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Abstract

Images generated with a transmission electron microscope (TEM) can reveal infor-
mation up to the scale of individual atoms. However, the information contained in
a TEM image is blurred by aberrations and the partial coherence of the electron
beam. Furthermore, the images correspond to the squared amplitude of the image
plane electron wave and are thus missing valuable information about the phase.
Exit wave reconstruction attempts to solve these problems by reconstructing the
electron wave at the exit plane of the specimen, the so-called exit wave, from a
series of images recorded with varying focus of the objective lens. This introduces
the additional problem of aligning the image series, which is crucial for a successful
reconstruction of the exit wave. One possible approach to reconstructing the exit
wave involves the minimization of a least squares functional, which is implemented
by the well-known MIMAP and MAL algorithms. The MIMAP and MAL algo-
rithms solve the registration problem by alternatingly optimizing the exit wave and
the registration. In this thesis, a novel objective functional E, for the joint opti-
mization of the exit wave and the registration is proposed. The properties of the
forward model of TEM image simulation, which is given by a weighted autocorrela-
tion of the exit wave, are investigated on the basis of the weighted cross-correlation
and the novel notion of x-separable weights. The most important weight functions
(commonly called transmission cross-coefficients, TCCs) for TEM image simula-
tion are analyzed and integrated into the present framework. The results regarding
the forward model are then used for the analysis of the inverse problem. It is shown
that the data term of E, is not coercive for x-separable TCCs, which in partic-
ular implies that the MAL functional is not coercive. One of the main results is
the existence of minimizers of the objective functional E,, which is shown with
the direct method. Additionally, it is shown that the objective functional is not
convex in general. These results are complemented by a numerical analysis, which
includes the discretization of the objective functional and the treatment of several
problems regarding the numerical minimization of E,. A novel preconditioner for
the exit wave is proposed, showing a reduction of the number of iterations for a
given residual energy. The least squares sum in the data term of the objective
functional is usually calculated by summing the squared differences of the sim-
ulated and experimental images over the same domain for each image. A novel
method for the dynamic adjustment of these domains based on the current esti-
mate for the registration is proposed, which allows to use the full image data for
the reconstruction while at the same time avoiding the need for a continuation of
the images. Numerical experiments are presented that evaluate the utility of the
preconditioner and compare the alternating optimization approach with the joint
optimization of the exit wave and the registration. Finally, a numerical experiment
shows the result of reconstructing the exit wave for a real image series.

I1I






Acknowledgements

First of all, I would like to thank my advisor, Prof. Dr. Benjamin Berkels, for his contin-
uous support and guidance during my doctoral studies, for sharing his knowledge and
always spontaneously taking the time to discuss new ideas or difficult problems and for
giving me the freedom to explore all of my ideas. I am particularly thankful to him for
questioning and double-checking all of my results, which revealed some subtle mistakes
that would have went unnoticed otherwise, and for suggesting the topic of this thesis
that is such a perfect match to my interests.

I am grateful to Dr. Chen Huang for providing me with experimental TEM image
series that were very helpful in evaluating the results on real input data.

I would also like to thank my colleagues for many helpful and stimulating discussions
about mathematics, computer science and science in general; in particular I wish to
thank Alexander Zimmerman, Jan Winkelmann and Kai Schiiller.

I thank Christian Schmitz, who offered proofreading the first draft of this thesis and
provided many helpful comments.

Finally, I would like to thank my family: my parents, who have supported me from
the very beginning of my bachelor studies, and my brothers, for their support and for
helping me move quite a few times.






Contents

[Abstract]

[Acknowledgements|

[Introduction

(1

Transmission electron microscopy and exit wave reconstruction|

(1.1 Image formation in transmission electron microscopy| . . . .

[2

The forward model: image simulation|

[2.1 'The weighted cross-correlation| . . . . . . . .. ... .. ...
2.1.1 Upper bounds . . . . . . ... ... ... ... ....
[2.1.2  Symmetry properties| . . . . . . .. ... L.
2.1.3 Continuity| . . . . . . . . ... .. ... ... ... ..
[2.1.4  Weak lower semi-continuity| . . . .. ... ... ...

2.2 The transmission cross-coefficient] . . . . . . . . .. ... ..

[2.2.7 Summary| . . . .. ...
[2.3  Properties of the torward model . . . . . . . ... ... ...

The inverse problem: exit wave reconstruction|

[3.1  Existing variational approaches for exit wave reconstruction|

[3.2  Coercivity| . . . . . . . ...
[3.2.1 A special case: low-pass filter approximation| . . . . .
[3.2.2  The general case| . . . .. ... ... ... ... ...

55
96
26
29
59
59
65
68
71
73

VII



Contents

[3.3.3  Optimization of the focus parameters| . .
[3.4  Convexity| . . . . . . ... .. ... ... ...
[3.4.1  Global convexity| . . . . ... ... ...

[3.4.2  Local convexity in the neighborhood ot a global minimizer

{4 Numerical minimization of the objective functional|
4.1 The MIMAP and MAL algorithms| . . . . . ..
[4.1.1 'The MIMAP algorithm|. . . . . ... ..

[4.1.2  The MAL algorithm| . . . . . ... ...

[4.1.3  Comparison of the registration methods|

(4.3 Minimization algorithms| . . . . . . . . . . ...
[4.4  Practical aspects of the minimization| . . . . . .
[4.4.1 Computation of the partial derivatives .
[4.4.2 Scalingl. .. ... ... ....... ...

[4.4.3  Contrast dislocation and the wrap around error| . . . . . . .. ..

[4.4.4  Dynamic integration domains| . . . . . .
[4.5 Implementation| . . . . . . ... ... ... ...

6 Experiments

[>.1  Improved reconstruction ot high frequencies with

scaling|] . .. ... ...

[>.2  Alternating vs. joint minimization|. . . . . . . .

[b.3  Exit wave reconstruction with a real focus series

Conclusions

VIII

103
103
108
111
116
124

127
127
132
136

141

143



Introduction

Since its invention by Knoll and Ruska in 1932 [44], electron microscopy has proven to
be an indispensable tool for the investigation of biological and non-biological specimen
at magnifications beyond the limits of conventional visible light microscopy. The first
electron microscope was a transmission electron microscope (TEM), in which a beam of
accelerated electrons is transmitted through a specimen to generate a strongly magnified
image. The underlying reason why electrons are suitable for high resolution microscopy
is the fact that, depending on the accelerating voltage of the electrons, their associated
de-Broglie wavelength can be several orders of magnitude smaller than the shortest
wavelength of visible light. This makes it possible to record images at atomic resolution
and investigate defects such as dislocations, planar faults and stacking faults [62].

Ultimately, the way that images are recorded with a transmission electron microscope
is comparable to visible light microscopy in many regards. The electrons in a TEM are
diverted by electromagnetic lenses that focus the electrons in a manner very similar to
the focusing of photons by optical lenses. One of the main differences between electro-
magnetic lenses and optical lenses is the fact that a rotationally symmetric magnetic
field always results in a positive spherical aberration [60]. In other words, there is no
direct way to build “concave” electromagnetic lenses.

While information about the specimen can directly be extracted from the recorded
TEM images, it is frequently desirable to post process the data in order to obtain
additional information about the specimen. In particular, the recording device of con-
ventional TEMs only measures the squared amplitude of the electron wave in the image
plane, meaning that the phase of the image plane electron wave is completely missing
in the images. However, at least for very thin specimens, the phase contains most of
the high-frequency information about the specimen [65]. Additionally, the images are
blurred by the aberrations of the objective lens and the partial coherence of the electron
beam, which can make a correct interpretation difficult.

As the electron wave at the exit place of the specimen, the so-called exit wave, is
free from aberrations of the objective lens, it can be useful to reconstruct the exit wave
from a series of images that have been recorded with varying focusing settings of the
objective lens. The well-known MIMAP [38, 39] and MAL [I0] algorithms implement
such an reconstruction of the exit wave with a variational approach by performing a
minimization of suitable least squares functionals. As these functionals measure the
distance of the experimental TEM images to images that are simulated from a current
estimate of the exit wave, the MIMAP and MAL algorithms necessarily are an indirect
approach to exit wave reconstruction.

An important aspect of reconstructing the exit wave from a series of images is the
fact that the images are in general not aligned very well to each other due to specimen
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drift and microscope instabilities. Thus, a registration of the image series has to be
performed in addition to the reconstruction of the exit wave, which is implemented in
the MIMAP and MAL algorithms with an alternating optimization scheme.

In this thesis, the MIMAP and MAL algorithms are generalized to a joint optimization
algorithm, where the exit wave and the registration are optimized simultaneously instead
of alternatingly. Based on the functionals from the MIMAP and MAL algorithms, a novel
objective functional E, is defined that depends on both the current estimate for the exit
wave and the registration.

The aim of this thesis is twofold. To date, only very little emphasis has been put on
the mathematical properties of the MIMAP and MAL algorithms. Therefore, one of the
main aims is to give a complete and coherent mathematical description of the variational
approach to exit wave reconstruction. This is facilitated by the novel objective functional
E, as it joins the optimization of the exit wave and the registration of the image series
into a single minimization problem. The main results in this regard are the existence
of minimizers of F,, its non-convexity and the non-coercivity of its data term. These
results are based on a novel representation of the forward model using the notion of the
weighted cross-correlation and x-separable weights. The second aim of this thesis is the
numerical minimization of the objective functional. For this purpose, several pecularities
of the discretized inverse problem are pointed out and corresponding solutions proposed,
which have been implemented in a C++ program that has been written as a part of this
thesis.

This thesis is divided into 5 chapters. Chapter [1] gives a brief overview of TEM image
formation and existing methods for exit wave reconstruction as well as the notation and
some common definitions that are used throughout this thesis. In Chapter 2] the forward
model of simulating a TEM image is analysed in detail. Structurally, the simulation of
TEM images from a given exit wave is described by an autocorrelation of the exit wave
weighted by the transfer function of the objective lens. For this reason, the properties
of the weighted cross-correlation are investigated, which is done independently from the
application to the forward model and electron microscopy. Particular emphasis is also
put on the mathematical properties of the different transfer functions that are most
commonly used for TEM image simulation. In Chapter [3| the coercivity, the convexity
and the existence of minimizers of the objective functional are investigated. A part of
the mathematical analysis of E, has previously been published in [I4] and is extended
here in several ways. In Chapter [4 the discretization of the objective functional and
different aspects of the numerical minimization of the objective functional are discussed.
This chapter also contains a brief description of the implementation of the C++ program
that has been used for the numerical experiments. Chapter |5| contains three exemplary
exit wave reconstructions, including a comparison of an alternating optimization scheme
with the joint optimization of the exit wave and the registration as well as an experiment
on a real image series.

It is pointed out that most of the results in this thesis are not limited to transmission
electron microscopy (also abbreviated as TEM) and more generally applicable to any
least squares problem that involves a weighted cross-correlation as the forward model as
long as the weight function fulfills the properties given in Chapter [2|



1 Transmission electron microscopy
and exit wave reconstruction

In the first part of this chapter, the imaging process in TEM is outlined by dividing it
into four steps: (1) the emission of electrons from an electron source, (2) the transmission
of the electrons through the specimen, (3) the diversion of the electrons by the objective
lens, and (4) the recording of the electrons by a camera.

This simplified view on image formation in TEM is sufficient for the purpose of this
thesis, which is the inversion of the steps (3) and (4). The inversion of these two steps is
commonly termed “exit wave reconstruction” or “exit wave restoration”. The basic idea
behind exit wave reconstruction and its limitations are presented in the second part of
this chapter.

The general information about TEM image formation presented in this chapter was
extracted from the books [18] 41} [35, [16] [63]. In addition to the brief overview given
here, these books also provide more detailed information on the individual steps of
image formation as well as on any TEM component that is not mentioned here (e.g. the
condenser lenses or the vacuum system).

1.1 Image formation in transmission electron microscopy

The fundamental advantage of electron microscopy over visible light microscopy is the
fact that the de-Broglie wavelength A = h/p associated to an electron is inversely propor-
tional to the electron’s momentum p, where the proportionality constant h is Planck’s
constant. For typical electron accelerating voltages in TEM this results in a significantly
shorter wavelength than visible light and consequently in a potentially much higher mag-
nification according to the diffraction limit. For example, the de-Broglie wavelength of
electrons accelerated through a potential of 100 kV is roughly 3.7 pm, which is five or-
ders of magnitude smaller than the wavelength of visible light. However, unlike visible
light microscopy, the resolution prescribed by the diffraction limit is not attained or even
surpassed in electron microscopy, which is due to lens aberrations and the considerably
higher requirements on the mechanical and electrical stability of the microscope.

The process of image formation in TEM can be divided into four steps as illustrated
in Figure These steps are described briefly in the following, with special emphasis
on the parts relevant to exit wave reconstruction:

1. The electrons are emitted from an electron source, which is most commonly a
thermionic emitter or a field emission gun (FEG). FEGs are superior to thermionic
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Figure 1.1: Schematic illustration of TEM image formation. The arrows depict three
exemplary electron trajectories.

emitters due to their high electron-optical brightness and small energy spread of
the emitted electrons, which results in a higher spatial and temporal coherence
of the electron beam [35], 56]. The temporal coherence is additionally affected by
instabilities in the accelerating voltage and the objective lens currents.

2. Transmission of the electrons through the specimen: because of diffraction inside
the specimen, the electrons carry information about the specimen when leaving
at its exit plane. This structural information is completely contained within the
electron wave at the exit plane of the specimen, which is also called “exit wave”
for short. For very thin specimens consisting of only light atoms, a direct interpre-
tation of the exit wave or the TEM images is possible by means of the so-called
weak phase object approximation (WPOA). If the specimen is not sufficiently thin
or contains heavy atoms, then Bloch wave methods or the multislice algorithm
and channelling theory can be utilized for an interpretation of the exit wave or
the TEM images |41} [11]. While understanding this part of the image formation
process is essential to the analysis of the TEM images and the exit wave, it is not
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directly relevant for the reconstruction of the exit wave and therefore not discussed
in more detail here.

3. After passing through the specimen, the electrons are focused by the objective lens
of the microscope. As the objective lens is not an ideal lens, it introduces several
aberrations to the generated images. In terms of the achievable resolution, the most
important aberrations are the focus Z, the third-order spherical aberration C, and
the chromatic aberration C.. The focus is a special aberration as it can be easily
adjusted to arbitrary positive or negative values, which can be exploited in several
ways. On the one hand, the Scherzer focus [60] yields optimum phase contrast by
partially compensating for the positive spherical aberration, whereas the Lichte
focus [47] maximizes the amount of information contained in the images at the
cost of requiring numerical postprocessing. On the other hand, the objective lens
focus can also be varied in order to retrieve a whole series of images with different
focus from the same object, which can then be used for the reconstruction of
the exit wave as outlined in Section [1.2 The objective aperture is located below
the objective lens and acts as a low-pass filter on the electron wave by removing
electrons that have been scattered to a high angle depending on the radius of the
aperture.

4. In the last stage, the electrons are recorded by a camera. Most commonly, a slow-
scan charge-coupled device (CCD) camera is used to record photons emitted from
a phosphor screen located in front of the camera that converts an electron into
a set of photons. The non-ideality of the electron detection process is described
by the modulation transfer function (MTF), which acts as a blurring envelope
on the recorded images [49]. Recently, new CMOS (complementary metal oxide
semiconductor) cameras have been developed that are capable of detecting elec-
trons directly, which results in an improved MTF and signal-to-noise ratio |27, [48].
However, both image acquisition devices share the fundamental limitation that the
recorded image is real-valued and proportional to the squared amplitude of the
electron wave in the image plane, lacking any information about the phase of the
image plane electron wave. In the case of an ideal detector, the recorded image is
a gray-scale pixelated image, whose pixel values are proportional to the number
of electrons that arrived at the corresponding area on the image plane. For a real
detector like a CCD or a CMOS camera, the resulting image is additionally blurred
by the camera’s MTF.

An exemplary TEM image of silicon nitride is shown in Figure [1.2]



1 Transmission electron microscopy and exit wave reconstruction

Figure 1.2: Experimental TEM image of SigN, sampled with 2048 x 2048 pixels. Image
courtesy of Chen Huang from the Oxford Electron Image Analysis Group,
University of Oxford.

1.2 Exit wave reconstruction

Although it is possible to analyse a specimen using only a single TEM image, it can be
difficult to interpret the image correctly. For example, entire atomic columns may be
invisible for certain combinations of aberration coefficients of the objective lens as shown
in Figure Additionally, it is possible for TEM images to contain features that are
caused by the lens aberrations, which may mistakenly be interpreted as a part of the
specimen. The natural approach to solve these issues is to reduce the aberrations, which
can be done by improving the microscope’s hardware components or by postprocessing
the images.

Substantial progress has been made in improving the microscope’s hardware over the
past 30 years. The resolution limit of TEMs was most notably improved by the devel-
opment of effective aberration correctors such as correctors for the third-order spherical
aberration [28] and the chromatic aberration [34]. The use of FEGs in a TEM signif-
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Figure 1.3: Experimental TEM images of CeO, depicting the same specimen at different
focus values of the objective lens. A comparison of the images shows that a
part of the specimen can disappear from the images for an adversely chosen
focus value. Images courtesy of Chen Huang from the Oxford Electron Image
Analysis Group, University of Oxford.

icantly increased the spatial and temporal coherence and consequently improved the
information limit of TEMs equipped with a FEG [56].

Independently of the microscope’s hardware components, it is always possible to post
process the images numerically. In the following, several algorithms are presented that
attempt to reconstruct the exit wave from some kind of image data. As the exit wave
is the electron wave at the exit plane of the specimen right before it passes through
the objective lens, it is free from aberrations by definition. Besides the removal of the
aberrations, exit wave reconstruction has the additional remarkable advantages that
the phase of the electron wave is reconstructed and blurring effects due to the partial
temporal and spatial coherence are reduced. The existing algorithms for exit wave
reconstruction can be divided into two categories: linear and non-linear reconstruction
algorithms.

Linear reconstruction algorithms assume that the linear imaging approximation holds,
i.e. that only the interferences between the central electron beam and the scattered
electrons contribute significantly to the image contrast. The interferences between any
two scattered electrons are therefore ignored, which is a valid approximation for very
thin specimens. Two widely used linear reconstruction algorithms are the reconstruction
with a Wiener filter (see e.g. [50} B6]) and the paraboloid method (PAM) [13], both of
which are based on an algorithm originally devised by Schiske [61), [59]. These algorithms
reconstruct the exit wave from a series of TEM images depicting the specimen at different
focus values, a so-called focus series.
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In contrast to the linear reconstruction algorithms, non-linear reconstruction algo-
rithms also take interferences of scattered electrons into account and are therefore more
generally applicable to any specimen. A well-known non-linear reconstruction algorithm
is the Gerchberg-Saxton algorithm [25], which retrieves the phase of the electron wave
from its amplitudes measured in the image plane and the back focal plane. The algo-
rithm by Misell [51] is closely related to the Gerchberg-Saxton algorithm and requires a
focus series instead of the electron wave’s amplitude in the back focal plane. A compar-
atively new approach to non-linear exit wave reconstruction consists of solving a partial
differential equation called the transport of intensity equation (TIE) for a focus series
consisting of two or more images [0}, [33].

This thesis is concerned with a further class of non-linear reconstruction algorithms,
which may be termed ‘variational non-linear reconstruction algorithms’. In these meth-
ods, the exit wave is iteratively reconstructed from a series of TEM images by minimizing
a certain objective functional. The value of the objective functional depends on the dis-
tances of experimental and simulated TEM images, where the simulated images are
calculated from a given estimate for the exit wave. In this way, the estimate for the
exit wave is improved until a prescribed stopping criterion is fulfilled, in which case it
is assumed that the reconstructed exit wave closely resembles the true exit wave of the
specimen.

The first of these algorithms was the “multiple input maximum a-posteriori” (MIMAP)
algorithm developed by Kirkland [38], [39]. Essentially, the MIMAP algorithm takes a

focus image series (I;Xp)j_l y @s input and minimizes the functional
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where is the forward model that consists of simulating a TEM image from the
current estimate for the exit wave ¥ and the focus value Z; of the j-th input image Z7™".
Here, W,, is an a-priori estimate of the exit wave, which can be computed from the
input images for example. The MIMAP functional is minimized using a gradient-based
minimization method. The maximum-likelihood (MAL) algorithm [9, 10, [66] is based on
the MIMAP algorithm and differs from the MIMAP algorithm mainly in the way that
the simulated images I}}f‘}} are computed, which results in a large gain in computational
efficiency. In the MAL algorithm, the exit wave is reconstructed by minimizing the

functional
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using a gradient-based minimization method. A complete description of the MIMAP

and MAL functionals as well as the minimization algorithms is given in Sections
and 4.1l

Although a focus series is used as input data in the original MIMAP and MAL al-

gorithms, in principle any other microscope parameter can be varied as long as the

real-valued images reveal different parts of the complex-valued exit wave. For example,
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tilt or combined tilt-focus series are also commonly used in exit wave reconstruction
[37, 36l 29] and have their own set of advantages and disadvantages compared to a focus
series. Only focus series will be considered in this thesis.

It is important to note an inevitable problem that arises when working with a series
of input images. As the individual images of a focus series can not be recorded at ex-
actly the same time, specimen drift and instrumental instabilities cause the images to
be slightly shifted with respect to each other. Since the exit wave is reconstructed by
combining information from all input images, an accurate registration is crucial for a
successful reconstruction. In the MIMAP algorithm, the registration is updated during
every iteration by applying a translation to the simulated images I}},/{IZI\J/_[AP and addi-
tionally minimizing the functional with respect to this translation without taking the
update of the exit wave in the same iteration into account. In contrast to this, in the
MAL algorithm the images are registered by calculating the cross-correlation of each ex-
perimental image with the corresponding simulated image, which is done alternatingly
with the minimization of EMAL,

Reconstructing the exit wave from a series of images also has a number of other
advantages and disadvantages that have not been mentioned yet. An obvious problem
in recording a series of images as opposed to a single image is the radiation damage
caused by the electron beam. Since all images in the series are assumed to show the
same specimen and atomic structure, care must be taken not to damage the specimen
excessively, which is done by using lower accelerating voltages for radiation sensitive
specimens. Decreasing the accelerating voltage also decreases the signal-to-noise ratio
(SNR), which in turn is partially compensated for by the fact that the reconstructed
exit wave is less noisy than the individual images [65], 29].

Independently of the method that is used for aberration correction, the aberration co-
efficients have to be known to a high precision for a successful correction [68, 29]. How-
ever, exit wave reconstruction has the advantage that residual aberrations still present in
the reconstructed exit wave can oftentimes be removed or reduced numerically, since the
effect of the aberrations on the exit wave is given by a simple multiplication in Fourier
space [55, 19, 67]. In contrast to this, there is no such relationship between TEM images
and aberration coefficients that can similarly be inverted directly. Furthermore, exit
wave reconstruction allows for the correction of aberrations of arbitrary order, which is
not possible with hardware correctors.

As mentioned above, the task of exit wave reconstruction involves the inversion of
the steps (3) and (4) of TEM image formation in order to retrieve the electron wave
at the exit plane of the specimen. It is clear that the third step can only be partially
inverted as frequencies removed by the objective aperture are not contained in any image
of the series and thus can not be reconstructed. Additionally, for a sufficiently well
characterized detector with known MTF, the MTF may be removed from the recorded
images numerically with a deconvolution prior to further image processing [19]. In the
following, it is therefore assumed that the TEM images are not affected by the MTF of
the camera. In this case, the fourth step simply consists of taking the squared amplitude
of the complex valued electron wave in the image plane.
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1.3 The structure of this thesis

The present thesis is divided into two parts: the theory in Chapters [2| and |3| and the
numerics in Chapters [d and [5] Some of the results presented here have previously been
published in the article [I4]. In each of these cases a reference to the corresponding
result from the article is provided.

It is fairly obvious from its definition in Equation that the forward model of
simulating a TEM image is structurally identical to an autocorrelation of the exit wave
weighted by an appropriate weighting function. Although this is observed in most if
not all publications in the field of TEM exit wave reconstruction, the mathematical
properties of the weighted cross-correlation have not yet been investigated in the context
of exit wave reconstruction. However, the properties of the weighted cross-correlation
are essential not only to a complete understanding of the forward model but also to
all nontrivial results regarding the inverse problem. Therefore, a multitude of results
regarding the weighted cross-correlation is derived in Section [2.1 which are partially
based on the corresponding results for the ordinary cross-correlation. In Section
these results are then applied to the specific weights that are used in TEM, or, in
other words, to the forward model of TEM image simulation. It is emphasized that the
compact notation for the weighted cross-correlation introduced in Section plays a
key role in stating these results, as the commonly used, verbose integral notation of the
forward model tends to obscure its underlying mathematical structure. Furthermore, the
novel notion of a x-separable weight allows one in certain cases to approximate weighted
cross-correlations by sums of ordinary cross-correlations, which makes it possible to
utilize the convolution theorem and consequently renders many proofs viable in the first
place. These results are further generalized to weight functions that are not necessarily
*-separable themselves, but can be uniformly approximated by x-separable weights.

One of the main aims of this work is to establish the existence of minimizers for a
novel objective functional, which combines the reconstruction of the exit wave and the
registration of the focus series into a joint minimization approach. The starting point
for the definition of the objective functional are the existing functionals for exit wave
reconstruction JMMAP and JMAL described in Section [3.1} In order to show the existence
of minimizers with the direct method of the calculus of variations, it is necessary that the
objective functional is coercive and weakly lower semi-continuous. The analysis of the
coercivity of the data terms of the MIMAP and MAL functionals in Section reveals
that the data term is not coercive in general. Consequently, the definition of the novel
objective functional E, in Section [3.3]includes the nonlinear Tikhonov regularizer that is
used in the MIMAP functional. Thus FE, is coercive and the weak lower semi-continuity
is established as a corollary of the results in Chapter [2] which concludes the proof of the
existence of minimizers. Finally, it is shown in Section that the objective functional
is not convex in general, which also applies to the MIMAP and MAL functionals. For a
strongly simplified version of the objective functional, this result is further extended to
show the non-convexity on any neighborhood of a global minimizer.

The theoretical results are complemented by the practical aspects discussed in Chap-
ter 4 which are important for a successful numerical minimization of the objective

10
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functional. At first, a brief summary of the MIMAP and MAL algorithms is given in
Section 4.1} In Section [£.2] a discretization of the objective functional E, is deduced.
This particularly includes a detailed analysis of the non-trivial connection between the
discrete Fourier transform and the continuous Fourier transform, which is surprisingly
often omitted in the literature. Section provides a brief summary of the iterative,
gradient-based minimization algorithms that are considered for the minimization of the
objective functional. However, there are several issues with a naive minimization of the
discretized objective functional that affect both the convergence speed and the correct-
ness of the result. In Section [4.4] three of these problems are identified and appropriate
solutions are proposed. On the one hand, scaling of the individual components of a joint
minimization problem is frequently necessary to ensure a fast convergence to the correct
minimizer, which is described in Section[4.4.2] A problem that is more specifically linked
to TEM image simulation is the fact that the contrast in the simulated images wraps
around the image borders. Consequently, TEM images should be simulated on an ex-
tended domain by adding an additional buffer zone to the discrete exit wave as described
in Section .4.3] Furthermore, this buffer zone extends the domain of the discrete exit
wave, which can be exploited in a remarkable way as shown in Section In a nut-

sim

shell, the integration domain of each summand ||Z3" 7 —Iﬁinz of the data term, where
I\Sl,if%j is the j-th simulated TEM image and I;’;? is the j-th experimental TEM image
shifted by ¢; € R?, may be adjusted according to the current estimate for the image shift
t; € R?. This completely eliminates errors due to image continuation and maximizes
the use of the available information in the input images. Chapter [4] is concluded with
a brief overview of the program for exit wave reconstruction that has been written in
C++ as part of this thesis and was used to perform the numerical experiments shown
here. The sourcecode of the program is available on GitHub [1J.

The numerical experiments in Chapter [5| demonstrate the validity of using the ob-
jective functional to reconstruct the exit wave, but also reveal an important limitation
of the approach in its current form. The first experiment in Section [5.1] shows that
the scaling of individual pixels of the discrete exit wave proposed in Section can
decrease the number of necessary iterations of the minimization algorithm. The second
experiment in Section [5.2| shows the benefit of a joint approach to exit wave reconstruc-
tion and image registration: since a successful exit wave reconstruction is only possible
with a good registration of the focus series and vice versa, a joint minimization yields an
improved convergence rate as compared to an alternating minimization scheme. Finally,
an experimental focus series of a CeOy sample is used in Section to verify that the
objective functional can also be used on real input data. However, the experiment also
shows that the quality of the reconstructed exit wave seemingly decreases after a high
number of iterations, while the value of the objective functional continues to decrease.
This also applies to the MIMAP and MAL algorithms and it is assumed that this is
caused by the noise in the experimental images.

11



1 Transmission electron microscopy and exit wave reconstruction

1.4 Preliminaries

This section introduces important notational conventions and contains several common
definitions that are used throughout this thesis.

Let d € N. The set B,.(x) with r > 0 and 2 € R? generally denotes the d-dimensional
open ball of radius r centered around x with respect to the 2-norm, unless a different
norm is explicitly specified. The complex conjugate of a number z = a +ib € C is
denoted by z* = a —ib. A function f : Q — C for Q C R? is called Hermitian, if
f*(—z) = f(z) for all x € Q, and skew-Hermitian, if f*(—xz) = —f(x) for all z € Q. If
f:Q CR?— Cis any function, its Hermitian part is given by

i) = 3 (f@) + f(-2)  Veen
and its skew-Hermitian part is
@)= (@)~ f(-2)  VeeQ

The space of k times continuously differentiable and complex-valued functions on
Q) C R? is denoted by C*(Q,C) for all k¥ € Ny. The support of a function f : Q — C
with  C R? is defined as the closed support

supp(f) == {z € Q[ f(z) # 0} C O

and the subspace C*(Q,C) C C*(Q,C) of compactly supported k times continuously
differentiable functions is

Ce(Q,C) = {f € C*(Q,C) | supp(f) C Q compact}.
The scalar product of vectors x,y € R? in finite dimensional real vector spaces is

denoted by x-y = ijl x;y;. For infinite dimensional real vector spaces, the only scalar
product that is needed in the following is the L?-scalar product defined as

<ﬁmwzéﬁ@mmm

for all f,g € L?(Q2,C), where Q C R? Integrals without explicit integration domains
are always understood as integrals over the whole space R?, possibly by continuing the
integrands with zero beyond their domain. This applies in particular to the LP-norms
for p € [1,00), i.e.

wmfﬂummmfwﬂmmmz(équdﬂp

for all f € L?(Q2,C).

12



1.4 Preliminaries

The cross correlation of measurable functions f, g : R? — C is defined by

f*g /f g(x +y)dy Ve R?

and the convolution is defined by

Z/f(y)g(:v—y)dy VzeR?

provided that the integrals are well-defined in the sense of Lebesgue-integrability. If
f,9 : Q@ — C are Hermitian functions, then f x g = g x f. The same equality holds
if f and g are both skew-Hermitian. If f : 2 — C is Hermitian and g : 2 — C is
skew-Hermitian, then fxg = —g* f. This is used to derive the following useful identity:

Lemma 1.4.1. Let f,g: Q — C with Q C R?. Then
Frgrgxf=2(fTxg") +2(fTxg")

Proof. Splitting f and g into a sum of their Hermitian and skew-Hermitian parts, it
follows that

g = (174 57) o (g7 +9™) = f7x g 4 [ x g [Tk g T g
:gH*fH_gH*fH_gH*fH_I_gH*fH:<gH_gH>*fH_'_<gH_gH>*fH'
Consequently,

frgrgxf=(g" =g x T4+ (g7 — g™ x fT 4 gx fT+ g% f7
:2(gH*fH) +2(gﬁ*fﬁ). O]

The continuous Fourier transform of integrable functions is defined as
F:L'R%C)— CR%C), [~ (:c = F(f)(z) = [ Fly)e ™Y dy)
]Rd

and extended to an isometry on L?(R¢ C) in the usual way. The inverse Fourier trans-
form is similarly defined as

F 1 LYRYC) = CRYC), fr <x = F () () = y f(y)e*miey dy) :

One of the most useful properties of the Fourier transform is the convolution theorem,
which not only applies to the convolution but also to the cross-correlation. With the
above definitions of the Fourier transform and the cross-correlation resp. convolution,
we have

L F(fxg9) = F(f)Flg)

13



1 Transmission electron microscopy and exit wave reconstruction

2. FH (fxg)=F N F(9)
3. F(fxg)=F()F(9)
4 FH fxg)=F HNF 9)
for all f,g € LY(R? C) U L*(R¢,C). The first two equations imply
F(f«f)@) =|F()@)|* and FL(f*f)(z) = |[F(f) (@) V€ R?

for all f € LY(R? C)U L*(R%, C). Another useful property of the Fourier transform that
is occasionally needed is given in the following lemma.

Lemma 1.4.2. Let f € L}(R? C) U L*(R4,C). Then
o f is real-valued <= F(f) is Hermitian

2

o f is imaginary-valued <= F(f) is skew-Hermitian

The d-dimensional discrete cross-correlation of f, g € CX1*+*¥Xd¢ with X;,..., X; €N
is defined as

.....

a1=0 ad:()
where ¢ is extended to an element of C®" with an appropriate extension.

.....

all n,a € Z. The d-dimensional discrete Fourier transform of an (Ny, ..., Ng)-periodic
vector g € CZ is

lel Nd—l d nk
DFTy(gh e 3" o+ 3 gors e <—2w12#> Vhez

j=1 "

and the inverse discrete Fourier transform of ¢ is similarly defined by

Ni—-1  Ng-1 d o
IDFTN(9)k := Z Z Gny.ng EXD <27riz %) Vi ezl
n1=0 ng=0 j=1 J

It is important to note that IDFT 5 as defined above is not the inverse of DFT y, since
it is missing the normalization factor (N --- Ng)™! ie.

IDFTN(DFTN(g))k = Ny -+~ Nygr,.  Vk e Z%

However, this definition of IDFT y is convenient here as it is identical to the definition
used in the implementation for the numerical experiment.

Only the following version of the discrete convolution theorem is needed here, which
is straightforward to verify:

Lemma 1.4.3. Let f,g € CN*M for N, M € N. If f and g are extended to elements of
C@ using periodic continuation, then

DFT(f % g)ay = DFT(f), DFT(g)zy
for all x,y € Z.
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2 The forward model: image
simulation

In this chapter, a detailed mathematical description of the simulation of TEM images
from a given exit wave and microscope parameters is presented. This corresponds to the
steps (3) and (4) of TEM image formation as given in Chapter || and is one of the core
components of the inverse problem of exit wave reconstruction.

Due to the partial spatial coherence of the electron beam, the specimen is illuminated
from a small cone of directions instead of just a single direction. Since different illumina-
tion angles generate different exit waves, one exit wave is required for each illumination
angle in general. However, if the specimen is sufficiently thin with respect to the spatial
coherence of the electron source, the spread of the illumination angles can be included
in the transfer function of the objective lens instead of the specimen [41]. In this case,
only a single exit wave corresponding to illumination parallel to the microscope’s optical
axis needs to be considered. The relationship between the exit wave in Fourier space
U € L*(R?,C) and a TEM image Zy 7 € L*(R?, C) in Fourier space is then given by

Tuzle) = [ V@V +n)Taatndy Vo 2.1)

where Z € R is the focus value and T’ is the transmission cross-coefficient (TCC) [41,[7].

The TCC models the phase shifts due to aberrations of the objective lens, the objective
aperture and the effects of partial spatial and temporal coherence. Note that only the
dependence on the focus is made explicit for the TCC, as all other aberrations and
microscope parameters are assumed to stay constant within a focus series. Several ver-
sions of the TCC have been developed, each of which put different emphasis on accuracy
or computational efficiency. These are discussed in detail in Section [2.2]

Structurally, the formula for TEM image simulation given in Equation (2.1)) is an
autocorrelation of the exit wave W weighted by the TCC T. Many of the properties of
the forward model as well as of the inverse problem given in Chapter |3| can be derived
starting from the concept of the weighted cross-correlation introduced in the next section.

2.1 The weighted cross-correlation

The key to understanding the properties of Equation is the generalization of the
properties of the ordinary cross-correlation to the weighted cross-correlation. Many of
the proofs given in this section are a straightforward generalization of well-known proofs
for the ordinary cross-correlation (respectively convolution) as given in e.g. [2] [§].
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2 The forward model: image simulation

The definition of the weighted cross-correlation is motivated by Equation (2.1)) and a
direct generalization of the ordinary cross-correlation.

Definition 2.1.1. Let f,g : R? — C and w : R? x RY — C be measurable functions.
The weighted cross-correlation f %, g is defined as

(f *w g)(x) = g F gz +y)w(z +y,y)dy

for all x € R? such that the integral is well-defined in the sense of Lebesque-integrability.

This definition is extended to functions f : M; — C and g : My — C defined on
subsets My, My C RY by setting f(z) := 0 for all x € R¥\M; and g(x) := 0 for all
x € RAM,. Tt is similarly extended to weight functions w : Mz x M, — C for subsets
Ms, M, C R? by zero continuation of the weight.

Definition is kept as general as possible in order to allow for various function
spaces and weights. However, in its current generality, the weighted cross-correlation
has only very few useful properties. In the following, we therefore consider the weighted
cross-correlation for Lebesgue functions f and g. This is reasonable, since the integration
in Definition [2.1.1] is carried out over the entire domain of f and g and therefore the
value of (f %, g) () is well-defined for all z € R? (albeit not necessarily finite).

If Lebesgue functions were also considered for the weight w, then f x, g would no
longer admit point values as the integration is only carried out over a subset of the
weight’s domain of measure zero (namely, the diagonals {(x +v,y) | y € R?}). It should
be possible to consider Lebesgue functions for the weight as long as the result itself is
also treated as a Lebesgue function. However, this approach constitutes an unnecessary
complication in the context of TEM image simulation and therefore is not pursued here.

Instead of Lebesgue functions, certain subspaces of bounded functions allow for more
useful properties of the weighted cross-correlation in the present context. For subsets
U C RY, the space of measurable and bounded weight functions is defined as

W(U):={w:U x U — C | w measurable and bounded}.

A weight w € W(U) is called x-separable, if there exists an N € N and measurable and
bounded functions v; : U — C for all j € {1,..., N} such that

w(z,y) = Zvj(x)vj(y) Vae,yeU. (2.2)

The subspace of weight functions w € W(U) that can be uniformly approximated by
*-separable weights is defined as

WHU) = {w e W(U) ’ VN € NJwy € W(U) *-separable: A}im |lw—wyl|,, = O}.
—00

The definition of a x-separable weight can be restated as follows: a weight w € W (U)
is x-separable if and only if there exists an N € N and measurable and bounded functions

16



2.1 The weighted cross-correlation

0;: U — C as well as nonnegative coefficients ¢; > 0 for all j € {1,..., N} such that

N
w(z,y) = chﬁj(m)ﬁj(y) Vaz,yeU.
j=1

This follows from the fact that c;0;(x)v}(y) = v;(x)vi(y) for v; = |/c;v;. Thus the
coefficients ¢; must be nonnegative in order for w to be a x-separable weight, which
explains the superscript * in the notation for W*. A direct application of this “non-
negativity” is given in Lemma for example, where it is shown that F~1(f x, f) is
nonnegative for weights w € W*(U) and few additional assumptions on f and U.

In the following, a weight w € W(U) is occasionally identified with the equivalence
class [w] € L>(U xU, C) in order to apply Holder’s inequality. Note that both W (U) and
W*(U) contain the constant weight w = 1. Therefore, all of the results in this section
where U = R? may be chosen as the domain are a generalization of the corresponding

results for the ordinary cross-correlation.

2.1.1 Upper bounds

Lemmas and and Corollary give basic upper bounds for the weighted
cross-correlation of Lebesgue functions. These bounds essentially enable us to iden-

tify the weighted cross-correlation of Lebesgue functions again with a function in an
appropriate Lebesgue space.

Lemma 2.1.2 ([I4, Lemma A.2]). If f,g € L*(R%,C) and w € W(R?), then f ., g
satisfies (f xw g)(x) € C for all x € RT and || f *u gl < Wl [1£122 llglz2-

Proof. For each z € RY, define T,(y) := = + y for all y € R% By definition of the
weighted cross-correlation and the Cauchy-Schwarz inequality,

[(f %0 9) ()] < / P W)g(@ + )z + )| dy
< Jull,, / FW)g(z + )| dy

= [lwll 157+ (g 0 To)ll s
< fwll 172 llg © Tl 2
= [lwll o 1712 gl .2

holds for all z € R<. O

As shown above, the (weighted) cross-correlation of square-integrable functions is
finite everywhere for w € W (R?). The same is not true for other Lebesgue functions in
general, which can be seen with the functions

LR R xH{L if 7 € (0,1),

, (a € R)
0, otherwise.
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2 The forward model: image simulation

Then f, € L'(R,R) <= a <1 and f, € L*(R,R) <= a < 1 and it follows that

(f3/4*f3/4 / 3/2

Similar to the ordinary cross-correlation, only the L” norm of the result is bounded in
this case, where p € [1, 00).

Lemma 2.1.3 ([I4, Lemma A.3]). Let p € [1,00). If f € L}(R%,C), g € LP(R¢,C) and
w € W(R?), then fx, g € LP(R?,C) and || f *w 9l z» < [wlloo £l 21 191l -

Proof. Since the weight is bounded, an upper bound for the LP-norm of f x, g is given

by
W swalhs = ([ 1520l o)

(/’/f g(x 4+ y)w (x—ky,y)dypdx);
(/(/If g(x +y)w (fc+y,y)|dy)pdx);
<ol ([ ([ 17w x+y|@0pw);

By a variant of Minkowski’s inequality for integrals [30, Theorem 202,

(/(/U x+y\dy> dm) S/(/\f cc—l—y\pdx);dy,

and consequently it follows that

/(/’f gl +y)l dx) dy—/|f (/lg(:c+y)|p dx)‘l’dy

= Iz lgll e < o0 O

An immediate consequence of Lemma is that the space L'(R?, C) is closed under
weighted cross-correlation. If the support of the weight is bounded, then the same is
true for every LP-space with p € [1,00) as shown next.

Corollary 2.1.4 ([I4, Corollary A.4]). If p € [1,00) and w € W(U) for a bounded
subset U C R4, then f x, g € LP(R4,C) for all f,g € LP(R% C).

Proof. Since the support of w is bounded, there is an r > 0 such that

supp(w) C B, (0) € RY x R
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2.1 The weighted cross-correlation

Let A := B,(0) C R% Then w(x,y) = w(z,y)xa(r)x5(y) for all z,y € R? and it follows
that

fxw g = (fxa) *w (gxa)-
Since fxa € LP(R? C) has bounded support, we get fy4 € L'(R¢, C) from Holder’s
inequality and consequently f %, g € LP(R¢, C) by the previous lemma. O

As can be seen from the proof of Corollary one could alternatively require the
support of the functions f and g to be bounded instead of requiring U to be bounded.

2.1.2 Symmetry properties

The next lemma lists two symmetry properties of the weighted cross-correlation of
square-integrable functions, which have various applications. The first property will
mostly be used in the subsequent lemmas, whereas the second property is particularly
useful for simplifying expressions with the weighted cross-correlation.

Lemma 2.1.5 ([14, Lemma A.5)). Let f,g € L*(R4,C) and w € W(U) for a subset
U C R? such that w*(z,y) = w(y,z) for all x,y € U. Then

(f*wg)(@) = (g%0 f) (—2) VaeR%
Furthermore, if U is bounded, then

(h7 f *uw g)L2 = (g Kw f7 h)L2

holds for all Hermitian functions h € L*(RY,C), that is, for all h € L*(R? C) with
h(z) = h*(—x) for all z € R

Proof. The first statement follows from the definition of the weighted cross-correlation
and the symmetry property of the weight with

(95w f) (—2) = (/ g f(—z+y)w(-z+y,y) dy)
- / o) F(~ + y)w(y, — + 1) dy

= /g(y +2) f*(y)w(y + z,y) dy

- (f K g) (CL’)

If U is bounded, then both f %, g and g*, f are square-integrable by Corollary [2.1.4]
Using the first statement, it follows that

(hy [ *w g)r2 = /h(x)(f * g)*(ﬁ) dr = /h(x)(g *u f)(—$) dx
= /h(—x)(g*w f)(z)dz = /h*(:c)(g*w f@)de = (g% f,h)r2. O

The following corollary is a direct consequence of the fact that the weighted autocor-
relation of square-integrable functions is Hermitian by Lemma [2.1.5]
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2 The forward model: image simulation

Corollary 2.1.6 ([14, Lemma A.6)). Let f € L*(R%,C) and w € W(U) for a subset
U C R? such that w*(z,y) = w(y,z) for all x,y € U. Then F~1(f %, f) is real-valued.

Proof. By the first symmetry property of Lemma [2.1.5] we have

(f %0 f) (@) = (f %0 )" (~2)
for all z € R%. This implies that F~1(f %, f) is real-valued by Lemma m ]

Note that the proof of the above corollary makes use of the inversion of Friedel’s law,
which is frequently used in materials science and states that the Fourier transform of a
real-valued function is Hermitian.

If one additionally requires the weight to be an element of W*(U) and U to be
bounded, then a stronger result on F~1(f x, f) can be established.

Lemma 2.1.7 ([14, Lemma A.6]). Let f € L*(R%,C) and w € WH(U) for a bounded
subset U C R? such that w*(x,y) = w(y,z) for all z,y € U. Then F~X(f %y f) is

real-valued and nonnegative.

Proof. Since w € WT(U), there exists a sequence (wy)yen € W(U)N of x-separable
weights with imy_,« |w — wy|| . = 0. By definition, it is possible to choose measurable
and bounded functions v; 5 : U — C such that

y) =Y vin(@viy(y)  VYe,yeU VYNEeN

Using the same reasoning as in the proof of Corollary [2.1.4] we may assume without
loss of generality that supp(f) is bounded. This implies f € L*(R?, C) and shows that
fHun f € LHR?,C) for all N € N by Lemma[2.1.3] Therefore, F~1( fx,, f) is continuous

and the inequality
f*wN f Z }-/—: fU]N = (23)

holds for all N € N by the linearity of the Fourier transform and the convolution theorem.
Since the Fourier transform is unitary, it follows that

H‘F71<f*w f) _'Fil(f*wN f)HLz = Hf*(w—wN) fHL2

2
< llw —wnll 112 ;72 0

by Lemma [2.1.2l Thus F~'(f *uy f) = F f *w f) in L? and consequently there

exists a subsequence of (]: NS *wy f )) neny Converging pointwise to £ I f %o f) almost
everywhere. But all elements of (]: S *wy f )) ney are nonnegative by Equation {}

which shows that F~1(f*, f) is nonnegative almost everywhere as well. Since F~( fx, f)
is continuous, it follows that F~1(f x, f) > 0 everywhere. ]
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2.1 The weighted cross-correlation

2.1.3 Continuity

Similar to the ordinary cross-correlation, the weighted cross-correlation of LP- and L9-
functions is continuous for suitable weight functions if ]lj + % =1.

Lemma 2.1.8 ([14, Lemma A.8]). Let U C R? be an open set such that the measure of
its boundary OU is zero and p,q € (1,00) with }—17—1—% =1. Let f € LP(U,C), g € LY(U,C)
and w € W(U). If w is continuous on U x U, then f x, g € C(R% C).

Proof. Fix an arbitrary z € R? and let ¢ > 0. We show that f x, ¢ is continuous
at . Since C.(R? C) is dense in LI(R? C), there is a function v € C.(R? C) with
lg — v||;« <e. Define

G, :RY—C, y—g(z+y)w(z+y,vy),
V.:R" = C, yro(z+yw(z+y,y)

for all z € RY. By the Holder and Minkowski inequalities,
|(f*w g)(x+h) - (f*w g)(l’)l
1576t + e +h+0.9) - PG+ gl + 0] dy

1Al o 1Gasn = Gall o
1Al (G ztn = Vasnll o + Vesn = Vall o + 1V = Galla)

IN

<
<

holds for all h € R%. An upper bound for the first and third summand is given by
1G= = Vallpe < llg = vll o [wlloe < €llwll VzeR?

By the continuity of v and the continuity of w on U x U, we get for all y € R? with
y¢{ycU|z+ycdU} that

lim Ve (y) = lim oz +h +y)w(z +h +y,y)
(v(z+y)wlx+y,y), fyelU A z+yel,
=10, fyeU AN 24yeclU,
ity e US,
Vely), yeU N xz+yeU,

= Valy), yeU N z+yel,
Vely), yeU-.

This implies limy, o Vo1 (y) = Ve (y) for almost all y € R, since QU has zero measure and
thus also the set {y € U | z+y € OU}. Furthermore, since |V,41(y)| < [Jw]| [|v],, < o0
for all y € R? and

supp(Veyn) € By (supp(v) — x) =: D Yh e By(0),
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2 The forward model: image simulation

it follows that [|w||  [|[v]|,, xp is an integrable function that dominates the function V.,
for all h € B;(0). Now the dominated convergence theorem implies

lim [Va — Vallyo = 0
and we conclude flg%l(f*w 9)(@+h) = (f *w g)(x)| = 0. O

In the special case of p = ¢ = 2, the continuity of the weighted cross-correlation can
be used to derive a characterization of L2-functions, whose weighted autocorrelation is
Zero.

Lemma 2.1.9 ([14, Lemma A.9]). Let U C R? be an open and bounded set such that
the measure of its boundary OU is zero and choose a continuous weight w € W(U). If
there is a constant ¢ > 0 with w(y,y) > ¢ for all y € U, then

1f%w fll 2 =0 = [lfll2=0
holds for all f € L*(U,C).

Proof. “<”: || f|l;2 = 0 implies f = 0 almost everywhere and thus || f %, f]|;2 = 0.
=" If || f %w fll;2 = 0, then f %, [ = 0 almost everywhere. However, the function
f *uw f is continuous by Lemma [2.1.8], which implies f %, f = 0. In particular,

0= (fxuf /|f w(y,y)dy > e|lfI% > 0
and thus | f||;. = 0. O

Since the Fourier transform is unitary, Lemma [2.1.9] also shows that

[ =0 = |fll=0.

Mz

Combined with Lemma [2.1.7, this gives a good insight into the possible values of

“Y(f % f), provided that the conditions of both lemmas are fulfilled.

The above lemma can be slightly generalized to continuous weights w € W (U) with
lim, ,, w(y,y) = 0 for some x € QU. In this case no global lower bound ¢ > 0 exists
such that w(y,y) > ¢ for all y € U, but it turns out that a “semi-global” lower bound is
also sufficient.

In the following lemma, the distance between a point € R? and a set M C R? is
defined as

d(w, M) := inf o —yl,.

Lemma 2.1.10. Let U C R? be an open and bounded set such that the measure of its
boundary OU is zero and define U, := {x € U | d(z,0U) > e}. Choose a continuous
weight w € W(U). If for all € > 0 there is a constant c. > 0 with w(y,y) > c. for all
y € Ug, then

If*w e =0 = fle=0
holds for all f € L*(U,C).
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2.1 The weighted cross-correlation

Proof. Only the second part of the proof of “=" is different from Lemma [2.1.9] First,
observe that w(y,y) > 0 for all y € U by the condition on w. If f x, f =0, then

0= (f o f /lf ) dy
/ |f)I"w(y,y) dy+/U\UE [f ()P w(y,y) dy

> ¢, +0>0

holds for all ¢ > 0. This implies ||fHL2(UE) =0 for all ¢ > 0 and thus || f|| ;2 = 0 by the
monotone convergence theorem, since U, C U, foralle; > e > 0and (.., U. =U. O

2.1.4 Weak lower semi-continuity

In this section, several properties of functionals involving a weighted autocorrelation
with a weight w € WT(U) are shown as an application of the previous results. Denote
by p; the modulation by a vector t € R? defined as y; : RY — C, x +— exp(2riz-t). Based
on Lemma [2.1.11] the main result in this section is the weak lower semi-continuity of
the functional (f,t) > ||f %w f — pec||>2 in Proposition . This functional is closely
related to the objective functionals for exit wave reconstruction considered in Chapter [3]

Lemma 2.1.11 ([14, Corollary A.7]). Let U C R? be bounded and w € WT(U) such
that w*(z,y) = w(y,x) for all z,y € U. Then the functional

F:LXU.C) =R, [ |lf % [l
1s Fréchet differentiable, continuous and convez.

Proof. The first order Gateaux differential of F' at the position f € L?*(U,C) in the
direction g € L*(U, C) can easily be calculated using difference quotients and is given by

F'[f]: L(U,C) = R, g+ 2Re((f *u f, f %0 g+ g% )12).

By the Cauchy-Schwarz inequality, Lemma [2.1.3] and Lemma [2.1.5] the Gateaux differ-
ential is bounded by

[ LU < 20 *w fllp2 1 *w g+ 9 %0 flle < 4N xo fllze 1 > gl
< A xw fllpe lwllog 112 gl 2

for all g € L?(U, C), where we have used that fx, f is square-integrable by Corollary
and f € L'(U,C) since U is bounded. Now note that

|FIf + 9] = FLf] = F'IAI(9)] < Il (61F11Z2 lglze + 411f 122 llgllz2 +llgllz=)  (2.4)
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2 The forward model: image simulation

by repeated application of Corollary and the Cauchy-Schwarz inequality. Summing
up, F'[f] is a bounded linear operator that additionally satisfies

|FLf + 9] = FIf] = F'[f](9)]

0 < lim
.9*0 19l .2
2 2 3
< lim w2, (6 11F172 lgll g2 + 4112 lgllz2 + llgllz2)
— 07

which shows that F'is Fréchet differentiable and particularly continuous.
The second order Gateaux differential of F' at a position f € L?(U, C) in the direction
g€ L*(U,C) is
(F'[f1:9) = 1S *w g+ g% fll72 + 2Re((f %0 [, 9 %0 9)12)
= [|f *w g+ g% flize + 2Re((FH(f %0 f), F g %0 9))22).-
By Lemma [2.1.7, we have (F"[f],g) > 0 for all f,g € L?*(U,C), which implies that F is

convex. ]

Proposition 2.1.12 ([14, Proposition 4.1]). Let U C R? be bounded, ¢ € L*(U,C) and
w € WH(U) with w*(z,y) = w(y,x) for all x,y € U. Then the functional

F:L2(U,C) xR =R, (f,t) = | f w [ — e
15 weakly lower semi-continuous.

Proof. Split the functional into three parts as follows

1 % £ = pcle = [1F # FI2 4 el — 2Re((f % fpuc)ie). (2.5)

The leftmost summand, f + ||f %, f||7», is continuous and convex by Lemma
and thus weakly lower semi-continuous in particular. The second summand is constant
and therefore obviously weakly lower semi-continuous.

In order to show that the rightmost summand of Equation (2.5) is weakly lower
semi-continuous, we first consider the special case where the weight w can trivially be
factorized as w(z,y) = v(x)v*(y) for a bounded function v : U — C. In the following,
we show that the functional G[f,t] := ((fv) * (fv),uc),, is weakly continuous on
L?(U,C) x R with respect to the norm

Il - L2(U,C) x R = Rxo,  (f,1) = A/IIf 72 + [tll5-

Let (f,t) € L*(U,C) x R? and (fo, tn)nen € (L*(U,C) x RYN be a weakly convergent
sequence with (f,,t,) — (f,t). Since

//\ Fav) () (fav) (@ 4 ) (e, 0)* ()| dy da
< [ 1avllz W)+l e do < Wl ol el <
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2.1 The weighted cross-correlation

we can apply Fubini’s theorem to change the integration order so that
((fnU) * (fnv>7 /’l’tnc) L2
= [ (1)’ @) [ ()@ 4 9,00 (@) oy

= [ (@) [ 5le) @) & =) iy = (00

=ihn,y(2)

where g,(y) := [ fu(@)hyy(z) dz for all y € RY.
o ) = AL e

gy (@) =y ()] < 2|vll o le(@ —y)] Yo,y R

Additionally, t, converges pointwise to ¢t for n — oo since weak convergence in the
product space L*(U,C) x R? implies t, — t in R? and R? is finite dimensional. Thus,
h,, converges pointwise to h for all y € R? and consequently h,, — h, in L? for
all y € Rd by the dominated convergence theorem. Since f, — f, it follows that
gn(y) — = [ f(z)h,(x)dx for all y € R%. Thus, g, — g is a pointwise converging
sequence

The support of (g, )nen is uniformly bounded, since the support of f,, and ¢ is contained
in U for all n € N. Additionally,

190 ()] < N fall 2 V]l llell 2 < Fllollo llell 2

holds for all n € Nand y € R?, where F' := sup,,cy || full ;2 < 00. Applying the dominated
convergence theorem once more yields g, — ¢g in L?.

Summing up, g, — ¢ in L? and f,v — fv in L* implies (g,, fuv)r2 — (g, fv)r2 and
consequently

((fav) % (fa0), pte,€) 1o = (gus fa¥) 22 = (g, fo)r2 = ((fv) * (fv), puc) 1
Therefore, G[f,t] = ((fv) * (fv), pc) 2 is weakly continuous.

Next, this result is generalized to H[f,t] := (f % f, pec) 12 using the approximation
property of the weight w € W (U) with a sequence of *-separable weights. By the
definition of the vector space W (U), there exist measurable and bounded functions
vjn : U — C such that limy_, ||w — wy||,, = 0 for

vy) =Y oin(@)iyy)  Va,yeU

By the previous results,

N
HN:LZ(U7C)XRd—>C> (f7t>'_)(f waalutC Z fU]N fU]N) ,Utc)
j=1
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2 The forward model: image simulation

is weakly continuous for all N € N.
Let (f,t) € L*(U,C) x R? and (fo, tn)nen € (L*(U,C) x RHYN be a weakly convergent
sequence with (f,,,t,) — (f,t). Then,

|H[fnatn] - H[fat“
= |H[fmtn] - HN[fmtn] +HN{fn7tn] - HN[fvt] +HN[f7t] - H[fvt”
< H[fw ta] = Hy[fo tal| + [HN[fns tn] — Hy[f 8] + | HN[f, 1] = H[f, 1]|

holds for all N € N. Let C := /Vol(U) and F := sup,y || fnll;2 < co. It follows that
lgll i < Cllgll2 for all g € L*(U,C) and the summands in the above equation can be
estimated by

|H[fn7tn] - HN[fnatn” S 2 an *(wwa) anLz ||C||L2
(Lemma 2.1.3) < 2 fullpx [ fall 2w = wnll llell 2

< 2CF* |lw — wy| . lle]l 2

and, similarly,

[Hn(f,1] = H[f, )] < 20F? |w — wyll llell 2 -
Therefore, combined with |Hy[f,,t,] — Hnx[f,t]| = 0 for n — oo, we get

N [H{ft] = HIEA < ACF? o = wy | el

for all N € N. Since limy_, ||w — wn||,, = 0 by the choice of the sequence (wx)yen, we
can conclude lim,, o, H|[f,,t,] = H[f,t]. Thus H is weakly continuous, which implies
in particular that (f,t) — —2Re((f *w f, pec)z2) is weakly lower semi-continuous. Now
the claim follows, since finite sums of weakly lower semi-continuous functions are also
weakly lower semi-continuous. O

2.2 The transmission cross-coefficient

With the notation introduced in the previous section, the process of TEM image forma-
tion can now be expressed in Fourier space as

I\p7z = *T, v, (26)

As before, ¥ € L*(R? C) is the Fourier space exit wave, Z € R is the focus, T is the
TCC and Zy z(x) is the simulated image in Fourier space. In real space, the simulated
image is therefore given by F~!(Zy z) = F (¥ x7, V).

The purpose of this section is to introduce various approximations to the (unknown)
correct TCC and to give an overview of their respective properties. By the previous

section on the weighted cross-correlation, the following properties are particularly useful
for a TCC Ty : U x U — C with U C R?%:
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2.2 The transmission cross-coefficient

.
I T(v,w) = Tz(w,v) for all v,w € U C R% (Lemmas [2.1.5] [2.1.7] and [2.1.11],
Corollary [2.1.6, and Proposition [2.1.12])

1. Ty is continuous on U x U, where U C R? is an open set with vol(9U) = 0.
(Lemmas [2.1.8/ to [2.1.10})

OI. a) 3¢>0: Tz(v,v) > cforallv e U C R? (Lemma [2.1.9) or
b) Ve >03c. >0: Tyz(v,v) > ¢ forallveU. ={xeU]|dx0U)>c}
(Lemma [2.1.10)).

IV. T, € WT(U) for a bounded subset U C R% (Corollary Lemmas [2.1.7
and [2.1.11} and Proposition [2.1.12])

J

Any TCC satisfying these properties is also an element of W (U) due to the fourth
property. If a TCC satisfying Properties [[HIV] is used as the weight in TEM image
simulation, then all of the results from Section can be applied to Equation ([2.6).

Property |I| has been observed earlier by Ishizuka in [32] for the most general version
of the TCC called “full TCC” below. There, it is also shown that a simulated TEM
image in Fourier space is Hermitian as a consequence of the TCC’s symmetry. This in
turn implies that the simulated real space images are real-valued, as one would expect
from a TEM image. The proof given in [32] is identical to the proof of the first part of
Lemma

Throughout the following subsections, the focus value Z € R is assumed to be a
constant. Along with the description of the TCCs, sufficient conditions on each TCC
are given, which ensure that the TCCs satisfy the properties[l] through [[V]independently
of Z. These results are summarized in the concluding subsection [2.2.7, The summary
includes in particular all requirements on the individual components of the TCCs that
are necessary for the proofs in Sections to [2.2.6]

The TCCs are given in decreasing order of accuracy and in increasing order of com-
putational efficiency. For example, image simulation with the full TCC potentially gives
the most realistic results, but demands the most computation time and is not practical
due to its unknown constituents. The coherent TCC on the other hand gives the least
accurate results, but it is straightforward and fast to compute TEM images using this
TCC.

2.2.1 The full TCC

If the specimen is sufficiently thin with respect to the spatial coherence of the electron
source, then the spread of the illumination angles can be included in the TCC. In this
case, the TCC is given by

TH.R2 X R? 5 C, (v,w) — / / s(u) f(Otzec(v +ulty,o(w+u)dudd, (2.7)
R JR?

where Z € R is the focus [41].
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2 The forward model: image simulation

The effects due to the partial spatial and partial temporal coherence are included
with the probability density functions s € L'(R* Rsg) and f € L'(R,Rsq), where s
is the normalized intensity distribution of the illumination (partial spatial coherence)
and f is the normalized focus spread (partial temporal coherence). In practice, s and
f are unknown and commonly approximated by Gaussian probability distributions (cf.
Section. The function t; : R? — C is the pupil function, which can be decomposed
into the pure phase transfer function p; and the aperture function a as

tz(v) = pz(v)a(v) Vo € R (2.8)

The pure phase transfer function models the aberrations of the objective lens and is
given by
pz :RA\{0} = C, v exp(—2mixz(v)). (2.9)

The complete wave aberration function y is

1 1 -
xz : R\{0} = R, v+ X Z Z Ecm,n)\m [v]l5" cos (n(arg(v) — @mn)), (2.10)
0

meN  n=
m~+n even

where (¢, Pmn) € R? are the coefficients of the objective lens’ aberrations and A € R+
is the electron wavelength [41),[64] [65]. In this notation, cag = Z is the focus and ¢4 0 = C;
is the third-order spherical aberration. For TH!! the wave aberration function is the only
part of the TCC that ultimately depends on Z. Note that if n = 0, then ¢,, , is arbitrary
with regard to the value of the wave aberration function and the scalar value ¢, ,, alone
is sufficient to describe the aberration; in this case the aberration is called isotropic and
otherwise anisotropic. In practice, only finitely many aberrations are considered and it
is assumed from now on that only finitely many aberration coefficients are nonzero. If
only focus and third-order spherical aberration are considered and all other aberration
coefficients vanish, the wave aberration function reads as

1 1
Xo(0) = SZA IR+ ;ON ol Yo e RA(0}. (2.11)

The aperture function in Equation ([2.8]) models the objective aperture, which can be
done in one of two ways. Most commonly, the aperture is modeled by an ideal low-pass
filter

1 .f >\ max»
aw)y=14"" [oll; < o Vo e R (2.12)
0, otherwise,

where ap.c € Ry is the maximum semiangle allowed by the objective aperture. Alter-
natively, the aperture may be modeled with a closed-form approximation to the ideal
low-pass filter. An example of a suitable family of approximations is given by

1
as(v) = XoE—a?
1 +exp ( % ma")

Vo € R?, (2.13)
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2.2 The transmission cross-coefficient

where 0 > 0 and lims_,g as(v) = a(v) for all v ¢ 0B, /x(0) [18]. A smooth aperture
function reduces sampling artifacts and may at the same time be more realistic than the
ideal low-pass filter function in Equation due to partial coherence and the finite
thickness of real apertures [42]. Furthermore, a smooth aperture function will prove to
be very useful for many theoretical results.

Property [[V| requires the domain of T2 to be contained in U x U, where U C R? is a
bounded set, but the support of the full TCC as defined in Equation ([2.7)) is not bounded
in general. For this reason, we additionally require the probability density s and the
aperture a to have bounded support. Both of these restrictions pose no limitation on
the practical application of the TCC, since both s and a must have bounded support for
a realistic microscope. The aperture function given in Equation can for example
be replaced with

as(v) = {“5(”)’ if ol < 5. (d > 0) (2.14)

0, otherwise

or any smooth approximation thereof with bounded support. For numerical computa-
tions, the parameter d may be chosen equal to the length of the diagonal of the TEM
images in Fourier space after the discretization.

The analytic form of the wave aberration function’s summands as given in Equa-
tion (12.10]) is impractical for some algebraic manipulations due to the cosine factor. The
following lemma utilizes a well-known geometric identity to remove the cosine factor
from the summands of .

Lemma 2.2.1. Let m,n € N withn <m and ¢ € R. Then

[vll3" cos (n(arg(v) = ¢)) = cos(ne) lully ™ 3 (zj) (—1)0) 0
SER o
+ sin(nc) vl " E ( )(—1)%?_(2”1)@%”1

e \2j+1
holds for all v € R*\{0}.
Proof. Using the multiple angle formulas
5], ' ' |
cos(nzx) = (2 ) (—1)7 cos(z)" % sin(x)* VneNVze eR,
- J
7=0
2],
sin(nzx) = (Qj N 1) (—=1)? cos(z)"" @V gin(z)¥T  YneNVzeR
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2 The forward model: image simulation

and the geometric identities

|v]|, cos(arg(v)) = vy Vv € R*\{0},
ol sin(arg(e) = v Vo € RA{0},

the term [[v]|;" cos (n(arg(v) — ¢)) can be expressed as

[v]l5" cos (narg(v) — nc)

= vy (cos(n arg(v)) cos(nc) + sin(n arg(v)) sin(nc))

N\:

m— n—275 . 25
— cos(ne) Jully ™" (j> Yol cos (arg(e))" ™ sin (arg(v))®
Jj=
”21J (2j+1) 2j+1
n—(2j+1) . j+
+ sin(ne) ||vlly (2 +1> ) oll3 cos (arg(v))" ™ sin (arg(v))”
L% ;
m— n 25 23
= costne) ol 3 (1) e
J
Jj=
nQIJ . . |
+sin(ne) [loly ™ Y (2j+1>(_1)avy—<zj+1>vgy+1, O
=0

Remark 2.2.2. The aberration coefficients (cy 1, ¢1,1) for (m,n) = (1, 1) represent image
shift. The corresponding term of the aberration function can be written as

c11 vl cos(arg(v) — ¢11)
=c11 ||vll, (cos(arg(v)) cos(pi1) + sin(arg(v)) sin(p1 1))
= cr1( [[oll, cos(arg(v))) cos(1,1) + v (v, sin(arg(v))) sin(er1)

= (1,11 COS goLl) + C1,102 SiIl(gOLl)

This yields a factor v — e~2™%" of the pure phase transfer function in Equation (2.9).
By Equation and the formula for TEM image formation in Equation , this
factor essentially acts like a modulation by ¢, on the exit wave in Fourier space, which
in turn is equivalent to a shift by ¢, in real space coordinates.

For the sake of simplicity, we assume in the following that supp(s) = B, (0) and
supp(a) = B,,(0) for rs,7, > 0, where a denotes an aperture function as in Equa-
tion (2.12)) or Equation . The circular shape of the aperture function a and the
intensity distribution of the illumination s particularly simplifies the proof of Property
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2.2 The transmission cross-coefficient

[TT] below. Nonetheless, it should be possible to adapt the proofs below to other shapes
such as all convex shapes with only minor changes.

Additionally, we assume that for all € > 0 there are constants s.,a. > 0 such that
s(x) > s. for almost all z € B,,_.(0) and a(y) > a. for all y € B,,_.(0).

Lemma 2.2.3. Let U := B,,,,(0). Then supp(TH") C U x U.
Proof. Let v € R?\U and w € R2. For any u € R?, the inequality
o 1 < olly = o+ = ully < o+ ul, + [ull, (2.15)

implies that ||v + u|, > r, or |Ju|, > 7, since otherwise the inequality in Equation ([2.15))
does not hold. Since supp(s) = B,,(0) and supp(a) = B,,(0), it follows that

s

T8 (v, w) // a(v +u)a(w +u)pzic(v +u)py (w0 +u) dudg
R2
- / / 0dud¢ = 0.
R JR?
It can be shown similarly that T8 (v, w) = 0 for all (v,w) € R? x R?\U. O

Due to this result, the domain of T/ is restricted to U x U in the following, where
U := B, 4, (0). The boundary of U x U is ignored as it is a null set and therefore does
not affect the outcome of evaluating W pnn W.

Property m: The first property, To' (v, w) = TE (w, v)* for all v,w € U, is the easiest
property of the full TCC to show. It follows from the fact that the probability densities
s and f are real-valued and

TE (4, p)* = / / s(u) f (Ot 7 c(w +u)tzic(v+u)dudC = TH (v, w)
R2
for all v, w € R2.

Property llt The continuity of the TCC on U x U can be shown with the dominated
convergence theorem. Since |tz(v)| < 1 for all v € R?, the integrand of T/ is dominated
by the function g € L}*(R? x R, R) defined as g(u,¢) := s(u)f(¢) for all u € R? and all
¢ € R. Therefore, the continuity follows from the dominated convergence theorem and
the fact that the pupil function ¢z is continuous on U.

Property [Illl  For all v € R? the expression T5" (v, v) can be simplified as

Ty, v) //R2 |tz+¢(v +u)|* dud¢ = /f /R2 s(u)a(v +u)? dud¢

—a(v+u)2

- /R s(u)a(v +u)* du = (s xa®)(v),
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2 The forward model: image simulation

since [, f(¢)d¢ = 1. Since a is bounded and supp(a) is compact, it follows that
a’* € L*(R? R). Therefore, the function v — TH%(v,v) is continuous on R? for ev-
ery probability density s € L*(R? R) N L*(R% R). However, T2 (v, v) is zero for all
v ¢ U as shown in Lemma . This implies that there is no ¢ > 0 with T8 (v,v) > ¢
for all v € U. Consequently, Property [[ITa] does not hold in general for this version of
the TCC.

As this property is only needed for Lemma [2.1.9, a possible remedy to this situation
is given by its generalization Property [[TID] which is sufficient for the slightly weaker
requirements of Lemma [2.1.10} For this generalization a “global” lower bound on all of
U is not required. Instead, it is sufficient to find lower bounds c. > 0 such that

Ve>0 Fe.>0: Til(v,0)>c. VYveU.={zxecU|dz0dU)> ¢}

The existence of these lower bounds can be shown as follows. Figure illustrates the
notation used in the proof.
Let € > 0 be arbitrary and v € U, = B, 4,,—.(0). If V = B, (0) N B,,(—v), then

T (v, v) = / s(u)a(v +u)? du = / s(u)a(v + u)* du > / s(u)a(v +u)? du
R2 1% Vs
for all 6 > 0, where V5 = {& € V | d(z,0V) > §}. Since |Jv|, < rs + 74, the set V
is non-empty, which in particular implies that Vj is non-empty for all sufficiently small
d > 0. Let ss,as > 0 such that s(z) > ss for all x € B,,_s(0) and a(y) > as for all
y € B, _5(0). A straightforward computation shows Vs = B, _5(0) N B, _s(—v) and it
follows that

TH (v, v) > / s(u)a(v+ u)* du > ssazvol(B,,_5(0) N By, _s(—v)).
B7'576(0)mBra75(_U)

For any v € U,, the volume vol(B,,_5(0) N B,,_s(—v)) is bounded below by the constant

k.= Vol(BrS,g(O) ﬂBm,g(—f))), where v € QU,. Therefore, if 0 is sufficiently small, then

a positive lower limit for Ti(v, v) that is independent of the particular choice of v € U,

is
T8 (v, v) > ssa2k =: c. > 0.

Property : By the continuity of the TCC on U x U, TE" is measurable on U x U
and it is clearly also bounded, since

700 w)| < [ [ s00F(O treclv-+ )t el + )] duac <1

1

for all v,w € R?. This shows 75" € W (U) for the bounded set U = B, (0) C R?.
In order to show that the TCC can be uniformly approximated by x-separable weights,
the integrand of T is split into the two parts

g:REXR =R, (u,¢) > s(u)f(0),
Gow : REXR = C, (u,¢) = tzec(v+ u)ty, (w+u)
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2.2 The transmission cross-coefficient

Figure 2.1: Illustration of the proof of Property [[IIb

for all v,w € R% A fundamental part of the proof of the following proposition is the
Lipschitz continuity of the integrand of TH", which requires additional assumptions on
the probability densities s and f as well as on the aperture function a. In particular, the
aperture function a is required to be differentiable, which can be achieved by convolving a
with a continuously differentiable mollifier. Here, the supremum norm of a vector-valued

function « : R™ — C™ is defined as
ol = sup [la(z)]|, -
TER™

Proposition 2.2.4 (Factorization property of the TCC). Assume that the aperture
function a as well as the probability density functions s and f are differentiable with

sup |9V, < 00 and Vgl < oo. (2.16)

v w’ €R?

Then there exists a sequence (Tz n)nen € W(R?)N of functions converging uniformly to
Sfull . . .
T, with the following properties:

(i) Tz is continuous and bounded on U X U and zero on (R? x R*)\(U x U) for all
N e N.

(ii) For all N € N, j € {1,...,N}, there are functions hyzy; : R* — C such that
hznj is continuous and bounded on U, zero on R*\U and

N
Tz n(v,w) = Z hzn;(v) *Z7N,j(w) Vo, w e R
j=1
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2 The forward model: image simulation

Proof. The proof is almost identical to [14, Proposition 2.3]. As the integrand of

THR2xR* = C, (v,w) // s(u) [(Qtzrc(v+u)tzy(w+u) dudC
R2

is continuous in (u, () and already factorized with respect to v and w, we expect the
Riemann sums

M

Z Z 0038 (ug, D (Ca)tzrc, (v + Uﬁ,7>t*Z+ga (w + ug,y),

=—M By=-

o M e N,

Suy=M"F forke (3 1),
usy = (Bou, vou) € R?,
(o =adpy €R

to be suitable approximations of 5" by *-separable weight functions. More precisely,
if we define

hz.m0.85(v \/5M5 (up) f(Ga)tzaca (v +up,) Vv eER?,

then reordering the indices a, 8,7 € {—M,..., M} to an index j € {1,..., N} with
N := (2M + 1)? yields the sought functions hz y ;. It remains to show that these sums
converge uniformly to 78" on U x U as M — oo, since the functions hyz y ; are zero on

RZ\U = RQ\Brs—i—ra (O>
Let € > 0 and fix v,w € U. First, note that the integrand

T REXR = €, (1,0) o () (Ot zc(v 4wty (w0 + )
is Lipschitz continuous. This follows from the fact that the gradient is bounded by

||VTU,w||OO = ”v(gqU w)” = Hgv%ﬂu + QU,wVQHOO < ||gv%,w||oo + ||v.g||oo
sup  [|gVau ., + IVl = L < oo.

v’ w’ €R?

IN

Let Jyy := [=Mp, (M +1)0n] and I, pr = [26pr, (x+1)dp] for all x € Z and all M € N.
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2.2 The transmission cross-coefficient

Using the triangle inequality twice,

Z Z O Tow (Ug .y, Ca) // Tpw(U, ¢) dudC

a=—M By=—M
M M
<X Y Sl [ [ o dudd]+ Oy
a=—M By=—M I S I x I
M M
< Z Z / / ’va Ug s Ca) = Tow(t, €)] dud( + Cy
—-M By=—M M X1y
M M
<> 3 [ ) w0l dudd s Cu
—M By=—M Io,m M Xy, M S};{
< (2M +1)*63, - 3Ly + Oy, (2.17)
where Ciy = sup, ey fR?’\Jz?Cf |Tpw(2)| dz. The functions
v UxU—=R,  (v,w) | Tpw(2)| dz (M e N)

R3\J3,

define a monotone sequence of continuous functions, which converges pointwise to zero
on the compact space U x U. Hence, ¢y converges uniformly to zero as M — oo by
Dini’s theorem, which implies limy; .o, Cy = 0. The first summand in Equation (2.17)
also converges to zero for M — oo, since 6y = M % with k € (%, 1). This shows the
uniform convergence of the Riemann sums to 72" on U x U. ]

Intuitively, the requirement sup, ,cge |9V v/, < 00 ensures that the probability
densities s and f decrease at least as fast as the gradient of g, ,, grows for all v, w € R?.
For instance, the TCC TEh#u described in Section approximates the full TCC
by using Gaussian probability densities for s and f. In this case, the above condition
in Proposition is clearly fulfilled, since Vg, ., grows only polynomially whereas g
decreases exponentially. Although using a Gaussian probability density for s violates
the requirement on s having bounded support, it turns out that TEM#® satisfies the
Properties [[HIV] nonetheless. In other words, the conditions on s given in this section
are sufficient for the Properties [[HIV] to hold, but not necessary.

2.2.2 The large aperture approximation

What is called the “large aperture approximation” here is identical to the full TCC
with one key difference: the aperture function is removed from the TCC’s integrand by
ignoring the dependency of the aperture function on the integration variable uw. The
resulting TCC is

T (v,w) = a(v)a*(w) / /R2 s(u) f(Q)pzic(v+u)pzy(w+u)dudd. (2.18)
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2 The forward model: image simulation

This is a common simplification that is justified if the diameter of the aperture is suf-
ficiently large compared to the highest frequency of interest [41], 32, 24], which is ex-
plained in more detail below. In particular, this can be considered as the first step
towards Ishizuka’s well established approximation to the full TCC that is described in
Section m The large aperture approximation 77" is the version of the TCC that was
used in the previously published article [14].

In order to assess the error that is made by the simplification in Equation (2.18|)
qualitatively, we assume that supp(s) = B,,(0) and a = 1p, () for r, > r; > 0. Then,

1w = [ [ s fQat t watw ) e+ dudd
Brs (0 =1 =1
=T§p(v,w>

for all v,w € B,,_,,(0) and similarly

T8 (v, w) / / (v +u) a(w + u) pzic(v+u)pz, (0 +u) dud]
By, (0 T
=T7"(v,w)

for all v,w ¢ B,,1,,(0). Tt follows that T,° (v, w) = T (v, w) holds for all v,w € R?
except for possibly some frequencies on the annulus v,w € B, i, (0)\B,,_.(0). The
contributions to a frequency x € R? of the simulated image are then separated into two
parts,

T (2) = (Wt ) () = / V() U(a + ) TE x4y, ) dy
RQ

= / U)W (z +y) TP (z + y,y) dy + / U (y) U (z + y) T (z + y, y) dy,
M (z) M>(x)
(2.19)

where Mi(z) ={y € R? : |z + ylly <ra—71s A |lylly <7a—rs} and My(z) = R*\ M (z).
By Lemma[2.2.3 the unbounded set My (z) may be replaced by Ms(x) N B, 4., (0), since
THl(z + y,y) is zero for all y ¢ B, i, (0) and thus the value of the integral on the
right-hand side in Equation (2.19)) is not altered. The sets M;(z) and My(z) N B, (0)
are shown in Figure 2.2] If ||z, is small compared to the aperture radius r, > r, then
the left integral contributes the major part of the value Zy z(x), i.e.

/ ( )W*(y)‘lf(frvLy)TSp(H%y) dy+/ ( )W*(y)‘l’(ﬂy)T}“”(Hy,y) dy
My (x Mo (x

m/M()\I/*(?J)\I’(x+y)T (z+v, y)dy+/M()\If(y)\I/(x—i—y)T "l +y,y)dy
= (\If *T;p \If) (.Z‘)

Otherwise, if ||z||, is not small compared to the aperture radius r,, then M;(x) is small
compared to M(z) and T, is not necessarily a good approximation to TH!.
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2.2 The transmission cross-coefficient
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Figure 2.2: The figure on the left shows the sets M (x) and My (z)N B, 4., (0) for ||z], <
1, and the figure on the right shows the same sets for ||z||, ~ 7. The hatched
blue region is the set M;(x) and its complement within the disk of radius
T + 175 is the set My(z) N By 4, (0).

Properties IHIV: The obvious difference between TH!! and T5” with respect to the
Properties |I| through . IV|is the domain of the TCC. Since the support of T is directly
limited by the aperture function, we have supp(T5°) C U x U with U := B ,(0).

The proofs of the first two properties [[] and [T are essentially the same as the proofs
for the full TCC given in Section [2.2.1] The proof of the third property [[II] is greatly
simplified by the fact that the aperture function is no longer a part of the integrand. It
follows that

70,0 = a0 [ [ s Q) [pzsclv + 0P dud = afo)?

=1

holds for all v € R?, which immediately shows that either Property or its general-
ization holds for 75", depending on the kind of aperture function used.

The fact that 7," is measurable and bounded can also be shown in the same way
as for the full TCC and the proof of T7,° € WT(U) is very similar to the proof of
Proposition [2.2.4] However, since the aperture function is not a part of the integrand of
TZ", it is no longer necessary to require a to be differentiable. Using the same notation
as in Proposition [2.2.4] the aperture function is left out of the proof and the integrand
is instead split into the two parts

g:REXR =R, (u,¢) = s(u)f(C),
Gow  REXR = C, (u,¢) = pzic(v+ u)py,(w+u)

such that T5°(v,w) = a(v)a*(w) [ [ g(u,{)gew(u,¢)dud¢. The TCC is then approxi-

37



2 The forward model: image simulation

mated by
7 (v, w) = Z hz M85V g 0105 (W) Vo, w e R?,
a,B,y=—
where
Bzt (0) = (o) s(us) f(Cpzac (v Fus) Vo € R

A complete proof of Property [IV|for the large aperture approximation 7" can be found
n [14].

2.2.3 Ishizuka’s TCC

Both the full TCC and the large aperture approximation described above can not be used
in practice without replacing s and f with explicit probability densities. In [32], Ishizuka
starts from the full TCC in Section [2.2.1], applies the large aperture approximation from
Section and then substitutes Gaussian probability densities for s and f in order to
be able to evaluate the integrals in Equation analytically. This TCC is used in
the MIMAP algorithm as described in [38]. A derivation of Ishizuka’s TCC along the
lines of [32] is given in the following.

Derivation of Ishizuka’s TCC: Neglecting terms of higher than first order in u, the
wave aberration function xz4¢(v+u) is Taylor-expanded at (Z,v) and approximated by

Xzic(v+u) = CFY 4 u- G + (O + Cu- CFF (2.20)

for suitable constants C7,CZ" € R and CZY,C7" € R? independent of u and (.
Plugging this into the pure phase transfer function results in

T (v,w) = a(v / / ¢)exp (= 2mi(xz4¢c(v 4+ u) — Xz1¢(w + u))) dud¢
R2
/ / ¢)exp (—2mi(DY"" +u- DIV +¢DT" + Cu- DY) dud¢

— a(v)a(w)e 2" / FIOemPE [ e D) g

RZ

for all v,w € B, (0), where D" = C/" — C?" for i = 1,...,4. For the sake of

readability, we drop the dependency of DiZ Y on Z, v and w and write D; for short.
Choosing normalized one- and two-dimensional Gaussian functions for s and f, i.e.

2

s(u) = %qgexp (—%) Vu € R? (g0 > 0), (2.21)
2

f(¢) = 7T1A2 exp (—%) V(eR (A >0), (2.22)
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2.2 The transmission cross-coefficient

the above integrals can be evaluated analytically: since e = Iz \/i;re_mcxe””2 dz holds
for all C' € R (see Lemma [2 , it follows that

2
/ S(u)e—2w1u~(D2+CD4) du dC _ H/ exp ( ;) —2miuj(D2+¢Dy); de
5

_ H/ —uf o =2miqou; (D2+(Da); 7 duy = ]‘_[e—fr 43 (D2+CDa)} _ = qo||D2+CD4||2

7=1

Continuing, we get

/f(c)e—QTring, - q0||D2+CD4H2 dC
R

_ e,,@qgnpgng / f(C)€727TiCD3€—7T2Q(2)<2CD2'D4+CQ||D4"§) d¢
R

1 iD: 1
VTA /]Re_zmw3 exp <_ (AQ +7° CIO | Dy ||2) Cz (QWQQgD2 : D4) C) dc¢.

Let K := \/ + 7m2g3 || Dal5 and substitute ¢ — +¢. Then the above is equal to

onil 212g2 Dy - D
ok i29)

_ e aIDa3

o~ RIDs 3

w2 ‘10 2Dy Dy

and completing the square with K = yields

o~ RIDs 3

\/_AK/ exp<— (g%zﬁui@-f@)) ¢

1 1 z ~\?
— o303 \/%AEGK e 2miR Sexp (— (C + K) ) d¢
R
K2627r13K/ —2mi R3¢ ,—¢? d¢
R

1 1
21 1 D D3\ 2
_ —72q3| D23 K2 27r1—3K o 3
e NS exp ( (_K ) )

~72q3| D23

=€

JiAK

_ 677r2q3||D2||§ euﬂ4q3A2(D2 D4)2 1A27T3q3D3(D2~D4) 67%w2A2D§’ (223>
\W_/ u ~ 7\ ~~ -
=:E,(v,w) \/_ — _ =:P(v,w) =:Ef(v,w)
= EI(’U,’UI)

where u := (AK)? = 1+ A%} || D4||3. If a high resolution TEM is used to investigate
a weakly scattering object, then E,, P and u may be approximated by unity [32]. The
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2 The forward model: image simulation

constants C’iZ Y from the Taylor expansion in Equation 1) are
Zwv
Cl = XZ(U>7
CQZ’U = VXZ(U)a
1
CF* = Al and
Cy’ = v

for all v € R?.
Summing up, the resulting approximation of the full TCC is

T3 (v, w) = alv)a* (w)pz (v)py (w) EY (v,w) By (v, w)

=tz (V)ty(w)EZ (v, w)Ef (v, w) Vo, w € R? (2.24)

with
B2 = o (- () 1) - D) e, 229)
By(uvw) = exp (—1rN? (10l - wlf)?) € 0. (2.20

for all v,w € R2%. Here, o := gy is approximately equal to the half angle of beam
convergence and A is also called the focal spread parameter.

Both EZ and E; act as damping functions on the TCC since their range is [0, 1]. The
first function, EZ, approximates the effects due to the partial spatial coherence and is
also referred to as the spatial coherence envelope. The function E; on the other hand
approximates the effects due to the partial temporal coherence and is also called the
temporal coherence envelope. The gradients in the spatial coherence envelope can easily
be calculated using Lemma . If the wave aberration function from Equation (2.11])
is used, then

Vs (v) = Zvy + Cs N33 + C \3v 02
X2\Y) =\ Zav, + C\303 + C \3v3y

Remark 2.2.5. In [35, p. 16] it is noted that although using a Gaussian probability
density for the temporal coherence is not strictly correct, it is still a reasonable choice as
the “width” of the probability density is more important than its precise shape. Here,
the width of a probability density f : R — R stands for the width of the corresponding
confidence interval at a given confidence level, which is derived from the temporal co-
herence of the microscope. As seen above, using a Gaussian probability density has the
advantage that the calculations can be performed analytically. Nonetheless, the theory
in Sections [2.2.1] and 2.2.2] is general enough to encompass other probability densities in
the full TCC or the large aperture approximation as well.

) Vo e R% (2.27)

Let r, > 0 such that supp(a) = B,,(0). Similar to the large aperture approximation
in the previous section, the support of TEM2k ig oiven by supp (TéShiZUka) = U x U with
U := B,,(0). Furthermore, we continue to assume that for all € > 0 there is a constant
a. > 0 such that a(z) > a. for all x € B,,_.(0).
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2.2 The transmission cross-coefficient

Properties [IHITl;  The first property holds, since
T w0, )" = a* (w)a(v)p (w)pz (v) B (w,0) By(w, v) = TE (0, )
=FEZ(vw) =Ej(v,w)
is valid for all v,w € R2. Property , i.e. the continuity of TEM#wka on U x U, follows
directly from the definition in Equation (2.24]). The equation
T (v,0) = a(v)? pz(0)[* BZ(v,0) Ef(v,v) = a(v)®
=1 =1 =1

shows that Property [[ITa] or Property [[ITH| holds depending on the particular kind of
aperture function that is used.

Property : The TCC is clearly measurable and bounded with TEb2uka (¢ ) < 1 for
all v, w € R?, which implies TEM?u € W (U). One way to show that the approximation
property holds for TEM#Uk involves, in a certain sense, reversing the analytical integration
in the derivation of the TCC and then approximating the integral representation with
Riemann sums as before. The reversal of the analytical integration can be achieved by
means of the following lemma.

Lemma 2.2.6. For every C' € R,

eXP(—CQ):/ ﬁ6210x6x2 dz.

Proof. The integral expression on the right-hand side of the equation can be rewritten
as the one-dimensional Fourier transform

<1
721Cx e~ dl'_/ \/_6 271'10ydy _ ﬁ(Ff)(C>
\/_
of the Gaussian function f(y) := e ™ ¥". The Fourier transform of f is (see e.g. [I7])
rw)?2 1
(Ff)(w) = i e VwelR

2 VLS
and it follows that
1
o VT

The spatial and temporal coherence envelopes can thus be expressed as

B w) = e (— (52) 19x20) - Vicelw)
=[x (— (%(%Xz(v) - asz(w)))Q)

T e VT (FF)(C) = e O

5 (2.98)
— f[ /Oo L exp < — 21 (akXZ( ) asz(QU)) g;) exp (_xz) da
i VE 3 Oocale) )
::CSZ’k(mw)

41



2 The forward model: image simulation

and

E¢(v,w) = exp (— <%M( ol — ||w||§)) >

= [ Jrexn (=2 T2 (1ol ~ wl}) 7) exp(—a) da

(2.29)

=:Cy(v,w)

for all v, w € R2.

The major advantage of expressing the envelope functions in this way is the fact that
CZk respectively C is not squared anymore. This results in an integrand that can be
factorized trivially with respect to v and w in contrast to the non-integral representations
of EZ and E; in Equations and ({2.26)), which can not be factorized directly.

The proof of the uniform convergence of Riemann sums approximating the three
integrals in Equations and proceeds essentially in the same way as the
proof of Proposition[2.2.4] First, the Lipschitz continuity of the integrands is established,
which is then used to compute a uniform upper bound on the difference of the Riemann
sums and the integrals. However, unlike the proof of Proposition [2.2.4] the uniform
convergence is shown for each of the three integrals individually at first.

Lemma 2.2.7. Let C : R?> x R? = R be a bounded function and

1 :
fouw(x) := 7 exp (— 2iC(v, w)z) exp(—z?) VreR Vo, we R

There exists a Lipschitz constant L > 0 independent of v,w € R? with

| fow(®) = fow(@)| < Lz -y Vz,ye R
for all v,w € R2.

Proof. 1f the first exponential function is split into a cosine and a sine term, then

| fow(®) = fou(y)]
‘ exp (— 2iC (v, w)z) exp(—z?) — = exp (— 2iC(v, w)y) exp(—y?)

)
)

<— ‘cos (2C (v, w)z) e — cos (2C(v, w)y)e

= ﬁ ‘(cos (2C (v, w)x) — isin (2C (v, w)x)

— (cos (2C(v,w)y) —isin (2C (v, w)y

S -

1 . 2 . 2
+ N ‘Sln (2C(v,w)z)e ™ —sin (2C(v,w)y)e ¥
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2.2 The transmission cross-coefficient

for all v,w € R? and all 2,y € R. Since C is bounded, there are constants Leos and Lgy,
independent of v, w such that the above sum is bounded by

1 1
Lcos |CL’ - yl + (Lcos + Lsin) |I - y|

1
= _Lsin - = =
NG Nz |z =yl NG

and therefore L : \%(LCOS + Lgn) is the desired Lipschitz constant. More explicitly,
since

’fv,w<x) - fv,w(y)l <

di cos(2C (v, w)x)e™ " ’

: 2 ’_QC(U’w) sin(QC(fu,w)x)e’m2 — 2z cos(2C (v, w)z)e™ "

<2||C, + ’2xe*m2

<2|C, +1
for all x € R and all v,w € R?, we may set Lo := 2 ||C||_ +1 and similarly for Ly,. O

Lemma, can not be applied to the functions C%7 and C; directly, since they are
not bounded. However, this problem can be easily circumvented by replacing CZ7 and
Cf with

ész’j REZx R 5 R, (v,w)— C%(v,w)ly(v)ly(w)
Ci R2xR* =R, (v,w) —~ Cp(v,w)ly(v)ly(w)
In doing so, the values of the TCC remain unchanged since TEM2ka(y ) = 0 for all

(v,w) € R*\U x U, but the result is that 5523 and 5f are bounded functions.
Proposition 2.2.8 (Factorization property). Let C' and f,,, as in Lemma and

T(v,w) := / fouw(x)da Vo, w € R

If C' can be written as C'(v,w) = c(v) — c(w) for a suitable function ¢ : R?* — R, then
there exists a sequence (T)nen of functions converging uniformly to T" with the following
property:

e Forall N € N, j € {l,...,N}, there are bounded functions hy ; : R*> — C such
that

Zth vk, (w)  Yu,we R

Proof. Consider the Riemann sums

M

Z 6vaw ](SM) = Z 6—\/A;[_T6Xp(— 2IC(U7w)]5M) eXp(_ (jéM)Q)

_ _iM 6M exp (\/—%(j(sM)Q)

Jj=

exp ( — QiC(U)j5M) exp ( - Qic(w)j5M)*
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2 The forward model: image simulation

for M € N and &y = M~* with k € (3,1). If we define

— (1 2
hM’j : R2 N (C7 s \/5M exp (ﬁ(]5M> ) exp ( o 210(U)j5M)

for all M € Nand all j € {—M, ..., M}, then the functions
Ty :R2xR? = C, (v,w) Z har; (V)R (w)

are approximations to 71" of the prescribed structure. It remains to show that the sequence
(T'nr)amren converges uniformly to 7.

Let v,w € R% By Lemma there exists a Lipschitz constant L > 0 of f,,, that is
independent of v and w. Using the triangle inequality, it follows that

M [e)
> Gubalin) = [ frulo)ds
j=—M e

(M+1)8rs

M
Z 5va,w(j6M) _/ fv,w(x) dx
j=—M

—Ms

IN

+ DM(Ua w)

M

(G+1)ém M (G+1)on
- Z / f'u,w(j(sM) dr — Z / fv,w(x) dz

j=—M Y30 j=—M IO

+ DM(U7 U})

M (J+1)dm
Z / ’fv,w(jéM)_fv,w(x” d$+DM(U7w)

j=—M Jons
< (2M + 1)63 Loy + Dap = (2M + 1) LS5, + Dy (v, w)

IN

where

—M(SM o0
Das(v,w) = / ()] do + / Fowl)] do < —= / exp(—
— Méps

0o (M+1)dns

Recall that 6y, = M~* with k: € (3,1). On the one hand, (2M + 1)Lé%, converges to
zero for M — oo, since k > 3. On the other hand, Méy = M*F — oo for M — oo,
since k < 1, which implies that Djy; — 0 uniformly for M — oo. O]

Putting it all together, the spatial and temporal coherence envelopes are approximated
by

2

. tial, k: spatial, k: spatial,k *
EZ(v,w) = lim re = lim H E h v)h w
5(7 ) Moo Z,M Moo Z,M,j Z,M,j ( )7
k=1 k=1j=—
t 1 z : t 1 t 1
Ef (U ’UJ) — lim T]\;mpora ( — lim h ernpora hﬂ(}mpora (w)*
M—o0 M—)oo ) i
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2.2 The transmission cross-coefficient

for all v, w € R?, where
spatial (T .
hZIjJ\tMLk(U) = Ym,j €Xp <—21 (TakXZ@)) ]5M> ;

empora. . TAN .
o) = anssexp (21 (T2 10l o

with yar; == /oarexp(—(jon)?)/V/m and dyy = M~% for k' € (3,1). By Proposi-
tion [2.2.8] each of the three sequences (T;?i}ial’l) MeNs (T;f’ijiau) ven and (T]t\f}mporal) MeN
converges uniformly to the respective integral function that it approximates. From Equa-
tions and it can be seen that the limit functions are bounded. Therefore,
the sequence of the products

spatial,1spatial,2 .~temporal
(TZ,M TZ,M TM )MGN

converges uniformly to the product of their respective limit functions, which is EZE;.
In conclusion,

M
TEMeka (g ) = Jim Z hzai ki (R (W) Yo,w € R? (2.30)
j7k7l:_M

with uniform convergence, where
hzajri(v) == tZ(U)hszp,ﬁf;l’l(U)hszla,%ti,aélg(v)h%lporal(v) Vv e R?

for all M € N and all j,k,l e {—-M,...,M}.

2.2.4 The focal integration approximation

As mentioned in Section [I.2], the MAL algorithm is based on the MIMAP algorithm and
mainly differs from the MIMAP algorithm in the way the simulated TEM images are
computed. The main contribution of the MAL algorithm is the use of the so-called focal
integration approximation instead of using Ishizuka’s TCC directly.

The focal integration approximation can be derived from Equation by fixing a
finite M € N instead of taking the limit on the right-hand side. Furthermore, in the focal
integration approximation only the temporal coherence envelope is approximated in this
way, whereas the spatial coherence envelope is replaced by EZ (v, w) ~ EZ(v,0)EZ(w,0).
While this yields an approximation of the temporal coherence envelope Ey with Riemann
sums corresponding to the integral

>~ 1 TAN
E¢(v,w) = / ﬁexp ( -2 5 (||v||§ - ||w||§)x> exp(—z®)dz  Vo,w € R?

as given in Equation ([2.29)), in the original MAL article [10] a slightly different integral
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2 The forward model: image simulation

representation of E; given by substituting x — ﬁaz, i.e.

By(vw) = [ alo)exp (~mixe (o} [wl})) do Vo.w e B2

1 :)32)
ANT) = —=eX —_— VI' - R, 2.31
fae) = <= e (2 (231)
KZLA,

V2
is approximated with Riemann sums. The resulting TCC is

M
Ty (0, w) = t5(0)t5 (w) BZ (v,0)EZ (w,0) > 6fx(56) exp (=mixjs([[v]; — Il )
j=—M
(2.32)
for all v,w € R2.

In practice, this can be a very good approximation to Ishizuka’s TCC. The approxi-
mation of the spatial coherence envelope by EZ (v, w) ~ EZ(v,0)EZ(w,0) is justified for
highly coherent field emission guns [10] and the approximation of the temporal coher-
ence envelope can clearly be arbitrarily good, depending on the magnitude of M € N.
However, the focal integration approximation has the conceptual disadvantage that two
additional parameters, M € N and 6 > 0, need to be adjusted appropriately in order to
get reasonable results. Note that the parameters M and d;; in Section [2.2.3] are not a
part of TEM#uk hut merely intermediate variables in the proof of . The authors in [10]
suggest to choose M € {2,3} depending on the desired level of accuracy and 6 ~ A.

In the following, the same conditions as in Sections [2.2.2] and [2.2.3] are imposed on the
aperture function. As before, the support of TH™" satisfies supp(T5AY) C U x U for
U := B,,(0). Furthermore, it is assumed that the wave aberration function contains only
isotropic aberrations, that is, the coefficients of the anisotropic aberrations are assumed
to be zero.

Properties |I| and E: Both the symmetry property T3 (v, w)* = THAL (w,v) for all
v,w € R? as well as the fact that THAL is continuous on U x U can directly be verified
with the definition in Equation ([2.32]).

Property Ill;  For all v € R?, we have

TYAL (0, 0) = a(v)?EZ(v,0)? .Z 5fx(59).

j=-

The temporal coherence factor Zj\if v 0fx(j0) is equal to a positive constant ¢; > 0
that is independent of v. The spatial coherence factor is
2

B20,07 = e (~ (52) 19320) = Vo)) = esp (= (55) IVxa)l)
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2.2 The transmission cross-coefficient

where Vxz(0) = 0 follows from Equation (2.10]). Since xz is continuously differentiable,
v ||Vxz(v)|3 is a continuous function and there exists a constant & < oo such that

max | Vxz(v)[l; = &
velU

This implies EZ(v,0)* > exp ( — (%)5)2 —=: ¢y, > 0 for all v € U and consequently
TYA (v, 0) > crepa(v)? Vo eUl.

This shows that Property or holds depending on the particular choice of the
aperture function.

Property IVE  The measurability and boundedness of THAL follows immediately from
Equation (2.32). Since EZ is real-valued and fx is nonnegative, the TCC T3 can be
written as

M
T, w) = Y hz(0)hy;(w)  Yo,we R?
j=—M

with
hz;(v) = tz(v)ESZ(U, 0)4/0fx(jd)exp ( — mAjo ||v||g) Vo € R?

for all j € {—M,..., M}. Thus, THAL is itself a x-separable weight and can therefore
trivially be approximated with a uniformly convergent sequence of x-separable weights.

Remark 2.2.9. Using T} instead of TEM#Uk has the advantage that the Fourier
transform may be used to accelerate the image simulation greatly. By Equation (£2.1)),
the relationship between a real space TEM image at focus Z and the corresponding exit
wave W is

M
F o z) = F H(Wopgn U) = FHW apyar U) = Z F 1 ((Whzy) * (Phyy))

j=—M
M
_ 2
= > |7 (Vhgy)
j=—M
and the rightmost side can be evaluated efficiently using the fast Fourier transform.

2.2.5 The quasi-coherent TCC

All of the previously considered TCCs can be associated with a non-linear imaging
model. In a non-linear imaging model, all interferences are taken into account, including
in particular the interferences between two frequencies v, w € R? with v # 0 and w # 0.
In a linear imaging model on the other hand, only those interferences between two
frequencies v, w € R? are considered where either v = 0 or w = 0. This is equivalent to
saying that the TCC corresponding to a linear imaging model is of the form hy(v)h3(w)
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2 The forward model: image simulation

for a suitable function hy : R? — C. In a linear imaging model, a TEM image is therefore
given by

FH s U) = F 7 ((Why) * (Vhy)) = | F 7 (Why)|* = | F (@) « F ' (ha)|”,
(2.33)
where TU (v, w) = hz(v)hy(w) for all v,w € R? This shows that in real space
coordinates the image plane electron wave F (W) x F~!(hz) is simply a convolution of
the exit plane electron wave F~!(¥) with the point spread function F~*(hyz).
In the quasi-coherent approximation, the coherence envelopes are approximated by

EZ(v,w) =~ EZ(v,0)E?(w,0)  Vv,w € R?,
E¢(v,w) = E¢(v,0)Ef(w,0) Vo, w € R?

and the corresponding TCC is given by
TEM (v, w) ==tz (v)ty(w)EZ (v,0)EZ(w, 0)Ef(v, 0)Ef(w, 0) Vo,w € R
This TCC is clearly of the form T3 (v, w) = hz(v)h}(w) with
hz(v) ==tz (v)EZ(v,0)E(v,0).
Properties [[HIVE If the aperture function satisfies the same conditions as before and

U = B,,(0), then all of the properties can be shown just like in the previous section for
the focal integration approximation.

2.2.6 The coherent TCC

For a perfectly coherent TEM, the coherence parameters o and A for the spatial and
temporal coherence are equal to zero. By the definition of the coherence envelopes in
Equations (2.25)) and (2.26)), this yields EZ(v,w) =1 and E¢(v,w) = 1 for all v, w € R?.
Hence, the TCC for coherent imaging is

T, w) ==tz (v)th(w) = a(v)a*(w)pz(v)ph(w) Vo, w € R

Alternatively, this TCC can be retrieved from the full TCC in Section directly.
Consider sequences (s, )neny € LY (R2, R)N and (f,,)nen € LR, R)YN of probability density
functions with

lim Sp(u)du =1 and lim fa(Q)d¢ =1

n—oo BE(O) n—oo (—8,5)

for all e > 0. Then

lim lim /R/R2 $n () frn(Qtzac(v +u)tzy (W +u)dud( = tz(v)t;(w) = TS (v, w)

n—00 M—r00

holds for all v,w € R? such that the aperture function a is continuous in v and w. This
follows from applying the auxiliary lemma [2.2.10] twice.
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2.2 The transmission cross-coefficient

Lemma 2.2.10. Let d € N and (g,)nen € L' (R4 Rxo) be a sequence of nonnegative
integrable functions with [g, gn(z)daz =1 for alln € N and

lim gu(z)dz =1

for alle > 0. If f : R? — C is bounded and continuous in 0, then

lim gn(x) f(x)dx = f(0).

n—o0 R4

Proof. For all € > 0 we have

[ m)s@ae - s0)

| o) (1) = 70)) da
< [ @@ =0l drt [ @)1~ 0] de

R4\ B¢ (0)

< sup |f(z) = f(0)

|
CCEBS (0) Bs (0)

() dz + 2| ] / gn() e

R\ B (0)

Taking the limit n — oo, it follows that

/Rd gn() f(z)dz — f(O)‘ < sup |f(x)— £(0)].

x€B:(0)

lim sup
n—oo

Since this inequality holds for all € > 0 and f is continuous in 0, the claim follows. [

Properties [[HIVE  Assuming that the aperture function satisfies the same conditions as
in the previous sections, we set U := B,,(0) and all of the properties follow directly from
the definition of T".

2.2.7 Summary

The notation and results from Sections [2.2.1] to 2.2.6] are summarized below.

Transmission cross-coefficients: In the following tables, the definition of the TCCs is
given along with sufficient conditions on their constituents such that all of the properties

MHIV] hold.
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2 The forward model: image simulation

2.2.1; The full TCC

Tgull U ’U) / / pz+C(U+u)a(v+u)p}+g(w+u)a*(w+u) dUdC
R2

U BT9+Ta(

es:R? R differentiable probability density with bounded support,
supp(s) = B,.(0), and Ve > 03s. > 0: s(z) > s. Vo € B,,_.(0).

e f:R—-R differentiable probability density.
e pz :R? - C pure phase transfer function as defined in Equation (2.9)).

ea:R* - R  bounded, differentiable function with 0 < |a(z)] < 1Vz € R,

bounded support, supp(a) = B,,(0), and
Ve>0da.>0: a(z) >a. Vo€ B,,_.(0).

Additionally, the functions need to satisfy Equation (2.16]) from Proposition [2.2.4]

|2.2.2|: The large aperture approximation

T3 (v, w) // (Opzc(v +u)pzy(w+u)dudg
R2

U= Bra (0>

es:R? R differentiable probability density with bounded support,
supp(s) = B,.(0), and Ve > 03s. > 0: s(z) > s. Va € B,,_.(0).

e f:R—-R differentiable probability density.
e pz : R? - C pure phase transfer function as defined in Equation 1'

ea:R* - R  bounded function with 0 < |a(z)| < 1Vz € R, bounded support,
supp(a) = B,,(0), and Ve > 03Ja. >0: a(z) > a. Va € B,,_.(0).

Additionally, the functions need to satisfy Equation || from Proposition
with g and ¢, ,, as given in Section [2.2.2

2.2.3; Ishizuka’s TCC

TéShizuka(Uv w) = a(v)a*(w)pZ(v)p*Z<w>EsZ (U7 w)Ef (U, w)

U - BTa (0)
ep, :R> = C pure phase transfer function as defined in Equation ([2.9)).
ea:R* >R bounded function with 0 < |a(z)] <1Vz € R,

bounded support, supp(a) = B,, (0), and
Ve>0da.>0: a(x)>a.Vx € B,,_.(0).

e FZ:R? x R?* — [0,1] spatial coherence envelope as defined in Equation (2.25)).

o Iy : R? x R? = [0,1] temporal coherence envelope as defined in Equation (£2.26).
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2.2 The transmission cross-coefficient

|2.2.4|: The focal integration approximation

M

TYM (0, w) = t7(0)ty(w) BZ (0,0)EZ (w,0) Y §fx(j6) exp (—=mirjo ([loll; — [[wl3))
U = B,,(0) FﬁM

oiy:R*—=C pupil function tz(v) = pz(v)a(v) for all v € R%

ep; :R? = C pure phase transfer function as defined in Equation ([2.9)).
oa:R?—=R bounded function with 0 < |a(x)] < 1Vz € R,

bounded support, supp(a) = B,,(0), and
Ve>0da.>0: a(z) >a.Vz e B,,_.(0).

e £Z :R* x R? — [0,1] spatial coherence envelope as defined in Equation (2.25)).

o f[x:R—=R Gaussian function as defined in Equation ([2.31)).

|2.2.5|: The quasi-coherent TCC

T‘Zl‘COh(U,w) = a(v)a*(w)pz(v)py(w)EZ (v,0)EZ (w,0)Ey (v, 0) Ef(w, 0)
U= Bra(())

epy; R C pure phase transfer function as defined in Equation ([2.9)).

ea:R* >R bounded function with 0 < |a(z)| <1Vx € R,

bounded support, supp(a) = B, (0), and
Ve>0da.>0: a(z) >a.Vz e B,,_.(0).

e £Z :R? x R? — [0,1] spatial coherence envelope as defined in Equation ([2.25]).

e [y : R? x R* — [0,1] temporal coherence envelope as defined in Equation (2.26]).

|2.2.6|: The coherent TCC

T3 v, w) = a(v)a™(w)pz(v)py(w)
U= Bm (0)

e p; : R?> - C pure phase transfer function as defined in Equation (2.9)).

ea:R*> >R bounded function with 0 < |a(z)] < 1Vz € R,

bounded support, supp(a) = B,,(0), and
Ve>03a.>0: a(z) >a.Vz € B,,_.(0).

Auxiliary functions: The following functions are a part of the various TCCs.

e Pure phase transfer function (Equation ((2.9)):

pz(v) = exp ( — 2mixz(v)) VveR? (Z€R).
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2 The forward model: image simulation

e Wave aberration function (Equation (2.10))):

1 GO | .
xz(v) = X Z Z Ecmyn)\m Jv]l5" cos (n(arg(v) — @mn)) Vo e R?

meN n=0
m-+n even

(Z € R, only finitely many coefficients ¢, ,, # 0).

e Aperture function (Equations (2.12)) to (2.14):

a(v) = L it Affelly < o, VoeR? or
0, otherwise
20,12 2 -1
1 ()‘ ”’U”22_O‘max>> f d
as(v) = ( exp 5 il <5 g e (46> 0)
0, otherwise

(or a smooth approximation to the above functions with bounded support).

e Spatial coherence envelope (Equation ((2.25)):
2
EZ(v,w) = exp (— (%) Vxz(v) — VXZ(w)Hg) Vo,w € R
e Temporal coherence envelope (Equation ([2.26])):

1 2
Byfow) = exp (N2 (ol = Julf)’)  vow e B

e Gaussian in the focal integration approximation (Equation (2.31])):

f~(x)—;ex (—$—2) VzeR
N A YC |

Notation: The following tables give a brief overview of the notation used in the previ-
ous sections. The same notation will be kept in the subsequent chapters.

General variables
A | Electron wavelength
Omax | Maximum semiangle allowed by the objective aperture

Aberrations

(Cmms Ymm) | Aberration coefficients (m € N,n € {0,...,m} : m +n even)
Z | focus (Z = cap)
Cs | third-order spherical aberration (Cs = ¢4)
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2.3 Properties of the forward model

Coherence parameters

qo | “Width” of the Gaussian function used for the intensity distribution of the
illumination s (see Equation )

a | Approximately equal to the half angle of beam convergence

(spatial coherence, a = go)

A | Focal spread parameter (temporal coherence, see Equation )

AN 1
A A_EA

2.3 Properties of the forward model

The results presented so far allow us to formulate and proof several properties of TEM
images that are simulated with any of the previously introduced TCCs. In this section,
the function Tz : R? x R? — C stands for any of the TCCs from Section [2.2]

A basic, but important, property of the simulated images ¥ xr, ¥ is the fact that
they are square-integrable for any exit wave ¥ € L?*(R? C), which follows from Corol-
lary[2.1.4l Additionally, the support of the simulated images is bounded in Fourier space,
which is a consequence of the bandwidth limit imposed by the objective aperture. If
r > 0 is chosen such that supp(7Tz) C U x U with U := B,(0), then it can be seen from

(Vor, @) = [ W@Vt )Tale +ya)dy Vo R

that supp(¥ xr, V) C By,(0). It should be noted that this implies that the support of
real space TEM images is in fact unbounded, although the recorded images naturally
only have a limited size. This error will be treated as a discretization error in algorithms
for exit wave reconstruction (see Section .

Lemma 2.3.1. The simulated real space images F (U7, W) are smooth functions for
all ¥ € L?(R?,C).

Proof. By Lemma and since supp (V¥ x1, V) C By, (0), the simulated Fourier space
images Wx7, ¥ are bounded with bounded support. For all n € N?| there is a multivariate
polynomial function p, : R?> — C such that

mn

(0 2, W) () Le2mivs

oxn - |(\P *Ty \Ij) (y)pn(y)l =: gn(y) Va,ye R2

and g, € L'(R?,C) is an integrable function since supp(¥ x7, ¥) C By,.(0) and ¥ 7, ¥
is integrable. Thus, by the dominated convergence theorem, the partial derivatives of
the real space images exist and are given by

an
oxm

n

‘F_l (\Ij *Ty \P) (x) = / (\IJ *Ty \Ij) (3»%627&38@ dy Ve R2
R2

for all n € N2, O
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2 The forward model: image simulation

Since images recorded with a TEM correspond to the squared amplitude of the electron
wave, they are not just real-valued but also nonnegative. It can be shown that this
also pertains to simulated TEM images as long as the TCC satisfies the factorization
property [[V] This is an immediate consequence of Lemma and is formulated here
as a corollary for completeness:

Corollary 2.3.2. The simulated real space images F (¥ xr, W) are real-valued and
nonnegative for all ¥ € L*(R?,C).

Another intuitive, yet mathematically not obvious property of the forward model is
the fact that if the exit wave is translated in real space coordinates, then the simulated
images are translated the same way. In order to show this, the translation and the
modulation by a vector z € R? are denoted by

¢, R* = R* 22+ 2,
g, R* = C, x> exp(2miz - 2)
in the following lemma.
Lemma 2.3.3. If ¢ € L*(R?,C) and z € R?, then
FHFW o) wr, F(hod.)) = F (¥ xr, )0 ¢,
where U = F(¢) € L*(R? C).

Proof. A universal property of the Fourier transform is that it converts a modulation p,
to a translation ¢, and vice versa. More precisely, the equations

F(fog.)=F(flp. and  F ' (fu.)=F (f)og. (2.34)
hold for all f € L*(R?,C). This implies
(F(¥ 0 2) %, Fli 0 ¢.)) ()
= ((Vp2) *1, (Vpi)) (2)

= /R V()W (z + y)pz(y)p=(z +y)Tz(z + y,y) dy

= o) [ W+ )Tel+ 9.)dy

— () (¥ o, ) ()
for all z € R?. The claim follows by taking the inverse Fourier transform on the left-hand

side and the right-hand side of the above chain of equality and applying Equation ([2.34))
once more. O

Lemma [2.3.3] is stated in real space coordinates using translations in order to provide
an intuitive view of the result. However, on occasion the equivalent identities

(Up.) +1, (Up.) = (U wp, W), and (2.35)
F N (Wps) *r, (Tp)) = F (¥ xr, U)o ¢, (2.36)
are more useful for algebraic manipulations than applying Lemma directly.
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3 The inverse problem: exit wave
reconstruction

In this chapter, three closely related variational approaches to exit wave reconstruction
are presented. These approaches are all based on the minimization of a given objective
functional, whose mathematical properties are investigated in this chapter. The algo-
rithms and numerical methods that are used to find a minimizer computationally are
discussed in Chapter [4

First, a brief overview of the MIMAP and MAL functionals is given in Section [3.1}
One of the main differences of the functionals is the fact that the MIMAP functionals
include a generalized Tikhonov regularizer for the exit wave, whereas the MAL functional
does not contain a regularizer for the exit wave. For this reason, the importance of the
regularizer with regard to the coercivity of the functional is investigated in Section [3.2]
where it is shown that the MAL functional is not coercive. Then, a novel objective
functional F, for joint exit wave reconstruction and image registration is introduced in
Section This functional extends the MIMAP and MAL functionals by incorporating
the registration more directly into the functional and thus allows for a simultaneous
optimization of the exit wave and the registration. A part of the properties of F,
given here have previously been published in [I4]. The main result in this section is
the existence of minimizers of E,. Finally, the convexity of the objective functional is
investigated in Section [3.4]

In a nutshell, the problem of reconstructing the exit wave from a series of TEM images
taken at different focus values can be phrased as follows:

( )
Given: A series of N € N images ¢i,...,9y € L*(R? Rsg) and the corresponding

focus values 71, ..., Zy € R.

Task: Find a function ¥ € L?(R? C) such that

95 = F (Woppn ) Vje{l,...,N}. (3.1)

(. J

As stated in Section [1.2] only focus image series will be considered here, although
theoretically any other microscope parameter that is involved in the forward model can
be varied as well. If, for example, the accelerating voltage or the spherical aberration
were varied in the experimental image series, then the TCC would depend on the electron
wavelength A or the spherical aberration Cy instead of the focus Z. This does not affect
the theory in Chapter [2/in any way, since all of the instrument’s parameters are assumed
to be constant for the simulation of a single image. Thus, the results presented here
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3 The inverse problem: exit wave reconstruction

continue to hold if other parameters than the focus are varied within the image series.

3.1 Existing variational approaches for exit wave
reconstruction

In both the MIMAP and the MAL algorithm, the exit wave is reconstructed by mini-
mizing a functional of the kind

N
) =3 W, - Flg)|2 + oW - a2 VU ARL0),  (32)

Jj=1

where o > 0 and Ty, is the approximation to Té‘;u that is used in the respective al-
gorithm. As before, g1,...,g8 € L?*(R* Rsq) are experimental TEM images in real
space, which have been acquired with the focus values 71, ..., Zy € R. The parameter
U, € L*(R?,C) is an a-priori estimate of the exit wave.

Thus, the functional in Equation consists of a data term measuring the squared
L? distance of the simulated and experimental TEM images in Fourier space and a
generalized Tikhonov regularizer for the exit wave. Note that the data term is well-
defined, since ¥ *Ty, U is square-integrable by Corollary [2.1.4

3.1.1 The MIMAP functionals
In the original MIMAP algorithm as described in [38], the MIMAP functionals are
defined as

N
2
Jclr\/HMAP,m[\II] = Z H\I’ *TJMIMAP,m \If — f(gj) ‘L2 +o0 H‘I/ — \I]M”iz
7=1

for m € {1,2}, where o is inversely proportional to the signal-to-noise ratio. Two
different kinds of TCCs are considered for the image simulation: an extension of the
quasi-coherent TCC and an extension of Ishizuka’s TCC.

The original MIMAP functionals also include a term for a background constant, which
is omitted here. This term was intended to account for an artificial constant that is
added to the images if they are recorded using photographic film plates and copied
subsequently, which was common at the time of writing of [38] in 1984.

The extension of the quasi-coherent TCC: The MIMAP algorithm as described
in [38] makes use of a slight generalization of the quasi-coherent TCC described in
Section [2.2.5] which includes two additional effects. On the one hand, the term u in the
derivation of Ishizuka’s TCC in Equation is not approximated by unity. On the
other hand, the registration and a Debye-Waller temperature coefficient are included in
the TCC, both of which are, strictly speaking, not a part of the microscope’s transfer
function.
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3.1 Existing variational approaches for exit wave reconstruction

Explicitly, the quasi-coherent TCC used in the MIMAP algorithm is

T]MIMAP,l(ij) — hj<v)h;f<w) Vo, w € R?

with

1 B vl
h;(v) = exp (iXz, (v)) ——=——==exp (— ||4“||2) exp(2miv - t) Vo € R?

1+ <o llvllz
forall j € {1,...,N}.

The leftmost factor exp (i?zj (v)) is closely related to the function hyz, of the quasi-

coherent TCC TZCOh defined in Section [2.2.5, which is shown in the following. The
function Yz; comprises the wave aberration function and the coherence envelopes and is
defined as

~ A HUH2 1 2\ \2 (1|12 2
Re (Xz,(v)) = ———25 [ —5Cs (1 —eo ||v]l3) A vl — Z Vo e R
( ) 1 + &0 HUHE 2 ( 2) 2
2
I (5, () = © 0l (CCR oy = 2)°  Gr XAl e
’ L+ o flols L+ o [[ull; 7

where gy = m2a?A? [24] 70, 38]. By Equations ([2.11]) and (2.27)), the real and imaginary

parts of Xz, can be written as

—2mxz,(v)  1CseomA3 ||v||;3

Re (xz, = v R? 3.3

) = Tl EEITAA .

im () = G ITa 0l JOA I e gy
’ Y T A WP T | |

assuming that only the focus and the spherical aberration are considered for the wave
aberration function. Note that the numerators of the two fractions in Equation
are identical to the negated exponents of the spatial and temporal coherence envelopes
in Equations and with w = 0. If u(v) :== 1+ A22X2¢2 |v|l5 = 1+ & |3
is approximated by 1 as in Equation in the derivation of Ishizuka’s TCC and the
second term in Equation is neglected, then the function Xz, reduces to

e’

- . 2 2 1
%o, 0) ~ ~2m 0+ ((5) IV Ol + Jran? pll) - o e R
and consequently
exp (iXz,(v)) = pz,(v)EZ (v,0)Ef(v,0) Vo € R%

The constant B € R is a Debye-Waller temperature coefficient that models thermal vi-
brations of the specimen during image acquisition. Strictly speaking, the corresponding
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3 The inverse problem: exit wave reconstruction

Debye-Waller factor exp ( — B o3 / 4) is not related to the microscope’s transfer func-
tion. Nevertheless, it is added to the TCC with the intention of reducing the blurring
of the exit wave caused by thermal vibrations [38, p. 154].

Finally, the registration of the TEM images is also incorporated into the TCC by
means of the modulation i, (v) := exp(27iv-t;) with t; € R*. Since the Fourier transform
converts modulations to translations and vice versa, it follows from Equation and

9 2

~ 2 ~
,F_l(\I’ *TJMIMAP,I \I’) = }‘F_l(‘llhj)‘ = ‘«F_l(qjhj,utj) = ‘f_l(qjhj) © ¢tj

— |7 (why) * o,

that the modulation by p;; indeed translates the simulated images in real space. Here,
¢y : R? = Rz — x + y is the translation by y € R? and h; := hj/ ;-

Although the possibility of an objective aperture is mentioned in [38, p. 163], no
aperture term is explicitly included in the function h;. If an aperture function is added to
the definition of h;, then the properties also hold for T]MIMAP’l. Adding an aperture
function poses no limitation on the practical application of the MIMAP functional, since
the aperture function may be chosen equal to unity on the entire (finite) domain of the
experimental TEM images.

The extension of Ishizuka’s TCC: Another, more generally valid form of the TCC
that is considered in [3§] for the MIMAP functional is an extension of Ishizuka’s TCC.
It is defined as

@MIMAP,Q(U,,LU) — ij (v, w)kj(v)k;(w) Vo, w € R?

for all j € {1,..., N}, where TZJ. denotes the last line of Equation (2.23) with Z = Z;
and

B ||ll;
k;i(v) :==exp [ ———2 | exp(2miv - ;) Vo e R%

4
Thus, just like the extension of the quasi-coherent TCC T;MHMAP’I7 the extension of
Ishizuka’s TCC does not replace u by 1 and includes a Debye-Waller factor as well as

the registration. The statement on the Debye-Waller factor carries over from T;\/[HV[AP’1

to YEMIMAPQ. If an aperture function is added to k;, then the support of T;VIH\MP’2 is

bounded. The modulation again acts as a translation on the simulated images in real
space by Lemma [2.3.3]

If an aperture function is added, then the TCC also satisfies the properties [[HIII| along
with T;\/HMAP’2 € W(U) for an appropriate bounded set U C R?. However, it is not clear
if the TCC also satisfies the factorization property [[V], which can likely be checked with
another elongated proof along the lines of Proposition [2.2.8] The factorization property
of T;vmv[AP’2 is not investigated in more detail here, since this TCC can be considered as
an intermediate stage between the large aperture approximation and Ishizuka’s TCC,
both of which satisfy the factorization property.
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3.2 Coercivity

3.1.2 The MAL functional
In the MAL algorithm, the functional

2
L2

N
1
JMAL[\I/] = N Z H\IJ *Tg[_AL U — ‘F(g] o ¢t]')
=1 ’

is minimized in order to reconstruct the exit wave from a focus image series [10]. The
MAL algorithm therefore does not utilize a regularizer for the exit wave and it is argued
that the regularizer in the MIMAP functionals obstructs convergence instead of improv-
ing it [10, p. 119]. In Section m, it has been shown that the TCC T %AL satisfies all
of the properties [[HIV]

The translations ¢, that are applied to the experimental input images g; for all
j =1,...,N are not included explicitly in the MAL functional in [10]. Rather, it is
stated that the registration of the image series is updated after every minimization step
of the functional, which implies that the experimental input images g; are replaced with
the shifted images g; o ¢y, .

3.2 Coercivity

The coercivity of the functionals is a crucial property if one wants to show the existence
of minimizers with the direct method. Here, a function f : V' — W between two normed
vector spaces (V, ||-||;,) and (W, ||-||;,) is called coercive if and only if

Tim | (03 = o

holds for all sequences (vg)ken € VY with limy_,o [0k, = o0.

The MIMAP functionals are clearly coercive because of the regularizer o | ¥ — \I’MHiz.
This is a beneficial, but likely unintentional, side-effect of the regularizer, as its original
purpose was to improve the reliability of a minimizer in the case of a low signal-to-
noise ratio. However, since the regularizer was removed from the functional in the MAL
algorithm, it is not clear if the MAL functional is coercive as well. It is therefore natural
to ask if the regularizer is necessary for the coercivity of the functional.

3.2.1 A special case: low-pass filter approximation

A partial answer to this question is given below in multiple steps, which show that the
functional
LXU,C) =R, W [[(Tpg) * (¥pz) — Gllze (3.5)

is not coercive for any G € L*(R? C) and any measurable subset U C R? with non-
empty interior. This functional is identical to the MAL functional in the case of perfectly
coherent illumination and only a single experimental input image.

The intuition behind the non-coercivity of Equation (3.5]) is given by considering the
functional J[f] = ||f * f||,. with f € L*(R?,C), d € N.
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3 The inverse problem: exit wave reconstruction

Lemma 3.2.1. The functional
J:LXRY,C) =R, [ |If* fll
s not coercive for all d € N.

Proof. Define the functions

[TL & if1<a<dVie{l,...d}

g5 RS R, 2 )
0, otherwise

for all § > 1. Then

d

o1
_ - — d
g5l > = /w | | . de = (/1 ; dy) In(0) A

and

2 Tl 1 ¢ 1\
ot = [ Tl =y ([ pa) =y(1-5) mzreoe

If we set f5 := F(gs) for all § > 1, then f; € L?(R% C) and it follows that

TSl = s+ folle = ||| 7ol

=gl 52 b

but || fsll;2 = ll9sll ;2 0 since the Fourier transform is unitary. Therefore J is not
coercive. [

In order to show that the functional in Equation (3.5) is not coercive, the above
observation is generalized to

LAUC) =R, [ |f* [l (3.6)

for measurable sets U C RY with non-empty interior. This implies that the functional
in Equation (3.5)) is not coercive, since pz(v) # 0 for all v € R? and

I(¥pz) * (¥pz) = Gll72 < 2[(¥pz) * (¥pz)llz2 + 2[| G

for all ¥ € L*(A,C) and all G € L*(R? C).

Since the support of gs in Lemma [3.2.1] is bounded for all § > 1, the support of its
Fourier transform fs = F(gs) is necessarily unbounded. Therefore, it is not directly
possible to apply the proof of Lemma to a functional with the domain L?*(U,C)
for measurable sets U # R In order to construct a suitable sequence of functions
with bounded support, the functions fs are multiplied with the characteristic function
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3.2 Coercivity

11 1. It is well known that 7 (sinc) = 1_ 1 17, where sinc is the normalized cardinal
sine function defined as .
' SlIl(Tl'(II)’ if 7& 0,
sinc(z) =< ™ '
1, if x =0.

By the convolution theorem, the multiplication of fs with the characteristic function
1. 1 corresponds to a convolution of g5 with sinc, since

F(gs + sinc) = F(gs)F (sinc) = fs1_

303

In other words, convolving gs with sinc corresponds to applying an ideal low-pass filter
with cutoff frequency % to gs.
It remains to show that gs * sinc is sufficiently “close” to gs in the sense of

. . . . )
515& llgs * sinc|| ;2 = o0 and 615210 H(% * sinc) HL2 < 0.

The central tool to this end is Lemma [3.2.2] which provides a method to estimate how
well a scalar function g : R — R is approximated by g * k for an appropriate function
k:R —R.

Interval arithmetic is utilized in order to compute bounds for the real-valued functions
in Lemma [3.2.2] The sum and the difference of two intervals I; := [a,b] and I, := [c, d]
are defined as

[1+[2 :{:C—i—y|:lj'611,yEIQ}:[a—I—C,b—i—d],
L—-L:={x—yleel,yehl=la—db—(

for all a,b,c,d € R with a < b and ¢ < d. Furthermore, a scalar e € R is identified with
the interval [e, e].

Lemma 3.2.2 ([14, Lemma B.1]). Let g : R — R be monotonic, bounded and positive,
ke Ll (R ,R) and N > 0. If there are constants ay, By > 0 such that

loc

e |/ k(y)dy| < ay for all intervals I C [-N, N],
o UI k(y) dy‘ < By for all bounded intervals I C R\[—N, NJ,

then

(9% k)(x) € dng(x — N) + |g(z + N) — g(z = N)| [~aw, o] + 4 [lg]l [ 5w, Br],

where oy = |

[~ N,N] k(y)dy, holds for all x € R.

Proof. Let x € R and split the integral into three parts,
-N

(gxk)(x) = / 9(z —y)k(y) dy + / 9(z — y)k(y) dy + / g(z —y)k(y) dy.

N N —00

oo
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3 The inverse problem: exit wave reconstruction

By the second mean value theorem of integral calculus [31], there exists a B € [N, N|
with

B N

k(y)dy + glz — N) / k(y) dy

/_jjvvg(fc—y)k(y)dyzg(erN)/_N

B B

=g(w+N)/

—-N

by + 96~ ) (o |

-N

k‘(y)dy>
—(g(:c+N)—g(x—N>)/ k(y)dy +ong(z = N)

€ lg(x+ N)—g(x — N)| [—;zN,OzN] +dng(x — N).

Bounds for the other two integrals can also be found using the second mean value
theorem: for every M > N there exists a Qp € [N, M] with

/NOO g(x —y)k(y)dy = A}iinm/N g(r —y)k(y) dy

Qm M
= Jim o= N) [ R dy+ g — ) [ k) dy

M— o0 N

€ 2|9lloo [=5n O]
and similarly for the third integral. O

As mentioned above, the normalized cardinal sine function k := sinc is of particular
interest as the convolution kernel. If I = [¢,d] C R is a bounded interval, then the
integral [, k(y) dy can be expressed in terms of the sine integral Si(x) = foz sin(y)/y dy
by means of

/Ik(y) dy = ! /” sin(y) dy = %(Si(wd) — Si(mc)).

T Jre Y
By rewriting the integral in this way, suitable values for a and Sy as well as a bound
on dy can be determined from the properties of Si.
It is well known that |Si(z)] < Si(m) < 2 for all z € R. Moreover, we have
|Si(z) — | < L for all # > 0, which can be shown as follows [12]: the equation

T Si(z) = /°° sin(t) g = /0°° sin(z + t) g — /0°° sin(z) cos(t) + cos(x) sin(t) &t

2 t x+t T+t

holds for all x > 0, since Ooo Sm—t(t) dt = 7. Similar to Parseval’s theorem for the Fourier

transform, a useful property of the Laplace transform is the fact that the Laplace trans-
form £ can be applied to the integrand as [~ f(z)g(z)dz = [ L(f) ()L (9)(y) dy.
Applying the Laplace transform to the numerator and the inverse Laplace transform to
(x +t)~! yields [46]

/oo sin(z) cos(t) 4 cos(z) sin(t) dt — /OO (sin(x)

T+t

S 1 —sx
1 + cos(a‘;)s2 n 1) e *ds
oo : . 1
[ ket 1) o,
0

s2+1
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3.2 Coercivity

and, using the Cauchy-Schwarz inequality, it follows that

Si(x) — Z‘ S/ | (sin(x), cos(z)], ||(8,1)||26_sz de
2 0 s2+1

ee 1 & 1
= / e ds < / e ds=—.
0 s2+1 0 x

A direct consequence of this inequality is that ‘Si(x) + §| < L holds for all z < 0
because of the point symmetry of the sine integral.
Now fix an arbitrary N > 0. If I = [¢,d] C [-N, N], then

/Ik(y) dy‘ = L [Si(rd) — Si(rme)| < +(2+2) =

=: ay,

SRS

On the other hand, if we consider an interval I = [¢,d] C (N, 00), then

/Ik(y) dy‘ =

[Si(7d) — Si(we)| = % ‘(Si(wd) - g) - (Si(ﬂc) - g)‘

and similarly | [, k(y)dy| < 25 = By for I = [c,d] C (—o0,—N). The value of dy is
bounded by

21 2

9
oy — 1] = k() dy — 1| = |ZSi(rN) — 1| < 2— = .
|on — 1 ‘/{_NM (y) dy ' ‘W i(mN) ’_MN =N

Lemma 3.2.3 ([14, Lemma B.2]). The functional f — || f x f| . with f € L*(I,C) is
not coercive for any proper interval I C R.

Proof. For § > 1 let g5 : R — R with gs(z) = \/i% for all x € [1,0] and gs(x) = 0 for all
x € R\[1,6]. The function gs is neither monotonic nor positive but it can be written as
the difference of two monotonic, bounded and positive functions gs; and gs2, €.g.

L . 1, if <1,

1IHr <<

=< ’ d ={2-L if1<z<$

951(2) {2, ooy e SESEFED
2, if x > 0.

Applying Lemma to gs; for j € {1,2} and using the values for oy and S derived
above as well as the bound on dy yields bounds (gs; * k) () € [Lsjn(2), Usjn(z)] for
all z € R and all N > 0, where

2 4 16
Lsjn(x) == gs;(x — N) (1 - 7T2N) —lgsi(x +N) = gsj(@ = N)[ — — -,

4 16

TN MmN’

63



3 The inverse problem: exit wave reconstruction

Therefore, gs * k is bounded by
(g5 % k) (x) = (951 % k) (x) — (952 * k) ()
€ [Lsan(7) = Usan(x),Usan(x) — Loz n(T)]
for all z € R and all N > 0. In particular, choosing x = 2N yields the lower bounds
(1-12588) L - 8L+ 31 N e [1,]]
3 VN w2 N w2 NN’ > 310
1 40 1 2 1 if N e (g, 5:|

-0 if N € (9,00)

(95 % k)(2N) >

?

and the upper bounds

12—4+/3 40 2 1 )
<1+ 3 )JLN—FW_%_F_N ~ lfNE[l,g],
(95 % k)2N) S Q (14 4) L4201 2 1 it N e (2,0],
2 if N € (6,00)

for all N > 1. A bound on (g5 * k:) (z) for negative values of x can be found similarly by
choosing x = — N, which yields (g5 * k:) (=N) € [;2—3]3, %} for all N > 0. Furthermore,
gs * k is uniformly bounded by

lgs * Flloe < Ngsllpa 1Ell s < llgoollpa IEll Lass < 00

for all § > 1 by Hélder’s inequality. Using these bounds and the fact that the coefficient

1-— 12;)_?/3 of \/LN in the lower bound of (g * k)(2N) is positive, it follows that

1

e Jdci, Tmin >0 (95 * k)(:p) > 1z for all = € [:Emin, g] and all 6 > 1.

e Jey > 0: (gsxk)(z) < 02\/%E for all |z| > 1 and all 6 > 1. Furthermore, we have
(95 % k) (2) < ||gocllza |kl s for all |z] < 1 and all § > 1.

This implies

. . . 2
(Sli)rgo llgs * k|| ;2 = o0 and 51520 H(g5 * k) HL2 < 0.
Without loss of generality, we assume that I = [—%, %} Let fs := (F g(;)ll[_ 11 for all
> 1. Then f5 € L? ([—%, %] ,(C) and
. _ . —1 _ . _
615{)10 I fsll ;2 = 51520 |\ F 1ol = }ggo lgs * Kl > = o0,
. T 1 2 T 2
Tim [ fs¢ foll o = Jim ||(F716)?)| = Jin [ (g5 5 12| o < o =

Next, the result for the one-dimensional case in Lemma [3.2.3|is generalized to arbitrary
subsets U C R? with non-empty interior, which completes the proof of the non-coercivity
of the functional in Equation (3.6)).
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3.2 Coercivity

Corollary 3.2.4 ([14, Lemma B.3]). The functional f — | f x f||,. with f € L*(U,C)
is not coercive for any measurable set U C R? with non-empty interior.

Proof. Since the interior of U is non-empty, there are a,b € R with a < b such that
[a,b] C U. By Lemma there is a sequence (f,)nen of functions f, € L*([a,b],C)
with lim,, o || ful| ;2 = 00 and lim,, .« || f * full;2 = 1. Consider the sequence (A, )nen
given by

i d
h, : U — C, xw{f”(xl)’ if z € [a, b]7,

0, otherwise.
Then
A A e
[a,b]d n—0o0
and
| (P % hn) ()] = / () P (7 + ) dy’ = / Ja(n) fulyr + 1) dy
Rd [a,b]40([a,b)d—z)
JO—a) | (fax fa) (20)], if 2 € B2, (0),
10, otherwise

for all z € RY, where By® (0) = {z € R?: ||z||,, < b— a}. This implies

iy P ||7 < (b — a)2d_2/ |[(fux fa) ()] da

B2 ,(0)
< (b— a)!2(b — q)! / | (fux fu) (1) de
[—(b—a),b—aq]
= (b—a)* | fux full3 — (b—a)* < oo O

3.2.2 The general case

Let U C R? be measurable with non-empty interior. The negative result from the
previous section suggests that the MAL functional is not coercive even in the general
case of partially coherent illumination and multiple input images. As a generalization
of the results from Section [3.2.1], it is shown that the functionals

(3.7)

2
L2

N
UC)»R, Ty H‘I’*sz -G,
=1

are not coercive regardless of the choice of N € N, G; € L*(R? C) and Z; € R, given
that Tz, € W(U) is a %-separable TCC. Since the TCC T. MAL is x-separable, it follows
that the MAL functional is not coercive.

First, note that it is sufficient to consider the functional

N
2
J: L*(U,C) - R, \IIHZH\D*TZj qJHL (3.8)
=1

=
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3 The inverse problem: exit wave reconstruction

instead of Equation ({3.7)), since

N 9 N 2 N

2
S v, v-cil| <23 v, v 230 1G5
j=1 J=1 J=1

holds for all ¥ € L*(U, C). Thus, if (¥,,)nen € L*(U, C)N is a sequence with ||¥,,||,, — 00
for n — oo and liminf, ., J[¥,] < oo, then (V,),en also satisfies

< oQ.

n—oo

N
2
liminf 3 ”\I/n vy, U= G|
=1

Proposition 3.2.5. Let N € N and Z; € R for all j € {1,...,N}. Furthermore, let
U C R? be a measurable set with non-empty interior and Ty € W (U) a x-separable TCC
with

K
Ty(v,w) =Y hzi(v)hy,(w)  Vo,weU (3.9)
k=1

for a suitable K € N and suitable measurable and bounded functions hzy, : R?* — C. If
F Y hzx) € LY(R?,C) forallj e {1,...,N} and allk € {1,..., K}, then the functional

N
2
. 2
J:IAU,C) R, W 2 H‘I’*sz \I/HL
]:

1S not coercive.

Proof. Let ¥ € L*(U,C) and ¢ := F }(¥). By the decomposition of the TCC in
Equation (3.9), the convolution theorem, and the fact that the Fourier transform is
unitary, we have

L2

Rewriting the squared L?-norm as an inner product and applying the Cauchy-Schwarz
inequality, it follows that

N

K
S (17w
=1 k=
N K

2

)

J (V]

f*l(xphzj,l)F)

L2

—

IPI [FaltIonlk

7j=1

LIE 0|

=

J=1
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3.2 Coercivity

Applying the convolution theorem once more as well as the “counterpart” of Lemma|2.1.3
for convolutions, we get

Mz

3% H\w*f (hz, )

=
K

D Ml x F b a9 % F 7 ()

(Y[R O

1

Rk
—_

.
I

K

Mz

7=1 k,l=1
N K )
Z Z ||77ZJ||L4 H]: hZ & HLl ||¢||L4 H}_ hZ il HLl
7=1 k,l=1

= [Pl Z Z 17 () [ 17 hz, )3

j=1 k=1

assuming that ¢ = F~'(¥) € L*(R? C) for now. Since F~'(hz, ) is integrable for all
7, k by assumption, there exists a constant C' > 0 with

N K 2
ZZH 1hZ’f HL1H‘F thHL1:C<OO7

j=1 k=1

which shows that J[U] < C H|w|2Hi2
By Corollary [3.2.4] there exists a sequence (U,,),en € L*(U, C)Y with || ¥, ||, — 0o as
n — 0o and lim, o |, *x U,[| 2 < 00. If we define ¢, := F~1(¥,,) for all n € N, then

S 1 = J 705 ) = Jin Pl < o

Iz

The same line of reasoning shows HWHIZH 12 = [WoxWpll2 < oo and consequently

¥, € L*(R? C) for all n € N. Finally, it follows that

lim inf J[W,] < lim C ||t ][>, < oo,
n—oo n—oo
although lim,,_, ||¥,| ;2 = co. Thus J is not coercive. O

The assumption on F~'(hz, ) being an integrable function for all j € {1,..., N} and
all ke {1,..., K} is for instance satisfied if hy, , € C;(R? C). If the aperture function
is four times continuously differentiable, then this is true for all of the *—separable TCCs
in Sections m to | An explicit upper bound for the L'-norm of F~'(hy, ;) can
then be derived as follows.

Since hyz, j, € C2(R?,C), we have

ot o1
4 4 —1 _ -1 _
(st 2, )) =7 (0 5+ ) )
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3 The inverse problem: exit wave reconstruction

for all z € R2. This implies

P (e ) _|(osr e £,
|7 (hz, k) (2)] = (< +18+a:1rj—3:3 : k) : = ( +81+_;1 +->TQZ :

for all x € R? since the Fourier transform of an integrable function f is uniformly
bounded by the L' norm of f. Therefore it follows that

o4 o4
H}__l(hzjvk)HLl < H <1 + @_x‘{ + @) th,k;

2

dz < oo.

Ll/Rz 1+ 2t + 23

Unfortunately, there is no direct way to generalize the proof of Proposition to
TCCs Tz € WH(U) that are not x-separable. In order to see this, let T, € W*(U) be
one of the TCCs from Sections to and (7 k) ken the corresponding sequence
of x-separable functions converging uniformly to T with

Ty k(v,w) = ZhZKk h7 re (W) Vo,weU

for all K € N, where hy x : R* — C are the functions given in the respective section.
The straightforward generalization of Proposition would require the existence of a
constant C” < oo such that

o* 64)
14+ 25+ 57 ) bz
H( Ot itk

<C'K: Vke{l,. . K
s { }

L1

holds for all K € N, which then implied that there is a constant C' < co with

N K
2, K.k) I z; k)| S C <0
‘ -1 (h H2 HF (h H2 C

j=1 k=1

for all K € N. However, since the partial derivatives of the pure phase transfer function
are unbounded, it seems unlikely that such a constant C” exists.

3.3 Joint exit wave reconstruction and image
registration

Due to the close connection of exit wave reconstruction and the registration of the
image series, it is natural to consider solving both problems simultaneously instead of
alternatingly. In this section, a novel objective functional for exit wave reconstruction is
proposed, which combines these two problems into a single functional. This way, it is no
longer necessary to switch between the reconstruction and the registration during every
iteration, which allows us to investigate the mathematical properties of the algorithm
as a whole more easily.
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3.3 Joint exit wave reconstruction and image registration

It should be noted that most of the parts necessary for this joint approach are already
apparent in the MIMAP functionals. However, in the MIMAP algorithm the minimiza-
tion of the functional is still performed alternatingly with respect to the exit wave and
the translations.

In the entire section, T stands for any of the TCCs from Section[2.2] The notation from
the previous chapters is adopted in this section. Furthermore, A denotes the interior of
the support of the aperture function, B, (0), if 7" is any of the TCCs from Sections
to and A := B, .,,(0) if T is the full TCC from Section [2.2.1]

Definition 3.3.1. Let N € N and gy,...,9y € L'(R? Rxo) N L*(R?* Rxg) be a series
of real space TEM images with the corresponding focus values Zy, ..., Zy € R such that
supp(F(g;)) C 24 for all j € {1,...,N}. The objective functional for joint reconstruc-
tion and registration is defined as

E,: *(A,C) x R)N R, (T,1) NZH%Z\P Flg;o o),
+U||\I/ - \IIMHL?

for o >0 and ¥y, € L*(A,C).

The functional is well-defined, since the simulated Fourier space images ¥ *r, W are
square-integrable by Corollary [2.1.4 m and the shifted experimental images F(g; o ¢;) in
Fourier space are clearly also square-integrable for all j € {1,...,N}. The domain of
the exit wave is restricted to the support of the aperture function, since all frequencies
outside of A are filtered out due to

U *sz U = (\I/]lA) *sz (\I/]lA)

and thus do not contribute to the simulated images.

The restriction supp(F(g;)) C 24 on the frequencies of the experimental images does
not affect the reconstruction, since supp (¥, ¥) C 2A for all ¥ € L?(A4,C),Z € R and
supp(F(g; o ¢,)) = supp(F(g;)) for all y € R? which is a consequence of the fact that
translations are converted to modulations with the Fourier transform. Thus only image
plane frequencies v with |v| < 2r,, where 7, is the aperture radius, can be reconstructed
with the objective functional. Hence a low-pass filter of radius 2r, may be applied to
the experimental input images g1, ..., gy without changing F, in any way.

There are several equivalent ways of expressing the data term of the objective func-
tional. Instead of comparing the simulated images with the experimental images in
Fourier space, the data term can also be transformed to real space, since the Fourier
transform is unitary. This results in

N
1 2
t|=+ E T Wkr, W) = g0y ||, oV - U (3.10)

69



3 The inverse problem: exit wave reconstruction

As the Fourier transform converts translations to modulations and the L2-norm is in-
variant of translations or modulations, further ways to express the functional E, are

N
LoV, ] = Z (U, O = g1, F(g))| 72 + 0 I1% = Polf7 (3.11)

N
2
Z (W xr, O) gy = F(g5)]|[ 2+ o [1W = Uar 7 (3.12)

2 |

The version given in Equation (3.11) is used for the numerical minimization of the

objective functional in Chapter [5] By Section and Equation (2.35]), the functional
in Equation (3.12)) is essentially identical to the MIMAP functionals.

Remark 3.3.2. Although the objective functional in Definition is defined such
that its domain contains translations for all N input images, only N — 1 translations can
be determined by minimizing the functional if ¢ = 0 or ¥); = 0. The reason for this is
that no reference frame for the translations is fixed, which can be seen mathematically
as follows. If ¢/ = (t1 +7,...,tx + 7) € (R*)Y with 7 € R?, then

Eq [0, ] NZH\IJ*TZ U — gy F (g, HLQ—FUH\DHLQ
|
=5 Z (9 %7, Oy =, F(g)|2 + o 127

= —ZH Wp_r) s, (Wpr) — o, Flgy) |7 + o 19115
= EU[‘I]:UfTa t]

for all U € L?(A,C) by Equation (2.35)). This implies that E,[¥pu,,t'| = E,[¥, ], which
shows that the functional’s value is unaffected by a “global” modulation (respectively
translation) of the exit wave and all images.

However, the reference frame for the translation can be prescribed arbitrarily. For
the practical minimization of the objective functional this problem is therefore easily
circumvented by keeping e.g. t; = 0 € R? fixed, which means that the domain of E, is
effectively reduced to L?(A,C) x (R?)N-1,

Alternatively, if o # 0 and W), # 0, then the a-priori estimate W,; can act as some
kind of “soft” reference frame. This is meant in the sense that the exit wave ¥ may still
deviate slightly from the reference frame prescribed by ¥, without changing the value
of the functional very much. Note that this only works if ¥;; contains some structural
information about the exit wave. If U, merely corresponds to the mean value m € C
of the real space exit wave, then

1FH0) = mlf, = | F @) 0 6o —ml[}, = [|F 7 () — [},
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3.3 Joint exit wave reconstruction and image registration

for all 7 € R? and the functional’s value is again unaffected by a global modulation of
the exit wave and all images.

For the remainder of this section, the coefficient o > 0 of the regularizer is fixed.

3.3.1 Gateaux differentials

Let t € (R?)V. The differentials with respect to the exit wave can be deduced from the
fact that the function W — FE [V, ] restricted to any one-dimensional affine subspace
of its domain L?(A, C) is actually a polynomial of degree 4. This can easily be verified
using the properties of the weighted cross-correlation from Section [2.1}

Lemma 3.3.3 (Extension of [14, Lemma 3.2]). Let t € (R*)V. For all ¥, ® € L*(A,C)
with ® # 0 there are coefficients (C’\JI, ® w) o4 € R such that

E, [0+ 7®,t] = ZC@MGTJ

for all T € R. Furthermore, Cy 4, , > 0.

Proof. Denote the modulated input images by G; := p,F(g;), the difference of the
simulated and experimental i 1mages in Fourier space by Dy ;=W *1y, ¥ — G, and the
regularizer by Ry := ||\I/ Wrll72. Then

2
+0Ryire
L2

1
E[W + 70, = Z H(\If +79) %z, (U +78) — G,
j=1

N
1 2
=% Z HDW +7(Uxr,, @+ Cxp, V) + (D *r, (I))HL2 + 0Rysra
i=1

for all 7 € R. Expanding and collecting coefficients with the same power of 7 yields
E [0 +70,t] =37 (Cl 4,7 with

N
1 2
O\(I)f,@,t,a = N Z ”D‘I’JHL2 + OR‘P - EU[\Ijv t]v
=1

N
2
C&/,cb,t,a = N Z Re((D\Il,ja v ATy, o4+ P *Ty, \IJ)L2> + 20Re<(\If — Wy, CID)L2>,

j=1
1w 2
Chita =3 O ||V rmsy @+ @xry 0|+ 2Re((Duy, @ 5ry @) ,0) + 092
=1
9 N
Chote =~ D Re((\l/ sz, -+ ®xp, U, Dxr, @)Lz),
j=1

1 & 2
Chvso =5 2. [23m, 2],
j=1
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3 The inverse problem: exit wave reconstruction

Since the real space images g; are real-valued, it follows that G; € L*(R? C) are Hermi-
tian functions for all j € {1,..., N}. Using the symmetry properties from Lemma [2.1.5]
and the fact that Dy ; is Hermitian, the coefficients of the odd powers of 7 can therefore
be simplified to

N
4
Chine = 7 D Re((Dugy U xry, @) 1) + 20Re( (¥ = War, @)y2),

J=1

4 N
C\%,@,t,o - N Z Re((\ll *sz P, P *sz CI))L2> :
=1

The coefficient Cy 4, , of 7* is positive by Lemma respectively Lemma [2.1.10, [

The Gateaux differentials of E, with respect to the exit wave ¥ can now simply be
read off the polynomials’ coefficients.

Corollary 3.3.4 (Extension of [14, Corollary 3.3]). Let t € (R?)™ and ¥, ® € L*(A,C)
with ® # 0. The Gateauz differentials of E, at (V,t) in the direction (®,0) are

d ICY e{l,...,4},
<8\I,E§”)[\I’,t],@> — d_€<a\PE§nfl)[\p+€@’t]’@> — {n U tor T {1,...,4}
e=0

0, n > 5.

As one would expect, the function ¢t — E,[V,¢] for a fixed ¥ € L?*(R? C) does not
possess a similar structure that can be utilized for the computation of the differentials.
However, for the derivative based minimization methods that are used to minimize FE,
in Chapter [4 only the first order Gateaux differential is needed, which can be calculated
more directly without using difference quotients:

Lemma 3.3.5 ([14, Lemma 3.4]). Let ¥ € L?(A,C) and t,t € (R*)N with t # 0. The

first order Gateaux differential of E, at (V,t) in the direction (0,t) is
5 N
<8tEU[\I]a t]a t> - _N Z Re ((\Ij *sz v — /J/tj‘F(gj)7 ijﬂtjf(gj>)L2) ;
j=1

where vy (v) = 27z - t; for all x € R

Proof. By the definition of E,, we have

1 <. d 2
<8tEU [\I’a t]a t> = N Z % - (\Ij *sz qj)(x) - :ut]--i-efj (Z’).F(g])(ﬂf) dz .
j \ -~ - e=0
:ZR]',E(LB)

The partial derivative of the integrand is given by

LR = (o)) = 2 (R0 7))
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3.3 Joint exit wave reconstruction and image registration

where
@ Ryel) = v (@)t et () F ) 2).

This derivative is dominated by

d

R (@)

< 2o, ()] 1F(07) )] (| (W %1, ©)@)] + 17 (5)(@)])

for all € > 0, which is an integrable function by the Cauchy-Schwarz inequality, Corol-
lary and Definition [3.3.1] By the dominated convergence theorem, the integrable
upper bound that is independent of € allows us to interchange integration and differen-
tiation, which yields

L1 Y d
(QB[w.4.1) = & Z/ I [Bic(@)l]. du
N
— 23 Re ((\If xr, W= Fgy), szut]ﬂgj))m) : -

3.3.2 Existence of minimizers

By the direct method of the calculus of variations, minimizers of the objective functional
E, exist if E, is coercive, weakly lower semi-continuous and its domain is a reflexive
Banach space. Additionally, instead of considering the full domain L?(A,C) x RY of
E,, it is also sufficient to restrict the admissible set to a weakly closed subset as is done
below. Most of the work in showing the coercivity and the weak lower semi-continuity
has already been carried out in earlier sections. The purpose of this section is to combine
the individual results in order to yield a complete proof of the existence of minimizers.

In order to ensure that FE, is coercive on its entire domain, the admissible set is

restricted to L?(A, C) x WN for an r > 0. From a mathematical point of view, the
additional parameter r must be considered as a workaround to ensure the coercivity of
the functional in the translations. Unlike usual rigid registration problems, it is not easily
possible to define an r > 0 that can serve as an upper bound based on the diameter of the
image domain. Since the support of the TCC is bounded, the domain of the simulated
images in real space is necessarily unbounded. Consequently, it is not clear whether there
exists a minimizing sequence of E, with bounded translations for all choices of input
images g, ..., gn. However, in practice the restriction on the translations is justified by
the fact that the sample is moving within a bounded domain during image acquisition.
Therefore, this is a purely mathematical limitation that is irrelevant to the practical
application.

As shown in Section [3.2] the objective functional is not coercive with respect to the
exit wave if 0 = 0 and the TCC is -separable (with the regularity assumptions on hz, x
in Proposition [3.2.5)), which likely also applies to TCCs that are not x-separable. In the
case 0 > ( the objective functional is clearly coercive with respect to the exit wave.

73



3 The inverse problem: exit wave reconstruction

The weak lower semi-continuity of the data term of E, follows from Proposition
Equation and the fact that finite sums of weakly lower semi-continuous functions
are also weakly lower semi-continuous. Since norms are weakly lower semi-continuous
on their respective spaces, the regularizer of E, is weakly lower semi-continuous as well.
Overall, E, is a weakly lower semi-continuous functional for all o > 0.

Since L*(A, C) x (R?)" is a reflexive Banach space and L?(A, C) x T(O)N, as a closed
and convex subset, is also weakly sequentially closed, the existence of minimizers of F,
now follows with the direct method:

Theorem 3.3.6 ([14, Theorem 4.2]). If o > 0, then there exist ¥, € L*(A,C) and
t. € B,.(0)N with
E, [V, t.] = inf E,[V,t].
UEL2(AC),teB, (0)

3.3.3 Optimization of the focus parameters

The objective functional can be extended to

2

L2

B L2(A,C) x (RD)N xRY SR, (0,4, 2) ZH@*TZ W — Flgod,)

+o ||\I' - \I/MHL?

in order to optimize for the focus parameters as well. The first order Gateaux differen-
tial of E&' with respect to the focus is computed by interchanging differentiation and
integration twice, which allows us to express the differential in terms of the derivative of
the TCC. To this end, we exclude the full TCC and the large aperture approximation in
the following and therefore restrict the TCC T to one of the TCCs from Sections [2.2.3
to 2.2.6]

Lemma 3.3.7. Let U € L?(A,C), t € (R*)" and Z,Z € RY with Z # 0. The first
order Gateauz differential of ES™ at (W, t,Z) in the direction (0,0, Z) is

N 9 N
(02B57(V, 1, 2], 2) = > Re( (¥ *p ) WU, U Ga‘)y)’

j=1

where T/Zj,Zj (v,w) =4 Ty ez,(v,w)

5:0‘
Proof. Let G := p; F(g;). By definition, the Gateaux differential is

ext
(0,E20,t, Z], dgNZ/RQ

The proof proceeds backwards and begins with interchanging integration and differenti-
ation for the inner integral

a4
9

dx

U)(z) - Gj(x)

(3.13)

Z +eZ

e=0

d

p— '14
e=0 de (3 )

(\Ij *sz+52j \Il) (I‘)

V() (x +y) Ty 1oz, (x +yy) dy
R2 e=0
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3.3 Joint exit wave reconstruction and image registration

Since T is continuously differentiable with respect to Z, it is straightforward to verify
with a case-by-case analysis for the different TCCs that for all bounded intervals I C R
there exists a constant C' > 0 such that

<C VZ elVx,ye A

d
‘ ETZ-F&(‘T’ y) }5:0

This follows from the fact that the derivative %T 7+e(z,y) is continuous in Z, x and y
on I x A% (The derivatives of TEM2ka and THAL with respect to Z are calculated in
Section M) In particular, if we choose I = [Z; — 1, Z; + 1], then there is a constant
C > 0 such that the difference quotients satisfy

‘TZJ--FE(‘Ta y) - TZj ({L‘, y)

5 ‘ <C Vee[-11]Va,yc A (3.15)

by the mean value theorem. Due to Equation and the fact that ¥ € L*(A,C),
the function y — U(y)¥U*(z + y)C is an integrable function dominating the sequence
of difference quotients that converges to the focus derivative of the integrand in Equa-
tion (3.14]). By the dominated convergence theorem, differentiation and integration can
be interchanged, yielding

d

d
d_g (‘Ij *TZJ-+EZJ- \I]) <x>

~ [ VOV )T Ty a )| (316)
R2 € 0

e=0 E=

Continuing with the outer integral, we have to find an integrable bound to the sequence
of difference quotients that converge pointwise almost everywhere to the derivative

dii (Wsr, ,, O)(@) - Gy(a)

:

T -
Zj+st

= 2Re (di (T T, V) (2)] (W, W)(x) - Gj(g;))*) (3.17)

9

By Equation (3.15) and the fact that supp(7) € A x A, there is a constant C' > 0 such
that

(V31 . W) = (o, 9)(0)
9
Ty ez (x+y,y)—Tz(x+y,

— || vy A “’yi SLILIP

A
= U (y) T (x +y)| Cdy < [|¥]|7. C

for all € € [1,1] and all z € A. Consequently, z — 2||¥|?, Cl(v Ty, U)(z) — Gy(z)|
is an integrable function dominating the sequence of difference quotients that converge

)



3 The inverse problem: exit wave reconstruction

to Equation (3.17). Applying the dominated convergence theorem once more, it follows
that

(07E2[W,t, 2], Z) = i /RQ de 7, ;. ¥)(@) = G;(x) 2 e=0 o
%i/ 2Re ( (v T, U)(z) 0 (U *p, ¥)(x)— Gj($))*> dz

Remark 3.3.8. Similar to the translations, only the relative focus between two succes-
sive images can be determined in this way, which can easily be seen with the coherent
TCC. Let Z/ = (Z,+¢,...,Zn+¢) € (R?)N for ¢ € R and Z € (R?)". Then, using the
definition of the wave aberration function in Equation , we get

TCOh( w) = Tgﬁc(v, w) = tz,(v)t7 (w)qc(v)gs(w) Vo, w € R?

with g¢(v) = exp (— wi¢A ||v||g) If Wy, =0, it follows that
N 2
ex 2
B 0,4, 2] = < EZijIf*TCOh U — Flgoér )HL +o |02

(3.18)

N
2
—ZH Wge) wgn (Va0) = Flgo )|+ ¥l

= Efjx Ve, t, Z)

2

for all U € L?*(A,C) and all t € (R?)". This implies £ [\Ili, t,2'] = EX[¥,t, Z] and
shows that the value of the functional E* is invariant under simultaneously changing
the “global” base focus value by ( and substituting ¥ — \Ifé for the exit wave. It is

not obvious if a similar relationship also holds for other TCCs. Kirkland [38, p. 168]
mentions that the impossibility of determining the base focus value was verified in a
numerical experiment, but without providing any details on his approach.

There is however one key difference to the translations: while the absolute value of the
translations can be defined with respect to an arbitrary reference frame, the absolute
value of the focus values can not be arbitrarily prescribed and is very important for a
successful exit wave reconstruction. If the correct base focus value is not known, then
the reconstructed electron wave is not the exit wave since the result is multiplied by ¢,
as shown in Equation (3.18)) and the exit wave is free from aberrations by definition.
The base focus value must therefore be determined to a sufficiently high accuracy in
a different way (for example by comparison with a multislice simulation if at least one
image contains a crystal of known structure; see e.g. [43]).
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3.4 Convexity

3.4 Convexity

The convexity of the objective functional is an important property with regard to the
uniqueness of minimizers and the numerical minimization of the functional. It is obvious
that the data term of the objective functional FE, is not convex with respect to the
translations ¢ for arbitrary input image series (g;);=1,.. . However, it is not clear if the
data term is convex with respect to the exit wave, i.e. if the functional ¥ — Fy[¥, ¢] is
convex for a fixed t € (R?)V.

In Section [3.4.1} it is shown that the data term of the objective functional is not
convex except in a trivial case. Furthermore, in Section the local convexity in a
neighborhood of a minimizer is investigated, where it is shown that a functional related
to the objective functional is not convex in any neighborhood of a global minimizer.
Although this result is obtained only for a strongly simplified version of the objective
functional by disregarding all aberrations and coherence effects as well as the regularizer,
it can be understood as an indication of how badly ill-posed the non-regularized inverse
problem is.

3.4.1 Global convexity

First, consider the trivial case where all input images are zero, i.e. g; = 0 for all j €
{1,...,N}. In this case, the functional ¥ — Fy[¥, ] is convex by Lemma and
U = 0 is the unique global minimizer by Lemma [2.1.9] respectively Lemma [2.1.10} For
this reason, we restrict ourselves to the case g; # 0 for at least one j € {1,..., N} for
the remainder of this section.

In order to show that the data term of the objective functional is not convex with
respect to the exit wave, it is sufficient to show its non-convexity on a one-dimensional
linear subspace of L?*(A,C). The objective functional on one-dimensional linear sub-
spaces of L?(A,C) can be characterized as follows.

Lemma 3.4.1. Let t € (R?)Y and ® € L*(A,C) with ® # 0. Then
Epla®,t] = Cg,@,t,o@4 + Cg,@,t,oa2 + C((J),<I>,t,0
for all o € R, where Cj g, >0 and

N

02@,1&,0 - _%ZRG <(gj © ¢tj’f_1(q) *sz CI)))L2> '

J=1

Proof. By Lemma|3.3.3], the data term of E,, can be written as Ey[a®, t] = Z?:o C’g’q,’wozj
for all & € R with Cjj 4, > 0. Since ¥ = 0 and o = 0, the coefficients of the odd powers
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3 The inverse problem: exit wave reconstruction

of o are zero and the coefficient of a? simplifies to

Cg,cp,t,o - _% i\f: Re <<Mtjf(gj)’ D ¥y, (p) L2>
j=1

SIS enm))

Let t € (R?)Y. In order to show that the functional ¥ — Ey[V, ] is not convex, it is
therefore sufficient to find a direction ® € L*(A, C) with Cf 4, ¢ < 0. This follows from
the fact that a biquadratic polynomial f(z) = az* + bz? + ¢ with a > 0 is convex if and
only if b > 0.

Since the input images g; are nonnegative and F ! (<I> *Ty, QD) is nonnegative as well
for all ® € L*(A,C) by Lemma [2.1.7 it follows that C 4, < 0 for all ® € L*(A,C).
In order to establish the non-convexity of ¥ +— FEy[U,¢], the challenge therefore lies in
finding a direction ® € L*(A, C) such that the coefficient CF 4, is strictly negative.

Assume for now that we formally extend the weighted cross-correlation and the Fourier
transform to the space of tempered distributions. Then, we can choose ® := §y and get
that F~1(® Ty, ®) = T%,(0,0) > 0 is a constant and positive function by Property
which corresponds to the simulated TEM image of the plane electron wave (i.e. merely
the electron beam without any interaction with a specimen). Then, formally,

N N
2 2
Cgﬁb,t,O - _N Z TZj (07 0) (g] © ¢tj’ 1)L2 = _N Z TZ]' (07 O) ||gj||L1 < 07
Jj=1 J=1

since g; > 0 for all j € {1,...,N} and ||g;|;; > 0 for at least one image. The same
conclusion can be reached without resorting to tempered distributions by considering a
mollifier sequence for @ instead, which is done in Proposition [3.4.2]

Proposition 3.4.2. Let t € (R*)N. If g; # 0 for at least one j € {1,...,N}, then
U — Fo[V¥,t] is not convex.

Proof. By Lemma it is sufficient to find a direction ® € L*(A,C) with C§ 4, < 0.
Denote the d-dimensional ball with respect to the supremum norm by

B e)={z eR: |z —¢| <7} VreR,ceRYdeEN
and choose any sequence of directions (®,,)neny € L*(A, C)N such that @, € L'(A4,Rx)
with [, ®,(x)dz =1 for all n € N and

lim ®,(z)dr =1 V> 0.

o0 ) By (0)nA
The integrand of (g; o ¢y,, F (P, Ty, ®,,))r2 is dominated by the integrable function

gj © b HTZJ‘Hod SINCe

‘f—l(q)n Ty, q)n)(x)’ < H(I)” *r, Dy

Sl 1T = 175
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3.4 Convexity

for all x € R? by the definition of the inverse Fourier transform and Lemma m
Assume that lim,, f‘l(fbn *T,, <I>n) (z) = T,(0,0) > 0 holds for all x € R2. By the
dominated convergence theorem,

N N
. 2 2
i o =~ 1000061 s =~ 375,00 g s <0
=1 j=1
since g; > 0 for all j € {1,..., N} and ||g;||;. > O for at least one image. Consequently,
there exists an n € N such that Cf 4 ;o < 0.
It remains to show that lim, .. F~'(®, *Ty, ®,)(x) = Ty,(0,0) is indeed true for all
x € R2%. For this purpose, we define the auxiliary functions
®,(2)P, , if A and A,
O, :R*x R? = Rsg, (y,2) — (2)nly +2), if 2 € 'an y+ze
- 0, otherwise
for all n € N and
R R*x R* = C, (y,2)+ Tz, (y + 2, z)e*mve

for all z € R? and all j € {1,..., N}. Since

/ ‘@Z(z)‘bn(y +2)T7,(y + 2, Z)emyﬂ dydz
R2 JR2

72, [ 12 [ 1aty+ 2] dyas

= 17z <o

IN

we may apply Fubini’s theorem and get

f_l(CIDn*TZ n //@* n(y+2)Tz,(y + 2, z) dz 2™V dy
R? JR2

_/RZXM@ (Y, 2) f.s (Y, )d(z>

for all z € R* n € Nand j € {1,...,N}. The function f,; is bounded and continuous

in0forallz e R? je€{l,..., N} since T, is continuous in 0 and the sequence (©,,)nen
satisfies ©,, € Ll(]R4 R>o) Wlth Jz1 ©n dx =1 for all n € N. Furthermore,
lim O,(r)dr < lim O,(z) =1
n—00 B§°’4(O) n—00 Jp4
and
lim O,(r)dr = lim D, (2) / b, (y+ z)dydz
n—oo B§0’4(0) n—oo Bgo,Q(O) B§O’2(0)
> lim @n(z)/ b, (y)dydz
"0 B 0) 2(0)+2
> lim @n(z)/ ®,(y)dydz =1
n—oo B> 2(0) ;;22 (0)

5/2
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3 The inverse problem: exit wave reconstruction

for all 6 > 0 imply that lim,_,s fBgoA(O) O,(z)dz =1 for all § > 0. By Lemma [2.2.10

and the fact that all norms in R* are equivalent, it follows that

lim F~'(®, *1y, ®,)(z) = lim O,(y, 2) f2.i(y, 2) d(g)

n—oo n—oo RQXRQ
= f»;(0,0) = TZJ.(O, 0)
for all x € R2. O

This concludes the proof of the non-convexity of the functional ¥ +— Ey[W, ¢]. If the
coefficient o of the regularizer is positive, then ¥ — E,[¥,¢] may or may not be convex
depending on the size of ¢. Similar to Lemma (3.4.1],

o 4 2 2 0
EO' [aé’ t] - C(O,q;,’t’o.a _I— OO7¢7t70-a + Co7q>’t’o—

for all « € R and all o > 0, where C( 4, , > 0 and

N
2 _
CS,@,t,a = _N ZRG ((g] © ¢tj7f 1((D *sz (I))>L2> +o ||(1)||i2 :
j=1

As shown in the proof of Proposition [3.4.2] there exists a direction ® € L?(A,C) with

ci= _%ﬁ;% ((gj o gr,, T (D 1y, q)))Lz‘) <0

and it follows that Cfq,, = ¢+ o|®|?, < 0 for all 0 < —¢||®| 2. Therefore, the
functional ¥ — E,[¥, ] is not convex for all o € [0, —c ||<I>||222)
On the other hand, if the second order Gateaux differential <8¢E§2) (W, ], <I>> is non-

negative for all U, ® € L?(A, C) with ® # 0, then the functional ¥ — F,[¥, ] is convex.
First, note that

(9000, F (@51, ®) [ <l o Sl 1913 |72 (3.19)

holds by the Cauchy-Schwarz inequality and Lemma [2.1.2l Denote the difference of
the simulated images and the experimental images by Dy j := Wy, ¥ — F(g;0 ¢;;)
for all ¥ € L*(A,C) and all j € {1,...,N}. By Lemma and’ Corollary
the second order Gateaux differential of E, with respect to the exit wave is given by
(g B0, 1], @) = 21C3 4, with

P %1, @‘

N
1 2
Chanve =52 H\If x1, 4+ ®xr, \IIHL2 +2Re((Dy, @41, ®) ) + 0 [®]7
j=1

N
2
> = D Re ((Wary, W= Flg;00,), ry, @), ) + 00

j=1

v

N
2 §
_N;Re (97000, F (@42, @) ) +0l@f2.
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3.4 Convexity

since (U *r,, U, @ *r, P2 = (F (W Ty, ), F (P 1y, ®)),, > 0 by Lemma 217
Using Equation (3.19)), it follows that

9 N
Chano 2 — % > llgsl e 1Rl (172, | + o l19]l7:

j=1

2 N
- (-2 St ) 0t
=1

for all ¥, ® € L*(A,C). This shows that the functional ¥ — E,[V¥,¢] is convex for all
c>2 Zjvzl 19l 2 || T2, HOO It is interesting to note that (W,,t,) := (0,0) is the unique
global minimizer of E, in this case (unique up to the choice of ¢,, which is arbitrary and
irrelevant to the value of the objective functional if ¥, = 0): this follows from the fact

that

EU[\I/, t] = LB, [O +1-7, t] = C(A)L,\I/,t,U 14 + Cg,‘ll,t,o 12 + C(()J,\I/,t,a > EU[Ov t] = EU[Ov 0]
S—— S—— S——
>0 >0 =E,[0,4]

holds for all ¥ € L?(A,C)\{0} and all t € (R?)" by Lemma [3.4.1]

3.4.2 Local convexity in the neighborhood of a global minimizer

In the ideal situation of an aberration-free and fully coherent TEM, image simulation
reduces to a plain autocorrelation of the exit wave. The corresponding functional is then

J:LXA,C) 5 R, U [ UxT — Fgl,

for a non-empty and bounded subset A C R? and an image g € L?*(A,R>g). Since
A is bounded, it follows as in Corollary that ¥ « U € L?(R? C) and thus J is
well-defined.

The proof of the following proposition makes use of the clamping operator defined as
[P R — [a,b], 2 — [z]° := max(min(z,b),a) for all a,b € R with a < b. A useful
property of the clamping operator is

. H : <1 VreR\{0} (3.20)

for all d > 0, which can be shown with a simple case analysis: if € R\{0} with |z| < I,
then ‘%| > d and consequently

— 19N — J— .

Otherwise, if # € R\{0} with |z| > 1, then |1| < d and
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3 The inverse problem: exit wave reconstruction

Proposition 3.4.3. Let ) # A C R? be a bounded subset and g € L*(A,R5¢)\{0}. If
there exists a VU, € L*(A,C) with Fg =V, x U,, then the functional

J:L*(A,C) 5 R, U |UxV - Fg|2,
s not convex on any neighborhood of a global minimizer.

Proof. Fix a global minimizer ¥, € L?(A,C). Since g is nonzero and ¥, x ¥, = Fg, it
follows that W, # 0. Similar to Corollary [3.3.4] the second order Gateaux differential of
J is given by

(J'V],®) = 2| U D+ D% U7, +4Re (T U — Fg,d +D)2)

for all ¥, ® € L?(A,C). We consider the line between W, and the origin and show that
for every e € (0,2) there exists a direction ® € L*(A, C)\{0} such that

(J'[(1 — €)W, ®) < 0.

Since ¥,xW, = Fg, the second order Gateaux differential at (1—¢)W, can be expressed
as
(J'[(1 —2)W.], @)
201 —e)? [T x @+ D x U, || 7, +4Re (((1 — &)* (T, x 1) — Ty % T, B % D) )
2(1 — &) || W, + & + &+ W, |5, +4(2 — 2¢)Re (W, + U, & x D) 2) (3.21)

for all ® € L*(A,C). Let ¢, := F () and consider the functions ¢4, € L*(R? C)\{0}
for all d,r > 0 given by

(0, if z ¢ B,(0),
0, if x € B,(0) and Im(zz*(x)) =0,
Re(¢a,)(z) = 4 1, if x € B,(0) and Re(&k(aj)) =0 and Im(&*(x)) # 0,
d
[m} , otherwise,
L e * (L —d
(0, if x ¢ B,(0),
0, if x € B,(0) and Re(i*(x)) =0,
Im(¢d,r)(£€) =41, if x € B,(0) and Im(zz*(x)) =0 and Re({/;*(x)) #£0,
d
{ﬁ} , otherwise,
L m * (T —d

for all x € R?, where the function 7;5* : R? — C is an arbitrary, but fixed representative
of ¢, € L*(R?,C). If we define @4, := F(¢q,) for all d,r > 0, then ®,, € L*(R? C)\{0}
since ¢4, is square integrable and nonzero for all d,7 > 0. Then Re(¢,) = F~! (\IIH ) and

ilm(¢,) = F 1 (\Ifﬁ) since U is Hermitian and ¥ is skew-Hermitian and similarly for

(bd,r-
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3.4 Convexity

Using Lemma and the fact that the Fourier transform is unitary, the first sum-
mand in Equation (3.21)) is equal to

21— e [T 5 D+ D+ 0,2,
2(®H*\I/f> 42 (qﬁ*\p*ﬁ)‘

2

=2(1—¢)?

-0 () o) ()5 )
8(1 — £)|[Re(¢)Re(t) + Im(¢)Im (e, )|

for all ® € L?(A,C) with ¢ := F~1(®). Substituting @4, for @, it follows that

2

L2

[0, By By W2 = 4 [Re(da, ) Re() + Im(bg, JIm()|2 — 0 (3.22)

for all » > 0, which is a consequence of the definition of ¢4, and can be shown as
follows. Let 04, := Re(da,)Re(hs) + Im(dq,)Im(ep,). By the definition of ¢4, and
Equation (3.20]), the functions 64, are essentially bounded by 2 for all d,r > 0. Further-

more, ,, converges pointwise almost everywhere to 0 as d — oo and supp(6q,) C B,(0)
for all » > 0 so that the convergence in Equation follows from the dominated
convergence theorem. Note that the prescribed value of 1 for Re(¢q,) and Im(¢g,) in
the third case is irrelevant to this limit, but important for the properties below.

Continuing with the second summand in Equation , substituting ®4, for & and
taking the inverse Fourier transform yields

4(e? — 22)Re (V. * Ty, Dy, * g, )2) = 4(e? — 26)Re ([0, [dar?) L) -
Because of the three properties
L. |¢gr(x)| > |par ()| for all z € R? and all d > d',
2. ¢ar(z) # 0 for almost all = € B,(0) with ¢,(x) # 0 and
3. e #0,
it follows that there is an r, > 0 such that
Re ([, [6ar.") 12) = Re ([, 61, 7) 12) =2 ¢ >0

for all d > 1.
Summing up,

limsup (J'[(1 — e)V,], @4,.) <2(1 —¢)*- 0+ 4(* —2e)c < 0

d—00

for all ¢ € (0,2). This implies that for every ¢ € (0,2) there exists a d > 1 with
(J'[(1 = €)W,], By,.) < 0. O

83






4 Numerical minimization of the
objective functional

This chapter addresses numerous issues that are relevant to a numerical minimization
of the objective functional.

In Section the MIMAP and MAL algorithms that are used for the minimization
of the corresponding MIMAP and MAL functionals are reviewed briefly. Although the
methods used for the registration of the focus series in the MIMAP and MAL algorithms
appear to be very different at first glance, it is pointed out that both methods actually
yield the same result.

In Section [.2] the discretization of TEM images and the exit wave is formalized
and the precise relationship between the discrete Fourier transform and the continuous
Fourier transform is investigated in detail. This forms the basis for the subsequent
discretization of the objective functional given in the remainder of this section.

In Section the minimization algorithms that are considered for the minimization
of the discretized objective functional are briefly summarized. This includes the steepest
descent, the nonlinear conjugate gradient method, Quasi-Newton type methods and the
Gauss-Newton method.

In Section[4.4] several issues with the naive minimization of the objective functional are
addressed, which are both important for the convergence speed of the minimization and
the correctness of the result. In particular, an efficient formula for the computation of the
partial derivatives of the discrete objective functional is derived if the TCC is x-separable.
Furthermore, three extensions of the discrete objective functional are discussed: a simple
preconditioner in the form of several scaling factors (Section , extending the size
of the reconstructed exit wave to include a buffer zone (Section and individual
integration domains for each input image (Section .

Finally, Section provides a brief overview of the implementation of the C++ pro-
gram that has been used to perform the exit wave reconstructions shown in this thesis.

4.1 The MIMAP and MAL algorithms

For the sake of convenience, the definition of the MIMAP and MAL functionals from
Section is repeated here. The MIMAP functionals are defined as

2 2
| ol = vy

N
J}T\/[IMAP,m[\Ij] — Z H\If *TJMIMAP,m v — f(ﬂj)
j=1
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4 Numerical minimization of the objective functional

for m € {1,2} and the MAL functional is

2
L2.

N
1
JMALp] = v E H\p *yypaL W — F(gjo ¢tj)’
=1 '

The TCCs of the MIMAP functionals are given in Section and THAL is defined in
Section [2.2.4

4.1.1 The MIMAP algorithm

(1. Initialization |

2. Computation of
the error functionals
at the current position

< N

{ 3a. Update of } { 3b. Update of the }

the exit wave translation and focus

~ 7

4. Calculate the
figure of merit

i

5. Stopping
criterion fulfilled?

( Stop )

Figure 4.1: Flow diagram of the MIMAP algorithm

The MIMAP algorithm consists of the six steps illustrated in Figure[d.T} In the original
algorithm as described in [38], the exit wave is iteratively reconstructed along with an
optimization of both the image shifts and the focus values. Although the reconstruction
of the exit wave is performed in parallel with the optimization of the image shifts and
focus values, these steps are still performed independently from one another. From a
theoretical point of view, this approach does not guarantee a decrease of the energy in
every iteration, although in practice an update of the exit wave is unlikely to change the
descent direction for the translations significantly and vice versa.
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4.1 The MIMAP and MAL algorithms

The minimization of the MIMAP functionals is very similar to a steepest descent with
manual step size control and works as follows:

1. Initialization: In the first step, the initial guess for the exit wave, the translations
and the focus values is computed.

The a-priori estimate W), from the regularizer and the initial guess for the exit wave
¥ are initialized to the same value. Kirkland suggests using either the result from
any fast linear reconstruction method or Wy, := ¥ := F(§)a, where a is the aperture

function and
§(2) = V(o) +i (\/gk<x> — ugknm) (41)

forak € {1,..., N} such that gy is the “best” focus image (i.e. such that Zj is closest to
the Scherzer focus). The derivation of Equation is based on the weak phase object
approximation.

The translations are initialized to zero and the focus values are initialized to the
experimentally measured values.

2. Computation of the error functionals: In the article [38], the minimization of the
MIMAP functionals is rephrased as a fixed-point problem by expressing the updates as

gD — gt 4 (q;(k)) Ein [LIj(k')] 7

(t(k+1)’ Z(k+1)) _ (t(k)’ Z(k)) + 72551 [t(k)7 Z(k)] ’ (k € Ny),
where E™ E7 for m € {1,2} are suitable error functionals and 7 : L2(R2,C) — R,
v, € R are the corresponding step sizes. The error functionals satisfy E{”[\I/] — 0 and
Em(t, Z] — 0 as (U, t, Z) tends to a local minimizer of JMMAPm

Note that the derivation of the error functionals for m = 1 and m = 2 is done very
differently in [3§], although the methods are essentially identical. The error functionals
of JMIMAP.L are derived from the continuous real space functional, whereas the error
functionals of JMMAP2 are derived from the discretized Fourier space functional. In
order to maintain a consistent approach, here the error functionals are all given with
regard to the continuous Fourier space versions of the functionals.

The error functional E" for the exit wave is simply the Gateaux differential

EM0] = 9y JMMAPm ) € [2(R?, CY,

which can be identified with an element of L?*(R? C) via the canonical isomorphism
L*(R%* C) = L*(R? C). The step size is chosen such that the error functional is on the
same scale as the current estimate for the exit wave, resulting in

N -1
1 2
")/In(\p) = _Z ( E H\IITQ/I’IMAP,m\P’ L2) YU € LQ(Rz,C).
j=1 ’
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4 Numerical minimization of the objective functional

The error functional E;” is evaluated by calculating the derivatives of JMMAP™ with
respect to the translations in both directions and the focus values symbolically. For
every j € {1,..., N}, all three of these derivatives have the form [ f;(z)g;x(x) dz with
k € {1,2,3} and suitable functions f;, g;x : R* — R, where f; depends on Z; and t;.
It follows that all derivatives vanish if f; = 0 for all j € {1,..., N} and thus the error
functional E;” is calculated by finding appropriate values for Z; and ¢; such that f; =0
for all 7 € {1,..., N}. The constant v, := % is chosen as the step size. More details can
be found in 38, sections 5.3 and 6.3].

3a/3b. Update of the arguments: This step simply consists of adding the val-
ues of the error functionals calculated in step 2 to the previous estimate and setting
(WD) ¢kt Z(EH)) as the current estimate.

4. Calculate the figure of merit: Treat JMMAP™ a5 3 function of the exit wave, the
translations and the focus values. If (\I/(k), k), Z(k)) is the current estimate, then

MIMAP,m [\I/(k), t(k), Z(k)]

e® = = N 2
Zj:l ngHL2

is the figure of merit for the current iteration.

5. Stopping criterion: The minimization is stopped if €®) ~ £~ within a given
accuracy, that is, if the figure of merit is not sufficiently decreasing anymore.

Remark 4.1.1. The MIMAP algorithm was later improved in [40] to perform the mini-
mization with the nonlinear conjugate gradient method using the Polak-Ribiere formula
(see. Equation in Section for the descent direction. Furthermore, an exten-
sion of the algorithm is suggested in [40] to correct for rotational misalignment of the
image series as well. This can be implemented in a straightforward way by minimiz-
ing the MIMAP functionals with respect to the rotation of each image after every few
iterations.

4.1.2 The MAL algorithm

The MAL algorithm as described in [10] consists of the six steps illustrated in Figure [4.2]
As opposed to the MIMAP algorithm, no optimization of the focus values and rotational
misalignment is incorporated in the algorithm. Another slight difference is the fact that
the exit wave and the translations are optimized alternatingly instead of in parallel.
The MAL algorithm is implemented in the software package Truelmage [45] and an
application of the MAL algorithm can be found in [5] for example.

The algorithm works as follows:
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4.1 The MIMAP and MAL algorithms

(1. Initialization |

[ 2. Computation of a )
descent direction at
the current position

3. Update of
the exit wave

4. Update of
the translations

5. Calculate the
figure of merit

6. Stopping
criterion fulfilled?

Yes

Y

[ Stop j

Figure 4.2: Flow diagram of the MAL algorithm

1. Initialization: At first, an initial guess for the exit wave and the translations is
computed.

Two different kinds of initial estimates are suggested for the exit wave. On the one
hand, the reconstructed exit wave after one iteration of the paraboloid method (PAM)
[13] can be used as an initial guess. On the other hand, a constant exit wave corre-
sponding to the square root of the mean image intensity may also be used. The latter is
particularly useful for the verification of the validity of this approach for exit wave re-
construction, as in this case the initial guess is essentially unbiased and does not contain
any a-priori information except for the mean image intensity.

The image series is pre-aligned by finding the peak position of the cross-correlation of
every pair of successive images in the series.

2. Computation of a descent direction: In [I0, p. 115], the derivatives of the MAL
functional are calculated in the “directions” ®*(v) and ®(—v) for all frequencies v € R?.
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4 Numerical minimization of the objective functional

This results in
N Z D\p’] v —w)Ty,(w,v)¥* (w) dw (4.2)

as the derivative at the posmon U in the direction ®*(v) and
—Z Dai(v = w)Tz,(—v, —w)¥*(—w) dw (4.3)

as the derivative at the position ¥ in the direction ®(—wv) [10, Eqgs. (19a) and (19b)],
where Dy ; = \I/*TMAL U — G; with G = ;. F(g;). A comparison with Lemma [3.3.3]
shows that

1 |

@.2) = Cy 5,100 +1Cy s, 10 and
1 91!

B-3) = Cus 10 +1Cuis ,10-

Either both (4.2)) and (4.3]) are combined in order to calculate a descent direction d(V)
(cf. [I0L section 4.1]) or d(¥) := (4.2)) is used as the descent direction.

3. Update of the exit wave: Based on the current descent direction and the search
direction of the previous iteration 5(\11(’“_1)), the search direction 5(\11(’“)) for the current
iteration is calculated using the nonlinear conjugate gradient method with the Polak-
Ribiere formula (see Equation in Section [4.3).

The step size 7 is calculated as follows. The function p(v) := JMAL [\I/(k) + vs(qf(k))]
is a polynomial of degree 4 in v, which is approximated with the quadratic polynomial
q defined by p(0), p(%) and p(1). The minimizer of ¢ is then chosen as the step size 7,
assuming that ¢ is convex.

Consequently, the exit wave is updated by W*+h .= W) 4 5 (\I/(k)) and k is incre-
mented by 1

4. Update of the translations: The alignment of the images is updated during the
reconstruction by finding the maximizer of

ti— (g5 faw ;) (t;) = /R2 Jow ;(y +15)9;(y) dy,

which then yields the new shift of the j-th input image g, in pixels. Here, the function
fow ;= FH(w® HpMAL () is the j-th simulated image in real space.
J

5. Calculate the figure of merit: No specific figure of merit is defined for the MAL
algorithm. However, in the examples in [10, [66] essentially the same figure of merit as

in the MIMAP algorithm is used, i.e.
€(k) — JMAL [\I](k)]

Y

where it is assumed that the image intensities are normalized.
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4.1 The MIMAP and MAL algorithms

6. Stopping criterion: The same stopping criterion as in the MIMAP algorithm may
be used in the MAL algorithm as well. If ¢ ~ ¢~V within a prescribed tolerance,
then the minimization is stopped and the reconstructed exit wave is returned.

4.1.3 Comparison of the registration methods

The registration of the image series is handled differently in the MAL and the MIMAP
algorithms. In the MIMAP algorithm, the alignment of the experimental images is im-
proved during every iteration by considering JMMAP™ a5 a function of the translations ¢;
and performing one minimization step of the functional with respect to the translations.
In the MAL algorithm on the other hand, the registration is improved by calculating the
peak position of the cross-correlation of each experimental image with the corresponding
simulated image.

Although these methods follow entirely different approaches, they are in fact equiva-
lent from the point of view of continuous functions (i.e. before considering the discretiza-

tion). Let m € {1,2} and ZN“jMIMAP’m(U,w) = YEMIMAP’m(v,w)/(utj(v)ujj(w)). Then

Ji—\/IIMAP,m [\Ij

2
H\If* MIMAP,m v — ]-"(g]) ‘

2
12 o |V — W7o

M= 1[M]=

2
H (\I/ *,ijIMAP,m \If),utj — f(gj) ’LZ +0o ||\II - \I/MH%,?

1

<.
I

[
WE

- 2
H ,/_" 1(\1’ *TJMIMAP,m \I/) O(btj — ngL2 +0 H‘I’ - \IJMHi2
1 ~~

::f\ll,j,m

<.
Il

by Equation (2.35)) and since the Fourier transform is unitary. Therefore, minimizing
the MIMAP functionals

N
AW = 3 Fwgamllze + lgilse = 2(fusim © 05095) 2 + 0 1% = el

with respect to ¢; is equivalent to maximizing

(fwjm © ;. 95) 1o /fmjmyH)gj( ) dy = (g5 * fujm)(t;)

for all j € {1,...,N}. The latter is precisely the method used in the MAL algorithm
for updating the registration (except for the different TCC).

Remark 4.1.2. The plain cross-correlation registration method has been improved by
various authors (see e.g. [69, 58]) in order to make the registration more stable for
highly periodic images or to correct for rotational misalignment. The phase correlation
function (PCF, [50} B36]) can additionally be used to determine the misalignment along
the “z-axis”, i.e. the focus difference between two images.
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4 Numerical minimization of the objective functional

4.2 Discretization

The theory regarding the forward model and the inverse problem in Chapters 2] and [3]is
formulated in a continuous setting, since this is convenient for the mathematical analysis
of the objective functional. However, for a numerical reconstruction of the exit wave
the objective functional needs to be discretized. The details of the discretization are
described in this section, which includes the discretization of the images and the rela-
tionship between the continuous Fourier transform and the discrete Fourier transform.

Definition 4.2.1. Let d € N, X € N and K € {R,C}. A function
F:{0,..., X, =1} x...x{0,... X4—1} C 72! 5 K

is called a discrete d-dimensional image. It is identified with an element of KX1>*-*Xa
by means of the canonical isomorphism

({0, Xy =11 5 x {0, Xg = 1} = K) 5 R,

Let d € N and X € N?. Define [a,b] := [a1,b1] X ... X [aq, bg] C R for all a,b € RY. A

locally integrable function f € LL (R? C) can be discretized on a bounded rectangular

domain [a,b] C RY with a,b € R? by setting

A

(@) :@/&ﬂy)dy Ve {0, Xy =1 x . x {0, Xq—1}, (44)

where the sets S, are defined as S, = [ps,prr1] € RY with 1 = (1,...,1) € Z¢ and
p. € RY given by
b pp— a/ . .
(px)] = aj+xj% VJe{l,,d}
J

Here, x refers to a corner of S, instead of its center as this corresponds to the discretiza-
tion of the objective functional described later.

The following auxiliary lemma is essential to making the connection between the
continuous Fourier transform and the discrete Fourier transform explicit.

Lemma 4.2.2. Let a,b € R with a < b and M C R bounded. Let [ : [a,b] — C be
Riemann-integrable and g : [a,b] x M — C such that

o y+— g(y,x) is Riemann-integrable for all x € M,
o there exists a constant C' > 0 with
9(y,2) —g(y,2")| < Clz —2'|  Vyé€lab] Va,2" € M.

Then the functions hy : M — C defined as the Riemann sums

N—

—_

b—a

hN(CL') = N

f)g(yn,z)  VYeeM

n—=
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4.2 Discretization
with y, = a + 52n for alln € {0,..., N — 1} converge uniformly to
N

b
h:M—C, xH/ fW)g(y, ) dy

as N — oo.

Proof. Let ¢ > 0. Since f is Riemann-integrable, |f| is Riemann integrable as well and

lim b_TanZ:_OIf(yn)I: [ 111 a (45)

. 1 ba - b
Therefore, there exists a constant C’ > 0 with %2 SNV ()] < L 1f(y)] dy + C” for
all N € N because the limit in Equation (4.5)) exists. Since M is bounded, there exists
a finite subset S C M with

s (o)

Now choose N € N sufficiently large such that |h(7) — hx(Z)| < § for all # € S. This
is possible because y — f(y)g(y,z) is Riemann-integrable for all z € M as a product
of Riemann-integrable functions and S only has finitely many elements. Let x € M be
arbitrary and choose a & € S that satisfies Equation (4.6)). It follows from the above
that

VeeM3zesS: |v-—7|

(4.6)

() = 1(Z) + W(Z) = hy () + hy(F) = by (2)]
< |h(x) = h(@)| + [1(Z) — by (2)] + |hw(E) — by ()]
|

< h(w) = h(@)] + 5 + | (@) — by (@)
with
b b c
@) = h@) < [ 170 lo(w.2) — 900 3)| dy < Cla =31 [ 17w dy < 5
and
b—ax—

(@) = hov(@)| <

b
<clo—al ([ 1wl a+ o) <

> 1 @) 19 Wn %) = g(tm, 7))

n=0

Putting it all together, |h(x) — hy(x)| < e for all x € M, which concludes the proof of
the uniform convergence. O

The main result of Lemma [4.2.2] is the fact that the convergence is uniform, as the
pointwise convergence of hy — h follows immediately from the Riemann-integrability

93



4 Numerical minimization of the objective functional

of the integrand y — f(y)g(y, x) for all x € M. It is also pointed out that Lemma
imposes almost no restrictions on the choice of f, which will be beneficial in the following.

Recall that in Section [1.4] the continuous Fourier transform of an integrable function
f e LY(R,C) is defined as

F(f)(x) = /Rf(y) exp(—27izy)dy  Vz R

and the discrete Fourier transform of an N-periodic vector g € CZ is defined as

N-1
.nk
DFTN(g)r = Z Gn €XD (—27T1W> VEkeZ.

n=0

In the following, it is useful to consider a slightly different definition for the discrete
Fourier transform. Let N € 2N and define the “shifted” discrete Fourier transform
DFTSy(g) of an N-periodic vector g € CZ as

nk

&
DFTSn(g)x := ZN Jn €XP (—27riﬁ) VkeZ.

This variant of the DFT naturally occurs as a Riemann-sum approximation of the one-
dimensional continuous Fourier transform in Corollary 4.2.3 It is related to the discrete
Fourier transform by

N
~1 N
k k
DFTSN(9)k = ZN Jn €XP (—27ri%) + 0 Jn €XP (—27Ti%>
nzfg n=
N
N-1 51
(n— N)k) ( nk)
= Jn—N €XP (—27?1— + gnexp | —2mi—
n%;g N nzg N (4.7)
N-1 51
.nk .nk
= Z Jn, €XP <—27T1N> + Z G, €XP (—Zmﬁ)
n N—% n=0
= DFTn(g)k

for all k£ € Z.
Combining Equation (4.7]) with the following corollary, the discrete Fourier transform
can be interpreted as a discretization of the continuous Fourier transform.

Corollary 4.2.3. Let f € L'(R,C) be Riemann-integrable on [—L, L] for all L. > 0. For
all B> 0 and all € > 0 there are constants N € 2N and L > 0 with

2L

']—"( f) (%) 2L DETS v (g)y] < =
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4.2 Discretization

forallk € Z wz’th k| < 2LB where g € CZ is the N -periodic vector given by g, == f(yn)
for alln € { N 2 1} with y,, = n. If supp(f) C [—a,a] for an a > 0, then it
15 possible to choose L:=a mdependently of B and €.

Proof. Let € > 0. Since f is integrable, there exists an L > 0 with || fll ;1@ r.1p) < 5
which implies

[F() @) = F(Lrm)(@)] =

/ﬂ Fly)e 2o dy
R\[—L7L]

—2riz €
<[ sl <
R\[-L,L] S——

for all z € R. By assumption, f is Riemann-integrable and if we define the function
g:|-L,L|x[-B,B] = Cby g(y,x) := e ?™¥ then y — g(y, ) is clearly also Riemann-
integrable on [—L, L] for all + € [—B, B]. Furthermore, the existence of the constant
C > 0 from Lemma follows from the fact that ¢ is continuously differentiable and
[—L, L] x [-B, B] is compact. Therefore, there exists an N € 2N such that

Ny

F(flzn)(@) Z f(yn) exp(—2niy,z)| <

2

N ™

for all z € [—B, B], where y,, := 2:n. In particular, for « = zj, ;= ;-k with k € Z and
|k| < 2LB it follows that

81
2L 2L < .
F(f)(xr) — WDFTSN( 9| = |F(f)(xx) — N [ (yn) exp(—2miy,y)
-
CE
=TT
since z € [—B, B]. If there is an a > 0 such that supp(f) C [—a,a], then choosing
L := a yields }F(f)(a:) — F(f]l[_LL])(ZL‘)‘ =0 for all x € R. O

Both Lemma and Corollary can be generalized to higher dimensional func-
tions by using the multidimensional Riemann integral (see e.g. [I5] for the definition and
relevant properties of the multidimensional Riemann integral).

Let R :={z € R | z; > 0Vj} and N € (2N)?. Define the d-dimensional DFTS of
an (Ny, ..., Ny)-periodic element g € CZ as

Ny &—1
2 d
DFTSy(g Z Z Gno,...ng €XD (—QmZ ]]V_]J> Vi ezl
_,7 __Ng j=1
= ng 5
Here, an element g € CZY is called (Ny, ..., Ng)-periodic if gn,4ain ... ny+ayn, = Gn for

all n,a € Z%. Similar to the one-dimensional case, the d-dimensional DFTS is equal to
the d-dimensional DFT.
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4 Numerical minimization of the objective functional

The following generalizations of Lemma and Corollary hold with identical
proofs:

Lemma 4.2.4. Let d,d € N, a,b € R? with a; < b; for all j € {1,...,d} and M C R
bounded. Let f : [a,b] — C be Riemann-integrable and g : [a,b] x M — C such that

o y+— g(y,x) is Riemann-integrable for all x € M,
e there exists a constant C' > 0 with

l9(y, z) — g(y,2")] < Cllz — 2|, Vy € [a,b] Vo, 2’ € M.

Then the functions hy : M — C defined as the Riemann sums

vol([a, b])
hN("L‘) = T Nd Z f(ym ----- nd)g(ym ----- nd7x) VeeM
ni,...,ng=0
with Yn, ...n, = (a1 + blfv‘“nl, cey Qg+ bd;]ad nq) converge uniformly to

h:M—C, xw [b]f(y)g(y,x)dy

as N — o0.

Corollary 4.2.5. Let d € N and f € L*(R¢,C) be Riemann-integrable on [—L, L] for
all L € R%,. For all B € R%, and all € > 0 there are constants N € 2N and L € R%,
such that

1yeees d

) (5 =

for all k € Z¢ with |k;| < 2L;B; for all j = 1,...,d, where g € C@ s (N1, ..., Ng)-
periodic and defined by

N N N, N,
In = f(Un) ‘v’ne{——l ...,—1—1}><...><{——d ...,—d—l}QZd

27 2 27 2

with vy, = (%nl, . %nd). If supp(f) C [—a,a] for an a € R, then it is possible to

choose L = a independently of B and ¢.

As the sign in the exponential terms of the Fourier transforms is irrelevant for the
proofs of Lemma and Corollary [£.2.3] it is straightforward to adapt the proofs to
the inverse Fourier transform as well. If the inverse DETS of an (Ny, ..., Ny)-periodic
element g € C% is defined as

M Na_y
._ N 1k d
IDFTSN(g)x == Z Z Gny....ng €XD (271'12 N, ) VkeZ
nlz—% nd*—% J=1
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4.2 Discretization

then we get the same approximation property as in Corollary for the inverse trans-
forms if the Fourier transform is replaced with the inverse Fourier transform and the
DFTS is replaced with the IDFTS.

For the discretization of the objective functional, the exit wave and the TEM images
are discretized as piecewise constant functions on a rectilinear grid of size X x Y for
X,Y € 2N with grid widths h, = LTX respectively h, = LTY for Lx,Ly > 0. It is
convenient to neglect the microscope’s magnification by referring to the TEM images in
the same coordinate space as the exit wave. The physical dimensions of the truncated
and discretized exit wave and TEM images are then Ly X Ly in real space respectively
(X/Lx) x (Y/Ly) in Fourier space. The origin is placed at the center of this subsection
so that the Fourier space domains are restricted to @) := [ — %, %] X [ — %, %]
Explicitly, the uniform subdivision of ) into X - Y rectangles is given by the subsets

{S(z,y) = [p(x,y),p(w_,_ly_,_l)] cQ | (x,y) €{0,...,. X =1} x{0,...,Y — l}}, where

Both the exit wave and the TEM images can be approximated by using the mean value
formula in Equation . Overall, this discretization of the exit wave and the TEM
images involves two separate kinds of errors: the approximation by piecewise constant
functions within the grid cells and the restriction of the domain to Q.

In addition to the exit wave and the TEM images, the TCCs T, : R? x R? — C
for Z € R and the modulations u; : R? — C for t € R? also need to be discretized.
The TCCs are restricted to the domain () X () and discretized as a piecewise constant
function on a rectilinear grid of size (X x Y)?, whereas the modulations are restricted to
(@ and discretized as a piecewise constant function on a rectilinear grid of size X x Y. In
the following, the discrete TCCs Ty € CY)? and the discrete modulations 7, € CX*Y
are understood to be defined in terms of point evaluations of T and u; at the top left
corner of the respective pixels.

Furthermore, the weighted cross-correlation is approx1mated by the discrete weighted
cross-correlation.  For f,g € CXY and @ € CY*Y)” the discrete weighted cross-
correlation f xg g € CX*Y is defined by

X-1Y-1

(f*2d),, =D > fasdarassy@aresio) e

a=0 b=0

forall z € {0,..., X -1} and y €40,...,Y—1}, where g and @ are extended to elements
of C#*Z respectlvely C@x2)* with an appropriate continuation, e.g. zero continuation or

periodic continuation. This definition does not contain the scaling by the grid widths
LTX and LTY and thus is not a Riemann-sum approximation of the continuous weighted

cross-correlation.
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4 Numerical minimization of the objective functional

Recall that the objective functional for exit wave reconstruction is defined as
1 & 2
B0, = = 5 [0 rr, ¥ — e g2+ 0 10— W
j=1

for all U € L2(A4,C) and all ¢t € (R2)¥. Denote by W), € C¥* a discretization of W,
on the same grid and domain as the discretization of the exit wave and by g; for all
j € {l,..., N} the discretization of the TEM images. A discretization of the objective
functional E, is given by

Ag [\T/,t} =
1 SN Ly Ly s~~~ |Lx Ly /~ =~ . LxL P
IS LSS (4 8) @ o),
j=1 =0 y=0 ’
L+ L X—-1Y-1 R R 9
£ oS E NN ey = (),
=0 y=0
7373 N oX-1v-roo R ~ ~ )
N;é?;;?) Z ‘(\Il *T\Z ‘Ij)a:,y B (,utj)m,y DFT (gj)m,y
Jj=1 z=0 y=0
L+ L X—-1Y-1 R R 9
T 2 2| Ty = (T, (15)
=0 y=0

for all ¥ € C¥* and ¢ € (R%)N. The use of the discrete Fourier transform as an
approximation to the continuous Fourier transform is justified by Corollary[4.2.5] For the
calculation of the discrete weighted autocorrelation, zero continuation of the exit wave is
reasonable, since ¥ is the exit wave in Fourier space and the low frequencies are located
near (%, %) If the images g; are approximated by discrete images using Equation 1)
then the resulting discrete images g; are in general not equal to the discrete images
g e c@) given in Corollary (which, in any case, can only be calculated for images
with point values). However, if the continuous images g; € L'(R? Rxq) N L*(R? Rxo)
do have point values, then it is reasonable to assume that both approximations are very
similar for sufficiently large X,Y. The extended objective functional ES* is equally
discretized.

The discretization of the forward model in Equation is useful if the TCC is not
*-separable and the weighted autocorrelation has to be calculated by evaluating the
discrete weighted autocorrelation explicitly. If the discrete Fourier transforms of the
input images are precomputed, then the complexity of evaluating F, is O(N (X Y)2).

If the TCC is %x-separable, there exist M € N and bounded and measurable functions
v : R? = C with

M
Ty, (z,y) = ka,j(x)v,ij(y) Vz,y € R
k=0
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4.3 Minimization algorithms

Let 1;; € CX*Y be discretizations of vy ; as piecewise constant functions on a grid
of size X x Y on the domain @. If the functions vy ; are approximated with vy ; by
point evaluation at the top left corner of each pixel just like the TCC, then the analog
relationship also holds for the discretizations, i.e.

M
< ) E:vku Uk,ﬁ
k=0

7

for all a,b € {0,..., X — 1} x{0,...,Y — 1}. It follows that

M M

~ o~ AA AA 1 AA
v *sz = Z (‘I;de) * (‘I/Uk,j) = Z ﬁ IDFT <‘DFT (\I/Uk,j)
k=0 k=0

2) (4.9)

by Lemma and the fact that <L IDFT(DFT(f)) = f for all f € C**¥. Here,
the product of elements of C**Y on the right-hand side of Equation is defined
by pointwise multiplication. The complexity of calculating the right-hand side is given
by O(QM XY log(X Y)) if the fast Fourier transform is used. In this way, the overall
complexity of evaluating the objective functional is reduced to O(QN MXY log(X Y))

Remark 4.2.6. Lemma requires that the discrete exit wave ¥ € C¥*Y is extended
to an element of C%*% using periodic continuation. As opposed to the zero continuation,
periodic continuation of the exit wave is not sensible in general, but must be considered as
a necessary evil in order to be able to utilize the fast Fourier transform. In Section [4.4.3]
an approach is presented to alleviate the error caused by the periodic continuation of
the exit wave.

4.3 Minimization algorithms

There are several classes of algorithms to choose from for the numerical minimization of
the objective functional.

First of all, derivative-free optimization algorithms such as simulated annealing or
genetic algorithms can be used. An advantage of these algorithms is that they attempt
to approximate a global minimum and do not get stuck in local minima as easily as local
gradient-based methods. However, the drawback is that many evaluations of the objec-
tive functional are necessary for a good approximation of a global minimizer. Since the
objective functional E, is continuously differentiable and the computational complexity
of calculating the derivatives is on the same order as the evaluation of the functional
(see Section [4.4.1)), it is reasonable to use the additional information provided by the
derivatives.

Available derivative-based optimization algorithms include the gradient descent and
the nonlinear conjugate gradient method. These are the methods that are used in the
MIMAP and MAL algorithms. Another possibility is using a quasi-Newton algorithm,
which is based on Newton’s method but does not require the computation and inversion
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4 Numerical minimization of the objective functional

of the Hessian. The same applies to the Gauss-Newton algorithm, which is designed to
find minimizers of nonlinear least squares functionals such as the objective functional
for exit wave reconstruction.

In principle, methods using higher order derivatives such as Newton’s method could
also be used to approximate a minimizer. An advantage of Newton’s method would
be the local quadratic convergence in the neighborhood of a minimizer. Nevertheless,
it is the calculation of the second order derivatives of the functional E, that makes
Newton’s method unsuitable for a numerical minimization of the functional. Not only is
the Hessian matrix very expensive to calculate, but its calculation should also be avoided
for the translations due to the presence of noise in the experimental input data [52].

A very brief summary of the optimization algorithms that are considered for the
minimization of the objective functional is given in the following. All of these algorithms
return a critical point of the corresponding function, which is not necessarily a local
minimizer but can also be a saddle point. More details can be found in [53].

Gradient descent The gradient descent algorithm consists of a series of line searches
along the direction of the negative gradient (steepest descent direction), which are re-
peated until a given convergence criterion is fulfilled. More precisely, the gradient descent
consists of the following steps:

Data: A function f € C'(Q,R) with Q C R™ and an initial guess zy € 2.
Result: A critical point z, of f.

Set i :=0
Repeat: until convergence:
1. Calculate d; := =V f(z;)
2. Choose a step size 7; > 0 for the line search in the direction d;
3. Set x;y1 = x; + 7d;
4. Update 1 +— 1+ 1
Set x, := x;

The gradient descent is based on the fact that the function’s value locally decreases the
fastest in the direction of the negative gradient. The step size 7; can be calculated using
Armijo’s rule [3] for example.

Nonlinear conjugate gradient Although the gradient descent always proceeds in the
locally optimal descent direction, it is in general a very inefficient method for the approx-
imation of a minimizer. This is due to the fact that within a given number of iterations
many of the search directions are oftentimes parallel or near-parallel. Instead of choosing
a locally optimal descent direction, the nonlinear conjugate gradient algorithm tries to
find search directions that are more favorable globally. This is done by taking the history
of search directions into account in order to choose directions that are approximately
orthogonal to each other.
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4.3 Minimization algorithms

Data: A function f € C'(Q,R) with Q C Q and an initial guess 2, € R™.
Result: A critical point x, of f.

Set i :=0, fp:=0and d_; :=0
Repeat: until convergence:
1. Calculate d; := =V f(z;) + Bid; 1
2. Choose a step size 7; > 0 for the line search in the direction d;
3. Set x;41 = x; + 7d;
4. Calculate ;11
5. Update i <1+ 1
Set z, := x;

Implementations of the nonlinear conjugate gradient method mainly differ in the cal-
culation of the weighting factor ;;, for the previous search direction. The nonlinear
conjugate gradient method was originally devised by Fletcher and Reeves in [21] as an
extension of the linear conjugate gradient method, where they proposed to choose the
parameter ;1 as

.1;:w, 410
P S ) (10

A widespread alternative is the Polak-Ribiere formula [57]
2
= IV (@is)lls = V(i) "V f (1) (4.11)
i1 = 5 . .
IV f ()l
Both of these formulas are heuristics for the nonlinear optimization and can equally well
be used as the weighting factor for the previous search direction.
The step size 7; can again be calculated using Armijo’s rule just like in the gradient
descent algorithm. The first iteration of the conjugate gradient method is then equal to
the steepest descent, since d_; = 0.

Quasi-Newton Quasi-Newton methods provide an alternative to Newton’s method if
the calculation of second order derivatives is not feasible. The key idea is to approx-
imate the Hessian matrix by regular updates that are performed based on the change
in the gradients between two successive iterations. The basic structure of quasi-Newton
algorithms is as follows:

Data: A function f € C*(Q,R) with Q C R™ and an initial guess zo € Q.
Result: A critical point z, of f.

Set i :=0and By := [ € R™*"
Repeat: until convergence:
1. Calculate d; :== —B; 'V f(z;)
2. Choose a step size 7; > 0 for the line search in the direction d;
3. Set ;41 1= x; + 1d;
4. Calculate B;i4
5. Update i <1+ 1
Set x, == x;
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4 Numerical minimization of the objective functional

Variants of the quasi-Newton method differ in the calculation of the approximation of
the Hessian B; and its inverse B; '. A popular method is the BFGS algorithm that was
proposed independently by Broyden, Fletcher, Goldfarb and Shanno in 1970. In the
BFGS algorithm, the approximation to the Hessian is updated by

yl Ax; Azl BiAz;

Biy1 = B; +

where y; := V f(x;41) =V f(z;) and Ax; := 2,41 —x; [20]. An advantage over the gradient
descent is that additional information about the Hessian is used in the calculation of
the search direction. For this reason, a Quasi-Newton algorithm is closer to Newton’s
method than a gradient descent, which results in an improved, superlinear convergence
speed. Also note that since the first approximation of the Hessian matrix By = [ is the
identity matrix, the first iteration of the quasi-Newton method is equal to one iteration
of the gradient descent.

Gauss-Newton In contrast to the algorithms introduced so far, the Gauss-Newton
algorithm is specifically designed to minimize functionals that are given as a sum of
squares. Utilizing this additional structure makes the minimization algorithm more
stable and efficient [53]. Similar to Newton’s method, the solution of the nonlinear
problem is approximated by iteratively solving a sequence of linearized problems.

Data: A function F' € C'(Q,R™) with 2 C R" and an initial guess zy € 2.
Result: A critical point z, of E: Q — R, z — |[F(z)]3.

Set 2 :=0
Repeat: until convergence:
1. Solve (DF)(z;)"(DF)(x;)d; = — (DF)(x;)" F () for d,
2. Choose a step size 7; > 0 for the line search in the direction d;
3. Set x4 = x; + 7d;
5. Update ¢ <— 17+ 1
Set z, == x;

The normal equations in step 1 originate from a linear approximation of F' using the
Taylor expansion F(z) &~ F(z;)+ (DF)(z;)-(x—;), which replaces the original nonlinear
minimization problem by

|F(z;) + (DF) (ml)dzHZ — min.

If the Jacobian matrix is small, then the normal equations can be solved using stan-
dard techniques from numerical analysis. Otherwise, it is possible to resort to iterative
methods that solve the normal equations approximately with a given precision [20] 22].

For the discretization of the objective functional EU from Equation 1) the vector

valued function F : R2XY+2N _y RINXY+2XY with [ [\/I\/, t] = HF[\T/, t] H2 is defined such
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that the entries of I [\TJ, t] € RAVXYH2XY gre
L5 LY
NX3Y3
L3 L3 ~ ~ . ~
NX3Y3 Im <(\D *fzj \Ij)x,y o (Htj)x,y DET (g])x,y)

forje{l,...,N},z€{0,...,.X =1} and y € {0,...,Y — 1} as well as

Re <(@ w5, ©),, = (fi)ey DFT (gj)w>

LxL ~ ~

° o ;YY Re <\Dx7y — (\DM)I,Z)
LxL ~ ~

° o ;YY Im (‘I’x’y — (‘IJM)ac,y>

for x € {0,...,X —1} and y € {0,...,Y — 1}. The Jacobian DF is a dense matrix of
the size 2NXY +2XY)(2XY +2N). Even for a moderate number of images and pixels
in each image, its size is prohibitively large for storing the Jacobian using conventional
hardware. Hence, the usual approaches for solving the normal equations in step 1 by
calculating the Cholesky factorization of (DF)(z;)" (DF)(x;), the QR factorization of
(DF)(x;) or a singular value decomposition of (DF)(z;) are not viable. Instead, it is
possible to use the iterative LSMR algorithm [22] to solve the normal equations approx-
imately. The advantage of the LSMR algorithm is that, instead of working with the
Jacobian directly, it only needs to be able to compute matrix-vector products with the
Jacobian and its transpose.

4.4 Practical aspects of the minimization

In this section, several results are collected that are of only little relevance to the theory,
but very useful or even necessary for a successful numerical minimization of the objective
functional. On the one hand, the computation of the derivatives and the scaling of the
objective functional’s arguments discussed in Sections4.4.1jand [4.4.2 mainly improve the
convergence speed of the minimization and reduce the computation time. On the other
hand, the approaches that deal with the wrap around error and image continuation in
Sections and are necessary for the correctness of the reconstructed exit wave.

4.4.1 Computation of the partial derivatives

The efficient numerical computation of the partial derivatives of E, involves a few sub-
tleties that are discussed in this section. It turns out that if the TCC is *-separable,
then the complete gradient can be calculated in linearithmic time O (XY log(XY)) in
the number of pixels of the discrete exit wave ¥ € CX*Y. If the TCC is not x-separable,
then the complexity is quadratic in the number of pixels; i.e. O((X Y)Q).

The partial derivatives are calculated separately for the exit wave, the translations
and the focus values and then combined to yield the complete gradient of the discretized

103



4 Numerical minimization of the objective functional

objective functional at a given position. Although the derivatives are deduced from
a discretization of the Gateaux differentials of FE, from Section 3.3, they are in fact
identical to the partial derivatives of the discrete functional E,.

Exit wave: By Lemma and Corollary [3.3.4] the first order Géateaux differential of
E, at a position (U, 1) € L?(A, C) x (R?)" in the direction (®,0) € L*(A4,C) x (R?)V is

A N
(OuE,[¥,1), @) = = 3 Re ((Dq,,j, Vg, <I>)L2> 4 20Re (W — Uy, @) 2),
=1

where Dy ; = ¥ 1y, U — iy F(g;) does not depend on ®. Using the same notation as
in Section 4.2 a discretization of (Oy Ey[V,t], ®) is given by

3 3 x Ty.
NX Y j=1 z=0 y=0 Y ?
X-1Y-1
LyL S
20 5 g ( (T - @M)xjycpx,y) (4.12)
=0 y=0

for \T/, (I\/M, d e C*X*Y where ﬁ\p’j = \Tl*fz_ U — fie; DET(g;).

Let a € {0,..., X — 1}, b € {0,.. — 1} and define ® € C¥Y by &, := 1 and
Q=0 for all (a/, V) # (a,b). The partlal derivative of E, with respect to Re(\ll b)
can be computed by substituting d=0in Equation 1) which yields

a 4L L X-1Y-1
- [ Y * * ~
6Re(@a7b) Eo [\117 NX3Y3 ZR@ (Z Z D\I’J T,y Ve y(TZj)(a,b),(a—x,b—y)>

=0 y=0

Lyly .
+ 205 Re (0 =W, ) - (4.13)

In this expression, the dlscretlzed exit wave and TCC are implicitly extended to elements
of C%*Z respectively C! (Zx2)? using the same continuation as the one that is used for the
computation of the functional’s value E, [\I/,t} (cf. Section . A similar expression
can be derived if <I> » = 1 instead of q)ab = 1, which yields the partial derivative of
EU with respect to Im(\I/ ) In general, the complexity of evaluating Equation (4.13))
s O(NXY), assuming that lA?q,J has been precomputed for all j € {1,...,N}. Since

the partial derivatives have to be calculated for all 2XY possible directions, the overall
complexity is O (2N (XY)?).
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However, if the TCC is x-separable, then the first summand in Equation (4.13]) can be
rearranged to allow for a faster computation of the partial derivatives by utilizing the

fast Fourier transform. Let M € N and 0y ,...,0y,; € C**Y with
M
~ ~ ~ *
(TZJ)I’,y’ = (/Uk,j)xl (Uk,j)y/
k=1

for all ',y € {0,..., X —1} x{0,...,Y —1}. Then

Z (B‘II j);yqu—m b—y (j:‘Z )(a b),(a—a,b—y)
=0 y=0
M X-1y-1

- Z (Ak]>ab (D\I’,J) (‘I’@kj)a by
k=1 =0 y=0
M ~ ~

- Z (Ukj>a,b(D‘IlJ * (\I/Uk]))*b,
k=1

where * denotes the discrete convolution. Using the discrete convolution theorem, it
follows that

OB, [U,1] _ ALY LY -
8Re(\ffa,b N X3Y3 Zl ;Re < Uk.j) ab XY —— IDFT (DFT (D@J) DFT (\vak])) b)
LXLY

+ 20

S Re (0= Wu);,)-

This reduces the overall complexity to O(QN MXY log(X Y))

Translation: The computation of the derivatives of the objective functional with re-
spect to the translations is straightforward. Let j € {1,..., N}, k € {1,2} and t € (R*)V
with

P 1, ifj/=jand k' =k,
Tk 0, otherwise

for all 7/ € {1,...,N} and all ¥’ € {1,2}. By Lemma [3.3.5, the Gateaux differential of
E, at a point (U, t) € L2(A,C) x (R*)" in the direction (0, 1) is

~ 2
<atE0[\Ilvt]7t> - _NRe ((\I’ *sz v — ,U/tjf<gj)7 Vk:“/tjf<gj))L2) ’

where vi(z) = 2wz, for all z € R?. The product Vi, 1s discretized just like gy,
as a piecewise constant function on a grid of size X x Y on the domain () using point
evaluations of the continuous function vy uy; at the top left corner of the respective pixels.
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4 Numerical minimization of the objective functional

If the discretization of vgpuy; is denoted by y/k,u\t] € C**Y then a discretization of the
Gateaux differential is

N XY XY Ty y XY
=0 y=0
073 13 X-1y-1 ~
- N)??)}}';R ( e (D‘I’J) (’/k“t ):p DFT (91)
Tr= Y=
_ 95 [0, 1] (4.14)
SOty T '

with 13\1,,]- =0 *7, - tiy; DET(g;) as before.

It is evident that the overall complexity of calculating the partial derivatives with
respect to the translations is limited by the computation of Dy ;. The complexity of
this computation is either O((XY)?) or O(MXY log(XY)) for an M € N, depending
on whether the TCC is x-separable or not. Since the derivatives need to be calculated
forall j € {1,...,N} and all k € {1, 2}, this yields the overall complexity O (2N (XY)?)
respectively O(ZN MXY log(X Y)) However, if the values of Dy ; are cached from the
calculation of the exit wave derivatives and the Fourier transforms of the input images

are precomputed, then the effective complexity of evaluating Equation (4.14]) once is
O(XY).

Focus: Let j € {1,...,N} and Z € R" with Z; = 1 and Z; = 0 for all k # j. By
Lemma,3.3.7, the Gateaux differential of EZ at a point (¥, t, Z) € L*(A, C)x (R*)V xR
in the direction (0,0, Z) is

~ 2
(02B10,1,2), Z) = < Re (W, W, Wr, ¥ = Gy) ),

where Ty (v, w) = d%TZjJra(v,w)L:O for all v,w € R% If Téj e CY? s the dis-
cretization of Téml as a piecewise constant function on a grid of size X x Y using point
evaluations, then the discretization of the Gateaux differential satisfies

N XY &4 Xy 29" XY b ey
2L3 L3 X—-1Y-1 N . N
S Al ( (Buy),,(Fxs, B),
=0 y=0
_ a ext [T
_a_ZjE" [V,t,Z]

For the remainder of this section, the computation of U * U is discussed for the TCCs
Téshizuka and T%/IAL. Zj
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If Ty = TE"=ka and only the focus and the spherical aberration are considered in the
wave aberration function, then the derivative of the TCC is

_ <_m(||v||§ — Jwl3)
e=0

2 (T2 (202 1 = wlf 200 (ol + Fulls  0-0) (1l + 1)) ) ) Teto )

d
£TZ+5(U> w)

for all Z € R and all v, w € R? using Equation (2.11]). Here, the derivative of the product
of the phase transfer functions is calculated using

P24 (0. (0) = pz Dy (w) exp (~mich (ol — wl?))  Vo.w e E%  (415)

For the derivative of the spatial coherence envelope, the identity

d

— FZte 4.1

ZE )| (4.16)
T 2

= =2 (Z2) (202 o = wllf + C* (loll3 + ol = - w) (0l + wll)) ) BZ (v, w),

follows with a straightforward, but tedious computation.
Just like the TCC T itself, the derivative T% is not +-separable and therefore

does not allow for a fast computation of \T/*f,z v using the FFT. Therefore, the complexity

of calculating the partial derivatives with respect to all focus values is O(N (X Y)Z) for
Ishizuka’s TCC.

If T, = TY'AL, then T, can be written as Ty (v, w) = nyz_M ckizzk(v)iz*Z’k(w) for all
v,w € R? and all Z € R, where

szk(v) = tZ(v)ESZ(v, 0) exp (—7ri)\k:5 Hv||§)

and ¢ > 0 are appropriate constants (cf. Section [2.2.4)). Using Equations (4.15))
and (4.16)), it follows with the product rule that

d -

—hze k()R (W)

- — — i (o3 = [[w]|2) Fzp ()i (w)

e=0

To 2 7 T %
=2 (TO) (2 ol + X ol a0 )

TN 2 7 T *
=2 (52) (20wl + CA fwlly) za(v)hiy(w)

. T 2 ~ =
- (—m ol =2 (55) (222 ol + Cx* \Iv\\3)> Rzl ()

) T 2 = =
e (ain g -2 (5) (22 Jul + € ol ) Baao)iutw)

(.

—az(w)
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This implies
M

Ty w) = 3 o (az(0)hza(o)hy(w) + hae(v)ay(w)hy(w))

k=—M

for all v,w € R% Unlike T, it is no longer clear if Ty, is x-separable. However, the
structure of T7, still allows for a fast computation of W *ry, W using the fast Fourier
transform, which is shown next.

If aZ,ﬁZ,k, @k € CX¥*Y denote the discretizations of ay, ;LZJm azﬁz,k as piecewise
constant functions on a grid of size X x Y using point evaluations, then

M
— A~ A~ —

@)= S o ((@h20), (iza); + (i) (7072))
f=—M
forall a,b € {0,..., X —1} x {0,...,Y — 1}. Consequently, U 1 ¥ can be computed
as J

U *

* 7
Z

M
Z ¢ (Wazhzs) « (Whze) + (Vhzi) « (Bazhzy) )

3 % IDFT (DFT ((@@ o) * (Fhzs) + (W) * (@@k)»

M
2c R
_ X_l’j IDFT (Re (DFT ($azhzi) DFT (Uhz) ) ). (4.17)

Evaluating Equation (4.17)) requires 3(2M + 1) discrete Fourier transforms. If the fast
Fourier transform is used, the overall complexity of calculating the partial derivatives
with respect to all focus values is thus O(3(2M + 1)NXY log(XY)).

4.4.2 Scaling

The objective functional Efj"t joins three very different optimization parameters: the exit
wave, the image shifts and the focus values. Let ((I\l,tA, 2) € CXY x (R?)N x RY be the
current position during a minimization of ES and (\/I}s,tAs, Z 5) € CXY x (RN x RY
be the current search direction. Because of the different nature of the optimization
parameters, the optimal step sizes for the individual parameters \I/ fand Z may differ
by orders of magnitude. More explicitly, denote by 71,79, 73 > 0 the optimal step sizes
such that
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If 7, 7 and 73 are not on the same order of magnitude, then the convergence speed of
the iterative minimization can decrease severely. It is also important to notice that the
algorithm may converge to different local minima depending on the choice of 7, 7 and
73.

Such a functional is said to be poorly scaled, which is a problem that can be resolved
by considering the scaled functional

.

E\gxt,scaled [\/I} Z] _ E\gxt [61{1\17 CQ%\: 632]

instead of the original functional for appropriately chosen ¢y, ¢5, c3 > 0. The scaling does
not affect the value of the objective functional, provided that the argument is scaled with
the inverse coefficients ¢; !, c; ', c3*. Thus, the computed local minimizer of E&sealed hag
to be scaled with ¢y, ¢9, ¢c3 in order to get the desired local minimum of Efj"t. However,
the partial derivatives of the objective functional are scaled by the coefficients ¢y, ¢o, 3
according to the chain rule, which makes it possible to adjust 71, 72 and 73 to be roughly
on the same order of magnitude. Replacing the objective functional E'6Xt with EeXt scaled
can be considered as a simple form of preconditioning. R

The scaling of the individual elements of U € C¥*Y 7 € (R?)N and Z € RY is less
critical for the convergence speed of the minimization than the above scaling of the
components as a whole. While it is expected that a non-uniform scaling of the elements
of £ and Z is not useful, scaling the individual exit wave pixels non-uniformly can indeed
be beneficial for the convergence speed. This is indicated by Figure [1.3] which shows
that the high frequencies of the exit wave are reconstructed very slowly compared to the
low frequencies. Denote by P € C**Y a matrix that realizes a scaling of the individual
exit wave pixels if the discrete functional E¢ts¢8led is replaced with

E:;Xt [Clp\/ﬁ, CQ%\, 032] .

Here, the product PV is to be understood as a componentwise product of elements of
(R%)X*Yj.e. the real and imaginary parts are considered separately. By the chain rule,
the partial derivatives with respect to Re(\lfx,y) are then given by

0 ~ R N - a@ext R R N
9 (E*[¢,PU, cof, Z>: Re(P,,) | —=2— | [, PU, eoF ¢57
e (B P o)) = et (22 farbeded

for all (z,y) € {0,..., X — 1} x{0,...,Y — 1} and similarly for Im(@xjy). The matrix
P is called scale mask in the following.

The circular shape of the power spectra in Figure motivates the construction of
an isotropic scale mask P € (R?*)**Y =~ CXxY Here, isotropic refers to a scale mask
that is rotationally symmetric around its center. Recall that the domain of the discrete
exit wave W € CXY is Q = [— %, %} X [— %, %] , which covers frequencies with
magnitudes in the range [0, fiax] With frax = \/(X/(2LX))2 + (Y/(2Ly))?. In order to

construct an isotropic scale mask, it is sufficient to prescribe a value of the scale mask
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200

Figure 4.3: The power spectra of the reconstructed exit wave after 5, 50, 200, 500 and
1000 iterations of the conjugate gradient method for a hypothetical specimen
consisting of a standard lattice of uranium atoms. The power spectrum of
the correct exit wave, which was used for the simulation of the focus series, is
displayed in the bottom right image. No scaling of the individual exit wave
pixels was performed during the reconstruction. It can clearly be seen that
the high frequencies are only reconstructed after a high number of iterations,
whereas the low frequencies are reconstructed much faster. The complete
experiment is presented in Section

for each magnitude in [0, fyax]. Since a pixel (z,y) € {0,..., X —1} x{0,...,Y —1} of
the discrete exit wave corresponds to the frequencies Si ) = [D(zy), Pa+1,9+1)] C @ with

X Y
r—5 yY— % )
P(zy) :< LX27 LY2> ERa

the pixels on the diagonal D := {(rd(d3),rd(d%)) |d € [0,1]} C Z? provide a suitable
sampling of the magnitudes [0, fiax], where rd : R — Z rounds a real number to the
nearest integer. If X =Y, then D is equal to {(d,d) | d=0,..., X/2}.

The values of P, for (z,y) € D are determined as follows. Define ®,, € C¥*¥ for
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(z,y) € D by

0, otherwise

= (\/I}s)ac, ) if (xla yl> = (l’,y),
(q)z,y)I, y = { Y

for all («/,y") € {0,...,X —1} x{0,...,Y —1}. For each (z,y) € D, exponents

re im re ._ 9ey im . 9ep” ;
€y Eny € Z are computed such that 7,5, := 2%v and 7,7 := 2% are the optimal

power-of-two step sizes in the sense that
E [(I\l—l—Tre Re({I; )),t] and
E [\/I\’ —l—l’]‘lmlm(q)(w y)) }

are a minimal among all exponents in a given range, i.e. €’ , ;my € [-10,...,10] for
example. The exponents are placed into vectors (effy, .. -, € /2 Y/Q) € ZIP! respectively
(€6 Eays2) € ZIP1 and smoothed with the mean value filter (,...,1) € Z° in
order to remove outliers. This yields the smoothed exponents (&, ..., € /27},/2) A

and (&g}, - - - ,éi;(n/lym) € Z/Pl. Finally, the entries P,, of the scale mask for (z,y) € D
are defined as

Re(P,,) :=2%+/5 and
Im(P, ) := 2%/5,

In this way, the partial derivatives of the objective functional are scaled accordingly by
2¢w/6 or 2%%/0 which helps in leveling out the step sizes for the individual pixels. An
additional scaling of the exponents is necessary to prevent an overly strong amplification
of those frequencies for which a large exponent €;°, or €, has been computed. The factor
1 has been found to perform well in practice as it reduces the overall range of the scaling
factors sufficiently and at the same time it is small enough so that it does not reduce all
scaling factors to unity.

In Section [5.1}, it is shown that such a scale mask for the exit wave can indeed decrease
the number of iterations that are necessary for a reconstruction of the high frequencies.
However, the computation of the scale mask is very costly and therefore the scale mask
in its current form is of little practical use as a preconditioner. Instead, it can be
understood as a proof of concept and may be used as a starting point for the derivation
of other preconditioners.

4.4.3 Contrast dislocation and the wrap around error

The information corresponding to a single atom in a TEM image may be spread within
a relatively large area as compared to the actual size of the atom. This effect is caused
by the aberrations of the objective lens and termed contrast dislocation. The left image
in Figure depicts contrast dislocation caused by the focus and spherical aberration
for a single gold atom. Although contrast dislocation makes the direct interpretation of
TEM images difficult, it is mostly irrelevant to exit wave reconstruction. This is indeed
one of the main reasons and advantages of using exit wave reconstruction in the first
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place: if the aberrations are sufficiently well known, then the simulated TEM images
are subject to the same kind of contrast dislocation as the experimental images and a
reconstruction of the exit wave makes the direct analysis of TEM images superfluous.
However, there is one important exception where contrast dislocation is problematic
for a successful exit wave reconstruction. Because of the discretization, contrast disloca-
tion can affect the results near the images’ edges if the specimen is not perfectly periodic
with respect to the discrete image domains. On the one hand, the experimental images
only contain incomplete information about atoms near the images’ edges, since a part of
the information is located outside of the image domain due to contrast dislocation. On
the other hand, contrast dislocation in conjunction with the periodicity of the discrete
Fourier transform causes the wrap around error in simulated TEM images as follows.

——“ww/\h /- "

Figure 4.4: Simulated TEM images of a single gold atom sampled at 512 x 512 pixels

and depicting an area of 1.6 x 1.6 nm?, showing contrast dislocation in the
form of the additional “rings” surrounding the atom. The left and middle
images were simulated without an additional buffer zone around the images.
The right image was initially simulated on a grid of size 1024 x 1024 (with
a buffer zone with of 256 pixel) and then cropped to the central section of
size 512 x 512. The plots in the bottom row display the pixel values of the

images at the cross-section (z,256) with z = 0,...,511, which range from
0.846 (black) to 1.644 (white). The microscope parameters for all images are:
focus Z = 4.5 nm, spherical aberration Cy = —700 nm, accelerating voltage

U = 200 kV (electron wavelength A ~ 0.00250793 nm), objective aperture
semiangle . = 125 mrad, coherence parameters a = 1 mrad and A = 2.8
nm. The images were simulated using TH"" with M = 4 and § = 1.25 nm.

The discrete Fourier transform of a vector g € CV for N € N is necessarily N-periodic,
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since

N—
N
DFTN(9)ken = Z n €XP (—QWiM)

N
n=0
N-1
k
= Jn €XP —onil exp(—2rin)
n=0 N _
= DFTn(9)k

holds for all k& € Z. The same applies to the inverse discrete Fourier transform. Because
of this periodicity, opposite edges of the TEM images are effectively adjacent to each
other in numerical computations. Therefore, the simulated atoms wrap around the
images’ edges as illustrated in the middle image of Figure (cf. [41) ch. 4.4]).

The experimental TEM images do not contain the wrap around error and consequently
this error needs to be reduced for a meaningful exit wave reconstruction. If the specimen
is almost perfectly periodic with respect to the discrete images’ domains, then the wrap
around error is small and can be ignored. However, in the general case a buffer zone
should be added around the real space images to account for the wrap around error
[54, [41], [66]. Otherwise, a numerical minimization of the objective functional would
attempt to adapt the exit wave in order to compensate for the wrap around error,
which then yields a better match of the simulated and experimental images with a worse
estimate of the true exit wave. R

If a buffer zone of width W € Ny is used, then the discrete exit wave ¥ is an element of
CE+2WXVH2W) and the discrete input images g; need to be extended to R T2W)x(Y+2W)
using e.g. constant continuation with the mean value or periodic continuation. The data
term of the discrete objective functional from Equation is then transformed to real
space (in order to allow for a real space buffer zone) and adapted to

N]_X
NX_;

>.<
,_A

: (4.18)

IDFT (¥ +7, ¥ —ji,, DFT (3;) )

z+Wy+W

Il
o

Y

where a scaling factor of L3, L3./(X?Y?) has been omitted and T. 7, respectively fi;, are
similarly extended to elements of C(XT2W)x(Y+2W)? peghectively CXH2WIXY+2W)  Note
that this data term ignores the values of the simulated and input images in the buffer
zone.

The importance of using a buffer zone for non-periodic specimens is confirmed with a
simple experiment, where the exit wave is reconstructed from a focus series consisting
of the 4 images shown in Figure Using these images as the input data, two recon-
structions have been performed with the nonlinear conjugate gradient method. The first
reconstruction does not use a buffer zone and the second reconstruction uses a buffer
zone with a width of 256 pixels. Therefore, the first reconstruction yields an exit wave
of size 512 x 512 pixels, whereas the second reconstruction computes an exit wave of
size 1024 x 1024 pixels. The TCC THAL with M = 4 and § = 1.25 nm was used for the
forward model in both cases.

113



4 Numerical minimization of the objective functional

Figure 4.5: Simulated focus series used as input data to the exit wave reconstruction.
The images are sampled at 512 x 512 pixels and depict an area of 1.6 x 1.6
nm?. The focus values are —3 nm, —0.5 nm, 2 nm and 4.5 nm (from left
to right) and the other microscope parameters are identical to the ones in
Figure £.4] All images have been simulated with a buffer zone width of 256
pixels using T with M = 4 and 6 = 1.25 nm. Note that the rightmost

image is identical to the rightmost image in Figure [4.4]

As the initial guess for the exit wave a constant exit wave in real space corresponding to
the mean image intensity was used. Neither the translations nor the focus values were
optimized and instead kept fixed at the correct values throughout the minimization.
Note that there is no specimen movement within the focus series in this example. The
coefficient o of the regularizer was set to zero.

Figure [4.6| shows the energy of the modified objective functional given in Equa-
tion for the first 100 iterations for both reconstructions. It can clearly be seen that
using a buffer zone results in a significantly lower residual or, equivalently, a significantly
better match of the input images and the simulated images. Note that in both cases
a perfect reconstruction is not possible. This is because of the first problem caused by
contrast dislocation in exit wave reconstruction mentioned above. As the gold atom is
located near the image’s edge, the input images are missing the information about the
atom that is located on the right side of the right image edge.

Finally, the amplitude and phase of the reconstructed exit waves in Figures .7/ and
show that using a buffer zone not only results in a lower energy, but also a better
reconstruction of the exit wave.
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——  No buffer zone (W = 0)
— With buffer zone (W = 256)

0
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Figure 4.6: The value of the modified objective functional in Equation (4.18)) for the first

100 iterations of both reconstructions.

Figure 4.7: The amplitudes (top) and phases (bottom) of the reconstructed exit waves

after 100 iterations. The images on the left show the result of the recon-
struction without a buffer zone (W = 0). The images on the right show the
result of the reconstruction using a buffer zone (of width W = 256), cropped
to the central section of size 512 x 512.

115



4 Numerical minimization of the objective functional

Figure 4.8: The full amplitude (left) and phase (right) of the reconstructed exit wave
of size 1024 x 1024 pixels after 100 iterations, including the buffer zone of
width W = 256. The central subsection of size 512 x 512 pixels is identical
to the images in the right column of Figure

4.4.4 Dynamic integration domains

Unlike the example in the previous section, the images in a real focus series are in general
not aligned very well to each other and the specimen drift can be quite significant. Here,
we follow the approach from Remark and choose the first image g; as the reference
by keeping t; = 0 fixed throughout the minimization. In this case, the reconstructed
exit wave is aligned to gi. This means that for all the other images gy, ..., gy in the
series, only these subsections of gj o ¢;; contribute to the reconstructed exit wave which
are contained in the domain of g;. Worse yet, if the shifted images are calculated
with 7i;; DET (ﬁj) in Fourier space as it is done in the present work, then the image
shift is implicitly performed with periodic continuation, which causes artifacts in the
reconstructed exit wave.

However, if the exit wave reconstruction is performed with a buffer zone that is suf-
ficiently large to encompass the shifted images for all translations ¢; occurring during
the reconstruction, then these problems can be circumvented completely by adjusting
the integration domains in the objective functional to the domains of the shifted images.
On top of that, using this approach, the area of the reconstructed exit wave is larger
than the domain of any of the individual images in the focus series. This is achieved by
adjusting the integration domains in Equation , which yields the modified version
of the data term

| N Xy R 2
— IDFT (\IJ %~ U —1, DFT (5, ) 4.19
N ; X;Yj =0 ; ' o (gj) 24+Z;+Wy+g;+W ( )
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with (X;,Y;) € N? and &;,§; € Z such that (Z;,4+W,g,+W) € N2 forall j € {1,..., N},
where W € Ny is the width of the buffer zone. The integration domain of the j-th real
space residual R; := IDFT (\Il *7, W — py; DFT (’g})) is thus the rectangle

L ={(z+2;+W,y+y,+W)|z=0,...,X;—landy=0,...,Y; — 1}.

In other words, (Z; + W,g; + W) € N3 is the top left position in image coordinates on
the screen and (X;,Y;) € N? is the size of the integration domain. If the integration
domains I; are carefully chosen such that

0~ €W A X] A (= (g € WW Y] (420)
X Y

for all p; € I; and all translations ¢ € (R?)" considered during the reconstruction, then a
continuation of the discrete input images beyond their domain is no longer necessary as
only values within the domain of the real space images are accessed in Equation .
The translations that are considered during the entire reconstruction are necessarily
unknown a priori. However, initially a large range of possible translations may be
considered based on an upper bound for the translations, which is then successively
refined during the minimization as outlined in the following.

The condition in Equation requires that X; and Y are initially set to a value
much smaller than X and Y because of the typically very large errors in the translations
t; at the beginning of the minimization. However, the translations converge quickly
and the magnitudes of the changes in ¢ from one iteration to the next decrease as a
consequence. This in turn can be used to increase the sizes (X;,Y;) and adjust the
positions (Z;, 7;) of the integration domains as described in the following paragraph.

Denote by t*) € (R?)N the estimate for the translations in the k-th iteration and fix
ann € N. Let j € {2,...,N}, [ € {1,2} and define the maximum absolute value of the
changes of the translation (¢;); during the previous n iterations as

F(B)y . (k—K') (k—k'—1) . _
(1), = max { | (£F4), = (@) | W =0, -1}
for £ > n. The position and size of the integration domain /; can be adjusted based on
the assumption that
(k") (k) 7 (k) (k) 7 (k) /
(7)€ [(47), =50, (), +0(E), ] vK =k

for an appropriate § > 1, which states that the final value for the translation (¢;); has
been computed within an accuracy of 25(@(1’:))1. In practice, setting 6 = 20 turned out
to work well. If the integration domains are adjusted every n iterations, the sizes of the
integration domains (X, Y;) eventually converge to (X — 1,Y — 1) and the positions
(z;, ;) converge to

- . X - . Y
Z; = lim [(tﬁ-k))la-‘ and y; = lim [(tgk))za-‘ )

k—o00
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For j > 2, the size (X — 1,Y — 1) is the maximum possible size for the integration
domains /; while ensuring that the condition in Equation holds, since (t;)1.X/Lx
and (t;)2Y/Ly are not integers in general. It is pointed out that the sizes and positions
of the integration domains are integers and as such converge within a finite number of
iterations in practice. Therefore, the integration domains stay constant after a finite
number of iterations and the results from Chapter [3| carry over to the modified objective
functional in Equation , even if the integration domains are adjusted during the
minimization with the method described above.

The advantage of adjusting the position and size of the integration domains during
the exit wave reconstruction is illustrated by an example reconstruction. An excerpt of
the simulated focus series that was used as the input data is shown in Figure The
reconstruction of the exit wave and the registration of the image series was performed
simultaneously using the nonlinear conjugate gradient method and the scaling factors for
the exit wave and the translations were set to ¢; = 10% and ¢y = 10% (cf. Section .
No scaling of the individual exit wave pixels was performed and the coefficient o of the
regularizer was set to zero. The integration domains were updated every 10 iterations
based on the changes in the translations in the previous 10 iterations. The same TCC
and buffer zone width was used for the reconstruction as for the simulation of the focus
series, i.e. THAY with M = 4, 6 = 1 nm and a buffer zone of width W = 256 pixels. As
the initial guess for the exit wave a constant exit wave in real space corresponding to
the mean image intensity was used. The initial guess for the translations was calculated
from a cross-correlation of successive images in the focus series. The focus parameters
were not optimized and kept constant and equal to the correct values throughout the
minimization.

Figure [4.10] shows the energy for the first 1000 iterations of the nonlinear conjugate
gradient method, where it can be seen that the energy increases after 10, 20, . . . iterations.
Because the integration domains are updated every 10 iterations, their sizes (X, Y;) and
positions (Z; + W, g; + W) may change. As a consequence, the simulated images and
the input images are compared at new pixel positions (v + z; + W,y + g; + W) in
Equation . This temporarily increases the value of the objective functional until
a good reconstruction at these new pixels has been achieved.

The plots in Figure show the updates of the integration domains and the trans-
lation values during the reconstruction. Initially, the integration domain positions and
sizes are set as follows:

[ Image | 1| 2| 3[...] 22| 23] 24|
T 0] 11] 21]...]211]221]231
U 0 71 13]...] 137|143 | 149
X; || 512|501 [ 491 |...|301 291 | 281
Y; 512 | 501 | 491 | ... | 301 | 291 | 281

The integration domain sizes (Xj,Y;) decrease as j increases, since the initial guess
for the translations is calculated from the relative shifts of successive images, which
in turn are estimated with the cross-correlation. The error in the relative shifts is
accumulated in the absolute shifts with respect to the first image g, i.e. the translations
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Figure 4.9: From left to right: images 13-16 of the focus series used for the reconstruc-
tion. The series consists of 24 images sampled at 512 x 512 pixels that each
depict an area of 2.5 x 2.5 nm?. The specimen drift between successive im-
ages in the series is 0.025 nm in x direction and 0.008 nm in y direction.
The images were simulated from a simulated exit wave of a specimen that
consists of carbon atoms arranged in a honeycomb structure. (The exit wave
is calculated from a linear superposition of the projected potentials of the
carbon atoms and thus not a realistic exit wave for graphene.) The focus
value of the j-th image in the series is Z; = =10+ (j — 1) - 0.9 nm for all
j € {1,...,24} and the other microscope parameters are: spherical aberra-
tion Cs = —70 nm, accelerating voltage U = 300 kV (electron wavelength
A & 0.00196875 nm), objective aperture semiangle ay,.x = 125 mrad, coher-
ence parameters o = 0.4 mrad and A = 2.9 nm. The images were simulated
using THAL with M =4, 6 = 1 nm and a buffer zone of width W = 256.

tg-o). Consequently, the accuracy of the initial guess t§0) generally decreases as j increases.

For the initial guess, it was simply assumed that the translation of the j-th image is
accurate within 105 pixels in both directions for all j € {2,...,24}. This is certainly
an overly careful error bound on the initial guess for the translations. However, since
the error bounds are adjusted every 10 iterations, it is insignificant that the first 10
iterations are calculated on very small integration domains in this way.

After the first 10 iterations, the integration domains are updated to

[ Image | 1] 2| 3[...[ 22| 23| 24|
Z; 0 8| 12| ... 108 | 115 | 122
Uj 0 5 41...| 35| 40| 46
X; 512 | 505 | 507 | ... | 507 | 504 | 500
Y; 512 | 502 | 507 | ... | 507 | 500 | 492

and after another 40 iterations, the integration domains are

[Image | 1] 2| 3[...] 22| 23] 24]
Z; 0 6| 11|...| 108 | 113 | 119
Uj 0 3 4 ... 35| 37| 39
X; 512 | 510 | 510 | ... | 510 | 511 | 510
Y; 512 | 509 | 510 | ... | 510 | 510 | 509
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Figure 4.10: The value of the objective functional in Equation for the first 1000
iterations of the minimization algorithm. The energy is not monotonically
decreasing, since the integration domains are updated every 10 iterations
and the objective functional is modified if the position or size of any inte-
gration domain changes.

After 720 iterations, the estimate for the translations is sufficiently good so that the au-
tomatic update of the integration domains comes to an end. At this time, the integration
domain sizes are (X;,Y;) = (511,511) for j = 2,...,24 and (X3,Y7) = (512,512).

Figures and show the distance of the estimates for the exit wave and the
translations to the correct values. Even with a buffer zone and dynamic integration
domains, a perfect reconstruction of the exit wave near the image borders is not possible
due to contrast dislocation (cf. Section [4.4.3). For this reason, the distance of the
estimate for the exit wave to the correct exit wave is also shown for subsections of the
domain {1,...,1024} x {1,...,1024} that are smaller than the central subsection of size
512 x 512. During the first 30 iterations, the translations are only slightly improved. The
reason for this is likely that a good reconstruction of the exit wave is required in order
to improve the registration with a comparison of simulated and experimental images, as
is done by a minimization of the objective functional. After 70 iterations, the error in
the estimated translations stays constantly below 0.1 pixel.

Besides the advantage that a continuation of the input images is no longer necessary
with dynamic integration domains, each image in the focus series is used almost com-
pletely during the reconstruction. More precisely, a subsection of the size (X —1)x (Y —1)
is utilized instead of a potentially much smaller subsection if the same integration do-
main is used for all images. Consequently, the area of the reconstructed exit wave is
larger than the area of any image from the focus series, which can be seen in Figure
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Figure 4.11: Upper plot: denote by (X ;k), Y;-(k) ) the sizes and by (ig 3j§k) ) the positions

of the integration domains after the iteration k. The blue graph shows the
minimum of X;k) and Y;-(k) for all j € {1,...,24}, i.e.

min({X;k) |j=1,...,24} u{y® \j=1,.‘.,24}>

for all k£ € {0,...,1000}. The orange graph shows the maximum absolute
value of the changes in the integration domain positions, i.e.

max ({ 7 —:z(’“‘m)‘ j= 1,...,24} u{ e —g](.’“‘lo)( L j= 17...,24}>

J J
for all k € {10, 20,30, ...,1000}. Lower plot: the changes of the translations
in pixel in the supremum norm, i.e. max (Ml(k) U Mék)) with

Y

X _ :
M = { (1), — (@), | =1, 2

Ly }
:j:1,...,24}

Y _
M= { ), - @),

for k € {1,...,1000}.
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Figure 4.12: Denote by ¢*) := IDFT ((I\f(k)) € (C1024x1024 the estimate for the exit wave
in real space after the k-th iteration and by ¢ € C!924x1024 the real space
exit wave that was used for the simulation of the focus series. The plots
show the distance of the current estimate to ¢ in the supremum norm for
the central subsections of size 409 x 409, 460 x 460 and 512 x 512 pixels,
ie. H (¢(k) — @/)) ILMHOO, where M is the corresponding central subsection of
the domain {1,...,1024} x {1,...,1024}.
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Figure 4.13: The distance of the estimate for the translations t**) € (R?)" to the correct
translation values t* € (R?)Y in pixels with respect to the supremum norm
for all iterations k € {1,...,1000}.
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Figure 4.14: The phase of the reconstructed exit wave after 1000 iterations with the
integration domains for g7, g12 and g4 drawn on top. Outside of the inter-
section ﬂ?il I; = I N Iy4, the reconstructed exit wave is influenced only by
a part of the focus series.
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4.5 Implementation

The numerical minimization of the objective functional has been implemented in a C++
program written within the framework of the Quocmesh library [23]. The source code is
available on GitHub [I], along with all parameter files that are necessary to reproduce
the experiments in Chapter [4 and Sections [5.1] and [5.2]

Two different kinds of TCCs can be used in the program: the focal integration approx-
imation TH™Y and Ishizuka’s TCC TEh#2uka  Since Ishizuka’s TCC is not x-separable,
the simulation of TEM images with TEM#uk is quite expensive. However, the simulation
of a TEM image T *7, U for U € CX*Y can trivially be parallelized, since the individual
pixel values

S

-1

~ ~ ~ A~

(\If *7, \I,)z’y = (I};bqja-i-:c,b"ry (TZ) (a+z,b+y),(a,b)
b

forx €{0,..., X —1},y € {0,...,Y — 1} are completely independent from each other.
This high degree of parallelism is ideally suited for a computation on GPUs instead
of CPUs if a non-x-separable TCC is used. It was observed experimentally on our
machine that the computation of TEM images with TEM2ka on a GPU is roughly 50
times faster than the same computation on a multi-core processor. For this reason, the
computations in the program are automatically performed on the (potentially multiple)
available GPUs if T2k i5 ysed for image simulation. This is done by invoking suitable
OpenCL kernels for the image simulation and derivative computations.

In an earlier version of the program the Gauss-Newton algorithm was implemented
with both the LSMR and the QR method. However, as mentioned in Section [4.3] com-
puting the QR factorization of the Jacobian in the Gauss-Newton algorithm is not viable
even for relatively small image sizes. If the normal equations from the Gauss-Newton
algorithm were solved approximately using the iterative LSMR algorithm instead, then
the decrease in the objective functional’s value in each iteration was comparable to the
Quasi-Newton BFGS algorithm and the nonlinear CG method. However, a single itera-
tion of the Gauss-Newton algorithm with LSMR took roughly 3 times as much computa-
tion time than a single iteration of the Quasi-Newton BFGS algorithm or the nonlinear
CG method. For these reasons, the Gauss-Newton algorithm is not implemented in the
current version of the program.

The most important files of the C++ program are shown in Figure [4.15] A brief
overview of the purpose and contents of each of these files is given in the following:

~
_

I
=)
I
o

a

Reconstruction.cpp: Starting point for the exit wave reconstruction. Performs the
initialization and contains the main minimization loop.

Preconditioner.h: Implements the circular scale mask P for the exit wave as described

in Section 4.4.2]

Functional.h: Contains the base code for the evaluation of the discrete objective func-
tional with the data term given by Equation (4.19).
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4.5 Implementation

Reconstruction.cpp

'

Preconditioner.h

RN

Functional.h FunctionalDerivative.h
IntegrationDomains.h ExitWaveDerivative.h FocusDerivativelmage.h

O,

ReconstructionBase.h

N

SimulateInputData.h Registration.h

\

SimulateImage.h

'

OpenCLKernelData.h

Figure 4.15: Reduced include graph of the program showing only the most important
project files. Technical files that contain I/O routines and the implemen-
tation of certain auxiliary classes are omitted, as well as all Quocmesh and
C++ STL includes. Generated using doxygen and graphviz.

FunctionalDerivative.h: Contains the base code for the computation of the gradient of
the discrete objective functional with respect to the exit wave and the focus values as well
as the full code for the computation of the derivatives with respect to the translations.

IntegrationDomains.h: Realizes the update of the integration domains on the basis of
the changes in the translations in the previous iterations as described in Section 4.4.4!
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4 Numerical minimization of the objective functional

ExitWaveDerivative.h: Implements the computation of the partial derivatives of the
objective functional with respect to the exit wave pixels for the TCCs THAL and TEhizuka,
The partial derivatives are computed according to the formulas given in Section [£.4.1]
The effects of scaling (Section and different integration domains (Section

on the derivatives are accounted for in FunctionalDerivative.h.

FocusDerivativelmage.h: Implements the computation of the partial derivatives of the
objective functional with respect to the focus values for the TCCs THAL and Thhizuka
using the formulas from Section [£.4.1] Similarly to the computation of the partial
derivatives with respect to the exit wave pixels, the effects of scaling (Section and
different integration domains (Section on the derivatives are already accounted
for in FunctionalDerivative.h.

ReconstructionBase.h: Contains two fundamental data structures which are the basis
for the implementation of the objective functional: (1) the Arguments class that contains
the current estimate for the exit wave, the translations and the focus values and (2) the
InputData class that stores the focus series and all constant microscope parameters such
as the accelerating voltage and aberration coefficients other than the focus.

SimulatelnputData.h: Implements functions for the simulation of exit waves corre-
sponding to a superposition of single atoms or a lattice of point charges. Additionally,
this file includes a function for the simulation of a focus series from a given exit wave,
which may then be used as input data to the minimization algorithm.

Registration.h: Implements the registration of two images by calculating their cross-
correlation with the FFT. This is used to calculate an initial guess for the image shifts.

Simulatelmage.h: Implements the simulation of TEM images for the TCCs THL and
TEhzuka  Tn the case TH™E, the images are simulated using Equation , whereas for
Thhizwka the images are simulated using the definition of the discrete weighted autocor-
relation directly.

OpenCLKernelData.h: Contains the interface to perform computations on the GPU
with TFM2uka  This includes the simulation of TEM images and the computation of the
partial derivatives of the objective functional with respect to the exit wave pixels and
the focus values.

126



5 Experiments

This chapter contains three numerical experiments that are used to analyse the behavior
of the objective function from different point of views.

In the first experiment in Section the use of a scale mask to scale individual
exit wave pixels is evaluated (cf. Section . This is done by a comparison of three
minimization strategies that employ different scale masks, which shows that a slightly
lower energy can indeed be reached if a scale mask is used and updated regularly. In Sec-
tion[5.2] the simultaneous optimization of the exit wave and the translations is compared
with an alternating minimization scheme. It is shown that the overall performance with
regard to reconstructing the exit wave is comparable, although the joint approach needs
significantly fewer iterations to optimize the translations. In the concluding experiment
in Section [5.3] the objective functional is used to reconstruct the exit wave for a real
image series. It is shown that the estimates for the exit wave are structurally identical to
exit waves that have been reconstructed with other methods. Furthermore, it is pointed
out that the noise contained in the input images is reproduced to some extent in the
simulated images at the expense of the quality of the exit wave.

5.1 Improved reconstruction of high frequencies with
scaling

In this section, the value of preconditioning the exit wave is illustrated by an example,
where the scaling of the individual exit wave pixels as described in Section is used
as the preconditioner. For this purpose, we adapt the notation from Section and
denote the scale mask for the exit wave at the k-th iteration by P®) € (R?)X*Y,

The results of three different minimization strategies are compared:

1. No preconditioning: P{%) = (1,1) for all 2 € {0,...,X —1}, y € {0,...,Y — 1}
and all iterations k£ € N.

2. Calculate the scale mask once before the first iteration and keep it constant for
the entire minimization: P® = PO for all k € N.

3. Calculate the scale mask before the first iteration and recalculate it every 30 iter-
ations based on the current estimate.

An excerpt of the simulated focus series that was used as the input data for all three
minimization strategies is shown in Figure [5.1] Only the exit wave was optimized using
the nonlinear conjugate gradient method, whereas the translations and focus values
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were kept constant and equal to the correct values throughout the minimization. As the
initial guess for the exit wave, a plane wave corresponding to the mean image intensity
of the input images was used. In addition to the scaling of the exit wave pixels, the exit
wave as a whole was also scaled by ¢; = 10% in order to keep the step size during the
minimization close to 1, which is advantageous for the underlying implementation of the
nonlinear conjugate gradient method. An exit wave buffer zone of size W = 256 pixels
was used during the minimization. Clearly, the integration domains do not need to
be adjusted as the translations stay constant. Therefore, the integration domains were
immediately placed at the optimal positions and set to the maximum size of 511 x 511
pixels for the images g, ..., g12 respectively 512 x 512 pixels for the reference image
G1. All three reconstructions as well as the computation of the scale masks P*) were
performed using T3 with the parameters M = 4 and § = 1.5 nm. The coefficient o
of the generalized Tikhonov regularizer was set to zero.

Figure 5.1: From left to right: images 6-9 of the focus series used for the exit wave scaling
experiment. The series consists of 12 images in total sampled at 512 x 512
pixels that each depict an area of 6.4 x 6.4 nm?. The specimen drift between
successive images in the series is roughly 0.037 nm in z direction and 0.018
nm in y direction. The images were simulated from a simulated exit wave of
an artificial specimen that consists of a lattice of uranium atoms. The focus
value of the j-th image in the series is Z; = (=104 (j—1)-1.5) nm for all j €
{1,...,12} and the other microscope parameters are: spherical aberration
Cs = =70 nm, accelerating voltage U = 300 kV (electron wavelength A ~
0.00196875 nm), objective aperture semiangle a,.x = 125 mrad, coherence

parameters o = 0.4 mrad and A = 3.8 nm. The images were simulated using
Thhizaka and a buffer zone of width W = 512.

Figure |5.2| shows the energy during the first 1000 iterations for all three minimization
strategies. First, it can be seen that the approach of using P® throughout the entire
minimization is not useful. While this approach temporarily yields a lower energy than
using no preconditioner for the iterations 25-110, the scale mask P© is not useful for
the iterations & > 110. This is expected to be caused by the fact that the scale mask P
is calculated based on the initial guess for the exit wave, which is equal to a constant
wave in real space and thus significantly different from all further estimates of the exit
wave W) at the iterations & > 1. If the scale mask is updated every 30 iterations,
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5.1 Improved reconstruction of high frequencies with scaling
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Figure 5.2: The energy for the first 1000 iterations of the three different minimization
strategies: no scaling of the individual exit wave pixels (1, orange), initial
calculation of the scale mask (2, blue), initial calculation of the scale mask
and updating the scale mask every 30 iterations (3, green). For the second
and third minimization strategy, the energy is identical during the first 30
iterations.

then the minimization indeed yields a lower energy after 1000 iterations compared to
the other two approaches. The images of the scale masks shown in Figure [5.3| confirm
the observations from the energy: the scale mask P© differs greatly from the other scale
masks since it is computed from the initial guess for the exit wave. For this reason, P
is only useful in the beginning of the minimization.

Figures |5.4] and show the power spectra as well as the amplitude and phase of the
estimated exit waves after 1000 iterations. Since the scale masks are close to 1 near the
low frequencies, the reconstruction of the low frequencies is almost identical for all three
minimizations strategies. Instead, the scale masks accelerate the reconstruction of high
frequencies, which results in a lower energy and consequently a slightly better match of
the input images and the images simulated from the estimate for the exit wave by the
definition of the objective functional.
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Figure 5.3: The real part of the scale masks P1(0)7 P1(30), P1(180)7 Pl(ggo) (from left to right)
during the third minimization strategy, where the scale masks are updated
every 30 iterations. The scale masks range from 0.56 (black) to 10.08 (white).

The imaginary parts of the scale masks are very similar to the real parts.

Figure 5.4: The power spectra of the reconstructed exit waves after 1000 iterations and
the correct exit wave: no scaling of the individual exit wave pixels (top
left), initial calculation of the scale mask (top right), initial calculation of
the scale mask and recalculating the scale mask every 30 iterations (bottom
left), correct exit wave (bottom right). The circular ring pattern in the power
spectra are an artifact of the TCC T3 and do not occur if the TCC Thizuka
is used for the forward model.
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5.1 Improved reconstruction of high frequencies with scaling

Figure 5.5: Subsections of the amplitudes (top row) and phases (bottom row) of the
reconstructed exit waves (first three columns) and the correct exit wave
(rightmost column). Scaling method for the exit wave pixels during the
minimization (from left to right): no scaling of the individual exit wave pix-
els, initial calculation of the scale mask, initial calculation of the scale mask
and recalculating the scale mask every 30 iterations. Note that a perfect
reconstruction of the exit wave is not possible because (1) different forward
models were used for the simulation of the input images and the simulation
during the reconstruction and (2) because of contrast dislocation (see Sec-
tion. Using a different forward model for the input data simulation and
the reconstruction is meaningful as in this way the experiments are closer to
the application of the objective functional to real input data.
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5.2 Alternating vs. joint minimization

The MIMAP and MAL algorithms both use some kind of alternating minimization
scheme for the reconstruction of the exit wave and the optimization of the translation
parameters. Since a successful exit wave reconstruction crucially depends on a good reg-
istration of the focus series, it is interesting to investigate whether a joint minimization
algorithm performs equally well or even better than an alternating minimization.

In this section, two experiments are described that were performed on exactly the same
input data. The only difference between the two experiments is that the first experiment
performed the exit wave reconstruction and image registration simultaneously, whereas
in the second experiment alternatingly 5 iterations were performed for the optimization
of the exit wave and 5 iterations for the optimization of the translations.

The only difference between the two experiments is that the minimization in the first
experiment was performed by a joint optimization of the exit wave and the translations,
whereas the minimization in the second experiment alternatingly performed 5 iterations
for the optimization of the exit wave and 5 iterations for the optimization of the trans-
lations. The optimization of the exit wave and the translations was performed for 5
successive iterations at a time instead of just 1 iteration because of the conjugate gra-
dient method. If the optimization of the exit wave and the translations was alternated
after every iteration, then the conjugate gradient method would reduce to a the steep-
est descent as the previous descent directions can not be used to adapt the following
direction.

An excerpt of the simulated focus series that was used as the input data to the
minimizations is shown in Figure The exit wave was initially set to a plane wave
corresponding to the mean image intensity and the translations were initialized based on
a cross-correlation registration of successive images in the series. No scaling of individual
exit wave pixels was used, but the scaling factors for the exit wave and the translations
were set to ¢; = c; = 10% in order to keep the step size during the minimization near
1. A buffer zone of size W = 256 was used during the minimization and the integration
domains were adjusted every 10 iterations with the method described in Section [4.4.4]
The minimizations were performed using the nonlinear conjugate gradient method and
THAL with the parameters M = 3, § = 3.5 nm as the TCC for image simulation.

In total, 1000 iterations have been performed for both minimizations. Figure
shows the energy of the objective functional during the experiments. It can be seen
that the alternating minimization scheme takes considerably more iterations to achieve
the same reduction of the energy as the joint minimization scheme. The energy after
500 iterations of the joint minimization is roughly 2.52 - 10~7 and the energy after 1000
iterations of the alternating minimization is approximately 7.44 - 10~7. Although in
both cases the exit wave has been optimized for a total of 500 iterations, the energy
is by a factor of 3 larger for the alternating minimization strategy as compared to the
joint minimization strategy. Note that the number of iterations given for the alternating
minimization strategy is equal to the sum of the iterations that have been performed
for the optimization of the exit wave and the optimization of the translations. Although
the exit wave is only optimized for the half of the iterations, the computational cost of
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5.2 Alternating vs. joint minimization

Figure 5.6: From left to right: images 8-11 of the focus series used for the comparison of
alternating and joint minimization. The series consists of 16 images sampled
at 512 x 512 pixels that each depict an area of approximately 2.93 x 2.93
nm?. The specimen drift between successive images in the series is —0.04
nm in z direction and 0.03 nm in y direction. The exit wave that was used
for the simulated of the focus series corresponds to a cubic Sr'TiOj lattice
that was simulated with the multislice method [I1] using the Dr. Probe
software [4]. The focus value of the j-th image in the series is given by
Z;=(—204+(j—1)-3) nm for all j € {1,...,16} and the other microscope
parameters are: spherical aberration Cs = —700 nm, accelerating voltage
U = 300 kV (electron wavelength A ~ 0.00196875 nm), objective aperture
semiangle . = 125 mrad, coherence parameters o = 0.4 mrad, A = 3.8
nm. The images were simulated using T3 with the parameters M = 3,
0 = 3.5 nm and a buffer zone of width W = 256.

performing a single iteration is almost identical for both experiments, i.e. 1000 iterations
of the joint minimization approach take roughly the same time as 1000 iterations of the
alternating minimization approach (c.f. Section . For this reason the number of
iterations of the alternating minimization approach is not rescaled for the plots in this
section.

The difference between the two approaches is also visible in Figure [5.8 which shows
the accuracy of the registration during the experiments. There, it can be seen that the
optimization of the translations takes significantly more iterations for the alternating
minimization approach as compared to the joint minimization approach.

Nevertheless, although the estimates for the translations are worse for the alternating
minimization approach, the reconstruction of the exit wave is surprisingly almost equally
good in both reconstructions. This can be seen in Figure 5.9, which shows that the
correct exit wave is equally well approximated by both minimization strategies and that
there is only very little visible difference between the amplitudes and phases of the
reconstructed exit waves. The joint minimization strategy only seems to be able to
reconstruct the exit wave slightly better near the border of the integration domains.
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Figure 5.7: The value of the objective functional for the first 1000 iterations of both the
alternating minimization approach and the joint minimization approach.
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Figure 5.8: The distance of the estimate for the translations t*) € (R?)" to the correct
translation values t* € (R?)" in pixels with respect to the supremum norm
for all iterations k € {1,...,1000}.
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5.2 Alternating vs. joint minimization

Figure 5.9: The amplitudes (top row) and phases (bottom row) of the reconstructed exit
wave after 1000 iterations and the correct exit wave. The left column shows
the exit wave estimate from the alternating minimization approach and the
middle column shows the result of the joint minimization approach. The
right column shows the amplitude and phase of the exit wave that has been
used for the simulation of the input data. The value range of the phases of the
reconstructed exit waves is —0.24 (white) to 1.24 (black). This range differs
from the range of the correct phase [0.08,1.46] mainly by a constant offset
of approximately 0.26, which was subtracted from the correct phase for the
comparison. This is due to the fact that the value of the objective functional
is invariant to a global phase shift, which implies that the correct exit wave
can only be determined up to a constant that can arbitrarily be added to the
phase. The buffer zone has been removed from the reconstructed exit waves
for the comparison with the correct exit wave.
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5.3 Exit wave reconstruction with a real focus series

In this section, the exit wave is reconstructed for an experimental TEM image series of
CeOs. The result is compared to the exit waves from two other reconstructions that have
been performed on the same input data. The results of the other two reconstructions
have kindly been provided by Chen Huang from the Oxford Electron Image Analysis
Group at the University of Oxford.

Figure |5.10| shows an excerpt of the image series that was used for the reconstruc-
tion. The objective functional was minimized using the nonlinear conjugate gradient
method and the TCC THAL with the parameters M = 3 and § = 1.8 nm was used for
the simulation of TEM images. Since no objective aperture was employed during the
recording of the image series, the radius of the aperture function r, was set to a value
that exceeds the magnitude of the highest frequencies that are contained in the discrete
images. For the practical minimization of the objective functional, this is equivalent
to using no aperture function at all. A constant electron wave corresponding to the
mean image intensity in real space was used as the initial guess for the exit wave. The
translations were initialized based on the relative shifts between successive images that
have been calculated with the cross-correlation. The focus values were kept constant
for the entire minimization. As in Section no scaling of the individual exit wave
pixels was performed. However, the exit wave and the translations were similarly scaled
by ¢ = ¢ = 102 in order to keep the stepsize during the minimization close to 1. A
buffer zone of size W = 128 pixels was used during the minimization and the integration
domains were adjusted every 10 iterations with the method described in Section [4.4.4]
No regularization of the exit wave was used, i.e. the coefficient o of the regularizer was
set to zero.

It can be seen in Figure that the energy is reduced the most during the first
20 iterations. This agrees with the observations in [10], 66], where it is reported that
convergence of the MAL algorithm is reached in as little as 10 to 15 iterations. However,
the energy still decreases after the first 20 iterations, albeit more slowly, until it stays
more or less constant after roughly 200 iterations.

The initial guess for the translations is very close to the true image shifts so that the
changes in the translations shown in Figure [5.12] are small from the very beginning of
the minimization. Correspondingly, the integration domains after the first 10 iterations
are already very close to their maximum size of 767 x 767 pixels:

Image 1 2 3 41 ... 18] 19| 20| 21
X; 768 | 763 | 763 | 765 | ... | 764 | 763 | 760 | 761
Y; 768 | 764 | 766 | 766 | ... | 763 | 766 | 765 | 766

After 100 iterations, the integration domain sizes are

Image 1 2 3 41 ... 18] 19| 20| 21
X 768 | 767 | 766 | 767 | ... | 767 | 766 | 766 | 766
Y; 768 | 767 | 766 | 766 | ... | 767 | 767 | T67 | 767
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5.3 Exit wave reconstruction with a real focus series

Figure 5.10: Images 10-13 of the experimental focus series of CeO, that was used as input
data to the objective functional. In total, the series consists of 21 images
sampled at 768 x 768 pixels that each depict an area of approximately
6.96 x 6.96 nm?. The focus value of the j-th image in the series is given by
Z;=(—20+(j—1)-2) nm for all j € {1,...,21} and the other microscope
parameters are: spherical aberration Cy = —200 nm, accelerating voltage
U = 300 kV (electron wavelength A ~ 0.00197 nm), coherence parameters
a = 0.1 mrad and A = 2.8 nm. No objective aperture was used during the
image acquisition. Image series courtesy of Chen Huang from the Oxford
Electron Image Analysis Group, University of Oxford.

A visual examination of the registration shows that at this point, the simulated images
are very well aligned to the experimental images.

Figures [5.13] and [5.14] show the amplitudes and phases of the estimated exit waves
after 5, 10, 15 and 20 iterations. The comparison with the reference exit waves shows
that the structure is reconstructed very well, although the contrast is lower for the exit
wave reconstructions that have been performed with the objective functional FE,.

After the first 20 iterations, the quality of the exit wave estimates deteriorates as is
shown in Figure [5.15] However, at the same time the energy of the objective functional
continues to decrease, which implies that the approximation of the experimental images
by the simulated images improves. This is illustrated in Figure which shows that
the simulated images partially reproduce the noise in the experimental input images
and therefore yield a better match and a lower energy. Experiments with other values of
the parameters M and § of the TCC THAY and the TCC TEh#uka resulted in the same
outcome. Therefore, it is assumed that the deterioration of the exit wave is directly
caused by the noise in the input images and unrelated to the particular TCC that is
used in the forward model. Additionally, this effect has not been observed in any of the
experiments that have been performed on simulated image series without noise and the
use of the generalized Tikhonov regularizer (i.e. ¢ > 0) does not seem to reduce this
effect. The images shown here imply that the minimization of the objective functional
is not meaningful for noisy input data if no additionally regularization of the exit wave
is used that prevents this effect. This problem likely has not been noticed or neglected
before, as it is generally reported that convergence of the MIMAP or MAL algorithms
is reached after a low number of iterations [10} 66} B39].
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Figure 5.11: The value of the objective functional during the first 300 iterations.
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Figure 5.12: The changes in the translations with respect to the supremum norm in
: . (k) (k)Y -
pixels, i.e. max (,M1 U M, ) with
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X _
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Y ,
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for k € {1,...,300}, where tg-k) denotes the estimate for the translations
after the k-th iteration.
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5.3 Exit wave reconstruction with a real focus series

Figure 5.13: Top row (from left to right): The amplitudes of the estimate for the exit
wave after 5, 10, 15 and 20 iterations. The bottom row shows the amplitude
of an exit wave that has been reconstructed with an iterative method similar
to the MAL algorithm (left image) and a linear Wiener-filter method (right
image). The contrast of the amplitudes of the reconstructed exit wave has
been rescaled independently of the reference images.

Figure 5.14: Top row (from left to right): The phases of the estimate for the exit wave
after 5, 10, 15 and 20 iterations. The bottom row shows the phase of an
exit wave that has been reconstructed with an iterative method similar to
the MAL algorithm (left image) and a linear Wiener-filter method (right
image). The contrast of the phases of the reconstructed exit wave has been
rescaled independently of the reference images.
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Figure 5.15: The amplitudes (top row) and phases (bottom row) of the estimates for
the exit wave after 20, 50, 100 and 200 iterations (from left to right). It
can be seen that the quality of the estimates gradually decreases as the
number of iterations increases. The contrast has been enhanced for each
image individually in order to show the effect most clearly.

Figure 5.16: A subsection of the simulated images for the focus value Zy5 from the current
estimate of the exit wave after 20, 50 and 200 iterations (from left to right).
More explicitly, the images depict a subsection of the size 128 x 128 pixels
of IDFT (¥ AL U®) for k € {20,50,200}. The rightmost image shows
15

the corresponding subsection of the experimental image gi5.
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Conclusions

In this thesis, a novel approach for joint exit wave reconstruction and image registration
has been proposed by introducing the objective functional E,.

The analysis of the objective functional was facilitated by the results regarding the
forward model. In particular, the concepts of the weighted cross-correlation and x-
separable weights were introduced and served as the central tool for the investigation of
the properties of simulated TEM images. The notion of the weighted cross-correlation
allowed to carry over several results from the ordinary cross-correlation with suitable
conditions on the weight function. Most importantly, in several instances it was shown
that the convolution theorem can be applied in a meaningful way to the weighted cross-
correlation if the weight can be uniformly approximated by x-separable weights. This
formed the basis for the proof of the weak lower semi-continuity of the objective func-
tional and was also used to show the useful property that the simulated TEM images
are real-valued and nonnegative. In order to apply the results to the forward model of
TEM image simulation, the most widely used TCCs were analyzed and it was shown
that each of these TCCs satisfies the properties under suitable conditions on their
constituent functions.

One of the main results of this thesis was to establish the existence of minimizers for
the objective functional, which was done with the direct method. It was shown that the
data term of the objective functional is not coercive with respect to the exit wave for
*-separable weight functions, which suggested the introduction of a nonlinear Tikhonov
regularizer. As a first step towards the investigation of the uniqueness of minimizers, it
was shown that the objective functional is not convex except in the trivial case where
all input images are identical to zero. This result was extended for a simplified version
of the functional that corresponds to a perfectly coherent and aberration-free TEM,
where it was shown that this functional is not convex on any neighborhood of a global
minimizer.

The analysis of the forward model and the inverse problem was complemented by a
numerical analysis of the objective functional. A discretization of the objective functional
was derived with particular emphasis on the precise connection between the continuous
Fourier transform and the discrete Fourier transform. Several practical aspects of the
numerical minimization were discussed and a novel preconditioner for the exit wave was
proposed. The dynamic adjustment of the integration domains was introduced, which
enables the use of the full input data for the reconstruction while removing the errors
caused by image continuation at the same time.

Finally, several experiments have been described that evaluate the use of the objective
functional from different perspectives. As a proof of concept, it was shown that a
preconditioner for the exit wave can improve the reconstruction of high frequencies and
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decrease the number of necessary iterations. The novel joint minimization approach
was compared with the usual alternating minimization approach, which showed that the
joint minimization strategy performed slightly better. The experiment on noisy input
data revealed that the noise is partially reproduced in the simulated images after a high
number of iterations, which reduces the usefulness of the estimates for the exit wave.
Therefore, the minimization of the data term of the objective functional for noisy input
data is not useful without an additional regularization of the exit wave that prevents
this effect, which is not achieved with the nonlinear Tikhonov regularizer.
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