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Abstract. A novel method for reconstructing the Fermi surface from experimental two-
dimensional angular correlation of positron annihilation radiation (2D-ACAR) projections is
proposed. In this algorithm, the 3D electron momentum-density distribution is expanded in
terms of a basis of wavelet-like functions. The parameters of the model, the wavelet coefficients,
are determined by maximizing the likelihood function corresponding to the experimental data
and the projections calculated from the model. In contrast to other expansions, in the case
of that in terms of wavelets a relatively small number of model parameters are sufficient for
representing the relevant parts of the 3D distribution, thus keeping computation times reasonably
short. Unlike other reconstruction methods, this algorithm takes full account of the statistical
information content of the data and therefore may help to reduce the amount of time needed
for data acquisition. An additional advantage of wavelet expansion may be the possibility of
retrieving the Fermi surface directly from the wavelet coefficients rather than indirectly using
the reconstructed 3D distribution.

1. Introduction

Two-dimensional angular correlation of positron annihilation radiation (2D-ACAR) is a
powerful experimental method for Fermi-surface studies of metals and alloys at a wide range
of temperatures [1, 2]. 2D-ACAR experiments yield 2D projectidRadontransforms) of

the 3D electron—positron momentum distribution, multiplied by thementum sampling
function (MSF) [2], also referred to as thent function In certain cases it is desirable to
retrieve the 3D density distribution from the measured 2D projections.

The reconstruction of the Fermi surface from 2D-ACAR projections is an exceptionally
difficult task among inverse Radon transform problems. The difficulties stem from the
relatively small number of measured projections (typically less than 10). Modern methods
used for this purpose, such as spherical harmonics expansion [3] or the method due to
Cormack and Kontrym-Sznajd [4, 5], yield reconstructions which in many cases are in
good agreement with theoretical predictions and data retrieved using other experiments.
None of them, however, takes full account of the Poisson statistics of the data, and none
provides a means of robustly excluding artefacts. Thus the question arises as to whether
an algorithm can be constructed which takes advantage of the statistics of the data and
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introduces as few artefacts into the reconstruction as possible. A combinatidaaof
wavelet modellingand maximume-likelihood fittingas proposed in this communication, may
be an appropriate algorithm.

2. Haar functions and wavelets

In order to introduce the Haar functions [6], let us consider a one-dimensional experiment
whose result is a set af numbersfi, fo, f3, ..., fy. These numbers can be arranged in

a vector according t¢f = (f1, f2, f3, ..., fv). Information about the high-frequency and
the low-frequency parts of the vectgrcan be obtained by calculating the differences and
the sums of each pair of elemenjtg, 1, f2.], n = 1,..., N/2 as shown in figure 1.,

fi f2 f3 f4 fs e e In

Bugo

Figure 1. Repeated decomposition of the data in the high-frequency and the low-frequency
parts.

If N is a power of 2, this decomposition can be repeated with the sums while storing
the differences until the row of sums contains only a single element. ul.etdenote
the differences, wherg is the row in which the difference was calculated (counting
from the bottom, starting at 1), and stands for the position within the row (counting
from the left, starting at 0). The single sum in the last row is denotedvfty These
N/2+ N/A+ N/8+ ---+1 = N — 1 differencesw;, and the single sumug are
referred to as thélaar coefficientsthe transform

f=(f1, f2, fa far ..., fn) = w = (woo, w10, W20, W21, - . .)

is called theHaar transform[6]. The inverse transform can be written as a superposition
of basis vectors, weighted with their corresponding Haar coefficients:

f= Z(wijjk)
I

where the basis vectol;, are defined in real space:
ik ik ik ik ik
Hy = HY, BV, 5D, B8O, 1Y),

The N basis vectorsH;; can be interpreted as discrete functions on the interval. In the
N — oo limit, these functions converge towards the continubasr functions[6]. Except
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for Hpo, these functions can be derived from each other by scaling by powers of 2 and
shifting along the horizontal axis. Figure 2 demonstrates the similarity of the functions and
the interpretation off andk as the scaling and shifting indices.

Hsp His; Hj, H33

8

Figure 2. Selected Haar function&/;;(x). The index; represents the scaling level (‘size’);
k represents the amount of shifting (‘position’).

The decomposition of the original data vectgr = (f1, f2, f3,..., fy) can be
generalized by calculating suitable linear combinationsnofe than twoelements instead
of sums and differences of onlyvo elements in the above Haar transform scheme (see
figure 1). Each choice of linear combinations yields a set of basis functions which possess
the same scaling and shifting properties as the Haar function basis. These generalized Haar
functions are calletvaveletq7]; two of the most common of these are shown in figure 3. It
is an interesting fact that the Haar functions (from 1910) emerge from the wavelets (1980s)
as a special case.

class 4 class 6

Figure 3. Real Daubechies class 4 (left) and class 6 (right) wavelet functions;witl2, k = 0.
The real Daubechies class 2 wavelets are identical with the Haar functions.

In many applications, wavelet analysis is superior to conventional methods, in particular
Fourier analysis. Notably, wavelet functions are localized both in real space and in frequency
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space, in contrast to the Fourier basis functions. As a consequence, wavelet analysis yields
information both about the real-space and the frequency-space distribution of the data,
while Fourier analysis loses all spatial information in favour of the frequency information.
Furthermore, Fourier analysis cannot easily be applied to non-periodic data due to its
periodic basis functions; this difficulty is also eliminated by the use of wavelets.

Modern applications of wavelet analysis include:

(i) solution of eigenvalue problems in quantum mechanics [8];

(i) de-noising of experimental data [9, 10];

(iii) edge detection and pattern recognition [11];

(iv) analysis of scaling properties of fractals, DNA characterization [12] etc;
(v) image and video compression [13, 11].

Most of these applications are based on the fact that in the wavelet transforms of many
non-periodic functions occurring in the real world, the majority of the wavelet coefficients
are negligibly small. In the case of de-noising, these are attributed to noise; in the case of
image and video compression they are assumed to be unimportant in terms of the visual
impression.

Edge detection is of particular interest in 2D-ACAR analysis, where the identification of
the Fermi surface is often necessary. The scaling properties of wavelets allow for efficient
edge detection, as demonstrated on simulated edges in figure 4. It can be seen from the
diagrams that in the highest scaling levels in the Haar transforms, a peak reflects the edge
in the original data, even in the case of a deformed and blurred edge as shown on the
right. It should hence be possible to detect the Fermi edge from the Haar expansion of
the three-dimensional electron—positron momentum-density distribution directly, rather than
from the explicitly evaluated reconstructed 3D density.

1 D]

j=10 -

Figure 4. One-dimensional simulated edges (top) and their Haar transforms (bottom). Each
horizontal line in the Haar transforms represents a particular scaling jetieé position index

k is identified by the position within the horizontal lines. The height of each vertical line in the
Haar transforms is proportional to the magnitude of the respective Haar coefficient.

3. Fermi-surface reconstruction: the new approach

Most of the methods currently used for the reconstruction of the Fermi surface from
2D-ACAR data employ aone-passprocedure. For the particular case of Cormack’s
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method [4, 5], the flow diagram is shown on the left of figure 5. Initially, the 2D-ACAR
projections are pre-processed: they are divided by the momentum sampling function (MSF),
prior to optional feature enhancement using the maximum-entropy method (MAXENT) [14]
or de-noising using wavelets [9]. With the pre-processed data, the Cormack model yields a
linear set of equations. The model parameters obtained by solving the set of equations are
assumed to be those that best reflect reality.

The proposed method uses a substantially diffaterdtive scheme, whose flow diagram
is shown on the right of figure 5. In this method, a model for the 3D electron—positron
momentum density is set up. The 2D-ACAR experiment is simulated in two steps: calc-
ulation of the projections of the model and multiplication by the MSF. The theoretical
projections obtained this way are compared with the experimental data, and the parameters
of the model are varied such that the deviation between them is minimized. The best fit is
assumed to give the best approximation to the real 3D momentum density.

experimental
projections

divide by MSF Eroject numerically[
IMAXENT or wavelet[ multiply@

(optional)

guess parameters

iteration

(theoretical projections)

llinear set of equations]
(Cormack)

solution: com
model parameters
: ol best fit:
(experimental model
projections
parameters

Figure 5. Fermi-surface reconstruction schemes. Left: Cormack’s one-pass method. Right: the
proposed iterative maximum-likelihood method.

The fitting approach requires the specification of

(i) the theoretical 3D model;
(i) the method of comparing the projections.

4. The 3D wavelet model

We have chosen a model for the 3D electron—positron momentum-density distribution
0€'¢ (k) of the form

P (k) = a2 LN p oW, (k). (1)
\‘,—/ v
Gaussian

‘wavelets’
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The first term is an isotropic Gaussian function modelling the isotropic contribution from the
annihilation of the positrons with core electrons. The second term is a sum of wavelet-like
basis functions¥,(k), which are products of one-dimensional wavelet functions. These
basis functions should possess the same symmetries as the reciprocal lattice of the crystal
in order to minimize computational requirements. The fitting parameters of this model are
the amplitudez and the standard deviati@gnof the Gaussian, and the coefficiepts of the
wavelet-like functions.

In the case of a hexagonal lattice (as required for the investigation of GdY alloys with
hcp structure), we defined, (k) in a cylindrical coordinate systeftr, ¢, z) according to

(k) = Hjk, (r)Hj,k, (9) Hj 1 (2) 2

where the functiondd; ;, (r), H;,(¢) and H; (z) are Haar functionswith their scaling
indices (-, j,, j;) and shifting indicesk, k,, k;). The symmetry requirements are easily
satisfied by imposing simple symmetries on the three Haar functions in equation (2).

As we have seen above, the advantage of a wavelet-like model is its capability of
representing the Fermi edge with a relatively small number of elemgntg). In a real
reconstruction, the majority of the, will be negligibly small; therefore the number of
simultaneous fitting parameters can be reduced significantly by an appropriate choice of
elements.

5. Maximum-likelihood fitting

The fitting approach requires the comparison of the theoretical projections derived from the
3D ‘wavelet’ model with the experimental data. In our case, the number of counts in a
data bin can be as low as zero; therefore the usual Gaussian approximation to the Poisson
distribution would be unacceptable. Insteadjkalihood functionL{m;, d;} is defined as

the probability of obtaining the given experimental data{get from a virtual experiment
whose theoretical projections are described by the expectation vaipsThe likelihood
function for the Poisson distribution takes the form [15]

d;
mi —m;
L{m;, d;} = 1_[ |:ﬁe :| . (3)
To find the best theoretical estimate, this function must be maximized with respect to the
parameters of the theoretical model definifag;}, while the data{d;} are given by the
experiment. Equation (3) can be transformed by defining

Xesz = —2[|ﬂ L{mi,d,-} —1In L{dzadl}] (4)

as the ‘effective chi-square’ function which must be minimized in order to obtain the best
estimate. This function behaves like a Gaussian chi-square function, but is correct in the case
of Poisson statistical distributions even with small count numbers in the data. Notably, the
one-sigma tolerance of each parameter is given by the contour defingfl byxZ; i, = 1.
Equation (4) can be rewritten as

XezﬁZZZI:m, —d; +d; |n<%>i| . (5)

In the fitting algorithm, we use the effective chi-square function according to equation (5)
to compare the experimental data with theoretical projections. The 3D wavelet-like model,

1 We could choose any wavelets here; however, Haar functions are superior to other choices, as discussed below.
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as defined in equations (1) and (2), does not impose restrictions on the valgswdiich
can therefore become negative. In this non-physical reg@épjs not defined on the field
of real numbers. We therefore add a penalty terny3pin order to force the minimization
back into the physical region.

6. Recent development

The proposed fitting approach offers several potential advantages over conventional methods.

(i) The statistical properties of the data are fully exploited, in contrast to the case for
the majority of conventional methods, which perform well only in the limit of an extremely
large number of counts. This reduces the statistics required for a good fit, hereby possibly
reducing the amount of time needed for data acquisition.

(i) The data enter the process in their original form; in particular, they are not divided
by the tent function. Also, no corrections have to be applied in order to take into account
any misalignment of the sample. This rotation and shifting is performed during projection
of the theoretical model, eliminating the need for any interpolation.

(iif) The projection directions are not restricted to high-symmetry planes as is required
for Cormack’s method.

(iv) The wavelet-like function basis makes it possible to detect the Fermi surface directly
from the reconstructed model parameters. In conventional methods, the explicit calculation
of the 3D momentum density distribution is required.

We have implemented the proposed reconstruction algorithm as a computer program
written in the C programming language. The task of minimizing the effective chi-square
function is performed by the MINUIT package [16] from the CERN software library. During
development, two major difficulties have arisen.

(i) Numerical integration of the 3D wavelet-like functions, which is required for
calculating the Radon transforms, is very time-consuming if done by adding up values along
the lines of integration. This problem was solved by restricting the choice of wavelets in the
3D model in equation (2) to Haar functions and exploiting the fact that the Haar functions
can only take on three distinct values01, or—1. This way, by calculating the boundaries
of the regions in which the Haar 3D basis functionti§¢ or —1, integration can be done
more rapidly and with high accuracy. This improvement has reduced the amount of time
needed for projecting by several orders of magnitude. Without choosing Haar functions,
the numerical Radon transform would be far beyond the capacities of available computers.

(i) The number of coefficienty,, in equation (1) can be very large (of the order of 10
or more) if high resolutions are desired, making numerical minimization of the effective chi-
square function impossibje The advantage of wavelet-like functions, however, is that only
a small fraction of these are required to represent the Fermi surface. Therefore, by carefully
selecting the important coefficients, the number of simultaneous fitting parameters can be
reduced to reasonable values. We have tried two different approaches to this non-trivial
task of selecting the fitting parameters.

(a) During the runs of the minimizer, only about 20 parameters are made variable; all
others are fixed. By changing the selection of these free parameters, the parameter list is
scanned so that each parameter is variable in at least one run. Practice has shown that this
method works reasonably well and is only moderately sensitive to the order in which the

t The MINUIT minimizer used is specified for a maximum of 50 free parameters.
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free parameters are chosen. The reconstructions shown below were produced with such a
strategy.

(b) The fitting procedure is started at very low resolution, so that only a small number of
fitting parameters are required (up to about 100). After the first fit, the resulting parameters
are compared and most of them declared insignificant due to their small magnitude. As a
consequence of the scaling properties of wavelets, it is possible to tell from the results of the
previous fit which of the higher-resolution parameters may be significant. Therefore, moving
to higher resolutions (i.e. higher scaling levels), only a small number of new parameters
must be introduced. This algorithm is more sophisticated than the first one, but also more
difficult to realize.

Figure 6. Simulated 2D-ACAR projection of an isotropic 3D electron—positron momentum-
density distribution which is constant inside the Fermi sphere and vanishes outside, superposed
on a Gaussian background. For simplicity, the MSF is taken to be constant over the projection.

Figure 7. '-A-K cross-sections through the reconstructed 3D momentum-density distributions
of the simulated isotropic material. Left: the momentum-density distribution as obtained from the
fit. Right: the momentum-density distribution calculated after weighting the wavelet coefficients
according to their scaling levels.

=5
| =k

To demonstrate the capacities of the proposed method, we applied it to different data sets.
We simulated the 2D-ACAR projections of an isotropic 3D electron—positron momentum-
density distribution, as shown in figure 6. The model used for these test reconstructions is
identical with the hexagonal model as in equations (1) and (2), but the choice of the Haar
indices j, andk, is restricted such that the model possesses cylindrical symmetry. The
results are shown in figure 7. Within the low resolution of the reconstructigg & 3 in
both ther- and z-directions), the expected circle can clearly be identified. The image on
the right hand side shows the possibility of detecting the Fermi edge by highlighting the
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high-frequency wavelet elements.

Reconstructions from real data have not yet been successful. Our attempts to
reconstruct from five projections of G#¥ 35, which were collected for use with Cormack’s
reconstruction method, suggest that a substantially different data acquisition strategy may
be better suited for the proposed reconstruction method. As the method is not restricted to
high-statistics data or given directions of projection, it may be advantageous to collect low-
statistics projections in many different directions. Work on the elaboration of the proposed
algorithm is in progress.
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