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Abstract: The present thesis provides an experimental study of the K-shell double
vacancy production in the electron capture decays of *°Fe, ®*Mn, %7Zn using
a pair of Timepix3 detectors. Measured data are preprocessed and explored.
The methodology for the calculation of the probability of K-shell double vacancy
production in **Fe and ®*Mn is developed. Therefore, an extensive amount of
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framework for a simulation of detection efficiencies of particles participating in
the signal and background processes. The probability of K-shell double vacancy
creation in the electron capture decay of *Fe was measured to be Py = (1.406+
0.05) x 10~* with a systematic error of A (Pxk) = 0051 x107% The value of
Pxx for the electron capture decay of **Mn found to be Pk = (3.934+0.44) x 10~
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Introduction

Electron capture decay is a process in which an inner shell electron interacts
with a proton inside the nucleus. The interacting proton is transformed into a
neutron and the Q-value of the decay is carried away by an electron neutrino.
In the case of K-shell electron capture, there is a low probability in the region
of 107° — 10~* that the second K-shell electron is also affected due to electron-
electron interactions and gets excited to a higher shell or most likely into the
continuum. An atom with an empty K-shell is called a hollow atom [I]. Since
the second K-shell would not be created without electron-electron interactions,
studies of hollow atoms and their X-ray lines are an important probe into electron
correlations within atoms [2]

The first experimental study of K-shell double vacancy production has been
conducted by Charpak in 1953 by coincident detection of X-rays with a pair of
proportional counters [3]. The value of Pxxk has since then been measured several
times with energy-sensitive detectors (Nal or Ge) usually being deployed in a
coincidence setup [I]. The results of these measurements supported the tendency
of Pxx to decrease with Z~2 [I] as predicted by the Primakoff-Porter theory [4].
The dependence of measured values of Pgk on Z is shown in Figure [I, where the
772 behavior is indicated.

A recent measurement was done in 2016 by Bergmann et al. with a pair of
Timepix detectors [5], finding Pk = (1.388 & 0.037) x 10™* with a systematic
error of A(Pxk) = 0.042 x 1074, The key shortcomings of this measurement
setup have been the very long measurement time of approximately two years,
due to a relatively high amount of dead time, and not having energy information.
This is significantly improved by using a newer Timepix3 detector utilized within
this thesis and featuring a (dead-time free) data-driven readout scheme and a
simultaneous measurement of energy and time.

The double K-shell vacancy production in **Mn has been studied in 1984 by
Nagy and Schupp [6] by measuring coincident X-rays of a **Cr atom produced
in electron capture decay of *Mn. They measured the value of Pxx = (3.6 &
0.3) x 107%.  Another measurement has been done by Hindi in 2003 [7] with
the measured value Pxx = (2.3152) x 107™*. Nagy and Schupp also conducted
a measurement of 7Zn Pgk in 1983 with the result Pxx = (2.2 +0.2) x 10~*
[8]. Values of Pxk predicted by various theories including Primakoff-Porter (PP)
theory have been compared to measured values by Intemann in 1985 [9]. The
presented table can be seen in Figure[2] A discrepancy between measured values
(Expt.) and values predicted by Primakoff and Porter (PP) is apparent in >Mn
and %Zn.

The double K-shell vacancy production in three distinct isotopes 3°Fe, **Mn
and %°Zn is studied in the experimental part of this thesis using a pair of Timepix3
hybrid pixel detectors. Measured data are first preprocessed and investigated.
Methodology for calculation of Pxk in electron capture decay of *Fe and **Mn
is developed and detection efficiencies of participating particles are simulated.
Measured values of *Fe and **Mn Pxk are presented with an outlook on the
calculation of %7Zn Pxk.
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Figure 1: Overview of measured Pgk values as a function of the atomic number
Z. The 772 predicted by Primakoff-Porter is indicated.

TABLE II. Comparison of various theories with recent experimental results.

Pr(x1075)
Theory

Nuclide PP MIKS SRP SL Expt. Ref.
54Mn 13.53 11.25 24.3 36 3 12
ke 11.48 8.81 9.42 20.06 12 +4 13

10.1 2.7 14
65Zn 8.65 15.3 2242 15
NGe 6.92 4,56 5.08 11.84 12 16
858r 5.27 3.38 9.38 6.0 £0.5 17
103pg 3.27 1.74 6.03 3.13 £0.31 18
109¢q 0.63 0.34 0.89 152 +24 19

2.8 +0.7 20

1.02 £0.36 21
13gn 2.79 1.34 5.33 1.5 +0.5 22
Blcs 1.76 0.71 0.75 3.22 1.33 £0.33 23

23403 24
- 1.4 0.1 25

165Ey 0.87 0.30 0.26 1.71 0.67 £0.39 23

0.82 £0.28 26
181y 0.076 0.022 0.14 0.24 £0.06 26

1.25 £0.42 22
207g; 0.69 0.112 1.97 0.6 £0.25 27

aContribution from 10% 2 * branch not included.

Figure 2: Summary of theoretically predicted values of Pxy for various isotopes
and a comparison to measured values. From [9]



1. Theoretical background

1.1 Double K-shell vacancy production during
electron capture decay

Electron capture decay occurs when an electron from one of the shells interacts
with the nucleus, reducing the proton number while increasing the neutron num-
ber each by 1. An electron neutrino can carry away energy up to the Q-value of
the reaction. The whole process can be expressed subsequently:

X d+e = 5 Y4 (1.1)

The vacancy left by the electron participating in the electron capture is then
quickly filled by an electron from a higher shell, and an X-ray photon or an Auger
electron is emitted. The two electrons residing in an atom’s K-shell possess the
highest probability to participate in this type of decay. The probability of K-
shell electron capture is denoted Px. There is a non-negligible probability for
the second electron to be affected during K-shell electron capture and carry away
part of the QQ-value of the reaction. The second electron can either be elevated
to a higher shell, also called the shake-up process, or it can travel away from the
atom completely in the so-called shake-off process. In electron capture decay, the
shake-off process is dominating, and the shake-off electron can carry away energy
up to approximately the Q-value of the reaction. An atom with an empty K-shell
is called a hollow atom, and both of the vacancies are almost instantly filled by
electrons from higher shells. Either two x-rays or two Auger-electrons, or one of
each, are emitted. In the case of two X-rays, the first one is called a hypersatellite
photon, and the second one is called a satellite photon. The probability of X-
ray emission due to a single K-shell vacancy is denoted wk and is also called
fluorescence yield. In the case of K-shell double vacancy, fluorescence yields are
denoted wyg and ws. Hypersatellite and satellite photons are characterized by
slightly higher energies than corresponding main diagram lines due to a decrease
in Coulomb shielding when spectator vacancies are present [10]. We denote the
double K-shell vacancy production probability in electron capture decay as Pgyg.

1.2 Decay of *°Fe

%TFe isotope decays solely by electron capture. The Q-value of the reaction is
equal to 231.31 keV. The half-life of the isotope is 2.747 years. As can be seen in
Figure[1.1] there is a negligible probability of the isotope decaying into an excited
state of ®>Mn which subsequently decays by gamma emission. This happens only
in 1.3 x 107% of all electron capture decays of °Fe.

K-shell electron capture is accompanied either by K-line X-ray photon or by
Auger electron from produced a **Mn atom. The energy of K-line X-ray photons
can be found in Table Fluorescence yield in the case of K-line X-ray photons
is wg = (0.321 + 0.007) [I1].

There is a probability of P = (2.58 £ 0.04) x 107 [12] for *Fe electron
capture decay to be accompanied by internal bremsstrahlung (IB) photon, which
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Figure 1.1: Scheme of nuclear decay of *>Fe [11].

Line Energy [keV] Relative prob.

Kay  5.88765 51
Ka;  5.89875 100
KB;  6.49045 20.5
Kp; 6.5352 20.5

Table 1.1: Energies of K-line X-ray photons following electron capture decay of
5Fe [11].
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Figure 1.2: The energy spectrum of coincident bremsstrahlung emitted in electron
capture decay of **Fe. Solid curves correspond to theoretical predictions shown
for comparison with the measured values [14].

can be emitted with energy up to the Q-value of the reaction. Spectrum of
5Fe internal bremsstrahlung is shown in Figure [1.2] There is also a chance that
electron capture is accompanied by a shake-off electron. The probability for K-
shell and L-shell shake-off electrons can be found in [13], and we denote the joint
probability as Pxrpk. The spectrum of shake-off electrons can be seen in Figure
.ol

1.3 Decay of **Mn

%Mn decays mostly by electron capture with a negligible branching ratio for 8*
decay. The half-life of the isotope is 312.19 days. In almost all of the cases, >*Mn
decays into an excited level of **Cr which consequently decays by 7-ray emission
of approximately 835 keV to the ground state of >*Cr. The scheme of the decay
is shown in Figure (1.4

The decay can be accompanied by a shake-off electron and by an IB photon
with probability P = (6.5 & 1.5) x 107 [17]. The spectrum of IB photons is
shown in Figure [1.5

Since *Mn decays almost always to an excited state of daughter nucleus, aside
from 7-ray emission, it may also deexcite by internal conversion (IC). During such
a process, the excited nucleus electromagnetically interacts with an atomic elec-
tron, which is then released with energy close to the y-ray. Internal conversion
involving the second K-shell electron creates a second vacancy in the K-shell.
It thus acts as a competing process to K-shell double vacancy creation in elec-
tron capture decay. The probability of internal conversion in case of an excited
daughter nucleus following electron capture decay of **Mn is called an internal
conversion coefficient ar = (2.45 + 0.04) x 10~* [16]. We denote the internal
conversion coefficients for separate shells as ax, ar, and ay;.

K-shell electron capture decay may be accompanied by a K-line X-ray photon
with fluorescence yield wx = (0.289 4 0.005) [16], their energies can be found in
Table L1}
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Figure 1.3: The energy spectrum of shake-off electrons emitted in electron capture
decay of %Fe. The solid curve corresponds to a theoretical spectrum shown for
comparison with the measured values [15].
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Figure 1.5: The energy spectrum of internal bremsstrahlung emitted in electron
capture decay of ®*Mn. [17].

Line Energy [keV] Relative prob.

Koy 5.40557 50.91
Koy 5.41479 100

KB 5.94667 20.31
Kp, 5.987 20.31

Table 1.2: Energies of K-line X-ray photons following electron capture decay of
5Mn [16].
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Figure 1.6: Scheme of the nuclear decay of Zn [I8].

Line Energy [keV] Relative prob.

Koy 8.02792 51.33
Ka;  8.04787 100

KB 8.90539 21.05
Kp3s 8.9771 21.05

Table 1.3: Energies of K-line X-ray photons following electron capture decay of
*Mn [18].

1.4 Decay of %°Zn

%57n isotope decays either by 8T with branching ratio of 1.421 and by electron
capture. By the latter, it decays either to an excited level of Cu with a branching
ratio of 50.23 or to a ground level with a branching ratio of 48.35. The excited
level then almost immediately decays by v emission either to another excited level
and then to the ground level or directly to the ground level. %°Zn decays with a
half-life of 244.01 days and the scheme of the decay is shown in Figure [1.6

Same way as for the previous two isotopes, electron capture decay of °°Zn may
be accompanied by shake-off electron, IB photon, yray photon, or by IC electron.
K-shell electron capture decay is accompanied either by an Auger electron or by
K-line X-ray photon; their energies can be found in Table[l.3|and the fluorescence
yield is wk = (0.454 £+ 0.004).



2. Experimental setup and
methods

2.1 Timepix3

The Timepix3 detector is a hybrid pixel detector designed and developed within
the Medipix3 collaboration [19]. The fundamental idea behind hybrid pixel detec-
tors is the separation of the detection medium, which is commonly referred to as
the sensor layer, from the readout electronics. This allows the user to choose the
material for the sensor layer according to the application. The most commonly
used materials include semiconductors like silicon, GaAs, and CdTe. Flip-chip
bump-bonding (also called solder bonding) [20] is used to connect each pixel of
the sensor layer to the electronics in the readout chip, as can be seen in Figure
illustrating assembly of the detector [1]. Katherine readout [21] has been used
for the measurement of data analyzed in this thesis.

2.1.1 Working principle

The working principle of Timepix3 detectors can be explained as follows. The
sensor layer is fully depleted by an applied reverse bias voltage. Incoming ioniz-
ing radiation creates free charge carriers in the sensor layer, negatively charged
electrons, and positively charged holes, with their number being proportional to
the deposited energy. The produced electrons and holes then drift through the
sensor layer either to the pixelated side or the common electrode. The direction
depends on their charge. In our case, electrons drift toward the backside, holes to-
wards the pixelated electrode. During this process, electric currents are induced
at the nearest pixels and subsequently converted to voltage pulses, which are
shaped and amplified by the analog part of the electronics present in each pixel.
The voltage pulses are then compared to an adjustable threshold level (THL), as
shown in Figure 2.2 The time of arrival of a particle is measured by the pulse
crossing of THL on the rising edge, and the deposited energy is measured by the
time, during which the pulse remains over THL, or so-called Time-over-Threshold
(ToT). Deposited energy is proportional to ToT. To calculate deposited energy
from the measured ToT, the detector needs to be calibrated, meaning we need to
know the E(T0oT') dependency for each pixel. We can obtain this by calibration
with characteristic X-ray fluorescence lines [22].

Timepix3 features a data-driven readout scheme capable of measuring time
of arrival (ToA) and time over threshold (ToT') independently in each pixel. The
pixelated side is divided into 256 x 256 = 65,536 pixels, and a time resolution of
1.5625 ns can be achieved. Noise-free operation of Timepix3 should be possible
at THL = 500 e, which is equal to 1.8 keV in silicon [I]. Tracks of particles
measured by the Timepix3 detector are called clusters. An example of clusters
can be seen in Figure [2.3]
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Figure 2.1: An illustration of the Timepix3 detector in assembly [IJ.
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Figure 2.2: An illustration of working principles of the Timepix3 detector [IJ.
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Figure 2.4: A scheme of the measurement setup showing a pair of Timepix3
detector facing each other [2]. The sensor parts can be found in the center where
the detectors are held by the holder. The radiation source can be found in between
the sensors.

2.2 Experimental setup

All measured data used throughout this thesis have been measured in Erlangen
Centre for Astroparticle Physics (ECAP) in Germany. A pair of Timepix3 detec-
tors with 500 pm thick silicon sensor has been used with sensors facing each other
with a radioactive source placed in the middle. The sources are small drops of
radioactive material enveloped in polyethylene foil. A scheme of the measurement
setup is shown in Figure [2.4]

2.3 Software

Several software tools have been used in the experimental part of the thesis. The
most important one has been the ROOT framework [23], which is a powerful tool
for data processing developed at CERN and is widely used for data analysis in
particle and nuclear physics. ROOT can be used either interactively, within a
fully compiled C++ program, or by utilizing a set of prepared bindings to use in
Python scripts. All these approaches have been used throughout the experimental
work.

Clustering software developed by scientists at IEAP used to reconstruct tracks
from simulated or measured data has been utilized throughout the experimental
part of this thesis. The idea of clustering is that we group pixels hits that are
time (At < 200 ns) and spatially (8-fold neighborhood) coincident. Such groups
of pixel hits are then called clusters. Their attributes are calculated and stored
in ROOT files.

Allpix? is a simulation framework for semiconductor particle detectors devel-
oped in C++ [24]. It utilizes the well-known Geant4 framework for the deposition
of charge carriers while the core of the Allpix? framework focuses on the simula-
tion of charge carriers transport in semiconductor detectors. The reconstruction
of tracks has to be performed by the user [25]. The framework is configured by
the use of configuration files, three of which are mandatory [26]:
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e Main configuration file - the most important one, it includes a global
framework definition and the list of modules with their configuration to be
executed in the given order. An example of the main configuration file used
within the experimental part of this thesis:

[AllPix|

log_level = "WARNING”

log_format = "DEFAULT”

detectors_file = ”Si_geometry_twin.conf”

model_paths = ”/simulations/Mn_54/K _lines/models”
output_directory = ”/simulations/Mn_54/K _lines/output/”
root_file = "modules.root”

number_of_events = 5000000

[ GeometryBuilderGeant4 ]
world_material = 7air”

[ DepositionGeant4 |

physics_list = FTFP.BERT_LIV

source_type = "macro”

file.name = ”/simulations/Mn_54/K _lines/source.gdmac”
max_step_length = lum

range_cut = 200um

[ElectricFieldReader ]
model = "linear”
bias_voltage = 230V
depletion_voltage = 80V
output_plots = true

[ GenericPropagation ]
temperature = 315K
charge_per_step = 20
integration_time = 40ns
propagate_holes = true
propagate_electrons = false
output_plots = true

[PulseTransfer]
timestep = 0.1ns

[ROOTODbjectWriter |
exclude = PropagatedCharge
file_name = "data_out.root”

14



o« Geometry configuration file - a file used for the configuration of the
detector positions and passive materials. An example of a geometry config-
uration file used within the experimental part of this thesis:

[detectorO |

type = "timepix”

position = 0.193mm —0.065mm 5.05mm
orientation_mode = "zyx”

orientation = Odeg Odeg Odeg

[detectorl |

type = "timepix”

position = 0.020mm 0.135mm —4.95mm
orientation_mode = "zyx”

orientation = 180deg 180deg Odeg

[cylinderl |

type = "cylinder”
outer_radius = 15mm
inner_radius = Omm

length = 0.052mm
position = Omm Omm Omm
orientation = 0 Odeg Odeg
material = "polyethylene”
role = "passive”

15



o Detector model configuration file - a file containing parameters of the
detector model used in the simulation. An example of a detector model
configuration file containing the definition of the Timepix3 detector:

type = "hybrid”

number_of_pixels = 256 256
pixel_size = Hbum 55um

sensor_thickness = 500um
sensor_excess = lmm

bump_sphere_radius = 9.0um
bump_cylinder_radius = 7.0um

bump_height = 20.0um

chip_thickness = 300um

chip_excess_left = 15um
chip_excess_right = 15um
chip_excess_bottom = 2040um
[support |

thickness = 1.76mm
size = 4Tmm 79%9m
offset = 0 —22.25mm

[support |

thickness = 1.0um
size = 14mm 14mm
material = "silicon”
location = ”absolute”

offset = Qum Oum —500.5um

[support |

thickness = 0.8um
size = 14mm 14mm
material = 7aluminum?”
location = ”absolute”

offset = Oum OQum —501.4um

16



3. Experimental studies of double
K-shell vacancy production in
electron capture decay

Data for the experimental studies performed in this thesis has been acquired
at ECAP by performing measurements with the double-sided stack of Timepix3
detectors explained in Section 2.2l The measurement software saves measured
data to files with a specific structure containing information about the detector’s
settings applied during the measurement and information about pixel hits, namely
the position, ToA, and ToT. To analyze measured data correctly, we need to
process them using Clustering software. The output of this process is a ROOT
file containing two ROOT trees with information about both detectors settings
and a tree with clustered data (one entry per cluster). The most important
cluster quantities contained in the ROOT files are cluster energy, cluster size,
time of arrival, layer number etc. The energy of a cluster is obtained by summing
individual energies in pixels belonging to the cluster. Cluster size is the number of
pixels forming a cluster. Time of arrival is given by the lowest ToA in individual
pixels in the cluster. Layer number indicates in which detector the cluster was
detected, and in the case of our experiment, it can only have a value of 1 or 2.

3.1 Data preprocessing

Several effects need to be considered during data preprocessing. ToA values need
to be corrected for the time-walk effect, a time offset between the two detectors,
noisy pixels need to be identified and masked, and a ToA bug in several columns of
pixels needs to be adjusted for. The time-walk effect is caused by the dependence
of the slope of the rising signal on the pulse height. This causes a dependency
of the measured timestamp on the pulse height and is corrected in the data
preprocessing [27]. Noisy pixels were masked manually by spotting them in a 2D
histogram of pixel hits. The mask is then understood to be a text file with a
(256, 256) matrix full of values 1 or 0. Value 1 means the pixel is masked, while
value 0 means the pixel is not masked. Masks of noisy pixels are then utilized
in subsequent analysis in which clusters hitting masked pixels are considered as
noise and are removed from the analysis. A measured 2D histogram of pixel hits
with noisy pixels masked can be found in Figure

The ToA bug in several columns of pixels is visible in Figure [3.2] During the
preprocessing of measured data, it became apparent that this bug only occurs
in the interval of columns (170:210) where measured ToA in some columns of
pixels gets shifted by 25 ns. The approach chosen to correct this bug was to write
a Python script that plots average AToA in columns of pixels, locates columns
suffering from the bug, and produces text files indicating which columns need to
be shifted by £25 ns during Clustering. Histograms in Figure 3.3 show the effect
of these corrections on the histogram of AToA normalized by pixel hits. With
this approach, every measurement file has received a specific correction file for
this type of bug.
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Figure 3.1: The histogram of pixel hits measured with *Fe source and with noisy
pixels masked.
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Figure 3.2: The histogram of AToA divided by histogram of hits in

a dataset
measured with >*Mn source displaying the AToA bug.
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Figure 3.3: The histogram of AToA divide by histogram of hits in a dataset
measured with >*Mn source with the AToA bug corrected.
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Figure 3.4: The measured energy spectrum of **Fe. The peak at energy < 20
keV is dominated by K-line X-ray photons emitted after K-shell electron capture
decay. The end-point of the IB photons spectrum and the shake-off electrons
spectrum is expected at 231 keV and visible.

3.2 Measurement with °°Fe source

Measurement has been conducted using a °°Fe radioactive source. The man-
ufacturer has supplied information on the activity of the source, and it was
Ay = (195 £+ 3) kBq on January 1, 2013, 00:00. Measurement with the source
using the setup explained in Section has been performed with a total of
13.5 days of measurement time. The energy spectrum of measured clusters is
shown in Figure 3.4

Thanks to the knowledge of the activity of the source, we can calculate the
activity of the source during the measurement, and from the measured number
of clusters in an energy region of [3, 13] keV, we can calculate detection efficiency
0k of the setup for K-line X-ray photons of the *Mn atom to which *Fe decays
by electron capture. Detection efficiency is defined as:

N, N,
Sw — imeas _ meas 1
K Nemit A(t) t PK WK (3 )
where
—In(2
A(t) = A[) exrp <n(>tmeas> (32)
T/

and where Npe.s is a number of measured clusters in the energy region of
[3, 13] keV, Nemit is a number of K-line X-ray photons emitted after electron
capture decay, t stands for measurement time, Py is the probability of K-shell
electron capture decay, wg is the corresponding fluorescence yield. Values used
for calculation and the resulting dx are shown in Table

The value of dk for the setup stands at dx = (0.384 + 0.001) with the system-
atic error Ay e (dx) = 0.006 which was determined from the error of the activity
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Quantity Value o(x) Agyst(z)  Source
A [kBq] 53.9 0.8 measured
t [s] 1164760 measured
t [d] 13.5 measured
Nieas 6832441643 82659 measured
Px 0.8853 0.0016  [11]
Wi 0.321 0.007 1]
)% 0.384 0.001  0.006  measured

Table 3.1: Quantities used for calculation of Jk.

of the source supplied by the manufacturer. The radioactive source’s activity
A was assumed to be constant for the calculation and a value in the middle of
the measurement time was chosen. The calculated value of dx was then used to
calculate and plot the source’s activity throughout the measurement. The result
is shown in Figure|3.5

The ultimate goal of the measurement with °Fe source is the measurement
of Pxk. To do that, we utilize Timepix3’s time resolution and measure incoming
pairs of particles in coincidence. The time spectrum of two coincident clusters is
shown in Figure

The peak of true coincidences is clearly visible in the time spectrum in the re-
gion of AToA < 40 ns. By fitting a constant to the region of random coincidences,
we can estimate their contribution to the region of true coincidences. We locate
the endpoint of the region of true coincidences as the first bin of the histogram, in
which the value is lower than the constant fit to the region of random coincidences
C' = (399554 17). This way, we calculate the contribution of random coincidences
to the region of true coincidences as Nye. = (1718602+1366). The total number of
coincidences in the true coincidences region is equal to Npeax = (1867184 +1311).
The number of true coincidences is then equal then calculated as:

Ntrue = Npeak - Nacc

and is equal to Nyye = (148582 4+ 2677). We will utilize the number of true
coincidences in the calculation of Pgxk.
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Figure 3.5: A measurement of the °Fe source activity with Timepix3 detectors.
We fit an exponential exp(az + b) to the data with resulting coefficients: a =
(—3.084+0.27) x 107, b = (3.99 £ 0.19).
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Figure 3.6: The time spectrum of two coincident clusters from *Fe. The spectrum
was fitted by a constant in the flat region, with result C' = (39955 + 17), to
estimate the number of random coincidences in the region of true coincidences
(AToA < 40 ns). Only clusters of energy [3,13] keV are considered.
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3.2.1 Derivation of methodology for calculation of 5°Fe
Pxk

Processes contributing to signal

In the calculation of the Pxk for ®Fe, we have to consider the main processes
contributing to the measured signal in the two-particle coincidences measurement.
The first process considered is the K-shell electron capture, in which the second
K-shell electron is emitted from the atom due to electron-electron interaction.
Hypersatellite and satellite photons are subsequently emitted. Three particles in
total are emitted and can be detected. This gives three distinct contributions in
two particles coincidence measurement:

Nk

Nuss = 5 Pxx Ons 0s wis ws (1 —d.) = Pk Nys g (3.3)
KWK
Nk .
Nuse = 5 Pxx 0ns (1 — ds) wis ws 6 = Pxx NVyig o (3.4)
KWK
Nk .
N&e = 5 PKK (1 — 6HS) (55 WHS Ws 5e = PKKNS,e (35)
KWK
while using the relation A(t)tmeas = &ﬁ' The letters in the subscript of N

indicate the particles detected. The second set of contributions comes from the
same process, the only difference being that instead of either a hypersatellite or
satellite photon, an Auger electron is emitted. Their low energy means they will
not reach the sensor and cannot be detected. Due to this fact, we get only two
contributions from such a process:

SAuger __ NK

HSe = 3 Pxk Ous was (1 — wg) de = PKKNESS/;uger (3.6)
KWK
N,
Né{eSAuger = K PKK 55 (1 — st) ws 5e == PKKNgl;ISAuger (37)
’ 5KUJK ’

We will denote the sum of all five combinations of dg, dus, de, Ws, whs as Axk.

Processes contributing to background

We have to also consider major background processes. The first is the coincident
detection of two K-line X-rays from two separate K-shell electron captures. The
contribution of this process can be estimated by fitting a straight line to the
linear part of the time spectrum and is denoted as N,... The second background
process considered is a coincident detection of K-line X-ray from K-shell electron
capture and an internal bremsstrahlung photon:

Nk s = Nk P 018 (3.8)

The last background process considered involves K-capture and L-shake-off
or L-capture and L-shake-off. In both cases, we can only detect the K-line X-ray
and the shake-off electron as the L-line X-ray has too low energy to be detected
(0.5 - 0.6 keV [I1]). The contribution of this process amounts to the following:

Nk e = Nk Pxrikde (3.9)
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Final formula for Pyx

The final formula for calculation of Pxk can then be derived subsequently:

o * * * *SAuger +HSAuger
Npeak = Prx(Niss + Nise + N5eVige T Nse ) + Nace + Nia + Nke
Ntrue - NK,IB - NK,e

PKK =
* % % *SAuger +HSAuger
fiss T MVise T N§e + Npgge - + N,

S,e
The formula can be written as follows:
Ok WK [ Nirue
Pxx = XK;( ( ]\th — Pipdig — PKLLK5e) (3.10)
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Figure 3.7: Comparison of measured and simulated pixel hits data. Projection
to the X axis in layer 1. The blue line corresponds to the simulated data, while
red to the measured data.

3.2.2 Optimization of setup in the simulation framework

To be able to simulate all the detection efficiencies, we need to first establish the
correct geometry of the measurement setup inside the simulation framework. We
use the K-line photons signal to optimize the geometry of the measurement setup
within the Allpix? simulation framework. During this process, the size of the
radioactive source, the thickness of the PE foil in which the source is wrapped,
and the distance to both detectors were varied within the framework to achieve
similar dg as during measurement while maintaining a similar structure of pixel
hits as shown in Figure [3.1 This comparison was made by plotting simulated
and measured projections of pixel hits to the X and Y axis; results can be seen
in Figures [3.7]- 3.10

To remind ourselves, dx of the measurement setup was calculated to be
ok = (0.384 £ 0.001). After optimization of the simulation setup, a value of
§5m = (0.383 + 0.001) was achieved with the energy of K-line X-ray photons set
at 6.03 keV as a properly weighted average value taken from [I1].

Following detection efficiencies were simulated using the optimized setup:

o Og - detection efficiency for satellite photons. their energy was set at 6.09 keV
[10]

e Jps - detection efficiency for hypersatellite photons. their energy was set at
6.3 keV [2§]

e 0, - detection efficiency for shake-off electrons, their energy was set as a
spectrum taken from [15]

e 01 - detection efficiency for internal bremsstrahlung photons, their energy
was set as a spectrum taken from [14]

The resulting values of simulated detection efficiencies are summarized in
Table in the following section.
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Figure 3.8: Comparison of measured and simulated pixel hits data. Projection
to the Y axis in layer 1. The blue line corresponds to the simulated data, while
the red to the measured data.

T I ‘ I
e
E

0.007

Probability

0.006

0.005

0.004

"

0.003

0.002

H\[HH‘HH‘HH[HH‘HH‘

Figure 3.9: Comparison of measured and simulated pixel hits data. Projection
to the X axis in layer 2. The blue line corresponds to the simulated data, while
the red to the measured data.
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Figure 3.10: Comparison of measured and simulated pixel hits data. Projection
to the Y axis in layer 2. The blue line corresponds to the simulated data, while
the red to the measured data.

3.2.3 Calculation of Pk

All the values needed for the calculation of Pxkx can be found in Table

We can calculate signal and background contributions, results of these calcu-
lations can be found in the following Tables and [3.4]

The Pxk value for ®Fe amounts to:

Pxk = (1.406 £ 0.005) x 104

with systematic error of Agys(Pxk) =10-039 x10~%. The statistical and system-

atic errors of Pxx have been assigned by performing a Monte Carlo simulation.
All statistic errors have been considered gaussian while all the systematic errors
as uniform. The result of the Monte Carlo error propagation can be seen in

Figures and [3.12]
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Quantity Value o(x) Agysi () Source

0K 0.384 0.001 0.006 measured
03 0.387 0.001 0009 simulated
Ous 0.401 0.001 0009 simulated
e 0.00203 0.00004 0.00005 simulated
O1B 0.0000579  0.0000011  *560050s  simulated
WK 0.321 0.007 [11]
ws 0.383 0.007 [29]
WHS 0.383 0.007 [30]
P 2.58 x 107 0.04 x 107° [12]
Pk 3.16 x 10~ 0.32 x 107 [13]
Nk 6832441643 82659 measured
Npeak 1867184 1311 measured
Nace 1718602 1366 measured
Nirue 148582 2677 measured

Table 3.2: Quantities used for calculation of *Fe Pxgk

Quantity Value Signal contribution (%)

Niss 999019688 97.45
Nise 3224293 0.31
Ni, 3036798 0.30
NSAmEeT 9666337 0.94
NgISAuer 10949260 1.00

Table 3.3: Contributions to signal in **Fe Pxy calculation

Quantity ~ Value  Background contribution (%)

Nace 1718602 99.745
Nk 1B 10 0.001
NK,e 4384 0.254

Table 3.4: Contributions to background in the **Fe Pxy calculation
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Figure 3.11: The result of a Monte Carlo error propagation of statistical error of
%Fe Pgk. A gaussian function was fitted to the histogram with g = 1.406 and
o = 0.005.

12 A

10 A

Normalized count

1.300 1.325 1.350 1.375 1.400 1.425 1.450 1.475 1.500
P [1074]
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3.2.4 Discussion of Pk result

The value of Pxx = (1.406 & 005) x 10~* with the systematic error of Agys(Pxxk)
= 0039 x 107* has been measured. Bergmann et al. in 2016 [5] presented the
value with currently highest precision Pxx = (1.388 4 0.037) x 107* with the
systematic error of Ags(Pxk) = 0.042 x 107*, using a pair of Timepix detectors.
While the resulting values of Pk agree on a 1o level, the statistical error has been
significantly improved thanks to using a pair of Timepix3 detectors. Measurement

time has also significantly decreased from approximately two years to 13.5 days.

29



Count

Ll [
200

Ll [
300

1 [N
400

1 [N
500

1 [N
600

1 L
700

1 L
800
Energy [keV]

1||\||

[
0 100

Figure 3.13: Measured energy spectrum of **Mn. The full energy peak at 835
keV and the Compton edge theoretically predicted at 639 keV are clearly visible

Quantity Value o(x) Agys(r)  Source

A [kBq] 141.8 0.5 measured

t [s] 2580936 measured

t [d] 29.8 measured

Nineas 2479518319 49795  measured
Pk 0.8896 0.0017 [16]
WK 0.289 0.005 [16]

0K 0.318 0.001  0.001  measured

Table 3.5: Quantities used for calculation of k.

3.3 Measurement with °*Mn source

Measurement with the **Mn source has been conducted using the same measure-
ment setup as with the *°Fe source. Information on the activity of the source
has been supplied by the manufacturer and it was Ag = (141.8 £+ 0.5) kBq on
November 1, 2014, 00:00. Total measurement time with the source amounted to
29.9 days. The energy spectrum of measured clusters can be seen in Figure |3.13]

In the same way, as in the measurement with the 5°Fe source, we can calculate
the detection efficiency 0k of the setup for K-line X-ray photons from daughter
%4(Cr atom produced by K-shell electron capture decay of **Mn. We use Equation
for the calculation of 0k and the same cut for Nye.s, meaning we only consider
clusters of energy in the region [3, 13] keV. The quantities used for the calculation
and the result can be found in Table 3.5

The value of Jk for the setup stands at dx = (0.318 £ 0.001) with the system-
atic error Agys(dx) = 0.001 which was determined from the error of the activity
of the source supplied by the manufacturer. The radioactive source’s activity
A was assumed to be constant for the calculation, and a value in the middle of
the measurement time was chosen. The calculated value of dx was then used to
calculate and plot the source’s activity throughout the measurement. The result

30



12.2 T T T T T . .

12.1

12.0

11.9

11.8

Activity [kBq]

11.7

11.6

115

11.4

0 100 200 300 400 500 600 700 800
Relative time [h]

Figure 3.14: Measurement of the **Mn source activity with Timepix3 detectors.

We fit an exponential ezp(ax + b) to the data with resulting coefficients: a =
(—8.09 £0.76) x 1075, b = (2.49 +0.21).

is shown in Figure [3.14]

To be able to calculate Pxk, we will employ a similar approach as with the
%TFe by utilizing the time spectrum of two coincident clusters shown in Figure
3.15| while recognizing all major processes contributing to signal and background.

Peaks of true coincidences ara clearly visible in the time spectrum in the region
of AToA < 80 ns. By fitting a constant to the region of random coincidences, we
can estimate their contribution to the region of true coincidences. We locate the
endpoint of the region of true coincidences as the first bin of the histogram, in
which the value is lower than the constant fit to the region of random coincidences
C' = (2386 £+ 4). This way, we calculate the contribution of random coincidences
to the region of true coincidences as N,.. = (205101 +453). The total number of
coincidences in the true coincidences region is equal to Npeax = (1086105 % 1042).
The number can be calculated according to the equation and is equal to
Nirwe = (881004 + 1495). We will utilize the number of true coincidences in the
calculation of Pyxy.

The peak in the time spectrum at the value of 30 ns can be attributed to a
difference in drift time during coincident measurement of a K-line X-ray and a
~v-ray. The measured timestamp e, is given by:

tmeas = Cinteract T tdrift (311)

where fiteract 1S the time when the particle interacts in the sensor and tq,g is
the time that the holes take to drift to the pixelated side of the sensor. In case
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Figure 3.15: Time spectrum of two coincident clusters from *Mn. The spectrum
was fitted by a constant in the flat region, with result C' = (2386 +4), to estimate
the number of accidental coincidences in the peak region of AToA < 80 ns. Only
clusters with energy in the region [3, 13| keV are considered.

of coincident detection of a K-line X-ray and a v-ray the time difference will be
At (or AToA):

At = tﬁeas - t’ryneas = t’rileas = (ti)literact + t()i(rift) - (t?;lteract + tzrift) (312)
Since 4 eract = thiorcts At will be given by the difference in drift times of
the K-line X-ray and the 7-ray. X-ray photons of 6 keV energy interact very
soon after they enter the sensor, which in our measurement setup means close
to the side of the common electrode. The holes created by this interaction then
need to drift through almost the whole sensor. In the case of a 0.5 mm thick Si
sensor and 230 V bias voltage applied, this means 30 ns drift time according to
measurements conducted by Bergmann [27]. The ~-rays interact anywhere due
to their high energy and can even penetrate the sensor. However, interactions
close to the pixelated side have a large probability to lie within the required
energy range of 3-13keV: In addition to the low energy Compton electrons, here
additionally electrons leaving the sensor are counted. In that case, their drift time
will be almost 0. This means that pairs of K-line photon and ~-ray measured in
coincidence and passing the energy cut should have:

~ X Y
At ~ tdrift - tdrift ~ 307’LS

This results in the peak-like structure at 30 ns seen in the time spectrum.
Since no additional v-ray is emitted in the electron capture decay *°Fe, there is
no second peak in Figure [3.6]

The discernible edge at ~55 ns in the time spectrum is probably due to an
incomplete compensation of the time-walk in some of the pixels.
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3.3.1 Derivation of methodology for calculation of **Mn
Pxk

Processes leading to an empty K-shell

We first consider the signal process, K-shell electron capture where through
electron-electron interaction the second K-shell electron is removed from the
atom. Four particles are emitted in such case, and we can assume P, = 1.

The first contribution comes from the detection of the hypersatellite photon
together with the satellite photon, while the v photon and the shake-off electrons
are not detected:

NHS,S = A(t)t PKPKK (5H858(1 — (Se)<1 — 57) WHSWS (313)
With Nk = PxwixA(t)t, we get:
Nk

Alt)t = 3.14
O (3.14)
Inserting into equation [3.13] gives:
Pxx N
NHS,S = :J{K K(S[{gég(l — 56)(1 — 57) WHSWS (315)
KOK
Analogously, we obtain twelve other contributions:
Pxx NV
Nens = SR Sas (1 — 0g) (1 — 0y) WHsWS (3.16)
WKIK
Pxx NV
N,s = KRR (1 — s ) 050 (1 — 8,) wirsws (3.17)
UJK5K
Pxx NV
N, ps = X{SKK Sus(1 — 05)(1 — 6)0, wisws (3.18)
Pxx IV
Nys= 25K bs)s(L — 6)8, wasws (3.19)
UJK5K
Pxx NV
N,.= KB (1 — 6us) (1 — 65)8.0, wasws (3.20)
WKOK
uger Py Nk
NYgAET = i Ss(1 — 6)0, (1 — whs)ws (3.21)
Pxx NV
NS Avger - ZERK 55.(1—6,) (1 — whs)ws (3.22)
’ wK5K
Pxx NV
NHSAuger _ KK4VK (1 . 58)565"/ (1 _ WHS)WS (323)
Vs WOk
uger Pxx Nk
NS e = gy dns(L = 80)d wns (1 — ws) (3.24)
Pxx NV
NogsEr = TR 508, (1 — 6y) wis(1 — ws) (3.25)
’ UJK5K
Pxx NV
N3 e = BER (1 — G1s )00, wis (1 — ws) (3.26)
’ UJK5K
uger PKKNK
NHSS Auger — ot 90 (1 — wpg) (1 — ws) (3.27)
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Summing up all individual contributions results in:

Niexe = Pxx Nk

where Aggk denotes the sum of the different combinations of dyg, ds, e, 0, Wrs,
and wg.

The second set of equations is due to the internal conversion of the K-shell
electron. In this case, three particles are emitted in coincidence: the conversion
electron with an energy of 829keV, the hypersatellite and the satellite photons.
We find:

ax Nk

NHS,S = A(t)t PKCYK 5H868(1 — 510) WHSsWs = 5HS($S(1 — 510) WHSWS (329)

Wi OK

and analogously, we find the other combinations:

ag IV
NHS,e = KK 5HS<1 — 55)5IC WHSWg (330)
(,UK(SK
akg IV
Nse = S (1 — 0ys)dsdic wisws (3.31)
(,UK(SK
uger o N
Npgwer = = fpgdic wis(1 — ws) (3.32)
’ WKOK
Y
NfS A = DK 5510 (1 — wns)ws, (3.33)
’ WKOK
which sum up to:
Y%
NIIé—shell _ OKIVK % A{(C—shell (3.34)
UJK(SK

we can again denote the sum of the combinations of §; and w; as AFC_SheH.

Background processes involving a K-shell and an L-shell vacancy

Internal conversion on higher shells (L, M) leads to the creation of an atom in the
state with a K-shell vacancy and an L./M-shell vacancy, which decays through the
emission of a satellite photon, which can mimic the signal if measured together
with the internal conversion electron. We find:

N,
K OZLM(SS(SIC wg. (335)

Nfﬁﬁlgure _ A(t)t Prapm dsoic ws = WKIK

And likewise, higher shell electron capture with internal conversion electron
on the K-shell:

N
NME e = A(8)t Povax dsdic ws = K pakdsdic ws. (3.36)
PKWK(SK
Adding equations and gives:
N P
I K (aLM + LMozK) ALK (3.37)
wK5K PK
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with A?CLLK = 55(5[0&)5.

The second set of processes leading to a K- and L-shell vacancy state is K-
capture followed by L-shake off (“KL”) or vice versa. In such case, three particles
are emitted in coincidence: a shake-off electron, v photon from the nucleus, and
a satellite photon. We find the following combinations:

Nk
N = ——— PPk ds0k(1 -0 :
e Proooncd L 0s KL ( ) Ws (3.38)
Nk
NKL — P Px (1 — 6g)0k1.0 )
e Proong Tk (1 — ds)dkrd, ws (3.39)
A%
Ni{é = PKWE(SK Per, Pk ds(1 — 5KL)§’Y ws (3.40)
KL, S Auger _ Nk PeLPK 5KL5 (1 — WS) (341)
e Pyuwk ok 7
Nk
NLK — P P 6sdi (1 — 6 3.42
oS Prooncgy Lt 0s k(1= dy) ws (3.42)
Nk
NME = Prorcdn Pk P, (1 — 85)01K 0~ ws (3.43)
N,
N;IS{ = PKTI;(SK P P, 5s<1 — 5LK)57 ws (3.44)
NLK,SAuger_ NK PoacP 86 (1 — 345
T = Brordy i onkoy (1 —ws) (3.45)
(3.46)

where P,k and P,p, are probabilities of K-shell and L-shell shake-off electrons
emission. With dxr, = drx = d, it can be simplified to

N
Ngrik = PiK(PeKPL + P Px) Axrix (3.47)
KWKOK

Processes with isolated K-shell vacancies

The most important decay-related background is the coincident detection of the
photon with the K-line X-ray photon emitted during the electron capture decay:

N%K = A(t)t PK(SK(S,YUJK = NK(S'y (348)

Secondly, we consider the combination of the internal bremsstrahlung photon
with either the K-line X-ray photon or the 7 photon. We find the following
combinations:

1
NIB,K = A(t)t PKP[B 6K51B(1 — (57) WK = NKPIB(SIB(;'y((;* — ) (349)

v

1
Nw,IB = A(t)t PKPIB (1 — 5}()(51]3(57 WK - NKPIB(SIBéw(a - 1) (35())
1
N,x = A(t)t PxPrp 0k (1 — 0p)d, wx = NKPIB(SIB(SW(T —1) (3.51)
IB
—Auger 1
NEIBA 8o — A(t)t PKP[B 51]367(1 — WK) - NKPIB(SIB(SW(E - 1) (352)
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By summing all these contributions together, we find:

1 1 1 1
NIB = NK(;IBPIB(SW (5 + 57 + 5* + wf — 4) = NKPIBAIB~ (353)
y 1B K K

The last contribution to the background is the detection of two K-shell X-
ray photons from two separate K-shell electron capture decays. We denote its
contribution as N, and calculate it from fitting a straight line to the flat part
of the time spectrum as shown in Figure [3.15]

With all the signal and background processes considered, we can now derive
the final formula for the calculation of Pyy:

Py Nk ax Nk Nk < Pim ) KLLK
Npea — A
peak wK(5K KK wK(SKA%% + wK(SK aLM + PK K 1C
M P, P
+ K ( Loy PeL> Axrix + Nkéy + Nk PigArg — Naee (3.54)
WK OK Py
Wi K (Ntme ) ( Py ) ALK
P = — 0, — PgA — —
KK A \ N y 1BAIB arm + Pe aK A
AR PP, AKLLK
— — P, 3.55
K Ak ( Px * L> Akx ( )

3.3.2 Optimization of setup in the simulation framework

The same way as in the case of *Fe source, we use the K-line photons signal to
optimize the geometry of the measurement setup within the Allpix? simulation
framework. A comparison of the structure of pixel hits from simulation, and
measurement is shown in Figures -[B.19

The measured detection efficiency of K-line X-rays is dx = (0.318 & 0.001).
After optimization of the simulation setup, the simulated detection efficiency was
§5m = (0.317 £ 0.001). The energy of K-line X-ray photons within the simulation
was set to be 5.53 keV as a weighted average of value taken from [16].
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Following detection efficiencies were simulated using the optimized simulation
setup:

e 0g - detection efficiency for satellite photons. their energy was set at 5.58 keV
[10]

e Jgs - detection efficiency for hypersatellite photons. their energy was set at
5.77 keV [10]

e 0, - detection efficiency for shake-off electrons, their energy was set as a
spectrum taken from [I5] and properly scaled to reflect the higher endpoint
of the spectrum.

e 01 - detection efficiency for internal bremsstrahlung photons, their energy
was set as a spectrum taken from [17]

o Oic - detection efficiency for internal conversion electrons, their energy was
set at 829 keV

+ 0, - detection efficiency for v photons was set at 834.9 keV

The resulting values of simulated detection efficiencies are summarized in
Table [3.6]in the following section.

3.3.3 Calculation of Pk

Values of all quantities needed for calculation of >*Mn Pxk can be found in Ta-
ble 3.6

The Pxk value for >*Mn amounts to:

Pxx = (3.93+£0.44) x 10~*

with systematic error of Ag.(Pxk) =177 x107% The statistical and sys-

tematic errors of Pxx have been assigned by performing a Monte Carlo error
propagation. All statistic errors have been considered gaussian, while all the sys-
tematic errors as uniform. Results of the Monte Carlo simulation can be seen in

Figures and [3.21}]
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Quantity Value o(x) Tsyst(T) Source
0K 0.318 0.001 0.001 simulated
b3 0.321 0.001 ok simulated
Ous 0.336 0.001 00 simulated
Se 0.00195 0.00004 o000 simulated
018 0.0000566  0.0000011 09900024 simulated
5, 0.000282  0.000005 BRI simulated
dic 0.00602 0.00011 o oees simulated
WK 0.289 0.005 [16]
ws 0.305 0.005 extrapolated
WHS 0.310 0.005 extrapolated
Px 0.8896 0.0017 [16]
P, 0.0948 0.0002 [16]
Pg 6.5 x 107° 1.5 x 1075 [17]
Pic 2.45 x 107* 0.04 x 10~* [16]
P.x 3.99 x 1074 0.20 x 10~*  interpolated
P, 0.43 x 1074 0.02 x 10=*  interpolated
oK 2.22 x 1074 0.04 x 10~* [16]
o 0233 x 1074 0.034 x 104 [16]
Npeak 1086105 1042 measured
Nace 205101 453 measured
Nire 881004 1495 measured
Nk 2479518319 49795 measured

Table 3.6: Quantities used for calculation of **Mn Pxk
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Figure 3.20: Result of Monte Carlo error propagation of statistical error of **Mn
Pxk. A gaussian function was fitted to the histogram with gy = 3.93 and o = 0.44.

40



0.5 1

0.4

0.3 1

Normalized count

0.1+

0.0 -
15 2.0 2.5 3.0 3.5 4.0 4.5 5.0 5.5

Pk [1074]

Figure 3.21: Result of Monte Carlo error propagation of systematic error of >*Mn
PKK.

3.3.4 Discussion of Pxk result

The value of Pxx = (3.9340.44) x 10~ with systematic error of Agy(Pxx) =15
x107* has been measured. When comparing the achieved result to the value
measured in 1984 by Nagy and Schupp Pxx = (3.6 + 0.3) x 10~* [6], we find
that the results agree on 1o level. When comparing it to the value measured in
2003 by Hindi Pxx = (2.3£70%) x 10~ [7], we find that the results agree on 2o
level. The errors of Pxk are mostly given by the errors of ¢, since the coincident
detection of a K-line X-ray and a ~-ray is on the same level of magnitude as
the signal. A triple coincidence measurement is recommended for the future to
completely avoid this background process.
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Figure 3.22: Measured energy spectrum of Zn. Full energy peak and the Comp-
ton edge theoretically predicted at 908 keV are clearly visible

Quantity Value o(x) Agys(r)  Source

A [kBq] 7.94 0.56  measured

t [s] 1634571 measured

t [d] 18.9 measured

Nieas 2003987955 44766  measured
Px 0.8823 0.0017 18]
Wi 0.454 0.004 18]

oK 0.385 0.001  0.003  measured

Table 3.7: Quantities used for calculation of k.

3.4 Measurement with %°Zn source

Measurement with the %7Zn source has been conducted using the same measure-
ment setup as in the case of the previous two sources. The activity of the %Zn
source was set to be Ay = (213.7 4+ 1.5) kBq on November 1, 2014, 00:00. Total
measurement time with the source amounted to 18.9 days. The energy spectrum
of measured clusters can be seen in Figure [3.22]

In the same way, as in the measurement with the previous two sources, we
can calculate detection efficiency dx of the setup for K-line X-ray photons from
daughter %°Cu atom produced by K-shell electron capture decay or S* decay of
657n. We use Equation for the calculation of dx and the same cut for Npcas,
meaning we only consider clusters of energy in the region [3, 13] keV. Quantities
used for the calculation and the result can be found in Table B.7.

The value of dk for the setup stands at dx = (0.385 £ 0.001) with the system-
atic error Ay (dkx) = 0.003. The radioactive source’s activity A was assumed
to be constant for the calculation and a value in the middle of the measurement
time was chosen. The calculated value of dx was then used to calculate and plot
the source’s activity throughout the measurement. The result is shown in Figure
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Figure 3.23: Measurement of the %°Zn source activity with Timepix3 detectors.
The measurement has been done in two runs with a pause in the middle. We fit
an exponential exp(az + b) to the data with resulting coefficients: a = (—1.17 +
0.03) x 1074, b = (2.13 4+ 0.05).

3.23

To be able to calculate Pxyk, we would employ a similar approach as with the
previous two isotopes by utilizing the time spectrum of two coincident clusters
shown in Figure |3.24] while recognizing all major processes contributing to signal
and background.

The peak at 40 ns in the time spectrum and the edge at 65 ns can be attributed
to the same effects as in the case of 3*Mn time spectrum. Only this time, they
are shifted by 10 ns in the positive direction. This is caused by a different bias
voltage used during the measurement with the %Zn source. Instead of the 230 V
bias voltage used with the previous source, 150 V bias voltage is used in the
measurement with the current source. In the case of a 0.5 mm thick Si sensor
and 150 V bias voltage applied, a maximum drift time of 40 ns is expected
according to the measurements conducted by Bergmann [27]. That means due to
the change of the bias voltage, the peak and the edge are shifted approximately
by 10 ns in the positive direction.

In the case of employing a similar approach to the calculation of Pxyk as with
the previous two isotopes. %°Zn decays in 48.35% of cases straight to a stable
state of %°Cu, in such cases, the behaviour is the same as in electron capture
decay of °Fe. In 50.23 % of decays of %°Zn behaves as ®**Mn since the additional
transition from state 5/2° to state 1/2° is almost negligible. Nevertheless, de-
tection efficiencies dg, dus, de, 04, d1c and o would need to be simulated using
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Figure 3.24: Time spectrum of two coincident clusters from %°Zn. The spectrum
was fitted by a constant in the flat region, with result C' = 2386, to estimate the
number of accidental coincidences in the peak region of AToA < 20 ns.

an optimized simulation setup. The methodology for calculation of contributions
of background processes due to 8% decay of %°Zn would need to be developed.
A triple coincidence measurement would be the recommended approach to limit
the number of coincident processes needed to be considered and to eliminate the
effect of high background contribution of coincident detection of a K-line X-ray
and a y-ray.
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Conclusion

Experimental studies of the K-shell double vacancy production in the electron
capture decays of *Fe, **Mn, %7Zn using a pair of Timepix3 detectors have been
carried out. Measured data have been preprocessed and explored. The method-
ology for calculation of Pk in *Fe and **Mn has been developed. Simulations
using Allpix? framework have been carried out to determine detection efficiencies
of the measurement setup for particles participating in processes coincident with

electron capture decay of ®Fe and 5*Mn. Value of Pk = (1.406 £ 0.005) x 104
with the systematic error of Agys(Pxk) =10-030 10 has been measured and it
is in agreement on a 1o level with the previous measurement done by Bergmann
using a pair of Timepix detectors. Pxk in electron capture decay of >*Mn has
been measured for the first time using hybrid pixel detectors, in our case with
Timepix3. The measured Pxx = (3.9340.44) x 10~* with the systematic error of
Agys(Pxx) =T025 »10~*. While coming with large errors, it agrees very well with
previous measurements. To reduce the systematic unertainty, triple coincidences
could be searched for in the data of *Mn and °Mn, thus reducing the amount
of possibilities to consider. Moreover, the additional peak appearing in the time
difference spectra for **Mn and ®Mn, which was explained by drift time effects
might provide means to separate signal from background. Therefore, however,
the time spectrum shape needs to be reproducible in simulation.
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