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Abstract: Pixelated energy resolving detectors enable acquisition of X-ray diffraction (XRD)
signals using a hybrid energy- and angle- dispersive technique, potentially paving the way
for the development of novel benchtop XRD imaging or computed tomography (XRDCT)
systems, utilising readily available polychromatic X-ray sources. In this work, a commercially
available pixelated cadmium telluride (CdTe) detector, HEXITEC (High Energy X-ray Imaging
Technology), was used to demonstrate such an XRDCT system. Specifically, a novel fly-scan
technique was developed and compared to the established step-scan technique, reducing the total
scan time by 42% while improving the spatial resolution, material contrast and therefore the
material classification.
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1. Introduction

X-ray diffraction (XRD) is a well-established non-destructive technique that utilises the phe-
nomenon of coherent X-ray scattering to extract atomic and molecular structural information
[1]. XRD is chiefly used for identification of crystalline materials but has also been shown to
have promise in the analysis of biological tissue [2]. In a technique similar to transmission
X-ray computed tomography (CT), data collected from multiple angular positions can be used to
reconstruct a cross-sectional slice or a whole 3D volume that can be used to identify regions
with varying atomic or molecular structure within the sample [3]. Using pre-determined XRD
signatures, this data can also be used to identify unknown materials within the sample [4].

Traditionally, XRD techniques employ an angular-dispersive approach, where a monochromatic
pencil beam is incident upon the sample and the scattering intensity is measured as a function
of the scattering angle. In most cases, XRDCT systems employ a similar method, often using
synchrotron radiation. Synchrotron based XRDCT systems have shown to be effective and have
been used for biological imaging and identifying crystalline compounds [1,5,6]. However, limited
access to synchrotron facilities renders this technique inaccessible and costly for mainstream
applications. Alternatively, a conventional X-ray generator can be used with appropriate filtration
to produce a quasi-monochromatic beam [7]. However, this is very inefficient resulting in a low
incident beam flux. This, coupled with the low probability of coherent scatter (compared to
other possible interactions) results in a very weak XRD signal, increasing the acquisition time.
This paper describes further development of the pixelated X-ray diffraction, PixD, technique
which utilises a large area energy-dispersive detector with a broad X-ray source spectrum to
significantly reduce acquisition times compared to conventional approaches [8]. Application of
PixD to XRDCT could make it a viable method for rapid spatially resolved material analysis,
with applications in security screening, clinical pathology and industrial quality control.

#480664 https://doi.org/10.1364/OE.480664
Journal © 2023 Received 17 Jan 2023; revised 12 Mar 2023; accepted 16 Mar 2023; published 5 Apr 2023


https://orcid.org/0000-0003-3570-799X
https://creativecommons.org/licenses/by/4.0/
https://crossmark.crossref.org/dialog/?doi=10.1364/OE.480664&amp;domain=pdf&amp;date_stamp=2023-04-05

Research Article Vol. 31, No. 8/10 Apr 2023/ Optics Express 12945 |
Optics EXPRESS A N \

2. PixD system

2.1. HEXITEC detector

Key to the PixD technique is the HEXITEC pixelated energy-dispersive detector which is capable
of providing a full energy histogram in every pixel [9]. The active sensor material is a single
cadmium telluride (CdTe) crystal, measuring 20 X 20 X 1 mm, consisting of 80 x 80 individual
pixels (total 6400) on a 250 um pitch. The CdTe crystal was maintained at 12 °C by means of a
Peltier cooling module. During a measurement the CdTe crystal was subject to a bias voltage
of —475V which was cycled at the end of each acquisition (never more than 250 s) to avoid
polarisation and degraded sensor performance [10].

One of the drawbacks of pixelated detectors is the effect known as charge sharing, in which the
electron cluster from a single X-ray interaction event can be read by multiple neighbouring pixels,
resulting in the X-ray energy incorrectly read as multiple lower energy X-rays [11]. Without
correction, these events can lead to a degradation of the spectroscopic performance of the detector
by introducing a significant background of low energy events, resulting in a reduction in the
signal-to-noise ratio (SNR) in XRD profiles obtained from the raw data. To minimise this, the
detector was operated in charge sharing discrimination (CSD) mode where events recorded in
adjacent pixels are rejected. A frame rate of 998 Hz was used during these experiments, with a
detector readout time of 1 ms.

2.2. Combining data from all pixels

Small pixel detectors often suffer from inter-pixel variations in gain caused by inclusions and
defects within the crystal structure, resulting in shifts in individual energy spectra [12]. Therefore,
an energy calibration curve was obtained for each pixel following a previous study [13] using
a radioisotope source (Am-241 with gamma emissions at 13.9, 17.8, 20.8 and 59.5 keV). This
curve was used to convert channel numbers into energy bins (E) of width 0.25 keV, with 400
channels covering an energy range of 0 to 80 keV. Every pixel was then assigned a scattering
angle (0) using knowledge of the source-sample-detector geometry. The energy spectrum in each
pixel was converted to momentum transfer (x) via Eq. (1). This common axis allows the data
from all pixels to be summed in a hybrid angular- and energy-dispersive technique.

E (60
x=%s1n (5) s (1)

2.3. Fly-scan technique: continuous sample motion during acquisition

Generally, XRDCT systems employ a step-scan technique where the sample is moved to position,
exposed to X-rays and the detector’s response is recorded. The sample is then moved a translation
step of predefined size and the process is repeated [3,14—16]. During our experiments the
translation steps were set to 1 mm with an acquisition time of 5 s per step and an angular step
of 1°, covering the full 360° angular range. With a sample diameter of 30 mm, this technique
resulted in an output of 10,800 files containing the individual momentum transfer spectra.

To reduce the total acquisition time, a fly-scan technique was also employed, during which the
sample was moved at a constant speed of 0.2 mms~!, equating to the same X-ray exposure per mm
as the step-scan technique (i.e. 5 s per mm), allowing for like-for-like comparison between the
two techniques. During the continuous translation of the sample, the detector was collecting data
without pause, only stopping when the sample reached the end of the translational pass, allowing
the sample to rotate and return to its original location to begin another pass. The detector bias
was also refreshed at this point. This technique resulted in 360 files, each containing 149,700
frames (framerate of 998 Hz X acquisition time of 150 s). As the framerate and sample speed are
known, information about the translational location of each measurement, can be determined
directly from the frame number.
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Fig. 1. Schematic diagram of the experimental setup used to collect XRD projections.

2.4. Experimental benchtop XRDCT setup

The major components of this benchtop XRDCT setup are illustrated in Fig. 1, which include a
compact X-ray generator (SB-80-1 K, Source-Ray Inc., U.S.A.), source collimation, a test sample
at the isocentre, detector collimation and a HEXITEC detector to record the scattered X-rays.
The photon flux of the X-ray generator is estimated to be 1.4 x 10® photons/mm? at 100 cm from
the source. This was calculated using the SPEKTR 3.0 toolkit [17]. The primary X-ray beam
was collimated using two 2 mm pinhole lead masks (3 mm thick) to create a 2.2 mm-diameter
spot on the rotation plane.

Intensity (A.U.)

Intensity (A.U.)
Intensity (A.U.)

Fig. 2. (a) Schematic of test sample and measured XRD profiles (solid lines) for: (b) PLA,
(c) salt and (d) caffeine. Database values (dotted vertical lines) and simulated broadened
profiles (dashed lines) shown for salt and caffeine.
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The diameter of the incoming beam introduced an inherent uncertainty in the location of the
scattering events, affecting both the spatial and momentum transfer resolutions. To minimise
this, the sample was moved close to the source collimators to reduce the effect of divergence of
the beam. The beam diameter was measured using a small pixel (49.5 um) flat panel detector
(1215A, Rayence, South Korea), and ranged from 2.06 mm to 2.41 mm in a region of interest
(ROLI, see Fig. 1), 25 mm either side of the centre of rotation. To minimise the detection of
transmitted X-rays, a detector side collimator was designed and 3D printed using bronze infused
polylactic acid (PLA) filament (Ultimaker, Netherlands). The detector was also offset by 8 mm.

Figure 2(a) shows the design of the test sample used, which was 3D printed using standard
PLA filament and the two cavities were filled with table salt (sodium chloride) and caffeine.
Figure 2(b-d) shows the XRD profiles for these materials measured in isolation. In this case the
samples were 5 mm thick, and data were collected for 60 s. The XRD profile for PLA exhibits
a broad diffraction peak centred at 0.98 nm~!, consistent with other reported values obtained
using ADXRD [18,19]. The absence of characteristic peaks indicates the structure of PLA is
amorphous. The XRD profiles of caffeine and salt are compared to database values [20]. The
database values are given in 26 and intensity pairs, which were converted to momentum transfer
via Eq. (1) and are represented in Fig. 2 as stems. To more accurately match the collected
data, broadened profiles were simulated by calculating Gaussians at each database position and
summing them together, shown in Fig. 2 (dashed lines).

2.5. Tomographic reconstruction

As we use a pencil beam geometry, the reconstruction can be treated as a conventional parallel
beam computed tomography problem. However, the dimensionality of the data is increased by

%

3.00 nm™’!

A
U e s e MM 2.00 nm

41.00 nm™ 8

|
o
o
=
Polychromatic X-ray [&]
beam E
—
wy
c
f. e o
Q
'
5 +

<

¢ E

]

SVM =

Classifier

X (nmfw)

Fig. 3. Data acquisition and reconstruction process. (a) Incoming polychromatic (white)
X-ray beam illuminating sample (b) XRD profiles recorded for each position (c) Momentum
transfer data used to produce sinograms. (d) Reconstructed tomographic images are stored
in 3D matrix. (¢) XRD profiles produced by taking line profile in 3" dimension (momentum
transfer) of matrix. Solid black line shows Gaussian fitted to caffeine peak for momentum
transfer resolution analysis. (f) Material characterisation using trained SVM classifier.
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one dimension (momentum transfer, x) with respect to conventional transmission CT. Together
with the two spatial dimensions (position, s and rotation angle, ¢) of a single slice CT acquisition
scheme, a three-dimensional data set (s, ¢, x) was gathered, containing sinograms at 0.01 nm™!
intervals. Reconstruction of the sinograms yields a set of two-dimensional tomographic images
at each momentum transfer value, allowing for material characterisation of each pixel by taking
a line profile in the 3™ axis, extracting the reconstructed XRD profiles. A summary of the
process is shown in Fig. 3. Reconstruction was carried out in MATLAB using a modified
Feldkamp-David-Kress (FDK) algorithm for parallel beam geometry [21].

3. Results

3.1. Data binning — Spatial resolution versus material characterisation confidence

As described in section 2.3, the fly-scan method results in files containing a very large number
of frames (149,700). With each frame containing an average of only 45 counts, analysis of a
single frame would result in very noisy XRD profiles; i.e. there is insufficient signal to recover
atomic and/or molecular structural information in a single frame. Therefore, data were binned to
improve the SNR in the resulting XRD profiles. However, as the sample is in continuous motion,
binning data from a greater number of frames results in a deterioration in the spatial resolution,
due to the mixing of data from a greater volume of the sample. For example, data binned from
997 frames (from here on referred to as bin width of 1 s due to the frame rate of 997 Hz), results
in the mixing of data collected from the beam diameter + 0.2 mm, as this is the distance moved
in 1 s, whereas a bin width of 5 s results in a mixing of data from beam diameter + 1 mm.

3.2. Total scan time

The conventional step-scan method resulted in a total scan time of 29 hrs. This was reduced to
16.8 hrs by using our fly-scan method, a reduction of 42%. During both procedures, the actual
time where useful data were being collected was 15 hrs, equating to a dead time of 48% for the
step-scan method and 11% for the fly-scan method. The main sources of dead time were the
time taken to move the sample to the new position and the automatic bias refreshing which takes
place at the end of each acquisition. Continuous movement reduces the contribution of these two
factors as the data is collected during the movement and bias refreshing is only carried out at the
end of each lateral translation, and not at each 1 mm interval.

3.3.  Analysis of spatial resolution

The imaging performance of the system is best characterized by the spatial resolution, which
describes how far two features of an object need to be separated by to be distinguishable in the
reconstructed image [22]. To compare the spatial resolution, reconstructed images were summed
over all momentum transfer values to produce a single image. The data from the fly scanmethod
was then binned to allow for a direct comparison between the results obtained from the two
methods. Determining the spatial resolution can be done using well-known techniques employed
in conventional X-ray CT imaging such as measurement of the modulation transfer function
(MTF) which require special test samples [23,24]. In this paper, we are interested in a direct
comparison between the two scanning techniques, so a simpler knife-edge method was used
[25-27]. An intensity profile was taken over the sharp edge of the sample container (indicated by
the red line in Fig. 4(a)), obtaining the edge spread function (ESF) by fitting a Sigmoid to the
pixel values. The point spread function (PSF) was then calculated using the ESF and fitted with a
Gaussian that was used to determine the full-width-at-half-maximum (FWHM) of the PSF as
shown in Fig. 4(b).

Changing the duration over which the data are binned has the effect of changing the reconstructed
image pixel size. This does not necessarily improve the spatial resolution, which is predominately
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Fig. 4. (a-b) Method for estimation of spatial resolution showing the fitted edge spread
function (ESF) and Gaussian fitted to point spread function (PSF). Example shows FWHM
obtained for reconstructed image using the fly-scan technique — binned over 1 s. At a speed
of 0.2 mms~!, binning data over 5 s equates to a translation of 1 mm, which is the step size
used for the step-scan method. This allows for direct comparison of data obtained using the
two techniques (c) and step-scan technique (d).

limited by the relatively large beam diameter. As such, we expect the spatial resolution to be no
smaller than the diameter of the beam. However, as the results in Table 1 show, the data collected
using the continuous motion seems to result in images with improved resolution. This is due to
a phenomenon known as super-resolution (SR) [28]. Generally SR techniques utilise subpixel
sized steps in front of the detector to produce images of higher resolution than possible with a
single acquisition [29,30] . In this case, as the limiting factor is the diameter of the incoming
beam, the small step sizes relative to the beam diameter have the same effect. This technique
is limited by the low count when the bin width is short, reducing the signal-to-noise ratio and
ultimately impairing the spatial resolution. Therefore, there is an optimal bin width that results
in the best spatial resolution — 3.0 s in this case.

3.4. Momentum transfer resolution

When converting the energy spectra from individual pixels to XRD profiles via Eq. (1), the
scattering angle 6 is determined by assuming all scattered X-rays originate from the centre of the
sample and interact with the centre of the pixel. However, the sample thickness, beam diameter,
pixel pitch and location of the pixel relative to the centre of the sample all contribute to an error
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Fig. 5. Material classification using trained classifier, showing the effect of bin width on
classification scores for data obtained using fly-scan technique (a-c) and step-scan technique
(d). Regions indicated as red, blue and green have been classified as PLA, caffeine and salt
respectively.

Table 1. Spatial and momentum transfer resolution analysis and
average SVM pixel score

Bin width (s) 1.0 2.0 3.0 4.0 5.0 SS¢
Pixel pitch (mm) 0.2 0.4 0.6 0.8 1.0 1.0
FWHM (mm) spatial 1.64 1.55 1.51 1.76 1.92 2.12
FWHM (nm~!) 0.22 0.22 0.22 0.22 0.22 0.22
momentum transfer

Average pixel SVM 0.51 0.78 0.82 0.83 0.83 0.76

score

“Data collected using step-scan method.

in the scattering angle. Taking this into account, our calculated scattering angles have an average
error of + 0.38° when using a sample of thickness 5 mm. This equates to an error of + 0.04 nm™!
in momentum transfer space using 0.25 keV energy bins and + 0.06 nm~! when energy bin size
is increased to 0.50 keV. The XRD profiles produced by direct measurement (Fig. 2(b-d)) and
reconstructed XRD profiles (Fig. 3(e)) were analysed by fitting a Gaussian to the first caffeine
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peak (0.67 nm™!) and calculating the FWHM, demonstrated by the solid black line in Fig. 3(e).

The direct measurement of caffeine of thickness 5 mm resulted in a FWHM of 0.16 nm~!, while
the reconstructed XRD profiles all produced a FWHM of 0.22 nm™! for all bin sizes used; 1-5
seconds. This was the same for the step-scan technique.

The momentum transfer resolution of the system is dependent on various factors, most
significantly the geometry of the setup. Increasing the sample-to-detector distance will result
in a smaller error in the calculated scattering angles, improving the overall momentum transfer
resolution. However, this comes at the cost of reducing the overall solid angle covered by the
detector, increasing the total scan time. When scan duration is not a limitation, such as a single
direct measurement, the system can quickly be optimised for improved momentum transfer
resolution.

3.5. Material classification

Material classification of the reconstructions was performed on MATLAB using support vector
machines (SVMs), which construct optimised hyperplanes to discriminate XRD profiles into
four material classes [31]. Training was carried out using XRD profiles produced by samples
of thickness ranging from 0.5-10 mm, randomly positioned +25 mm from the isocentre and
with acquisition times ranging from 1-30 s. The trained SVMs were then applied to classify
the reconstructed XRD profiles. Pixels were assigned to the material class that yielded the
highest score. The material classification maps obtained can be seen in Fig. 5. For convenience
of comparison, the SVM score is transformed to a probabilistic output and visualised by the
brightness of the pixel, with brighter pixels indicating a higher SVM score and, therefore, higher
confidence in the classification.

As expected, when the bin width is small, the lower count results in a lower average SVM
score. However, binning the data over periods longer than 2 s shows little improvement in the
SVM scores, as shown in Table 1. This indicates a limitation in the trained classifier, which may
be improved with larger training dataset. A direct comparison between the step-scan technique

and the equivalently binned data from the fly-scan method shows an increase in the SVM scores.

This is most likely due to the improved spatial resolution which results in less mixing of signals
from neighbouring parts of the sample. However, further work is required to better understand
the effects of the continuous motion on the momentum transfer signals.

4. Discussion

The key challenge in the development of a practical benchtop XRDCT system has been the
relatively long scan times. As shown in (1), the technique requires knowledge of the scattering
angle and energy. While there has been some work done on the use of collimation and coded
apertures to allow for the use of a fan or cone beams [32-34], the most widely used approach to
define the scattering angle is the use of a pencil beam geometry. The energy of the scattered
X-rays can be determined using an energy dispersive detector or set by using a monochromatic
source. Using a conventional energy dispersive X-ray detector necessitates collimation on the
detector side to reduce the error in the angle measurement. The small detection area results
in very long acquisition times making this approach to XRDCT impractical. Alternatively, a
large flat panel detector can be used when the incoming beam is monochromatic. This can be
done with a quasi-monochromatic source [7] which can be achieved using filtration. However,
this results in a significant reduction in the beam intensity which increases the acquisition time,
in addition to introducing an error in the energy value. In practice, the most effective XRDCT
systems employ bright, highly monochromatic synchrotron radiation with a fast, large area
detector system [35-38]. The focus of the current investigation was therefore to negate the need
for synchrotron radiation by using a commercially available 2D pixelated spectroscopic detector
and a cheap and widely available polychromatic X-ray generator. In essence, the current study
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represents a novel approach to XRDCT which is relatively easy to implement in a typical X-ray
lab and even more significantly, it is scalable.

While the practical setup of the system allows for quick alterations that can change the
performance of the system, such as the size of the pinhole collimator, the fly-scan data acquisition
technique demonstrated allows for greater freedom in the analysis of the data. In this study,
we demonstrated the ability to determine the optimal bin width for the best spatial resolution.
However, software limitations meant that the minimum acquisition window was 1 s, allowing
for binning of data only in multiples of seconds. Spatial resolution can be further optimised if
non-integer second bin widths could be implemented.

Analysis of the momentum transfer resolution of the reconstructed XRD profiles did not show
a deterioration at higher spatial resolutions, i.e. when data were binned over a shorter duration.
This was surprising as summing data over a shorter duration reduced the average SVM confidence
score. This suggests that the SVM training has not been optimised. The SVMs were trained
using XRD profiles produced by direct measurements. Using XRD profiles obtained by means of
reconstruction of XRDCT data may help to improve material classification. Currently the system
can only classify materials that have previously been scanned for SVM training. Producing
simulated broadened XRD profiles from database data could potentially be used to train SVMs
for classifying a wide range of materials.

The scalability of this system is also very promising. The source used for this study was
operated at the maximum power of 80 W, which is relatively low. While this highlights the
potential for a portable system in the future, widely available lab based X-ray sources are much
more powerful and their use can significantly reduce the total scan time. In addition to this,
multiple detectors can be used simultaneously to further reduce the total scan time. This is
particularly promising as there have been recent advances in a 2 x 2 tiled HEXITEC system [37]
which has 4 times the detection area of a single HEXITEC detector, potentially reducing the total
scan time 4-fold.

5. Conclusion

In this investigation, we demonstrated a novel benchtop hybrid energy and angular dispersive
XRDCT method, using a fly-scan scan technique, and examined its performance by classifying
materials in a test sample using their reconstructed XRD profiles. A like-for-like comparison
of our technique to the established step-scan technique showed an improvement in the spatial
resolution of the reconstructed images, from 2.12 mm to 1.51 mm, while reducing the total
scan time from 29 hrs to 16.8 hrs. Our technique also shows improvement in the classification
of materials, with an increase in the average SVM confidence score, from 0.76 to 0.83. The
scalability of this technique means that future systems can be improved on, simply by using a
more powerful source, smaller beam diameter and/or multiple detectors. Overall, the results
and findings from this study should be considered for the design of benchtop XRDCT systems
adopting a pixelated detector system.
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