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1. Introduction

The emergence of high-throughput (HiTp) methodologies in materials science re-
sults in the need of efficient frameworks capable of collecting, storing, and an-
alyzing large data sets. From a material science perspective, HiTp has tradition-
ally focused on the development of computational tools'? since HiTp experimental
(HiTpE) approaches present many challenges. While many great advancements and
discoveries have been enabled through computational materials science, any model
is only as good as its least accurate assumption. Therefore, the development of
HiTpE methods is essential to overcoming limitations inherent to computational
materials science. In fact, HiITpE has taken a greater significance as the main ap-
proach to achieving the accelerated materials discovery goals set forward by the

Material Genome Initiative.>*

Recent advancements in automation and computing resources have enabled the de-
velopment of true HiTpE methodologies as applied to materials science. While
great progress has been made on HiTpE methods for 1D data (e.g., spectral®®
and/or patterns’®), these reduced-order data type only provide limited information.
Furthermore, these usually analyze small volumes of material, which have limited
applications within the scope of the Army. For example, HiTp X-ray diffraction
typically consists of analyzing deposited thin films with compositional variations
across the deposition substrate.”8 Of special interest to more applied research (i.e.,
Army needs) is the collection of microstructural data, which reveal features that di-
rectly influence a material’s performance. One approach is the use of in-situ focused
ion beam (FIB) pulsed-laser ablation for characterization of bulk 3D microstruc-
tures™!” In these systems, a femtosecond laser couples to a dual beam FIB, giving
the advantage of removing larger volumes of material while maintaining the imag-

ing resolution of an scanning electron microscope (SEM).

Microstructural features (e.g., grain and phase size and distributions) tend to strongly
influence a material’s performance. For example, the Hall-Petch effect is a well-
known relationship between a material’s strength and the average grain size. Addi-
tionally, the process-property-performance paradigm suggests that a microstructure
is dependent on processing conditions,!! which dictate how these features evolve.
Characterizing these microstructural features is important as they are related to how

a material will deform when subjected to mechanical work (i.e., for structural ap-



plications). Therefore, being able to quickly characterize these features is essential
for accelerated materials discovery and processing optimization. Considering the
importance of microstructural information, there has been significant development
of frameworks to analyze highly indexed data (e.g., electron backscattered diffrac-
tion [EBSD] through DREAM.3D!?). However, limited efforts have been devoted
to developing tools that can reconstruct grayscale highly contrasted backscattered
electron micrographs. While these data are not as information rich as EBSD data,

they provide useful information that is faster to collect and more economic to store.

Grayscale micrographs are suitable for characterizing phase distributions of multi-
phase materials. Additionally, this type of mesoscale information is essential for
computational models that aim to understand how a material responds to external
stimuli (e.g., pressure). Hence, a systematic approach to characterizing grayscale-
based microstructural information is presented. A Python script was developed to
clean and analyze highly contrasted electron backscatter micrographs and build a
Visualization ToolKit (VTK) readable file.!® This file type can be further analyzed
(e.g., phase clustering) in ParaView.!* As a demonstration, the systematic analysis
was used to analyze a silicon carbide (SiC) boron carbide (B,C) ceramic composite.
Understanding the distribution of the B,C within the SiC matrix is important to

understand its protective performance.

2. Image Collection

Coupons, 200 um thick, of a commercially available SiC-B,C composite were ac-
quired following mechanical polishing to a final surface roughness of 20nm. A
more detailed description of the sample alignment and sectioning procedure can be
found in the report by Ligda et al.'> In short, the sample mounts onto a piezo-based
positioning stage and is then pre-tilted such that the desired sample face is paral-
lel to the incoming laser beam. The laser is a Clark MXR-CPA with a wavelength
of 775nm and a pulse width of 150 —200 fs. For serial sectioning, a total of 120
slices were cut using a laser pulse energy of 13 uJ, scan speed of 33 um/s, and slice
thickness of 1 um. Each slice takes on average approximately 3 —5 min to laser cut
and image, with the bulk of this time going to the former. Secondary electron im-
ages were taken of each slice at a magnification of 500x (equivalent scan area of
256x221 um) and electron beam settings of 20 kV, 2.4 nA. Due to the difference in

atomic number between boron (B) and silicon (Si), the contrast and brightness of



these images is adjusted so that the SiC phase is bright while the B,C phase is dark.

This binary type of image should be ideal for the later segmentation procedures.

3. Microstructural Analysis

One of the disadvantages of these grayscale images is that it is challenging to
fully align layers based on intensity values. Moreover, this is complicated when
fast scans and laser-induced periodic surface structures (LIPSS) form, which cause
noisy micrographs.'®-!® Therefore, images must be cleaned in order to minimize any
artifacts. The random walker segmentation algorithm,' as implemented in scikit-
image,? was used to segment the micrographs into SiC and B,C features. These
segmented micrographs are then stacked to form a reconstructed microstructure.
The reconstructed microstructures can be post analyzed to obtain information not

attainable from 2D micrographs.

3.1 Image Segmentation

The random walker algorithm (RWA) relies on the labeling of “seed” pixels. Then,
unlabeled pixels are imagined to have released “walkers”, which have a given prob-
ability to reaching a labeled (seeded) pixel. Hence, the walker’s probability of
reaching a specific seed will determine the value that an unlabeled pixel will adopt.
The RWA aims to minimize the “energy” (combinatorial formulation of the Dirich-

let integral):

1 1 1
Dla] = 5 /Q Val?d = aTLo = o ) | wij(w; —;)?, (1)
€ij )
where e;; is the edge connecting two neighboring pixels, w;; is the edge weight-
ing function and z; is a real-valued number for a given pixel. The edge weighting

function encodes similarities between pixels, as is defined as,

wij = exp (—B(gi — 9;)°) , (2)

where (3 is a free parameter and g; is the pixel intensity. Grady'® likens the objective

of this algorithm to analyzing the steady-state (infinite time) diffusion equation.

Figure 1 shows the image analysis framework used in segmenting the micrographs

into distinct phases. The noisy image shows the as-collected SEM where white and
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Fig. 1 Example of systematic approach for analyzing highly contrasted micrographs via seg-
mentation



black regions correspond to SiC and B,C, respectively. It also shows a significant
number of gray regions, which arise intrinsically from the measurements. To seed

the labels, the experimental images were first normalized as

g; — min(Q)
max(G) — min(G)

gi =2 -1, 3)
where the G is the pixel intensity set and the projection results in the {g; € G : 0 <
g <1} = {g € G:-1< g; < 1} renormalization. To properly identify these as
either SiC or B4C, the noisy image is seeded with markers based on some criterion

: )

dark/purple, Ji < —9gc
S; —
bright/yellow,  g; > g.

where g, is a cutoff pixel intensity. It should be noted that the black regions in the
“labels” image in Fig. 1 are the unlabeled pixels from which walkers are “ejected”
in search of a seed to adopt. This labeled image is then used by the RWA to segment
the image into the distinct phases.

3.2 Stack Reconstruction and Analysis

The segmented images provide a planar 2D representation of the microstructure.
To get a fully representative microstructure, these segmented micrographs were
“stacked” onto each other. Due to the regular array nature of pixelated images,
these were converted into a VTK image (VTI) file (i.e., a structured file). A repre-
sentative stack of 20 micrographs is shown in Fig. 2 where the blue and red regions
correspond to B,4C and SiC, respectively. It is shown that B,C is fairly dispersed
throughout the SiC matrix.

To better understand the microstructure, the stack was analyzed with ParaView’s
Connectivity filter. The B,C’s connectivity was analyzed on a 50-stack microstruc-
ture taken from a reduced region of the original data set. ParaView’s Connectiv-
ity filter clusters voxels by assigning “connected components” (adjacent voxels)
a given “region ID” (i.e., unique integer). The resulting connectivity is shown in
Fig. 3, where a very large cluster (dark blue region) can be observed. The largest
cluster can be filtered out by thresholding it’s region ID, as shown in Fig. 3b. By
comparing Fig. 3a and b, it is determined that the largest cluster is approximately
93% of the B,C phase. Further thresholding isolates the smaller clusters (Fig. 3c).



Fig. 2 Representative stack of 20 ablated layers of SiC (red) and B,C (blue)

3.3 Comments on Post Processing

The analysis previously highlighted can be useful in determining important mi-
crostructural characteristics, but it is essential to properly treat these features. It
should be noted that in order to obtain a large representative microstructure, large
sectioning steps were used. While the X and Y resolution is fairly small (6, , ~0.125
um), the sectioning steps were d, ~1um. This can be observed in Fig. 4. This
enables HiTpE data collection, but the large 9, could result in artifacts. Avoiding
these artifacts are of most importance when attempting to obtain representative fea-
ture topologies. For instance, smoothing the voxelized B,C precipitate in Fig. 4 will
result in very different-looking precipitates. This is shown for smoothing of the pre-
cipitates for different number of smoothening iterations. Clearly, the topology and

overall precipitate size are influenced by the number of smoothening operations.
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Fig. 3 Connectivity analysis showing the B,C precipitate clusters. It is shown that a large
fraction of the secondary phase is highly connected.
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Fig. 4 Application of ParaView’s smoothening filter. It is shown that the number of smoothen-
ing iterations can cause a feature’s topology to change drastically

To showcase the importance of proper filtering, the B,C precipitates resulting after
1000 and 2000 smoothening iterations are subjected to planar loads. The objective
was to determine if the differences in post-processing would influence mechanical
responses. These smoothed precipitates were imported as ParaView generated stere-
olithography (STL) files into the COMSOL finite-element analysis platform. Then,
a SiC cuboid was overimposed, to enclose the precipitate with matrix material. Fi-
nally, planar loads (0. = 1N/m?) were applied on the top and bottom surfaces of
the SiC cuboid. The resulting strained microstructure are shown in Fig. 5. It is qual-

itatively shown that for fewer iterations, the SiC cuboid deforms more uniformly.
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Fig. 5 SiC matrix deforms in drastically different forms depending on how the precipitate was
smoothen

4. Conclusion

A systematic framework to analyzing grayscale reconstructed 3D microstructures
is presented. It is demonstrated that the RWA is able to segmented highly con-
trasted micrographs, which then can be stacked into the reconstructed microstruc-
ture. These microstructures can then be post analyzed to characterize mesoscale fea-
tures. For instance, it was shown that the vast majority of the secondary B,C phase
is connected into a large cluster. Furthermore, the importance of careful and consis-
tent post-processing these microstructural features (e.g., smoothening of precipitate
voxelated surfaces) is shown. Performing a simple micromechanical analysis on an
isolated precipitate subjected to different smoothening iterations results in a differ-

ent mechanical response.
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