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Introduction
Most solid materials are crystalline,

with grain sizes ranging from nanometers
to hundreds of micrometers. The mis-
oriented grains of polycrystals are connected
by networks of grain boundaries with dis-
tinct local crystallography and anisotropic
physical properties. Understanding the be-
havior of polycrystalline materials under
thermal, mechanical, chemical, and electri-
cal stresses and predicting the consequences
of advanced technological processing
techniques represent a longstanding ma-
terials research goal.1–3 Despite remark-
able progress, predicting new materials,
microstructure, and evolution is not yet
possible. Finite element modeling (FEM)
using constitutive relations and continuum

mechanics has revolutionized the design
and manufacture of structural components
over length scales where mesoscopic struc-
ture can be ignored.4 The development of
analogous theory and modeling capabilities
for mesoscopic length scales has proven to
be extremely difficult because of the com-
plex and collective inter- and intragranu-
lar microstructural interactions.4–6

Transmission electron microscopy (TEM)
provides detailed microstructural infor-
mation on thin-section samples,6,7 and
electron backscattering diffraction (EBSD)
is readily available8,9 for micrometer- and
submicrometer-resolution surface structure,
microstructure, and deformation measure-
ments. However, these thin-section and

surface tools are not designed for detailed
testing of computer simulations and multi-
scale modeling of the evolution of mate-
rials microstructure in three dimensions.
Direct, nondestructive measurements are
needed of the local microstructure and
evolution in the interior of bulk materials
on mesoscopic length scales of tenths of
microns to hundreds of microns.

The ongoing development of advanced
high-resolution x-ray imaging and diffrac-
tion techniques is beginning to fill this need.
As illustrated in the article by Schroer et al.
in this issue of MRS Bulletin, absorption
and fluorescence microtomography tech-
niques are providing nondestructive mass
and chemical-specie-sensitive spatial distri-
butions with submicrometer resolution in
three dimensions on a wide range of mate-
rials. Robust and rapid high-energy diffrac-
tion techniques have been developed that
can provide �5-�m-resolution measure-
ments of crystal grains, grain orientations,
and microstructural features over length
scales of millimeters or more.10,11 More-
over, techniques for the direct inversion of
coherent diffraction patterns from samples
with sizes on the order of a micrometer
and smaller are now pushing three-
dimensional (3D) x-ray spatial resolution
of objects down to a few nanometers.12,13

In this article, we focus on the develop-
ment and application of differential-
aperture x-ray microscopy (DAXM), a
polychromatic x-ray microbeam diffrac-
tion technique for studying local crystal
structure, orientation, and strain tensors
without crystal rotation.14 This technique
provides submicrometer point-to-point
spatial resolution in three dimensions
over length scales from tenths to hun-
dreds of micrometers. The “structural” as-
pect of DAXM refers not only to the local
crystallographic structure probed within
submicrometer volumes, but also to the
construction of 3D maps of local crystal
microstructure on mesoscopic length scales.
DAXM is particularly well suited for
micrometer- and submicrometer-resolution
microstructure investigations involving
intra- and intergranular microstructure and
evolution on mesoscopic length scales.

Polychromatic X-Ray 
Structural Microscopy

Polychromatic structural microscopy15

is a spatially resolved diffraction technique
based on Laue diffraction, the oldest x-ray
diffraction method. As illustrated sche-
matically in Figure 1, x-ray beams with an
energy range of 8–20 keV generate dif-
fraction patterns with 10–20 reflections
from simple fcc or bcc single crystals; more
reflections are generated if the unit cell is
larger.16 These reflections are associated
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with sets of internal crystal planes that act
as x-ray mirrors with negligible reflectiv-
ity, except for wavelengths and incident
angles that simultaneously satisfy the con-
structive interference (Bragg) condition:

� � 2d sin(�). (1)

Here, d is the distance between crystal
planes, � is the mirror reflection angle, and
2� is the total scattering angle.

In Figure 1, a polychromatic (or op-
tional monochromatic) synchrotron x-ray
beam is focused, using nondispersive total
external reflection Kirkpatrick–Baez mir-
rors, to a submicrometer-diameter spot
onto the thin-film sample.17 Differential
deposition,18,19 differential bending,20 or
differential polishing methods can all be
used to produce high-precision elliptical
mirrors to focus beams to spot sizes of
�0.1–0.5 �m; a depth of field of up to
�0.5 mm is possible. Different regions of
the sample are probed by translating the
sample under the beam.

The Laue patterns from subgrains that
intercept the beam are detected by an
x-ray-sensitive CCD area detector placed
normal to the incident beam. For cubic
crystals, the Bragg plane spacing d is given
in terms of the lattice parameter a0 and the
(hkl) indices by

d � a0/(h2 � k2 � l2)1/2; (2)

the angles between Bragg spots are given
by the scalar product of the plane normals.

The central data-analysis problem of
polychromatic x-ray structural microscopy
is the determination of the indices (hkl) of

the Laue reflections. As outlined in Fig-
ure 2, this “indexing” is carried out by
computer, searching the Bragg peaks in
the diffraction images for patterns of an-
gles that match those expected for the
sample.16

Precision analysis of the angles between
reflections is used to determine deviatoric
(shear) strain tensor components ( ij) with
an uncertainty of �1 � 10–4. The deviatoric
strain tensor reflects distortions in the
shape of unit cells as a result of changes in
the angles between crystallographic planes
and in the relative lengths of cell vectors
resulting from shear stresses. In order to
measure the volume change of the unit
cell (dilatational strain), a nondispersive
monochromator21 is inserted in front of
the focusing mirrors, and the energy is
scanned to find the energy of one of the re-
flections (see Figure 1).

Three-Dimensional X-Ray
Structural Microscopy

Submicrometer-diameter beams auto-
matically provide submicrometer spatial
resolution in the two dimensions normal
to the beam. Figure 3 illustrates the method
of obtaining submicrometer spatial reso-
lution along the direction of the beam;
until recently, this was an unsolved prob-
lem in x-ray diffraction.14,22 In general,
simple slit techniques do not work for mi-
crometer resolution because hard x-rays
require slit blades of �10 �m thickness; a
1-�m-wide slit with 10-�m-thick blades
would act as a collimator and could not
pass the large angular crossfire of the dif-
fraction patterns. However, the use of an
absorbing wire (with its circular cross

�
section) as a differential-aperture (i.e.,
knife-edge) slit makes it possible to obtain
micrometer or submicrometer resolution
and still pass the highly divergent x-ray
patterns to the CCD area detector.14 As il-
lustrated by Figure 3, the circular cross
section of the wire presents the same ab-
sorption profile for x-rays of all angles;
therefore, by taking the circular profile as
well as the center position of the wire into
account in the computer analysis, it is pos-
sible to get the effect of a micrometer-
resolution hard x-ray aperture.

By locating the Pt wire profiler close to
the sample and using the difference be-
tween the CCD diffraction pattern images
taken before and after small (micrometer
or submicrometer) steps of the wire, the
diffracted beam intensity passing through
the step-advance distance can be ob-
tained. The origin of this intensity for both
intra- and intergranular Bragg reflected
beams is determined by geometric tri-
angulation from the position of a (typi-
cally �20 � 20 �m2) CCD pixel to the
position of the leading edge of the Pt wire
and extrapolating from the wire down to
the intersection with the microbeam. After
stepping the profiler through the entire
diffraction pattern, computer collation
makes it possible to reconstruct a complete

Figure 1. Schematic illustration of a polychromatic x-ray structural microscope in which
polychromatic x-rays are focused to a submicrometer spot diameter onto the sample position
using crossed Kirkpatrick–Baez (K–B) mirrors.The Laue diffraction patterns are detected
using a CCD x-ray area detector. An insertable/removable double-crystal monochromator is
shown that provides for wavelength-tuneable monochromatic microbeams if desired.

Figure 2. Flow diagram of the
data-analysis procedure in which 2D or
3D spatially resolved Laue diffraction
patterns are indexed and analyzed to
obtain microstructural information.
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(single-crystal) CCD diffraction pattern for
each depth position along the microbeam.

Since each scan of the profiling wire
provides information along a single line,
3D structural images of materials are com-
piled by translating the sample over a lat-
eral array of positions with micrometer or
submicrometer step sizes. Wire profiler
scans typically entail 300–400 steps, with
2–3 s per wire step, limited by the detector
readout time. The computer reconstruc-
tion and analysis of the diffraction pat-
terns for each increment along the beam
requires �30 min on a desktop computer.
Decreasing these times by a factor of 10 or
more is possible with the use of faster de-
tectors and computer clusters.

Obtaining full Laue diffraction patterns
for submicrometer-resolution voxels (3D
volume elements) means that full diffrac-
tion information is available with point-
to-point submicrometer spatial resolution.
This result is fundamentally important; it
means that DAXM can be applied to
single-crystal, polycrystalline, composite,
and functionally graded materials, and to
both elastically and plastically deformed
materials. Moreover, as discussed earlier,
the single-crystal Laue diffraction patterns

obtained at each position provide not only
the crystal phase and orientation of the
diffracting material, but also the elastic
strain tensors. It is important for the DAXM
technique using submicrometer-diameter
microbeams that full diffraction patterns
are obtained from each segment along the
beam without sample rotation. Only the
point at the center of rotation would re-
main within the submicrometer width of
the x-ray beam if the sample were rotated
(see Figure 3).

Applications of DAXM to 
Three-Dimensional X-Ray
Microstructures
Polycrystalline Grain Structure

Figure 4 provides an initial example of
3D submicrometer-resolution DAXM im-
aging of local grain structure, where an
Al(1at.%Fe,Si) polycrystal was probed using
DAXM, and the grain orientations deter-
mined were coded by color for display.23

Local crystal orientation measurements
were obtained over the 3D volume shown
by performing DAXM line scans on a 5 � 6
array of points with 1 �m lateral spacing.
The 3D array of diffraction patterns for the
5 �m � 6 �m � 33 �m volume of the

sample shown was computer-indexed
and analyzed to obtain the local crystal
orientation for each point. Figure 4a is an
opaque, color-coded representation of
local crystal orientations for each of the
990 sites in the volume; this provides a
micrometer-resolution 3D computer map
of the grain orientations, sizes, and mor-
phologies. In Figure 4b, the layers have
been separated vertically to reveal the in-
terior of the grains within the measured
volume. Since the orientations at each
point are determined to an angular accu-

Figure 3. Schematic illustration of the differential-aperture x-ray microscopy (DAXM)
technique to obtain inter- and intragranular Laue diffraction patterns from submicrometer
increments along the microbeam. DCCD is the distance from the detector to the profiler wire,
and DXR is the distance from the x-ray microbeam to the profiler wire.The intensity change
between images collected with the wire at positions a and b provides the intensity Ia – Ib
(hatched areas).The intercept of the CCD pixel/wire-edge ray and the incident beam
determines the origin of the intensity difference.

Figure 4.Three-dimensional orientation
mapping of crystal grains in an Al
polycrystal obtained using DAXM.The
color-coded marker positions
correspond to micrometer spacing in
each direction. (a) Array (6 � 5 � 33) of
micrometer-spaced measuring points,
showing two larger grains (red and blue)
and several smaller grains; (b) same
array as in (a), but with the vertical axis
expanded to show inner structure;
(c) enlargement of the blue grain in (a),
showing morphology and absence of
subgrains; and (d) enlargement of
green and yellow grains in (a), where
the different shadings show the
presence of subgrains.
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racy of �0.01�, detailed information on the
presence of subboundaries and rotational
(i.e., plastic) strain within grains is avail-
able as well. Figure 4c shows the morphol-
ogy of the blue grain isolated from the full
volume; the variation of angular orienta-
tion is less than 0.1� within this grain. Fig-
ure 4d shows the presence of subgrains
within the yellow and green grains by en-
hancing the angular sensitivity of the
false-color images; the subgrains dis-
played have angular variations of �0.5�.
These results demonstrate the potential
for investigating a wide range of size and
morphology characteristics of grains, grain
boundaries, grain-boundary junctions, and
intra- as well as intergranular subgrain and
plastic deformation distributions. Funda-
mental investigations of thermal grain
growth in three dimensions are in progress
using this technique.

Strain Tensors and Strain Gradients
Figure 5 demonstrates the ability of

DAXM to depth-resolve diffraction patterns
that have continuously varying rotations.
The length of the elongated diffraction
spots in the “depth-integrated” Laue dif-
fraction pattern (Figure 5a, top) indicates
the angular range of rotations encountered
by the beam as it penetrated through the

silicon plate cylindrically bent to a radius
R of 3.3 mm; however, the streaks do not
provide information on the depth distri-
bution of the rotations. Figure 5a (bottom)
shows superimposed “depth-resolved”
diffraction patterns obtained using DAXM
for two positions along the beam penetra-
tion direction. The depth positions corre-
spond to a 1 �m increment at the top
surface and a 1 �m increment at the bot-
tom surface of the 25-�m-thick sample. As
emphasized by the enlarged views of the
(008) and ( ,1,11) Laue reflections in Fig-
ure 5a (bottom), two separate spots now
appear at positions corresponding to the
end points of the elongated streaks in the
depth-integrated diffraction pattern in
(Figure 5a, top). Therefore, DAXM pro-
vides full diffraction patterns for micro-
meter depth increments that can be
analyzed to obtain both the orientation
and the elastic strain state for each depth
increment.

Since Si is brittle and does not plastically
deform at room temperature, a large elastic
tensile strain is generated in the x direction
at the top surface, and a large compressive
strain is generated in the x direction at the
bottom surface (see Figure 5b). Figure 5c
shows the depth-dependence of the devia-
toric strain for the bent Si (symbols) and

3

for a flat Si single crystal (lines). The strain
along the bend direction is large and posi-
tive at the top (�3 � 10–3) and large and
negative at the bottom. The solid lines are
the results of similar strain measurements
made on a flat (i.e., unstrained) sample; the
fluctuations around zero show the �10–4

uncertainties in the strain measurements.
Since the y component of the full (dilata-
tional plus deviatoric) strain vanishes for
cylindrical bends, the yy values provide a
direct measurement of the homogeneous
dilatation strain as a function of depth.
The fact that yy is not zero indicates the
presence of shear stresses generated by the
cylindrical bend.

Obtaining full diffraction patterns for
submicrometer voxels in three dimensions
is key to the DAXM technique; this result
demonstrates that local orientations and
strains can be determined simultaneously,
even under the most general conditions,
including continuous gradients.

Monochromatic DAXM
An energy-scanning monochromatic

adaptation24 of DAXM has been developed
that is complementary to the polychromatic
technique in that it provides absolute lat-
tice parameters. By inserting the mono-
chromator into the synchrotron x-ray
beam before it strikes the K–B mirrors (see
Figure 1), a monochromatic microbeam is
focused onto the sample. This makes it
possible to perform an energy versus
depth scan on a single Bragg reflected
beam; knowledge of the beam energy
(wavelength �) and measurement of the
scattering angle 2� determine the lattice
spacing using the Bragg equation de-
scribed earlier. This mode is fully 3D and
provides the absolute lattice parameter
and tilt orientation of the Bragg reflecting
plane as a function of depth along the mi-
crobeam. Monochromatic DAXM meas-
urements have been demonstrated in a
study of the surface normal ( zz) strain and
anticlastic bending in cylindrically bent Si
plates.24 Monochromatic DAXM will likely
find wide application, as it does not require
a white (i.e., polychromatic) beam and is
generally simpler to perform than the
polychromatic DAXM technique.

Plastic Deformation Microstructure
under Nanoindents

The ability to extract local lattice orien-
tations from a continuous distribution of
orientations provides a direct nondestruc-
tive technique for investigating plastic de-
formation in ductile materials.25–28 Figure 6
provides an overview of how polychro-
matic DAXM measurements yield direct,
quantitative information on lattice rota-
tions along the microbeam direction. Fig-

�

�	

�	

Figure 5. (a) Depth-integrated and depth-resolved Laue diffraction patterns. (b) Schematic
illustrations of the geometry for spatially resolved measurement of the orientation and strain
tensors in a cylindrically bent Si plate; t is the thickness of the bent plate, R is the radius of
the bent plate, and xx is the normal strain in the x direction. (c) Depth-resolved measure-
ments of the diagonal components of the deviatoric strain tensor, providing the normal
deviatoric strain in the x, y, and z directions.The solid lines show data for the flat Si plate,
while the symbols are data for the bent Si sample.

�



174 MRS BULLETIN/MARCH 2004

Three-Dimensional X-Ray Structural Microscopy Using Polychromatic Microbeams

ure 6a depicts a microbeam entering the
surface of a Berkovich (pyramid-shaped)
nanoindent in a Cu single crystal.27,28 Fig-
ure 6b shows a side-view schematic of the
microbeam as local Bragg reflections probe
the lattice rotations as a function of depth
under the sharp edge of the indenter. Since
polychromatic beams produce a specular
(mirrorlike) Bragg reflection off lattice
plane orientations at each depth, the trian-
gular shape of the Laue diffraction spots
in Figures 6c and 6f signifies a complex
and highly inhomogeneous “distribution”
of local lattice rotations as a function of
depth under the indenter. This complex
pattern (with strong intensity variations
incorporated in the triangular streaks) is
in strong contrast to the simple streak
pattern associated with the small, continu-
ous, one-dimensional rotations as a func-
tion of depth observed for the cylindrically
bent Si in Figure 5. However, just as was
demonstrated for the top and bottom
micrometer-depth layers of Si in Figure 5,
each micrometer of depth in the indented
Cu produces a complete Laue diffraction
pattern with a particular orientation that
is extracted by the DAXM profiling analy-
sis.28 For instance, the DAXM analysis of
the streaked diffraction pattern (plotted
quantitatively in degrees in Figure 6d)
showed that the lattice orientation at the

surface (i.e., where the microbeam entered
the sample) corresponds to a rotation of
the Bragg reflection to position s (surface)
in Figures 6c and 6d. The DAXM analysis
in Figure 6d indicates that the indent de-
formation rotates the lattice several addi-
tional degrees in the next 3 �m (upward
along the dotted arrow from point s) indi-
cated by the four micrometer-spaced
open-circle symbols. Since no circles ap-
pear along the direction of the downward-
pointing dashed arrow in Figures 6c and
6d, it can be inferred that the lattice rotates
6.5� in less than 1 �m at this depth. The
fact that the orientations (i.e., circles in Fig-
ure 6d) return to near the undeformed po-
sition (x) for depths of about 12–15 �m
into the crystal indicates that the indent
deformation is quite small at these depths
and this position. The micrometer-by-
micrometer lattice orientation changes are
presented quantitatively in Figure 6e,
where the magnitude of the angular mis-
orientations along the beam direction are
plotted on a log scale. The approximate
crystallographic axis of rotation is indi-
cated for each step as well, showing sev-
eral well-defined rotation axes with sharp
changes in direction.

The important point is that DAXM pro-
filing provides complete orientation infor-
mation for each micrometer step along the

beam. By making such measurements on
an array surrounding the indented area,
the entire deformation pattern below the
indenter can be determined quantitatively
with micrometer resolution in three dimen-
sions. This type of data provides direct in-
formation for fundamental studies of the
deformation process and a direct input for
comparison with finite element and multi-
scale modeling of deformation under
indents and testing of strain-gradient
theories.3–5,29,30

Thin-Film Layered Structures
Epitaxial thin films on crystalline sub-

strates, buffer layers between films and
substrates, and barrier-coated substrates
represent large classes of technologically
important film structures.31,32 Penetrating
x-ray microbeams make it possible to ob-
tain, simultaneously, epitaxy and grain-
structure information on thin films, buffer
layers, and substrates from their super-
imposed Laue patterns without direct
depth resolution. For instance, grain-by-
grain microbeam diffraction studies of the
epitaxy of CeO2 films on roll-textured Ni
substrates have provided combinatorial-
like information on the surface–miscut
angle-dependent (i.e., vicinal angle) epitaxy
of CeO2 on Ni grains.33 The changes in
intergranular rotation induced by the spe-

Figure 6. (a) Atomic force micrograph of a Berkovich (pyramid-shaped) nanoindent in a Cu single crystal. (b) Schematic illustration of the probe
geometry of the microbeam. (c) Laue diffraction pattern of the indent. (d) DAXM analysis of the streaked diffraction pattern in (c), plotted
quantitatively in degrees; (e) log-scale plot of rotations per micrometer and rotation axes; and (f) enlarged (hhh) reflection for the microbeam
position. See text for details.
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cific CeO2 epitaxy have been used to cal-
culate the improvement in percolation
(continuity) paths for superconducting
currents, using 5� as the limit for weak-
link generation.

Figure 7 shows33 that the changes can be
significant as 2D percolation paths (paths
of continuity denoted by continuous re-
gions of a single color in both vertical and
horizontal directions) arise within the inter-
granular orientations of CeO2 buffer layers

on Ni, while percolation paths based on
the intergranular orientations of the vicinal
Ni surfaces provide only 1D (horizontal,
in this case) percolation paths. Although a
number of important 2D or pseudo-3D
x-ray microbeam investigations have been
performed,34,35 they are outside the focus
of 3D microscopy in this article.

Future Outlook
X-ray structural microscopy is still in its

infancy as compared with, for example,
transmission electron microscopy, which
has been under development for some
50 years and is still experiencing remark-
able advances. Similarly, electron back-
scattering microscopy is now a relatively
mature technique that remains the subject
of ongoing and rapid advancements. As
the development of synchrotron sources,
x-ray focusing optics, CCD detectors, and
advanced x-ray structural diffraction and
analysis methods continue, x-ray structural
microscopy techniques can be expected to
become both more powerful and easier 
to apply and, as a result, to find wide
application.

For optimizing the DAXM technique,
the development of parallel depth-profiling
schemes will be important, as will
advanced data handling and analysis
techniques to obtain near-real-time visuali-
zation of results. Of even greater impor-
tance, however, will be the design of new
types of experiments in concert with theory,
computer simulations, and multiscale
modeling, so that observations of material
microstructure and evolution can be used
to provide critical tests of fundamental
materials issues on mesoscopic length
scales.4,5,29,30
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