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Phase contrast scanning 
transmission electron microscopy 
imaging of light and heavy atoms at 
the limit of contrast and resolution
Emrah Yücelen, Ivan Lazić & Eric G. T. Bosch

Using state of the art scanning transmission electron microscopy (STEM) it is nowadays possible to 

directly image single atomic columns at sub-Å resolution. In standard (high angle) annular dark field 
STEM ((HA)ADF-STEM), however, light elements are usually invisible when imaged together with 

heavier elements in one image. Here we demonstrate the capability of the recently introduced 

Integrated Differential Phase Contrast STEM (iDPC-STEM) technique to image both light and heavy 
atoms in a thin sample at sub-Å resolution. We use the technique to resolve both the Gallium and 
Nitrogen dumbbells in a GaN crystal in [1011] orientation, which each have a separation of only 63 pm. 
Reaching this ultimate resolution even for light elements is possible due to the fact that iDPC-STEM is a 
direct phase imaging technique that allows fine-tuning the microscope while imaging. Apart from this 
qualitative imaging result, we also demonstrate a quantitative match of ratios of the measured 
intensities with theoretical predictions based on simulations.

Without any doubt (scanning) transmission electron microscopy ((S)TEM) is one of the most powerful structural 
characterization tools available to numerous science and engineering disciplines. �anks to their negative charge, 
strong interaction occurs between the probing electrons and the electric �eld produced by the atoms, thereby 
making (S)TEM a tool that is uniquely suited for visualization of structures composed of di�erent elements, from 
the very lightest to the very heaviest.

In the past 20 years the �eld of electron microscopy witnessed a drastic jump in the resolving power of trans-
mission electron microscopes from about 200 pm to 50 pm1. �e resolution limits imposed by the limitations of 
electromagnetic round lenses, have been overcome by successful construction and integration of aberration correc-
tion units into electron microscopes2. �is increase in resolution resulted in increased measurement precision and 
development of new possibilities for analysis at the atomic scale. Nowadays, there are many examples of atomic scale 
imaging of nanostructures such as direct observation of the morphological changes of Pt nanoparticles surfaces dur-
ing catalytic cycle3, the structure of dislocations in GaN4, structural anomalies such as octahedral tilting and strain in 
perovskites5 and piezoelectric polarization in semiconductor heterojunctions6, to name but a few.

Conventional (S)TEM imaging techniques provide atomic scale images of the phase of the transmission func-
tion, which can be interpreted as the projected potential for a thin sample, through di�erent contrast transfer 
mechanisms. �ese contrast mechanisms are, in general, nonlinear (e.g. the contrast transfer depends on the 
sample itself, whereas a necessary (but not su�cient) condition for linear imaging is that it doesn’t) but in some 
special cases they are or can be made either approximately or completely linear.

One technique that is approximately linear is (high-angle) annular dark �eld, (HA)ADF-STEM. �e observed 
contrast for this technique linearly images the square of the phase of the transmission function7–10. For thin sam-
ples this phase is directly proportional to the (projected) electrostatic potential. �e result is an imaging technique 
that images roughly the square of the atomic number Z. �is is why (HA)ADF-STEM is commonly referred to as 
Z-contrast imaging but it is at the same time also the reason why it is insensitive to light elements such as O, N, C, 
B and Li when imaged together with heavier atoms like Si, Ga, Sr, Au etc. �e ultimate resolution of modern aber-
ration corrected (S)TEM instruments can therefore o�en only be shown for elements of relatively high scattering 
power because of this insensitivity of (HA)ADF-STEM to light elements.
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Apart from conventional techniques, also non-conventional STEM techniques were proposed to retrieve the 
phase from recording the whole CBED pattern or parts of it, such as e.g. Ptychography11,12 or its variants13–16. 
Although promising, numerically appealing and producing results, there are still challenges regarding these 
methods to be addressed. �ey involve sometimes iterative reconstruction schemes, which are not always con-
verging17, are restricted to the weak phase object approximation14,15, and deal with ill-conditioned problems such 
as deconvolution14–16.

In this work we use a recently introduced novel scanning transmission electron microscopy technique called 
integrated di�erential phase contrast STEM (iDPC-STEM) imaging18, which is truly linear for thin samples 
(where a sample is considered thin if the result of a mono-slice simulation does not di�er signi�cantly from 
the multi-slice image of the sample, see also the supplementary material). The iDPC-STEM method is an 
extension of the standard DPC-STEM technique19 and enables direct imaging of the phase of the transmission 
function for non-magnetic samples. For thin samples, this yields an image that is directly interpretable as the 
(projected) electrostatic potential. �erefore, as direct imaging of this phase has always been one of the ulti-
mate goals of electron microscopy9,20–23, iDPC-STEM comes close to achieving this goal. �e resulting contrast is 
now roughly proportional to the atomic number Z, which drastically improves the detectability of light elements 
among heavy elements in one image. As an example, this enabled the precise mapping of the oxygen positions in 
NdGaO3-La0.67Sr0.33MnO3 which determine critical behavior of the material24.

An iDPC-STEM image, representing the scalar electrostatic potential �eld of the sample, is obtained by inte-
gration of the vector image acquired by DPC-STEM, (consisting of two components, viz. DPCx and DPCy), rep-
resenting the vector electric �eld of the sample8,18,25–27. �e acquisition of an iDPC-STEM image is, in its simplest 
form, enabled by a 4-quadrant detector. As we will see, this already fully enables live imaging of light and heavy 
elements together at the ultimate resolution. Moreover, using an HAADF detector, conventional ADF-STEM 
images can also still be recorded simultaneously and therefore both techniques together can be used to determine 
e.g. the unit cell contents of crystalline samples.

In the iDPC-STEM technique the signal to noise ratio (SNR) is superior compared to ADF-STEM imaging 
and also to other phase contrast high resolution TEM imaging as was recently demonstrated for imaging of 
dose-sensitive materials like zeolite and biological materials8,28. �ere are two main reasons for this. �e �rst 
reason is that all available electrons are used during measurement of the center of mass (COM) of the convergent 
beam electron di�raction (CBED) pattern (using either a camera or a segmented detector), which is linear in 
the electric �eld at the position of the probe. �e second, more important, reason is the physical regularization 
enforced by the integration process of the vector �eld. Only the conservative part of the vector �eld image (the 
part that can be written as the gradient of a scalar �eld) contributes to the iCOM- or iDPC-STEM image, while 
the non-conservative part of the �eld will be suppressed. �e electrical �eld is conservative and survives the inte-
gration processes, whereas the noise has a (large) non-conservative part which will be removed.

In this work we demonstrate imaging at the limit of contrast and resolution on Wurtzite GaN samples pre-
pared in two di�erent orientations ([1011] and [1120]) using ADF-STEM and iDPC-STEM simultaneously. �ese 
orientations were chosen because they show the lighter Nitrogen atoms at non-symmetrical positions between the 
Gallium atoms, enabling us to confirm that we are looking at real atom columns and not at artifacts. With 
iDPC-STEM we will straightforwardly overcome the challenge of revealing light N next to heavy Ga columns in 
a single image, and demonstrate resolution of at least 63 pm for both elements. Being able to have both techniques 
live on the screen during acquisition also enables live focusing and �ne-tuning of the probe, which is crucial to 
reach the limits of contrast and resolution.

Results
Acquisition and iDPC-STEM imaging. �e experimental setup for simultaneous iDPC- and ADF-STEM 
imaging is presented in Fig. 1. An aberration corrected �ne electron probe focused on the sample forms a CBED 
pattern in the far �eld, also sometimes called a Ronchigram. �e far �eld plane is in practice brought to a �nite 
distance using a lens projector system (not shown in the �gure), e�ectively, to its back focal plane.

Without a sample, the CBED pattern is just an image of the beam limiting aperture. �e illuminated far �eld 
area de�ned this way is called the bright �eld (BF) region, and is o�en referred to as the BF disk because the beam 
limiting aperture usually has a round shape. �is situation is shown in Fig. 1a.

When a sample is present, as shown in Fig. 1b, electrons are scattered due to the presence of electromagnetic 
�elds caused by the atoms in the sample. For non-magnetic samples the electrostatic potential �eld results in a 
phase shi� of the electron wave passing through the sample. �is phase shi�, in turn, alters the intensity dis-
tribution in the CBED pattern and it was shown29,30 that there is a linear relation between the gradient of this 
phase shi� and the position of the center of mass (COM) of the CBED pattern (indicated in the detector plane in 
Fig. 1b); this was also rigorously mathematically proven8,18.

For thin samples, the phase shi� is directly proportional to the (projected) electrostatic potential in the sam-
ple. �erefore, its gradient is directly proportional to the (projected) electric �eld of the thin sample, and can be 
directly imaged by recording CBED patterns over the sample at probe positions r  and computing COM vectors, 
forming a COM-STEM vector image I r( )COM . �is is because the electric �eld E r( ) is a conservative vector �eld, 
i.e. E r( ) 0∇ × = , and therefore an electrostatic potential �eld rV( ) exists such that = −∇E r rV( ) ( ). Similarly, 
a scalar integrated COM or iCOM-STEM image, rI ( )iCOM , exists such that the COM-STEM vector image is its 
gradient: = ∇I r rI( ) ( )COM iCOM .

�e resulting integrated image directly represents the electrostatic potential of the sample and the �nal con-
nection between the iCOM image and the electrostatic potential of a thin sample is given in the Fourier domain 
by8



www.nature.com/scientificreports/

3SCIENTIFIC REPORTS | (2018) 8:2676 | DOI:10.1038/s41598-018-20377-2

  
π

ψ σ= ⋅r k r k r kI V{ ( )}( )
1

2
{ ( ) }( ) { ( )}( )

(1)
iCOM

in
2

where r( )inψ  is the electron input wave (the probe) at the sample, me h2 / 2σ π λ=  is a constant containing the 
(relativistic) mass m, charge e e= , and the wavelength λ, of the electron and h is Planck’s constant. Eq. (1) has the 
form required for ideal linear imaging (see Sec. 1.3 in ref.8). �e �rst factor in (1) is the contrast transfer function 
(CTF), which is essentially the Fourier transform of the intensity of the probe in this case. �e second factor con-
tains the object, ϕ σ=r rV( ) ( ) which for thin samples is the phase of the transmission function, rT e( ) ri ( )= ϕ . 
�is is why iCOM-STEM can be considered as a direct phase imaging technique, which has always been the 
ultimate goal of electron microscopy22. Note that (1) is not valid at k = 0, corresponding to the fact that the elec-
trostatic potential is also only de�ned up to an arbitrary constant and its reference level can be chosen freely.

�e COM- and iCOM-STEM images are ideal versions of DPC- and iDPC-STEM8,18 images, respectively. Unlike 
the former, the latter are trying to capture the COM vector with only a few detector segments. �e reason for apply-
ing this approach, described in more detail in the methods section and the supplementary material, is that pixelated 
detectors, although already used for this purpose31, currently are not yet up to speed for live imaging. Besides, if 
a complete CBED pattern is recorded at every position, the amount of data obtained becomes very large. It was 
shown8,18 that segmented STEM detectors, such as the 4-quadrant DF4 detector used for conventional DPC imaging 
shown in Fig. 1, provide a fast and, above all, accurate representation of the true COM movement.

Acquisition and ADF-STEM imaging. As indicated in Fig. 1b a small fraction of the electrons are also 
scattered outside of the BF area, to the dark �eld (DF) region. �ese parts of the CBED pattern are caught by the 
high angle annular dark �eld (HAADF) detector in order to form an (HA)ADF-STEM image if required. For our 
measurements the camera length of the projection system was set to such a value that the bright-�eld disk, and a 
su�cient part of the DF area, passes through the hole of the HAADF detector and is detected by the segmented 
DF4 detector. �e resulting range of collection angles for the HAADF detector is 50–200 mrad, making this e�ec-
tively an ADF detector at this camera length.

Although the electrons that end up in DF should theoretically all be included in a precise detection of the 
COM, detecting part of the DF region on a separate annular dark �eld (HAADF) detector to enable simultaneous 
ADF- and iDPC-STEM imaging has a negligible e�ect on the COM measurement. �is is the case as long as the 
inner angle caught by the (HA)ADF detector is su�ciently larger than the outer angle of the BF disk. �is is the 
case with the inner angle of 50 mrad at the opening angle of 29.4 mrad that was used in our experiments.

Figure 1. Schematic representation of the experimental setup. (a) Focused probe without sample. (b) Focused 
probe with a sample.
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Simultaneous iDPC- and ADF-STEM imaging of [1011] and [1120] oriented GaN. To achieve the 
best available resolution in STEM mode, probe aberration correction is employed and aberrations are reduced 
such that the optimal usable convergence angle is 29.4 mrad. Together with the source size this results in a probe 
that is small enough to resolve a spatial resolution of at least 60 pm.

Figure 2 shows raw (i.e. un�ltered/not CTF corrected) iDPC- and ADF-STEM images for a Wurtzite GaN 
crystal in [1011] and [1120] projection as they appear on the screen during acquisition. Especially the [1011] pro-
jection demonstrates the resolution, as in this projection the Gallium atoms appear in pairs at a distance of 63 pm, 
which are resolved in all images.

�e iDPC-STEM image in Fig. 2b, however, not only shows the Gallium but also the Nitrogen columns, which 
also appear in pairs at the same distance of 63 pm and 79 pm away from the Ga pairs. Up till now, only the separation 
between the two Ga atom columns has been directly shown using (HA)ADF-STEM imaging with an aberration 
corrected probe32,33. Due to the lower scattering power of N atoms, the two N columns have never directly been 
observed, and, hence, the separation between the two has also never been directly resolved in (HA)ADF-STEM. 
Instead, only a weak asymmetric shoulder due to the presence of the N atoms has been observed under extreme 
high SNR conditions achieved by employing, e.g. high beam currents or longer acquisition times. In Fig. 2b the two 
Nitrogen columns are everywhere recognizable (cf. also the line pro�le given in Supplementary �g. S3e).

�e ADF- and iDPC-STEM images are recorded simultaneously and appear live on the screen. �at fact 
enables proper focusing and precise �ne tuning of the probe which is key to reach this high resolution. Even a�er 
the best �ne tuning of the ADF-STEM conditions, the resulting ADF image contrast is not enough to reveal the 

Figure 2. (a) ADF-STEM and (b) iDPC-STEM images of a GaN crystal in [1011] orientation. (c) ADF-STEM 
and (d) iDPC-STEM image of a GaN crystal in [1120] orientation. ADF- and iDPC-STEM images were recorded 
simultaneously in both cases. Beam current is 10 pA in all cases; the dwell time is 20 µs in (a,b), and 10 µs in 
(c,d); beam opening angle 29.4 mrad FOV is 6.2 nm. All images are shown as they appear live on the screen 
without any post-processing.
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N dumbbells, let alone resolve them. Seeing the N- next to the Ga-dumbbells in iDPC-STEM provides further 
focusing and �ne tuning possibilities which resulted in the images presented in Fig. 2.

�e di�erence in visibility of the N atomic columns between the two techniques can be qualitatively understood 
(and will be analyzed quantitatively later in the text). In ADF-STEM, the square of the electrostatic potential is 
imaged7,18 (see the methods section). Hence, the resulting signal is roughly proportional to the square of the atomic 
number, Z, and the resulting contrast is therefore roughly (31/7)2 ≈ 20. For iDPC-STEM, on the other hand, the 
signal is roughly linear in Z and the contrast is (31/7) ≈ 4.5. �is means that a higher dynamic range is needed in 
ADF-STEM to reveal the N columns together with the Ga columns. �e dynamic range of the detector is large 
enough to accommodate the factor 20 but achieving the necessary SNR is challenging given the weak DF signal.

As the DF signal is orders of magnitude weaker than the BF signal, the ADF-STEM image is much more prone to 
shot noise than the iDPC-STEM image. �e shot noise cannot easily be reduced without compromising the ultimate 
resolution (e.g. by using a higher beam current or longer dwell times). �e resulting SNR is not large enough to show 
both Ga and N at the same time with ADF-STEM. �e iDPC-STEM signal has a much better SNR, which together 
with the much lower contrast between Ga and N enables imaging of both species at the same time.

�e 3 pm pixel size and 2048 × 2048 scan grid result in a �eld of view (FOV) of 6.2 nm, which is large enough 
to be able to directly study e.g. lattice defects and imperfections (not present in these images). It would be di�cult 
to reach a similar FOV with comparable pixel sizes such as presented in this work, with a ptychographic recon-
struction and have it shown live on the screen as the amount of data that needs to be recorded is a few orders of 
magnitude higher than what is required for iDPC-STEM imaging, and an o�-line reconstruction needs to be 
computed. Recently a ptychographic reconstruction of GaN in [1120] orientation was presented by Yang et al.13 
showing both Gallium and Nitrogen columns. �eir reconstruction, however, shows Ga columns that are at some 
places weaker than the N columns and with inverted contrast at some places. In the iDPC-STEM images of 
Fig. 2b,d the Ga columns are everywhere brighter than the N columns next to them, demonstrating that the 
resulting image is free of artifacts and directly interpretable.

Another bene�t of direct linear imaging of the electrostatic potential is its ability to reveal low frequency infor-
mation caused by e.g. sample thickness variations, build-in potentials, contamination, strain at interfaces, surface 
modi�cation related to sample preparation, beam damage, etc. �erefore, the low frequency signal provides use-
ful information, although sometimes it can be undesired or overwhelming depending on the application. In our 
case in Fig. 2 raw images are shown, containing complete information about the sample. In the supplementary 
material we also show the e�ect of high-pass �ltering, which is the standard remedy whenever low pass informa-
tion is irrelevant or undesired in (S)TEM.

As the contrast transfer of both ADF- and iDPC-STEM is positive de�nite when in focus, and well under-
stood7,8,18, it is also possible to correct for the contrast transfer function (CTF). Both techniques have a CTF 
that is proportional to the Fourier transform of the intensity of the probe, which is discussed in more detail in 
the methods section. For iDPC-STEM it is given by (1) or to be precise by (3) in the methods; for ADF-STEM 
the di�erence in the CTF is the proportionality constant, Eq. (4) in the methods. �is constant is still slightly 
sample-dependent (see supplementary material) and hence makes ADF-STEM a weakly nonlinear technique. 
Note that the fact that the CTF is basically the Fourier transform of the intensity of the probe follows from the 
same theory as for the other techniques, which assumes a fully coherent source and does not include inelastic 
e�ects. Nevertheless, the inelastically scattered electrons (e.g. by inner-shell ionizations) still contribute to the 
signal in ADF-STEM and are also needed in order to reproduce the measured SNR. �ere is no such contribution 
for iDPC-STEM, as the inelastically scattered electrons are not able to shi� the COM as the majority of inelastic 
processes have no preferred azimuthal direction.

CTF correction (i.e. deconvolution) is in principle achieved by dividing the Fourier transform of the image 
with the known CTF and then transforming back. Unlike in TEM or BF-STEM, the only region where the CTF is 
zero in iDPC- and ADF-STEM is the region beyond the spatial frequency corresponding to two times the open-
ing semi-angle of the beam. �at region, therefore, contains noise only and can be safely �ltered out. �e regions 
where the CTF is close to zero should also be avoided as dividing by these small values will result in blowing up 
the noise at high spatial frequencies (a well-known problem with deconvolution in general). A low pass �lter 
parameter is therefore de�ned to keep us within a safe distance from the region where the CTF becomes close 
to zero, together with a parameter de�ning up to which frequency we would like to correct, and a �at plateau in 
between. Full details of the applied CTF correction are explained in more detail in the supplementary material.

Figure 3 shows the lattice structure of GaN in both orientations together with a matching cut-out from corre-
sponding iDPC images taken at a higher magni�cation than Fig. 2, and corrected for the CTF. Furthermore, as we 
mentioned above, some high-pass �ltering is applied, which reduces the background low-frequency information 
which is due to sample thickness variations and topological changes due to build-up of contamination and sur-
face modi�cation related to sample preparation. Comparison of images with CTF correction and images that are 
just low-pass �ltered (shown in the supplementary material in Figs S3 and S4, respectively) shows that the e�ect 
of CTF correction is dominant in making the nitrogen dumbbells become more pronounced and well resolved.

�e resulting images clearly show that iDPC-STEM is able to resolve the complete structure of the GaN crystal 
in both orientations, including the positions of the nitrogen columns. Figure 3 proves directly and in real space that 
the microscope reaches a resolution of at least 63 pm both for light and heavy elements as they are imaged together 
within one iDPC-STEM image. At the same time it proves that, even at this very challenging edge of contrast and 
resolution, the limitations of ADF-STEM imaging (i.e. the object, and low SNR) are fully overcome by iDPC-STEM.

Further quantitative analysis is possible if we analyze line pro�les across the columns. Figure 4 shows the full 
(uncropped) iDPC-STEM image (Fig. 4a) of GaN in [1011] orientation corresponding to Fig. 3d together with the 
corresponding simultaneously recorded ADF-STEM image (Fig. 4b). Also shown are line pro�les (Fig. 4c), taken 
at one speci�c location, and approximately 1.5 nm (4 unit repetitions) long, as indicated in the images. �e iDPC 
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pro�le clearly shows both the Ga and N dumbells which are nicely separated. �e ADF signal shows only some-
thing of a shoulder with some wiggles, caused by the deconvolution on the much noisier raw ADF signal (line 
pro�les of the raw images are included in the supplementary material). Further quantitative comparison of the 
line pro�les in Fig. 4c shows that the contrast between Ga-Ga atom columns is roughly 2.5 times larger in the 
ADF- than in the iDPC-STEM image. �is can easily be understood as the contrast in the ADF-STEM image is 
approximately the square of the contrast in a linear iDPC-STEM image resulting in narrower intensity peaks 
which have less overlap. �e price to pay for this higher contrast, however, is the decrease in the sensitivity to the 
light elements in ADF-STEM image.

�e crystallographic positions of Ga and N are also indicated in the line pro�le plots. �e signal ratios between 
Ga and N atomic columns can be computed numerically from a STEM image simulation7,34. �e peak intensities 
for a simulation containing single N and Ga atoms, using the atomic potentials from Kirkland34 yield a ratio of 
0.35 for iDPC-STEM (solid blue dots in Fig. 4c) and 0.09 for ADF-STEM (open blue dots in Fig. 4c). As the GaN 
crystal in [1011] orientation has equal numbers of Ga an N in each column, the same ratios are also to be expected 
from the peak intensities for the crystal. �e peak ratio obtained in Fig. 4c con�rms this with high accuracy for 
the iDPC signal while it is slightly underestimated for the much noisier raw ADF signal.

Figure 5 shows a comparison between the experimentally obtained iDPC-STEM image and a multi slice sim-
ulation using a GaN crystal sample in [1011] orientation with a thickness of 7.5 nm. Figure 5a shows the raw 
experimental image inserted in the simulated image, the experimental image is still recognizable as it contains 
low-frequency information not present in the simulation; Fig. 5b shows the same a�er CTF correction and 

Figure 3. (a) Schematic representation of GaN crystal in [1120] direction. (b) Schematic representation of GaN 
crystal in [1011] direction. (c) iDPC-STEM image (CTF-corrected and high pass �ltered) of GaN [1120] and (d) 
iDPC-STEM image (CTF-corrected and high pass �ltered) of [1011] GaN. FOV is 2.0 nm. In (c) some features 
are visible that can be attributed to the fact that this sample for the [1120] orientation was slightly thicker than 
the other orientation. Based on simulations we estimate the thickness to be around 15 nm whereas it is around 
7 nm for the[1011] orientation.
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�ltering where the experimental image in the center is hardly distinguishable from the simulation surrounding it. 
�e thickness of 7.5 nm was judged to give the best match from a set of simulations at di�erent sample thick-
nesses, in the supplementary material results for two di�erent thicknesses are included. �e line pro�les in Fig. 5c 
also con�rm that the simulations and the experiment match closely.

Discussion
We demonstrated the use of the direct phase imaging technique iDPC-STEM, its capability of imaging at a large 
�eld of view and showing light and heavy elements together, at the limit of contrast and resolution. �e raw 
iDPC-STEM images of GaN as recorded without any post-processing reveal all relevant information, which is due 
to the possibility to focus and �ne tune the probe on the �y during imaging. If desired the appearance of the rele-
vant information, which, in this case reveals the crystal lattice of GaN in two di�erent orientations ([1120] and 
[1011]) can be further perfected either during or a�er the acquisition, by applying standard image processing 
techniques like �ltering and CTF correction. We demonstrated that resolution and contrast are also quantitatively 
accurate by obtaining the correct distances between the atoms and correct relative intensities of the atomic col-
umns as predicted from simulations. As a reference, simultaneous ADF-STEM imaging was performed, where 
only heavy elements are revealed. We explained the results in both type of images by pointing out the appropriate 
formulation of the imaging formation process and indicating the objects and the CTFs explicitly.

Although in this work we concentrated on standard ADF- and iDPC-STEM imaging, all other DPC family 
images are simultaneously available. For completeness, the full “family” portrait is given in the supplementary 
material (Fig. S5).

Figure 4. (a) iDPC- and (b) ADF-STEM images of GaN in [1011] orientation. Both images are CTF corrected 
using (1) and high pass �ltered such that the large scale variatons are suppressed (same parameters as in Fig. 3). 
�e FOV is 3.1 nm. (c) Normalized intensity pro�le plots of iDPC- (solid line) and ADF-STEM (dashed line) 
along the indicated red dashed lines. �e green dots indicate the position and expected intensity (based on 
numerical simulations) of the Ga columns, the solid blue dots correspond to the N columns and expected 
intensity in the iDPC signal, the open blue dots correspond to the expected intensity of the ADF-STEM image.
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Methods
Experimental. An aberration corrected FEI �emis 80–300 operated at 300 kV with convergence semi-angle 
of 29.4 mrad was used. With these settings the highest obtainable theoretical resolution is 33.5 pm (corresponding 
to k2 BF in the Fourier domain where kBF is the frequency corresponding to the opening semi-angle of the beam. 
�is does not include the e�ect of the �nite source size). �e probe corrector is able to correct aberrations up to 
5th order spherical aberration, C5. �e following aberration coe�cients were measured; A2 = 21 nm, B2 = 9 nm, 
C3 = −200 nm, A3 = 102 nm, S3 = 211 nm, A4 = 10.7 µm, D4 = 8.2 µm, B4 = 5.7 µm, C5 = 614 µm, A5 = 199 µm, 
S5 = 5 µm, and R5 = 21 µm (notation a�er Haider et al.35). Defocus, C1, and two-fold astigmatism, A1, were man-
ually optimized. �e illumination angle was chosen in order to balance the impact of the di�raction limit against 
residual coherent aberrations and, considering the defocus spread of 1.68 mm · eV, to minimize probe tails that 
would arise if a too large probe convergence angle is chosen.

In order to achieve the highest possible resolution with ADF-STEM, very thin samples are a necessity. To achieve 
this, a GaN sample was prepared and thinned/cleaned using a FEI Helios G4 FIB. �e thickness at the positions 
where images were acquired was estimated to be less than 10 nm for the [1011] orientation and below 20 nm for the 
[1120] orientation. �is was done by comparing experimental images to multi-slice simulations (included in the 
supplementary material). GaN images were recorded with pixel sizes around 3 pm. About 10 pA beam current was 
employed for STEM imaging to avoid beam damage and to take advantage of the high SNR ratio of iDPC-STEM 
imaging. �e beam current is measured on the �u-screen which is carefully calibrated using a built-in Faraday cage.

iDPC-STEM imaging. iDPC imaging is achieved using the 4-quadrant DF4 detector. In its simplest form, i.e. 
when the scanning direction is properly oriented w.r.t. the detector, the COM components are captured simply by 
the di�erences between signals of opposite quadrants (cf. supplementary Fig. S1). Analogous to the COM-STEM 

Figure 5. Simulated (background images) vs. experimental (inserted and rotated images) iDPC-STEM images 
of GaN in [1011] orientation: (a) raw and (b) CTF corrected and Gaussian high pass �ltered as in Fig. 3. (c) 
Normalized intensity pro�les (dashed line - simulation, solid line - experiment) along the red dashed lines 
indicated in (b). �e FOV is 3.1 nm for the experimental and 5 nm for the simulated images. �e thickness of 
the sample in the simulated image is 7.46 nm.
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image a DPC-STEM vector image is obtained. It is proven8,18 that a scalar rI ( )iDPC  image, analogues to the 
iCOM-STEM image rI ( )iCOM , exists such that the DPC-STEM vector image is its gradient: I r rI( ) ( )DPC iDPC= ∇ . 
�is integrated image is obtained in the Fourier domain (with coordinate k) using (cf. Eq. 20 in ref.18)

r
k I r k

rI
ik

( )
{ ( )}( )

2
( )

(2)

iDPC
DPC

1
2



π

=







⋅ 






−

and directly represents the electrostatic potential of the sample rV( ) if the sample is thin. Note that rI ( )iDPC  cannot 
be determined at =k 0 from Eq. (2), which means that its DC component can be freely chosen. �is is physically 
justi�ed because rV( ) can also be determined only up to a constant and its reference point (the DC component) 
can be chosen freely.

To be more precise, it was shown8 that the di�erential phase contrast (DPC) signal, formed by 4 segments (or 
any other number larger than 2), forms a vector image, I r( )DPC , that can be integrated the same way as in Eq. (1) 
to obtain an iDPC scalar image, rI ( )iDPC , which in the Fourier domain satis�es

  σ= ′ ⋅ .r k k W k r kI CTF V{ ( )}( ) ( , ( )) { ( )}( ) (3)
iDPC

iS

Again, the ideal linear imaging form is obtained with the same phase object r rV( ) ( )ϕ σ=  as in the case of 
iCOM-STEM. �is time the CTF becomes such that it includes the actual detector function W k( ).

Detailed expressions for ′k kCTF W( , ( ))iS , as well as W k( ), are given in the supplementary material and, in 
much more depth, in section 4 of ref.8.

ADF-STEM imaging. �e image formation process of ADF-STEM7,9,10,18 results in the Fourier transform of 
the ADF-STEM image to be given as

 ψ ϕ= ⋅ ⋅ −  r k r k r kI C R W{ ( )}( ) 2 ( , ) { ( ) }( ) {1 cos ( )}( ) (4)
ADF

N in
2

where C R W( , )N  is just a constant (i.e. independent of k), a functional carrying a (weak) dependency on the sam-
ple and probe through a normalized autocorrelation function rR ( )N

  and the detector function kW( ). For a given 
combination of sample and probe linear imaging is therefore obtained, with as object r r1 cos ( ) ( )/22ϕ ϕ− ≈  

and a CTF given by ψ=k r kCTF C R W( ) 2 ( , ) { ( ) }( )ADF N in
2 . Details about kCTF ( )ADF , the autocorrelation 

function  rR ( )N , C R W( , )N , and kW( ) are given in the supplementary material and, in much more depth, in sec-
tion 3 of ref.8.

Processing. iDPC-STEM images are obtained live with an optional high-pass �lter applied to reduce the 
low frequency information in the image. CTF correction is done o�-line and is described in more detail in the 
supplementary material.

Simulation. Our multi-slice simulation closely follows the steps de�ned by Kirkland (Table 6.4 of ref.34) to 
obtain 4-quadrant detector images out of which DPC signals are formed as the di�erence of opposite quadrant 
images. �e iDPC-STEM image is obtained in the same way as is done for the experiment images using (2). �is 
is further illustrated and explained in Fig. S1 in the supplementary material. �e parameters of the probe were 
set to match experimental values. �e �nal iDPC-STEM images have been convolved with a Gaussian in order to 
include the e�ect of the �nite source size.

References
 1. Erni, R., Rossell, M. D., Kisielowski, C. & Dahmen, U. Atomic-Resolution Imaging with a Sub-50-pm Electron Probe. Phys. Rev. Lett. 

102, 096–101 (2009).
 2. Haider, M. et al. Electron microscopy image enhanced. Nature 392, 768–769 (1998).
 3. Vendelbo, S. B. et al. Visualization of oscillatory behaviour of Pt nanoparticles catalysing CO oxidation. Nature Materials 13, 

884–890 (2014).
 4. Yang, H. et al. Imaging screw dislocations at atomic resolution by aberration-corrected electron optical sectioning. Nature 

Communications 6, 7266 (2015).
 5. Zhu, Y., Withers, R. L., Bourgeois, L., Dwyer, C. & Etheridge, J. Direct mapping of Li-enabled octahedral tilt ordering and associated 

strain in nanostructured perovskites. Nature Materials 14, 1142–1149 (2015).
 6. Lohr, M. et al. Di�erential phase contrast 2.0—Opening new “�elds” for an established technique. Ultramicroscopy 117, 7–14 (2012).
 7. Bosch, E. G. & Lazić, I. Analysis of HR-STEM theory for thin specimen. Ultramicroscopy 156, 59–72 (2015).
 8. Lazić, I. & Bosch, E. G. T. Chapter �ree - Analytical Review of Direct Stem Imaging Techniques for �in Samples. Advances in 

Imaging and Electron Physics 199, 75–184 (2017).
 9. Hawkes, P. W., & Kasper, E., Wave Optics, vol. 3, Academic Press Inc (1994).
 10. Cowley, J. M. Scanning transmission electron microscopy of thin specimens. Ultramicroscopy 2, 3–16 (1976).
 11. Maiden, A. M. & Rodenburg, J. M. An improved ptychographical phase retrieval algorithm for di�ractive imaging. Ultramicroscopy 

109, 1256–1262 (2009).
 12. Humphry, M. J., Kraus, B., Hurst, A. C., Maiden, A. M. & Rodenburg, J. M. Ptychographic electron microscopy using high-angle 

dark-�eld scattering for sub-nanometre resolution imaging. Nature Communications 3, 730 (2012).
 13. Yang, H. et al. Electron ptychographic phase imaging of light elements in crystalline materials using Wigner distribution 

deconvolution. Ultramicroscopy 180, 173–179 (2017).
 14. Landauer, M. N., McCallum, B. C. & Rodenburg, J. M. Double resolution imaging of weak phase specimens with quadrant detectors 

in the STEM. Optik 100, 37–46 (1995).
 15. McCallum, B. C., Landauer, M. N. & Rodenburg, J. M. Complex image reconstruction of weak specimens from a three-sector 

detector in the STEM. Optik 101, 53–62 (1995).



www.nature.com/scientificreports/

10SCIENTIFIC REPORTS | (2018) 8:2676 | DOI:10.1038/s41598-018-20377-2

 16. Yang, H., Pennycook, T. J. & Nellist, P. D. E�cient phase contrast imaging in STEM using a pixelated detector. Part II: Optimisation 
of imaging conditions. Ultramicroscopy 151, 232–239 (2015).

 17. Hesse, R., Luke, D. R., Sabach, S. & Tam, M. K. Proximal heterogeneous block implicit-explicit method and application to blind 
ptychographic di�raction imaging. SIAM Journal on Imaging Sciences 8, 426–457 (2015).

 18. Lazić, I., Bosch, E. G. T. & Lazar, S. Phase contrast STEM for thin samples: Integrated di�erential phase contrast. Ultramicroscopy 
160, 265–280 (2016).

 19. de Lang, H. & Dekkers, N. H. Microscope adapted for the generation of various contrast types: theory and experiment. Applied 
Optics 16, 2215–2222 (1977).

 20. Reimer, L., & Kohl, H. Transmission Electron Microscopy, Springer S + B Media LLC (2008).
 21. Spence, J. C. H., Experimental high-resolution electron microscopy, Oxford, New York (1998).
 22. Urban, K. W. Is science prepared for atomic-resolution electron microscopy? Nature Materials 8, 260–262 (2009).
 23. Rose, H. Nonstandard imaging methods in electron microscopy. Ultramicroscopy 2, 251–267 (1976).
 24. Gauquelin, N. et al. Determining oxygen relaxations at an interface: A comparative study between transmission electron microscopy 

techniques. Ultramicroscopy 181, 178–190 (2017).
 25. De Jonge, M. D. et al. Quantitative phase imaging with a scanning transmission x-ray microscope. Phys. Rev. Lett. 100, 163902 

(2008).
 26. Müller-Caspary, K. et al. Measurement of atomic electric �elds and charge densities from average momentum transfers using 

scanning transmission electron microscopy. Ultramicroscopy 178, 62–80 (2017).
 27. Müller, K. et al. Atomic electric fields revealed by a quantum mechanical approach to electron picodiffraction. Nature 

Communications 5, 5653 (2014).
 28. Lazić, I., Bosch, E. G. T., Lazar, S., Wirix, M. & Yücelen, E. Integrated Di�erential Phase Contrast (iDPC)–Direct Phase Imaging in 

STEM for �in Samples. Microscopy and Microanalysis 22, 36–37 (2016).
 29. Waddell, E. M., Chapman, J. N. & Ferrier, R. P. Linear imaging of strong phase objects by di�erential phase contrast. Proceedings of 

the Institute of Physics Electron Microscopy and Analysis Group 36, 267 (1977).
 30. Waddell, E. M. & Chapman, J. N. Linear imaging of strong phase objects using asymmetrical detectors in STEM. Optik 54, 83–96 

(1979).
 31. Muller, D. A. et al. An Electron Microscope Pixel Array Detector as a Universal STEM Detector. Microscopy and Microanalysis 22, 

478–479 (2016).
 32. Sawada, H. et al. Achieving 63 pm resolution in scanning transmission electron microscope with spherical aberration corrector. 

Japanese Journal of Applied Physics 46, 568 (2007).
 33. Dahmen, U. et al. Background, status and future of the Transmission Electron Aberration-corrected Microscope project. Phil. Trans. 

R. Soc. A. 367, 3795–3808 (2009).
 34. Kirkland, E. J., Advanced Computing in Electron Microscopy, Springer S + B Media LLC (2010).
 35. Haider, M., Uhlemann, S. & Zach, J. Upper limits for the residual aberrations of a high-resolution aberration-corrected STEM. 

Ultramicroscopy 81, 163–175 (2000).

Acknowledgements
�e authors would like to thank Rafal E. Dunin-Borkowski, for his critical review of the manuscript. We also 
thank Joerg Jinschek, Jens Greiser and Erik Kie� for useful discussions and comments.

Author Contributions
E.Y. and I.L. performed the experiments. E.B. performed simulations. All authors contributed to analysis and 
writing the paper.

Additional Information
Supplementary information accompanies this paper at https://doi.org/10.1038/s41598-018-20377-2.

Competing Interests: �e authors declare no competing interests.

Publisher's note: Springer Nature remains neutral with regard to jurisdictional claims in published maps and 
institutional a�liations.

Open Access This article is licensed under a Creative Commons Attribution 4.0 International 
License, which permits use, sharing, adaptation, distribution and reproduction in any medium or 

format, as long as you give appropriate credit to the original author(s) and the source, provide a link to the Cre-
ative Commons license, and indicate if changes were made. �e images or other third party material in this 
article are included in the article’s Creative Commons license, unless indicated otherwise in a credit line to the 
material. If material is not included in the article’s Creative Commons license and your intended use is not per-
mitted by statutory regulation or exceeds the permitted use, you will need to obtain permission directly from the 
copyright holder. To view a copy of this license, visit http://creativecommons.org/licenses/by/4.0/.
 
© �e Author(s) 2018

http://dx.doi.org/10.1038/s41598-018-20377-2
http://creativecommons.org/licenses/by/4.0/

	Phase contrast scanning transmission electron microscopy imaging of light and heavy atoms at the limit of contrast and reso ...
	Results

	Acquisition and iDPC-STEM imaging. 
	Acquisition and ADF-STEM imaging. 
	Simultaneous iDPC- and ADF-STEM imaging of [] and [] oriented GaN. 

	Discussion

	Methods

	Experimental. 
	iDPC-STEM imaging. 
	ADF-STEM imaging. 
	Processing. 
	Simulation. 

	Acknowledgements

	Figure 1 Schematic representation of the experimental setup.
	Figure 2 (a) ADF-STEM and (b) iDPC-STEM images of a GaN crystal in [] orientation.
	Figure 3 (a) Schematic representation of GaN crystal in [] direction.
	Figure 4 (a) iDPC- and (b) ADF-STEM images of GaN in [] orientation.
	Figure 5 Simulated (background images) vs.


