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ABSTRACT

We report on a 10 um InAs/GaSb type-II superlattice (T2SL) grown by molecular beam epitaxy on a GaAs substrate using an interfacial mis-
fit (IMF) array and investigate the optical and structural properties in comparison with a T2SL grown on a GaSb substrate. The reference
T2SL on GaS$b is of high structural quality as evidenced in the high-resolution x-ray diffraction (HRXRD) measurement. The full width at
half maximum (FWHM) of the HRXRD peak of the T2SL on GaAs is 5 times larger than that on GaSb. The long-wave infrared (LWIR)
emission spectra were analyzed, and the observed transitions were in good agreement with the calculated emission energies. The photolumi-
nescence (PL) intensity maxima (I;,ax) of ~10 um at 77 K is significantly reduced by a factor of 8.5 on the GaAs substrate. The peak fitting
analysis of the PL profile indicates the formation of sub-monolayer features at the interfaces. PL mapping highlights the non-uniformity of
the T2SL on GaAs which corroborates with Nomarski imaging, suggesting an increase in defect density.

Published under an exclusive license by AIP Publishing. https://doi.org/10.1063/5.0045703

Electromagnetic radiation around 10 um in wavelength con-
tains information about our environment which is vital for defence,
earth observation, and biological imaging applications. The black
body radiation maximum at room temperature is around 10 ym;
hence, it is challenging for detectors aimed at this wavelength to
achieve the state-of-the-art background limited infrared photode-
tection (BLIP). This drives the demand for detectors with extreme
high-temperature sensitivities to distinguish between target and
background objects. HgCdTe (MCT) is the preferred material sys-
tem for 10 um detectors but drawbacks such as the cost and avail-
ability of substrates and fabrication difficulties have motivated the
search for an alternative. Also, the restriction of hazardous substan-
ces (RoHS) directive limits the utilization of heavy metals such as
Hg, Cd, and Te in electrical and electronic equipment under EU
legislation.' Hence, there is an urgent need to develop an alternative
to MCT. For this wavelength, group III-V quantum well-infrared
photodetectors (QWIPs) and type-II superlattice (T2SL) detectors
are the competitive technologies. Due to the inherent interband
transition, QWIPs are limited to a narrow spectral band and low

quantum efficiency (<10%). T2SLs of InAs/GaSb have, since their
conception in 1977, been increasingly viewed as a promising can-
didate for 10 um detectors,” ® due to reduction of Auger recombi-
nation,”® reduced tunneling currents,” and development of novel
device architectures such as nBn to reduce the dark current.'” "
Despite these theoretical advantages, T2SLs have yet to demon-
strate improved device performance compared to MCT. In the
present scenario, there is a shift from conventional GaSb to GaAs
substrates due to their size, availability, low cost, and semi-
insulating properties. Furthermore, transparency in the long-wave
infrared (LWIR) regime enables the fabrication of backside-
illuminated devices which can make use of monolithically inte-
grated immersion lenses (ILs). This technique increases the optical
area of the detector in comparison with its electrical size and has
allowed LWIR T2SLs to achieve larger detectivities than MCT at
temperatures above ~210K'® " though this presents difficulties
for scaling to focal plane arrays (FPAs). The difference in refractive
index between the InAs/GaSb T2SL and GaAs is also believed to
increase the quantum efficiency of devices on GaAs substrates.”
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InAs/GaSb T2SLs photodiodes have been demonstrated in both
mid-wavelength infrared (MWIR)*’ and LWIR*** spectral ranges on
the GaAs substrate. It is clear from these examples that the 7.3% lattice
mismatch between the superlattice and the substrate led to a degrada-
tion in material quality and limited the performance of the photodi-
ode. To maintain the material quality of antimonides on GaAs,
Huffaker et al.”” have demonstrated the interfacial misfit (IMF) array
at the GaSb-on-GaAs interface (IF) in which periodic 90° misfit dislo-
cations prevent the propagation of threading dislocations. Despite the
increasing popularity of antimonides on GaAs substrates and the effi-
cacy of the IMF array, many studies suggest degradation of device per-
formance which is attributed to the heteroepitaxial growth.”®** This
has led to the widespread use of alternative strain compensation tech-
niques such as metamorphic buffer layers,””*"" dislocation fil-
ters,” >° low-temperature nucleation,”>*’ and 3D growth islands.*>*
These techniques, and any combination thereof, usually require the
use of a thick buffer layer and have so far demonstrated only limited
improvement in device performance. This suggests that there is a need
to investigate the structural and optical quality of 10 um wavelength
T2SLs on GaAs to improve epi-quality and allow the growth of thick,
high-quality T2SLs on GaAs with performance comparable to T2SLs
on GaSb. Previously reported optical studies of LWIR T2SLs on GaAs
substrates do not directly make a comparison with a reference sample
grown on GaSb, thus making any insights they offer on the change of
substrates less informative.”* *° Furthermore, the majority of studies
on GaAs ILs for T2SLs have been on the InAs/InAsSb variant largely
due to its inherent defect tolerance.'® ' However, the advantages of
InAs/GaSb T2SLs in LWIR, such as stronger absorption and better
hole transport properties, suggest that this material system is compara-
tively understudied.

In a previous work, we have demonstrated a 12 monolayer (ML)
InAs/4 ML GaSb SL structure suitable for high-performance LWIR
detector applications.”” This Letter compares the optical and structural
quality of two 12/4 SLs on GaSb and GaAs substrates. The proposed
study seeks to investigate the effect of transferring T2SLs from GaSb to
GaAs substrates on the structural and optical quality which were

scitation.org/journal/apl

investigated by high-resolution x-ray diffraction (HRXRD) and photo-
luminescence (PL), respectively. Ultimately, the results can be used to
optimize the design and growth of T2SLs on GaAs in which the non-
native substrate does not diminish device performance.

The samples in this study were grown by Molecular Beam
Epitaxy (MBE) in a Veeco Gen 930 MBE reactor equipped with dual
filament SUMO Knudsen effusion cells for Ga and In and Mark B
valved cracker effusion cells for As and Sb. The In and Ga growth rates
were set to 0.3 and 0.5 ML s, respectively. The InAs and GaSb layers
were grown using a V/III flux ratio calibrated from RHEED oscilla-
tions of 1.2 and 2, respectively. Both SL samples were grown under the
same growth conditions. A reference sample (sample A) was grown
on a quarter of a two-inch p-type (0 0 1) GaSb substrate as described
in Ref. 37. The second sample (sample B) was grown on a quarter of a
two-inch semi-insulating GaAs (1 0 0) substrate. A 500nm GaSb
buffer layer was grown with an IMF array at the GaSb-on-GaAs IF fol-
lowed by 80 periods of 12/4 SL layer capped with 4 ML of GaSb. A
strain compensating interfacial InSb layer was intentionally grown at
the interfaces for both samples using migration enhanced epitaxy.”
HRXRD measurements were performed using a Bede D1 x-ray diffrac-
tometer. To perform PL measurements, the samples were loaded into
a liquid nitrogen cooled cryostat equipped with CaF, windows. A pat-
tern generator was used to modulate the excitation source, a 785nm
diode laser, at a frequency of 20 kHz, and a lock-in amplifier was then
used to subtract the background signal. A Nicolet iS50-R Fourier
Transform Infrared Spectrometer (FTIR), equipped with a KBr beam
splitter and liquid nitrogen cooled MCT-A detector, was used to col-
lect the signal.

Figure 1(a) depicts the /20 HRXRD pattern of samples A and B
and (b) shows a slight mismatch of ~60 arc sec between the substrate
and superlattice layers of sample A. The zeroth-order satellite peak of
sample A and B overlaps with the GaSb peak, indicating that the
superlattice layers are nearly lattice-matched onto the GaSb substrate
and GaSb buffer layer for samples A and B, respectively. Sample A dis-
plays the sharpest satellite peaks with narrow full width at half maxi-
mum (FWHM) which is ~5x smaller than that of Sample B. This
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FIG. 1. (a) HRXRD pattern for samples A and B, the zeroth-order satellite peak of sample B is aligned with sample A for clarity. (b) The enhanced plot of the SL, peak of sam-
ple A and B with a Gaussian fit highlighting SL, for sample A, the GaSb substrate peak of sample A is also visible.
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TABLE I. Parameters extracted from the analysis of HRXRD patterns.

Sample  Substrate FWHM SL_; (arcsec) Period thickness (nm)
Sample A GaSb 60 5.17
Sample B GaAs 301 4.87

could be associated with the degradation of material quality caused by
the regeneration of threading dislocations.” Table I shows the mea-
sured period thickness of sample A is larger than that of sample B;
however, both values are close to the expected thickness of ~5nm for
the 12/4 SL with InSb IFs. The slight disparity in period thickness may
be attributed to uncertainty in the SL IFs or a change in
composition,'”"!

Normalized PL spectra between 77 and 240 K for Samples A and
B are shown in Figs. 2(a) and 2(b), respectively. The dominant PL
peak at around 0.11-0.13 eV (77 K) is attributed to the primary elec-
tron miniband to first heavy hole miniband (e;-hh,) transition (indi-
cated with dashed lines to serve as a guide). A redshift is observed with
increasing temperature for both samples which is consistent with pre-
vious reports’”"* and attributed to the lattice thermal expansion.*’

An 8-band k-p solver, implemented in the Nextnano3 software,
was used to model the band structure of the 12 ML InAs/4 ML GaSb
T2SL. The model, including the parameters used, is described in detail

Wavelength (um)
10.3 7.8

-
°
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in Ref. 43. The results are illustrated in Figs. 2(c) and 2(d). The calcu-
lated energy gap of 121 meV at 77 K is close to that measured by PL.
The difference can be accounted for by the uncertainty of the interfa-
cial layer as discussed below.

Figure 3(a) shows the integrated PL intensity of as-grown sam-
ples as a function of laser power. A peak fitting method described
below was used to consider only the e;-hh; peak. The data were fitted
using the equation™*

Ipy = aPP, (1)

where Ip; is the integrated PL intensity, P is the power of the pump
laser, a is a constant, and f is the gradient of the slope related to the
dominant recombination process. Note that the anomalous reading
at 60 mW for sample B has been omitted from the fit. A value of f§
= 1/2, 1, or 3/2, indicates the dominant recombination mechanism is
Shockley-Read-Hall (SRH), radiative or Auger related, respectively.
The gradient, f3, was found to be 0.99 for sample A which indicates
that radiative recombination is the dominant recombination process
and confirms the good crystalline quality of this sample. The gradient
for sample B was found to be 1.25, indicating that both radiative and
Auger recombination processes are present in this sample. Previous
studies have shown that LWIR Ga-containing T2SLs are dominated
by non-radiative SRH processes.””*® However, recombination is
known to be highly sensitive to factors, such as SL composition, strain
and doping concentration, and polarity. The minority carrier lifetime,

Wavelength (um)
95 7.3

Normalised PL Intensity (arb. units)

0.0 : v T T T
0.08 0.12 0.16 0.20 0.24 0.09 0.13 0.17 021 0.25
Energy (eV) Energy (eV)
14 T T T T T T T T 06
() (d)
—&E,
094 _E“: 1
Gasb| | |.... E T=77TK 04
074T=77K = e,.' H
. msb | |- o
2 05- s
e y } £, =121 mev 0273
5 0.3 4 Ecp =245 meV /\ 3
=S FRRRRS I (IS CTTTROTIORIPIIN [ PR S
 — p— i o
I.E oad V= [ 0.0 ﬁ
04 Eyy = 123 meV e e ——— ]
InAs {-0.2
031 /'\
05 T v v v T N T T 0.4
0 2 4 6 8 10 -1.0 0.5 0.0 0.5 1.0
Position (nm) k; (1/nm)

FIG. 2. Normalized PL spectra for (a) sample A and (b) sample B from 77-240 K. (c) A schematic diagram of the simulated band structure of the 12/4 SL including the interfa-

cial InSb layer. (d) The E(k) diagram for the in-plane direction in the Brillouin zone k.
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FIG. 3. (a) The integrated PL intensity for sample A and B for (a) different laser excitation powers at 77 K and (b) as a function of temperature.

7, is the sum of SRH, radiative and Auger recombination contribu-
tions.”” The contributions of radiative and Auger processes can be
neglected for low excess carrier density, dn, but become increasingly
significant when Jn increases. It is, therefore, possible that the dispar-
ity between our results and those recorded in literature arises from a
disparity in the excess carrier density. The presence of Auger recombi-
nation in sample B is also notable as it contradicts theoretical analysis
arguing for the suppression of Auger processes in type-II structures.
However, recent modeling performed by Klipstein et al."’ suggests the
existence of an effective Auger recombination process in Ga-
containing T2SLs. The presence of Auger recombination in sample B
and not sample A may be attributed to the lower bandgap of sample B
as Auger coefficients are generally exponentially dependent on the
bandgap energy.”**’ These findings could be verified using TRPL
measurements in a future study.

The temperature dependence of the integrated PL intensity for
both samples is shown in Fig. 3(b). The rate of thermal quenching was
largest for sample B. The cause of the thermal quenching may be
related to material defects in the SL or thermal escape of excitons from

the electron miniband to the conduction band of InSb which then
recombine non-radiatively.”” Further PL investigations (4K) are
required for reliable extraction of the activation energies of the non-
radiative mechanism due to the multiple peaks observed in these sam-
ples and the uncertainty of peak fitting methods at high temperatures,
but this is beyond the scope of the present work.

The 77 K PL spectra of Samples A and B are shown in Figs. 4(a)
and 4(b), respectively. The maximum PL intensity of sample A was
nearly 8.5 times larger than that of sample B indicating an increase in
non-radiative recombination centers in sample B, which corroborates
the earlier observed high defect density by XRD measurements.”’
Surprisingly, the peak position of sample B is redshifted by ~10 meV
compared to sample A (Table II), while previous experimental stud-
ies”" reported a compressive strain-induced blue shift of the peak
wavelength. The origin of this redshift is likely related to the difference
in period thickness or composition measured by XRD above as this
can greatly affect the peak wavelength. Both samples show a primary
peak (P;) and two shoulders (P, and P;) at larger energies. To under-
stand the origins of these peaks, Gaussian approximation was used to
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FIG. 4. PL profiles at 77 K with fitted Gaussians and envelope function for (a) sample A and (b) sample B.
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TABLE II. PL peak positions for samples A and B.

Sample  Peak (P,) Center (eV) Height (arb. units) FWHM (eV)
Sample A 1 0.1278 0.99 0.014

2 0.1371 0.42 0.0076

3 0.1441 0.42 0.0082
Sample B 1 0.1188 0.97 0.014

2 0.1321 0.53 0.012

3 0.1428 0.36 0.01

fit the PL spectra as depicted in Fig. 4. The largest peak, P (related to
Gauss 1), corresponds to the primary e;-hh; transition with an
FWHM of 14 meV which is consistent with a previous report.”” Gauss
2 and 3 were fitted to Peaks P, and P, respectively, while Gauss 4-7
were added to ensure a good agreement between the measured profile
and the resulting envelope function.

The parameters used to fit Gauss 1-3 are given in Table II.

Peaks P, and P; are unrelated to the second heavy hole or split-
off bands as these transitions occur at much higher energies. A more
likely explanation is provided by Weisbuch et al.”” who proposed that
growth islands of ~1 ML thickness can form at the interfaces of bar-
riers and wells in multi-quantum well heterostructures. This gives rise
to uncertainty in the well width which, when applied to the well-
known equation for energy levels in an infinite quantum well, gives
the following expression for the uncertainty:

hZ

AE; = AL, yrmER )
where AE, is the energy uncertainty, AL, is the well width uncertainty,
h is the Planck’s constant, m” is the effective mass, and L, is the well
width. By taking the uncertainty in well width to be half the lattice
constant and the effective mass to be a weighted average of the InAs
and GaSb effective masses the energy uncertainty can be calculated to
be around 0.01eV. This is in good agreement with the variation
between Gauss 1, 2, and 3 (Table IT). The distance between successive

1.2 T T T

scitation.org/journal/apl

peaks is larger for sample B suggesting the energy uncertainty is larger
for this sample. This is in agreement with XRD measurements, which
indicate the period thickness, and therefore well width, is smaller for
this sample, which will increase the energy uncertainty. This result is
supported by the findings of Kim et al*' who report a high level of
intermixing at the IFs of Ga-containing T2SLs, particularly when an
intentional InSb IF is grown, using atom probe tomography (APT)
and high-resolution (scanning) transmission electron microscopy
(HR(S)TEM).

A possible explanation for the presence of Gauss 4-7 is the for-
mation of sub-monolayer quantum dots (QDs) at the IFs as InGaSb
QDs have been reported to emit in the LWIR.”**® Furthermore, the
growth kinetics are favorable for the preferential formation of InGaSb
QD:s due to the respective diffusion lengths of Ga and In. An informa-
tive future study would be to verify the existence of growth islands and
QDs using HRTEM.

In order to determine the uniformity or otherwise of the as-
grown films, we investigated the influence of PL spot position along
the substrate surface on the PL profiles of the samples. 77 K PL map-
ping was performed at different points along the substrate surface of
each sample as shown in Fig. 5.

As can be seen, the optical behavior of sample A is largely inde-
pendent of position, unlike sample B which shows a large variation in
both the shape of the PL profile and the maximum intensity.
Interestingly, peaks P;, P, and P; of sample A are still observable at
positions which closely correlate with those observed in Fig. 4. This
substrate dependent behavior may be due to the disparity in thermal
expansion of the GaSb and GaAs substrates™ or the presence of
defects in sample B. Nomarski Microscopy, shown in Fig. 5(a’) and
(b'), was performed at selected positions on each sample. It is clear
that a relatively high density of defects and dislocations is present in
sample B in comparison with A. This is consistent with the larger
XRD FWHM and decreased PL intensity earlier discussed. The non-
uniformity of film growth of sample B, which is visible on the substrate
surface, also supports the non-uniform PL behavior observed in Fig.
5(b). The structural and optical non-uniformity of Sample B raises
concerns for the scale-up from single-pixel to FPA applications for

o ©
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FIG. 5. PL mapping for selected spots on (a) sample A and (b) sample B. Representative Nomarski micrographs from (a’) sample A and (b’) sample B. Insets provide a sche-

matic of approximate PL positions.
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devices grown on GaAs substrates. These results suggest that the IMF
array alone is not sufficient for the growth of high-quality, high unifor-
mity T2SL wafers. Instead, it is important to employ the IMF array
alongside a thick, strain-balanced buffer layer to mitigate the degrada-
tion in material quality brought about by the non-native substrate.

In conclusion, LWIR InAs/GaSb T2SLs have been grown on
GaSb and GaAs substrates. In the latter case, an IMF array was used to
grow a 500 nm GaSb buffer layer on the GaAs substrate. The GaSb
substrate has been shown to promote the growth of high-quality SL
layers with superior optical properties compared to the SL on GaAs.
PL measurements suggest the presence of sub-monolayer QDs at the
interfaces of both samples which could be confirmed by HRTEM in a
future study. The non-uniformity issues related to the GaAs substrate
must be overcome to allow the scale up to FPA applications. Further
studies are also required to investigate the impact of the non-native
substrate on diode performance.
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