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The AlN lattice-polarity inversion in a high-
temperature-annealed c-oriented AlN/sapphire
originated from the diffusion of Al and O atoms
from sapphire

Ke Jiang,® Jianwei Ben, Xiaojuan Sun, & *2 Zhiming Shi, ©2° Xianjun Wang,?®
Tong Fang,? Shanli Zhang,? Shunpeng Lv,® Yang Chen, 2 Yuping Jia,®
Hang Zang,?® Mingrui Liu® and Dabing Li ® *2°

AIN films are widely used owing to their superior characteristics, including an ultra-wide bandgap, high
breakdown field, and radiation resistance. High-temperature annealing (HTA) makes it easy to obtain
high-quality AIN films, with the advantages of a simple process, good repeatability, and low cost.
However, it is always found that there is a lattice-polarity inversion from a N-polarity near the sapphire
to an Al-polarity in the HTA c-oriented AlN/sapphire. Currently, the formation mechanism is still unclear,
which hinders its further wide applications. Therefore, the formation mechanism of the polarity inversion
and its impacts on the quality and stress profile of the upper AIN in the HTA c-oriented AlN/sapphire
were investigated. The results imply that the inversion originated from the diffusion of the Al and O
atoms from the sapphire. Due to the presence of abundant Al vacancies (V,) in the upper AIN, Al atoms
in the sapphire diffuse into the upper AIN during the annealing to fill the V,, resulting in the O-
terminated sapphire, leading to the N-polar AIN. Meanwhile, O atoms in the sapphire also diffuse into
the upper AIN during the annealing, forming an Al,O/ N, layer and causing the inversion from N- to Al-
polarity. The inversion has insignificant impacts on the quality and stress distribution of the upper AIN.
Besides, this study predicts the presence of a two-dimensional electron gas at the inversion interface.
However, the measured electron concentration is much lower than that predicted, which may be due to
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Introduction

AIN films are widely used in the deep ultraviolet (DUV) opto-
electronic, power electronic, and surface acoustic wave devices
owing to their superior characteristics, such as a direct ultra-
wide band-gap, high voltage resistance, and radiation resis-
tance, and have an important value in many fields, such as DUV
disinfection and sterilization, biosensors, missile warning,
solar-blind UV communication, fire monitoring, power conver-
sion, and wave filtering."* Owing to the extremely expensive
nature of AIN single crystal substrates, AIN films are typically
heteroepitaxially grown on substrates, such as sapphire or Si,
with inevitably existing lattice and thermal mismatches,
resulting in a high-density dislocation.>® In order to reduce the
dislocation density of heteroepitaxial AIN films, researchers
have developed a series of methods, such as two-step growth,
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the defect compensation, low polarization level, and strong impurity scattering.

insertion layer, NH; pulse, migration enhanced epitaxy (MEE),
epitaxial lateral overgrowth (ELOG), patterned or nano-
patterned sapphire substrate (PSS or NPSS), and high-
temperature annealing (HTA) methods, thus drawing on the
experience of GaN heteroepitaxy.”'® Among them, HTA can
easily obtain high-quality AIN films and further has the advan-
tages of a simple process, good repeatability, and low cost, thus
becoming a promising method for preparing AIN films that can
be widely applied in industries."”* For example, at present,
high-quality c-oriented AIN films on sapphire substrates
prepared by the HTA method have played an important role in
promoting the performance of DUV light-emitting diodes.****
The method of fabricating high-quality c-oriented AIN/
sapphire by HAT was first reported by H. Miyake et al., subse-
quently followed by researchers all over the world.*®**>*** The ¢-
oriented AIN/sapphire for annealing can be obtained by metal-
organic chemical vapor deposition (MOCVD), hydride vapor
phase epitaxy (HVPE), or sputtering.'®>” However, it is found
that no matter what the method is, a polarity inversion from N-
to Al-polarity will occur in the annealed AIN layer approximately
ten to tens of nanometers above the AlN/sapphire

© 2024 The Author(s). Published by the Royal Society of Chemistry
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interface.'*?-** H. Miyake et al. attributed the inversion to the
stress relaxation of the AIN on the sapphire substrate during
sputtering and the O impurities diffusion. They believed that
the lattice relaxation critical thickness of the sputtered AIN was
where the inversion occurred.'®'”*>*® During the HTA process of
the sputtered c-oriented AIN/sapphire, Z. B. Liu et al.** observed
that as the O, flow increases during the sputtering, the upper
AIN layer gradually transitions from pure N-polarity to pure Al-
polarity with high O, injection, indicating the important role of
O impurities in the inversion process. However, some studies
have also found that the epitaxial AIN on the c-sapphire
substrate also exhibits the polarity inversion phenomenon
without intentionally introducing any additional O impurities
during the growth process.***

Therefore, further research is needed on the mechanism of
the AIN polarity inversion as well as its impact on the quality
and stress of the upper AIN layer. The following questions
should be answered: (1) whether the formation of the polarity
inversion is related to the stress relaxation during the sputtering
process? (2) What is the role of O impurities? Is the O element
necessary and what O concentrations are needed? Whether
other types of defects are involved during the polarity inversion
process? (3) Does the polarity inversion have an impact on the
dislocation and stress evolution in the upper AIN? (4) What are
the merits of the polarity inversion? How to use it? In this
context, we investigated the mechanism of the polarity inver-
sion and its impact on the quality and the stress profile of the
upper AIN in the HTA c-oriented AlN/sapphire. The results
showed that the polarity inversion may be related not only to the
O impurities but also to Al vacancies (V,). Moreover, the
appearance of the polarity inversion has little impact on the
crystal quality and the stress profile. Theoretically, there will be
a two-dimensional electron gas (2DEG) at the inversion inter-
face, which may expand the application of the HTA AIN/
sapphire.

Experimental

AIN films were sputtered on the c-sapphire substrates at 650 °C
in an N, atmosphere with a chamber pressure of 4 mTorr. The
sputtered templates were annealed at 1750 °C for 1 hour using
a face-to-face geometry in an N, atmosphere, as shown in
Fig. 1a. To confirm the lattice changes of the c-oriented AIN/
sapphire before and after annealing, the magnetron sputtered
samples with and without annealing were studied using the
aberration-corrected scanning transmission electron micros-
copy (AC-STEM) with the high-resolution (HR) high-angle
annular dark field (HAADF) mode. At the same time, the
element distributions of the AIN/sapphire after annealing were
analyzed by electron energy loss spectroscopy (EELS). STEM-
ready samples were prepared by the in situ focused ion beam
(FIB) lift-out technique on an FEI dual beam FIB/SEM. The
samples were capped with sputtered C and e-Pt/I-Pt prior to
milling. The STEM lamella was about 100 nm. The samples were
imaged using an FEI Tecnai TF-20 FEG/TEM at 200 kV in the
HAADF mode. The STEM probe size was 1-2 nm in the nominal
diameter. EELS mappings were acquired on an Oxford INCA

© 2024 The Author(s). Published by the Royal Society of Chemistry
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Bruker Quantax EELS system.*® The atomic arrangement and
stress distributions were studied by analyzing the STEM images
by Fourier transform, inverse Fourier transform, and geometric
phase analysis (GPA) using the digital micrograph software.*”
Photoluminescence (PL) measurements were applied to analyze
the defects of the c-oriented AIN/sapphire before and after
annealing at room temperature (RT). The excitation wavelength
of the laser was 213 nm and the light power was 20 mW. Van der
Pauw Hall measurements were used to confirm the existence of
the polarization-induced 2EDG at RT at the inversion interface
in the HTA AlN/sapphire. The samples were prepared by
photolithography, exposing the inversion interface via induc-
tively coupled plasma etching, Ti/Al/Ni/Au deposition by elec-
tron beam evaporation, lift-off, and rapid thermal annealing.

The first-principle calculations and numerical simulations
were employed to confirm the effects of O impurity on the
polarity inversion and to predict the polarization-induced
electron concentration. The first-principle calculations were
performed based on the density functional theory (DFT)
methods, as implemented in the VASP package.*® The projector-
augmented wave (PAW) method for the core region and the
Perdew-Burke-Ernzerhof (PBE) for the exchange-correlation
potential of the valence electrons were employed.***® A kinetic
energy cutoff of 400 eV was chosen. The supercell was used to
minimize the in-plane lattice mismatch. The 2 x 2 x 1 supercell
for sapphires and 3 x 3 x 1 supercell for 4-layer AIN slabs were
used to ensure that the in-plane lattice mismatch was smaller
than 2%. The vacuum layer was set to be larger than 10 A to
avoid the imaginary interaction. The bottom three-atomic layer
was fixed during all structural relaxations. The k-mesh was set to
0.04 27t A~!, and the maximum force on each atom was less
than 0.01 eV A™" in the structural relaxation. The commercial
APSYS software was used in the numerical simulations. The
simulations were conducted by self-consistently solving Pois-
son's equation, continuity equation, and drift-diffusion equa-
tion with proper boundary conditions. The polarization level
was set to 60%, and the background electron concentration for
AIN was set to 10'* cm ™.

Results and discussion

Through the HADDF STEM image, as shown in Fig. 1b, it can be
clearly seen that there is a black line above the interface
between the sapphire substrate and the upper AIN layer, almost
parallel to the interface between the AIN layer and the sapphire
substrate. This phenomenon can commonly be observed in the
HTA c-oriented AIN/sapphire when the annealing temperature
and annealing time reach certain conditions (generally more
than one hour and higher than 1500 °C).'*?%**3° The HR
HADDF STEM image near the interface between the AIN and the
sapphire, as shown in Fig. 1c, shows that the black contrast line
area was approximately 10 nm away from the AIN/sapphire
interface, and its own thickness was about 1-2 nm. The black
contrast line area has approximately 5-6 atomic layers along the
(0001) direction, and the arrangement of the atoms exhibits
certain irregular characteristics, as shown in Fig. 1d. Besides,
the atoms on both sides of the black contrast line area exhibit

Nanoscale Adv., 2024, 6, 418-427 | 419
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(a) A schematic diagram of the face-to-face HTA of the sputtered AIN/sapphire; (b) the cross-sectional HAADF STEM image of the HTA c-

oriented AlN/sapphire; (c) the cross-sectional HR HAADF STEM image near the HTA c-oriented AlN/sapphire interface; (d) an enlarged image of
the white box in (c); (e and f) enlarged images of the white boxes in (d); (g and h) schematic diagrams of the atomic arrangement of (e and f). The

STEM images are along the AIN (11-20) direction.

regular arrangement but show different orientations. Above the
black contrast line, lattice arrangement analysis shows that it is
Al-polarity, as shown in Fig. 1le and g, while below the black
contrast line, lattice arrangement analysis shows it has N-
polarity, as shown in Fig. 1f and h. Therefore, the black
contrast line is a polarity inversion interface, from an N- to an
Al-polarity along the (0001) direction.

To analyze whether the observed polarity inversion is related
to the critical thickness of the lattice relaxation between the AIN
layer and the sapphire substrates, the HADDF STEM image of
an unannealed magnetron sputtered AlN/sapphire is also
captured, as shown in Fig. 2a. It can be seen that the unan-
nealed AIN has a polycrystalline structure with a large number
of grain boundaries. However, in the AIN layer, within the range
from over ten to tens of nanometers above the sapphire surface,
where the polarity inversion occurs after annealing, no obvious
dual-layer caused by strain relaxation is directly observed,
indicating that the lattice relaxation may not have occurred
significantly. The corresponding selected area electron diffrac-
tion (SAED) image shows that although the unannealed AIN has
a polycrystalline structure, it still has a c-preferred orientation,
as shown in Fig. 2b. The inverse Fourier transform image of the
(0001) diffraction plane further proves that there are a large
number of extended defects at the grain boundaries, but the
grain boundary defects are almost uniformly distributed
throughout the AIN layer and do not exhibit a defect accumu-
lation phenomenon near the interface between the AIN layer

420 | Nanoscale Adv., 2024, 6, 418-427

and the sapphire substrate. This result proves that the occur-
rence of the polarity inversion after HTA may not be related to
the critical thickness of lattice relaxation during the sputtering.

To confirm the relationship between the polarity inversion
and the extended defects, such as dislocations and stack faults,
we conduct HR HADDF STEM on the interface between the AIN
layer and sapphire substrate, as well as the polarity reversion
interface. Fig. 3a shows the HR HADDF STEM image of the
interface between the AIN layer and the sapphire substrate.
There are no lattice mismatches as well as lattice-mismatch-
related dislocations in the N-polar AIN. The inverse Fourier
transform images of the (11—20) and (0001) planes, as shown in
Fig. 3b and ¢, clearly show that the atoms in the N-polar AIN
layer are arranged uniformly along the (0001) and (11—20)
directions, without any dislocations or stacking faults. At the
same time, it can also be observed that a typical 8/9 atomic
arrangement structure is formed at the interface between the
AIN layer and the sapphire substrate, indicating that the lattice
stress is completely released through the atomic mismatch.
Hence, the strong compressive stress of the substrate on the
upper AIN layer should not come from the lattice mismatch, but
from the thermal residual stress. Fig. 3d is the HR HADDF
image of the AIN polarity inversion region, and Fig. 3e and f are
the corresponding inverse Fourier transform images of the
(11—20) and (0001) planes. Both, the N- and Al-polar AIN layers
do not exist dislocations, and the atoms at the polarity inversion
region are also regularly arranged in the (0001) and (11—20)

© 2024 The Author(s). Published by the Royal Society of Chemistry


http://creativecommons.org/licenses/by-nc/3.0/
http://creativecommons.org/licenses/by-nc/3.0/
https://doi.org/10.1039/d3na00780d

Open Access Article. Published on 20 November 2023. Downloaded on 2/25/2026 1:03:44 AM.

Thisarticleislicensed under a Creative Commons Attribution-NonCommercial 3.0 Unported Licence.

(cc)

Paper

View Article Online

Nanoscale Advances

Fig. 2

(a) The HAADF STEM image of the as-sputtered AlN/sapphire and (b) the corresponding SAED image. (c) The inverse Fourier transform

image of the (0001) planes of (a). The STEM images are along the AIN (1-100) direction.

directions. These results indicate that the polarity inversion
may not originate from extended defects such as dislocations or
stacking faults, and it also will not induce extended defects.
Furthermore, in order to analyze the effect of the polarity
inversion on the strain profile, the regions including the AIN/
sapphire interface and polarity inversion interface are
observed by the HADDF STEM along different directions, and
their geometric phase images are analyzed. Fig. 4a-c shows the
HADDF STEM image along the (11—20) direction, and its cor-
responding GPA images, which represent the horizontal and
vertical strain distribution, e,, and ey, respectively. Obviously,

the strain distribution along the horizontal and vertical direc-
tions above and below the polarity inversion interface is
uniform, and just small strain oscillations can be observed at
the polarity inversion interface. Fig. 4d-f shows the HADDF
STEM image along the (1—100) direction, and its corresponding
GPA images. From this direction, the strain oscillations of the
polarity interface and its upper and lower regions are not
observed. These results imply that the polarity inversion may
not have a significant impact on the in-plane strain of the wafer,
and also indirectly indicate that the change in polarity is likely
due to the non-extended defects.

§§§§§ ii%

Fig. 3

(a—c) The cross-sectional HR HAADF STEM image near the HTA AlN/sapphire interface and its corresponding inverse Fourier transform

images of (11-20) and (0001) planes; (d—f) the cross-sectional HR HAADF STEM image near the polarity inversion interface and its corresponding
inverse Fourier transform images of (11-20) and (0001) planes. The STEM images are along the AIN (11—-20) direction. The inserts are the SAED

images.

© 2024 The Author(s). Published by the Royal Society of Chemistry
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(a—c) The cross-sectional HR HAADF STEM image along the (11—20) direction of the HTA sample near the AIN/sapphire interface and the

polarity inversion interface, and the in-plane strain profile e,, and e,,, GPA images; (d-f) cross-sectional HR HAADF STEM image along the
(1-100) direction of the HTA sample near the AlN/sapphire interface and polarity inversion interface, and the in-plane strain profile e,, and e,

GPA images.

The PL spectrum of the HTA AlN/sapphire exhibits three
emission peaks, as shown in Fig. 5a, labeled as peak-1, peak-2,
and peak-3, respectively. By further conducting PL measure-
ments on the as-sputtered AlIN/sapphire and the sapphire
substrate, as shown in Fig. 5b and c, it can be confirmed that the
peak-3 is an emission peak related to the sapphire substrate,
while the peak-1 is an emission peak that already exists before
annealing. It is worth noting that several sharp emissions at
approximately 230-350 nm, as shown in Fig. 5b, are originating
from the PL instrument. As for peak-2, the position is located
near 365 nm, corresponding to the photon energy of approxi-
mately 3.4 eV, which is a typical PL emission peak related to the
Val.*™* Therefore, it can be confirmed that there are a large
number of Vy; in the AIN/sapphire after HTA. It is believed that
the V, should have been formed after magnetron sputtering,
but due to its polycrystalline structure before annealing, it may
not produce a significant luminescence peak.

We again analyze the HR HADDF STEM image of the AIN/
sapphire interface of the HTA sample to verify whether V,, has
an impact on the occurrence of the polarity inversion, as shown
in Fig. 6a, where the bright contrast represents the Al atom with
a large atomic number. There is a clear dark contrast in the
sapphire near the interface (the white solid box), indicating that
there may be an Al atom deficiency in this area. It can be seen
more clearly, as shown in Fig. 6b, that there are indeed missing
Al atoms in the sapphire near the interface, and the atomic

422 | Nanoscale Adv, 2024, 6, 418-427
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Fig.5 The PL spectra of (a) the HTA AlN/sapphire, (b) the as-sputtered
AlN/sapphire, and (c) the sapphire substrate.
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(a) The cross-sectional HR HAADF STEM image along the (11—20) direction near the HTA AlN/sapphire interface; (b) an enlarged image of

the white dashed box area in (a); (c—f) the cross-sectional HAADF STEM image along the (1-100) direction of the HTA sample near the AIN/
sapphire interface and polarity inversion interface, and the corresponding EELS mappings of A, N, and O elements; (g) EELS at the polarity
inversion interface marked by the white point "P” in (c), and the insert shows the K-edge of the O element.

arrangement has also been changed. This may be due to the
diffusion of Al atoms in the sapphire into the magnetron-
sputtered AIN at high temperatures, filling some V,, and
producing an O-terminated sapphire surface. In addition,
element analyses are conducted on the AIN/sapphire interface
and the polarity inversion interface. As shown in Fig. 6c-f, the
HADDF STEM image and the corresponding EELS mappings of
Al, N, and O elements in the green box area are presented. The
area near the surface of the sapphire shows a slight decrease in
the Al element compared to the interior of the sapphire. At the
polarity the inversion interface, Al, and N elements slightly
decrease compared to other positions, while the O element
slightly increases. EELS spectra at the polarity inversion inter-
face (obtained at the position marked by the white point “P” in
Fig. 6¢) also clearly show the K-edge line of the O element, as
shown in Fig. 6g, which also proves the existence of the O
element. Therefore, we may speculate the formation process of
the N-polar AIN and the polarity inversion process similar to
that with the Al atoms near the interface in the sapphire
substrate diffuse to the AIN layer during the HTA process and
occupy Vy in the AIN layer, forming an O-terminated sapphire
surface, leading to the formation of the N-polar AIN. At the same
time, the O atoms also diffuse upwards to the AIN layer and

© 2024 The Author(s). Published by the Royal Society of Chemistry

enrich at a certain position, forming an AL,OyN, layer, leading to
the polarity inversion.***

The thermal stability of both Al- and N-polar AIN slabs on the
Al- and O-terminated sapphire substrate are calculated to
confirm our above analysis. Al- and N-polar AIN slabs are
stacked on the Al- and O-terminated sapphire with a 2 A interval
for the initial states. After the full structural relaxation, the
covalent chemical bonds are formed at the interface. On the Al-
terminated sapphire, the Al-polar AIN slab exhibits lower free
energy than that of the N-polar AIN slab by 2.79 eV, as shown in
Fig. 7a and b. Notably, the N-polar AIN slab is converted into
a quasi-hexagonal transition state after relaxation, implying the
trend of a polarity inversion. The result on the O-terminated
sapphire is quite different, as shown in Fig. 7c and d. The N-
polar AIN slab is more stable than the Al-polar AIN slab by
1.41 eV, meanwhile, the Al-polar AIN slab relaxes to the quasi-
hexagonal transition state on the O-terminated sapphire,
implying that the N-polar AIN layer is energetically favorable
than the Al-polar one on an O-terminated sapphire. Therefore,
the formation of the N-polar AIN is quite possibly attributed to
the formation of O-terminated sapphire due to the Al atoms
diffusing into the upper AIN layer to occupy V, during the
annealing process, as analyzed above.

Nanoscale Adv, 2024, 6, 418-427 | 423
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Fig. 7 The atomic structures of the initial and relaxed AN slab on the sapphire and the O-terminated N-polar AIN. (a and b) Al- and N-polar AN
slabs on the Al-terminated sapphire; (c and d) Al- and N-polar AlN slabs on the O-terminated sapphire; (e and f) Al- and N-polar AIN slabs on O-

terminated N-polar AIN.

Furthermore, we theoretically confirmed whether the incor-
poration of the O atoms can be attributed to the polarity inver-
sion. Firstly, we assum that the O atoms substitute the N sites to
form an O-terminated N-polar AIN layer. Then, we artificially
cover both the Al-polar and N-polar AIN slabs on the O-
terminated N-polar AIN layer and perform the structural relaxa-
tion. It is found that the free energy of the Al-polar AIN slab on the
O-terminated N-polar AIN layer is 2.42 eV lower than that of the
N-polar AIN slab on the O-terminated N-polar AIN layer, as shown
in Fig. 7e and f. However, we emphasize that the polarity of the
upper AIN on the O-terminated N-polar AIN layer is related to the
O atom content, as shown in Fig. 8a. With the increase of O atom
content on the surface, the free energy of the Al-polar AIN slab on
the O-terminated N-polar AIN layer gradually decreases while that
of the N-polar AIN slab shows the opposite trend. The Al-polar
AIN slab on the O-terminated N-polar AIN layer is more stable
only on the condition that the O atom content is higher than
87.5%, implying that the polarity inversion requires relatively
high O concentration.

In theory, due to the spontaneous polarization effect of the
AIN, there will be polarization-induced charges at the polarity
inversion interface. Specifically, inversion from N- to Al-polarity
will generate polarization-induced 2DEG at the interface.

424 | Nanoscale Adv, 2024, 6, 418-427

Firstly, we use the APSYS software to simulate the 2DEG
concentration. The calculation model is the homogeneous
junction formed by 20 nm N-polar AIN and 20 nm Al-polar AIN
and the corresponding energy band and carrier concentration
distribution are calculated, as shown in Fig. 8b. In the N-polar
AIN, the energy band bends downwards along the (000—1)
direction, while in the Al-polar AIN, the energy band bends
upwards along the (0001) direction. At the polarity inversion
interface, the conduction band is actually bent below the Fermi
level, thus forming 2DEG whose concentration could reach the
order of 10*° cm . It may have potential application in the high
electron mobility transistor (HEMT) device. The van der Pauw
Hall measurement is employed to measure the carrier concen-
tration at the polarity inversion interface of the HTA AIN/
sapphire. The prepared Hall measurement sample is shown
as the insert in Fig. 8c. From its current-voltage (IV) curves, as
shown in Fig. 8c, the electrode contacts of the Hall measure-
ment sample exhibit good ohmic characteristics, proving that
the conductivity of the HTA AlN/sapphire is better than that of
the generally epitaxial AIN thin film, which may be due to 2DEG
at the polarity inversion interface. The Hall measurement
results show that the carrier sheet concentration is about 8.5 x
10" ecm 2. If the carriers are assumed to fully concentrate on

© 2024 The Author(s). Published by the Royal Society of Chemistry
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(a) The free energy of the Al- and N-polar AIN slabs on O-terminated N-polar AN as a function of the O content by the first-principle

calculation; (b) a schematic diagram of the homogeneous junction formed by a N-polar AIN layer and an Al-polar AIN layer and the corre-
sponding numerically-simulated energy band profile and carrier distribution by APSYS; (c) IV curves between the contacts 1, 3 and 2, 4 during the
Hall measurement and the insert is the schematic diagram of the measured sample.

the polarity inversion interface of 1-2 nm, the carrier concen-
tration is about (4.25-8.5) x 10'” cm >, and its mobility is only
0.3 cm® V' s7'. We believe that the reason why the carrier
concentration and mobility of the HTA sample are much lower
than the theoretical values is perhaps the intense defect
compensation, low polarization level, and strong impurity and
interface scattering. How to improve its carrier concentration
and mobility is a key problem to be solved in the future for
applications.

Conclusions

In summary, it is found that there is always a lattice-polarity
inversion from N- to Al-polarity in an HTA c-oriented AIN/
sapphire above the interface between the AIN and sapphire,
while the formation mechanism is still controversial. We,
therefore, investigate the formation mechanism of the polarity
inversion and its impact on the quality and stress profile of the
upper AIN in the HTA c-oriented AlN/sapphire. We find that the
polarity inversion may not be related to the critical thickness of
the lattice relaxation during the sputtering and the extended
defects, such as dislocations or stacking faults. The non-
extended defects, including V,; and O impurities, may induce
the polarity inversion. The Al atoms near the interface in the
sapphire diffuse to the upper AIN layer during the HTA process
and occupy its Vy, forming an O-terminated sapphire surface,
leading to the formation of the N-polar AIN layer. Meanwhile,
the O atoms in the sapphire also diffuse upwards to the AIN
layer and are enriched at a certain position, forming an Al,O)N,
layer, leading to the polarity inversion. We believe that this
process may also explain the polarity inversion in the epitaxial
AIN on the c-sapphire substrate without intentionally intro-
ducing additional O impurities. Besides, the polarity inversion

© 2024 The Author(s). Published by the Royal Society of Chemistry

has little impact on the crystal quality and the stress profile.
Theoretically, the polarity inversion can induce a 2DEG with
a concentration over 10°° cm ™3, which may expand the future
applications of the HTA c-oriented AIN/sapphire, such as the
HEMT. However, the measured electron concentration and
mobility are much lower than the prediction, which may origi-
nate from the intense defect compensation, low polarization
level, and strong impurity and interface scattering. If the
mobility and concentration of the polarity inversion-induced
electron can be optimized, the application of the HTA AIN/
sapphire will be further expanded.
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