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Molecular beam epitaxy of AlGaN nanowires:
source configuration and correlated material
properties and device characteristics

Songrui Zhao ©®

Semiconductor nanowires have emerged as an appealing material platform for cutting-edge
semiconductor devices. Behind the exciting progress of semiconductor nanowire devices is the
advancement in the understanding of the nanowire synthesis process and mechanism. In this article, | will
focus on the recent development in the molecular beam epitaxy (MBE) of semiconductor aluninum gallium
nitride (AlGaN) nanowires. MBE has become an attractive tool for large-scale semiconductor nanowire
devices, whereas AlGaN is a technologically important semiconductor material for short-wavelength
photonics, as well as high-power and radio-frequency (RF) electronics. Different from epilayers wherein
only a horizontal surface is involved in the epitaxy, the epitaxial growth of nanowires in general involves
both horizontal and vertical surfaces. Such a unique geometry, coupled with different source
configurations, greatly affects the growth kinetics, and consequently the material properties and device
characteristics. In this regard, the general considerations of MBE chamber configuration for epilayers are
discussed first as the basics to understand the nanowire growth. This is followed by the uniqueness of
nanowires. In the end, the experimental results regarding to the correlation of source configuration to
AlGaN nanowire properties and device characterics such as alloy composition, optical properties, and light
emission are discussed. This article could provide useful insight for the development of AlGaN nanowire
devices as well as other epitaxial semiconductor nanowire devices beyond AlGaN, especially when the
chamber configuration is considered. This article could also shed new light on explaining some features in
semiconductor nanowires.

Among various approaches to synthesize nanowires, using
large epitaxial tools has received more and more attention

The past decades have witnessed a lot of exciting
developments of semiconductor nanowire devices. Some
examples include lasers, photodetectors, transistors, and
other emerging devices.' *° These advances in semiconductor
nanowire devices are attributed to the improvement in
understanding the synthesis of semiconductor nanowires,
controlling the formation of nanowires in a highly precise
manner, as well as the benefits of nanowires compared to
their planar counterparts such as better strain relaxation."*
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due to the potentially offered compatibility with the existing
epitaxial semiconductor device fabrication processes.
Epitaxially formed nanowires could be an important step
toward the penetration of nanowire devices into practical
semiconductor devices in electronics and photonics.

From the materials viewpoint, one important family is the
II-nitrides, which have been used for various commercial
electronic and photonic devices, e.g., light bulbs based on
InGaN light-emitting diodes (LEDs), fast chargers based on
GaN power devices, and so on.”*** Adding Al to GaN further
makes III-nitrides a unique semiconductor material platform
for ultraviolet (UV) photonics, as well as high-power and RF
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electronics.">'®'9?*2% These advantages of Ill-nitrides, together
with the intrinsic merits of nanowires, make IlI-nitride nanowires
a highly appealing material platform for device developments.

Indeed, the past decade has witnessed a significant
growth in the study of epitaxial III-nitride nanowires and
their device applications with both metal-organic chemical
vapor deposition (MOCVD) and MBE, and numerous review
articles have been written, highlighting the research progress,
e.g., ref. 30-38. Some of the key device developments include
the shortest wavelength (207 nm) LEDs using AIN
nanowires,*® single photon sources,*® surface emitting lasers
in the UV and visible,""™** electrically pumped deep UV lasers
down to 239 nm,*>** novel photodetectors,*’>° as well as
using Ill-nitride nanowires for artificial photosynthesis.>*™*

In this minireview, I would like to focus on the MBE grown
self-organized AlGaN nanowires. The general concept and
characteristics of using MBE to grow epilayers and nanowires
will also be discussed, as a necessary background and for the
convenience of the readers. Moreover, the focus will be on the
correlation between the chamber configuration and material
properties as well as the device characteristics, which is often
less reviewed in MBE books and literatures.>*>*

On the other hand, it should be noted that while selective
area epitaxy has become a more practical technique to
control the nanowire size and distribution,’*~®® and per se, to
achieve ultimate nanowire uniformity, the self-organized
process remains the main drive for applications that do not
require superior nanowire uniformity, e.g., photocatalysts.”®
As such, being able to control the nanowire formation in the
self-organized manner remains important.

2. General considerations of MBE
chamber configuration for device-
quality materials

In general, the MBE growth kinetics is highly dependent on the
chamber configuration as well as the flux profile of the
sources.”>® 7> Dr. Wasilewski has studied these effects in
detail in the epitaxy of III-V epilayers by correlating theoretical
modelling and experiments based on a VG Semicon V90 MBE
system.®”” The major findings are reviewed in this section,
which will serve as the basics to understand the difference
between the epitaxy of thin layers and nanowires.

Fig. 1(a) shows the flux modelling with a standard
effusion cell loaded with a 30-cc conical shaped crucible in
the V90 MBE system. The axial direction of the source has an
angle of 45 degrees with respect to the substrate normal
direction. It is seen that the flux profile is highly nonuniform
on the virtual substrate. Consequently, if one would do an
epitaxial growth without rotating the substrate, a thickness
variation across the virtual substrate would be expected, as
illustrated in Fig. 1(b). The source that is used for this
simulated growth is also highlighted in a darker colour
compared to other sources. For the thickness variation, a
factor of two could be obtained on a 3" wafer, which is also
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Fig. 1 (a) Simulated flux profile induced by a directional source, i.e.,
the axial direction of the source has an angle with respect to the
substrate normal direction, on a virtual substrate with a size of 30 cm
x 30 cm. In this study, the angle is 45 degrees. (b) Simulated thickness
profile of the epilayer grown on such a virtual substrate, considering
the flux profile shown in (a). The virtual substrate is stationary.®”

denoted in Fig. 1(b).%” Rotating the substrate can reduce the
thickness variation. Moreover, the substrate rotation speed
(revolution per minute, rpm) needs to be carefully chosen,
which is in particular the case of growing quantum cascade
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Fig. 2 (a) Simulated thickness error as a function of the substrate
rotations per layer growth duration. (b) Maximum thickness error
versus the substrate rotations per layer growth duration. Modification
with permission from ref. 67.
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laser (QCL) active layers, wherein typically around 100 pairs

of nanometre-thick layers are needed.®””*7®
Fig. 2(a) illustrates the calculated thickness
compared to a given target thickness for a spot that is around
30 mm away from the wafer centre during GaAs growth on a
3" wafer. It is seen that minimum errors can be achieved
when the substrate rotates integer number of turns per layer
growth duration, and half turns lead to large thickness
® 1t is also seen that for large substrate rotation

error

errors.
numbers per layer growth duration, the thickness error
reduces even for half turns - this can be seen more clearly in
Fig. 2(b). This implies that high substrate rotation speed is
always favourable, in order to achieve uniform layers.
However, the stress on the substrate motor at high substrate
rotation speed needs to be considered.

The source configuration can affect the choice of the
substrate rotation speed considerably.®” Fig. 3 illustrates the
case of growing thin AlGaAs layers for QCLs, wherein Al and
Ga sources are located at different relative positions (and
their axes are around 45 degrees with respect to the substrate
normal direction). It is seen that when Al and Ga are next to
each other, the restriction on the substrate rotation speed is
much relaxed for achieving a relatively uniform AlGaAs
composition, whereas when Al and Ga sources are opposite
to each other, the substrate rotation speed needs to be
carefully chosen, otherwise a large compositional fluctuation
will be introduced. As such, to achieve compositionally
uniform thin layers, it is in general suggested to have the
layer thickness equal to the integer number of monolayers
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Highlight

(MLs) and in the meantime, have an integer number of turns
during the ML deposition time.®”

These findings highlight the critical role of the source
configuration on the growth kinetics, as well as how to
mitigate the nonuniformities (e.g., thickness, composition)
using a proper substrate rotation speed. On a separate note,
the substrate rotation speed has also been found to affect the
formation of ultrathin GaN quantum disks in nanowires.””

Lastly, it is noted that the angle between the axial direction
of the source and the normal direction of the substrate needs
to be optimized, in order to reduce the thickness variation
maximally when rotating the substrate. This angle is typical in
the range of 30 to 45 degrees, depending on the detailed
system design and varying across different manufacturers.”>”®
It is further noted that, while the state of the art thickness
variation is around 0.5% or less (from wafer centre to wafer
edge) on a 3" wafer, the typical thickness variation could be
around 3%,%” due to the complexity in the system design (and
thus the flux uniformity is sometimes compromised).

3. Uniqueness of nanowires

Different from the epitaxy of thin layers wherein only a
horizontal surface is involved, the epitaxy of nanowires
generally involves an additional surface - the sidewall (a
vertical surface). This unique geometry of nanowires, coupled
with different source configurations, can drastically affect the
growth kinetics and consequently the material properties and
device characteristics.

Fig. 3
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In this section, I will discuss the MBE growth of GaN
nanowires as an example. The geometric model for the MBE
growth of GaN nanowires is described first, followed by the effect
of the source configuration on the GaN nanowire morphology.

3.1. The geometric model

Over the past decade, quite elegant understanding has been
developed with respect to the MBE growth of GaN nanowires. It
is generally agreed that the anisotropy of surface energies,
together with a geometric model, largely drives the nanowire
vertical growth.®®7%71798% Moreover, the anisotropy of surface
energies, coupled with local III/N ratio variations (could be
induced by nanowire geometry, nanowire density, source
configurations, substrate rotation, or other factors), can mostly
explain the formation of various crystalline planes/different
nanowire facets and nanowire morphologies.®®*"%>

Fig. 4 shows the schematic of the geometric model, wherein
o and S denote the flux incident angles for Ga and N,
respectively. A simple geometric argument indicates that the
ratio of the vertical growth rate to the lateral growth rate is n/
tan(a) when the substrate is rotated during the growth.”
Namely, with a given incident angle of the N flux, a smaller o
leads to a higher vertical growth rate to lateral growth rate
ratio. This can be explained phenomenologically by the spread-
out of the Ga adatoms (due to the substrate rotation) on the
larger-area sidewall compared to the top surface, which tends
to cause a higher growth rate vertically than laterally. This also
implies that whether the substrate rotates or not makes a big
difference on the nanowire morphology. Note that the growth
rate difference here does not require any Ga or N diffusion.

Furthermore, due to the unique nanowire sidewall (in
contrast to the planar structure wherein there is no such
sidewall), the Ga adatoms can diffusion along the sidewall,
which may further modify the growth kinetics. For example,
the diffusion may enhance the vertical growth and suppress
the lateral growth. Moreover, for a given point on the sidewall,
as the substrate rotates, Ga and N may not arrive at the same
time, as such, the growth on the sidewall may mimic the
metal-modulated epitaxy (MME),”"** being a possible reason
that the nanowire sidewall is typically highly smooth.

3.2. Source configuration

Galopin et al have compared the MBE growth of GaN
nanowires using a head-on N source (i.e., f = 0 in Fig. 4) and

Fig. 4 Illustration of the geometric model for the MBE growth of GaN
nanowires.
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a directional N source (i.e., # # 0 in Fig. 4).”° It is found that
for the case of using the head-on N source, highly vertically
aligned nanowires are formed, and the nanowires are not
inversely tapered. In contrast, when the directional N source
is used, the nanowires are noticeably inversely tapered. This,
first of all, indicates a difference on the lateral growth and
can be explained by that, for the head-on N source, the N/Ga
ratio is high on the top surface but low on the sidewall,
leading to almost no lateral growth. In addition, the diffused
Ga adatoms from the sidewall can also contribute to the
vertical growth. In contrast, for the directional N source, the
N/Ga ratio on the top surface is significantly reduced,
whereas the N/Ga ratio on the sidewall is increased. This
reduces the vertical growth and enhances the lateral growth.
Moreover, the higher N/Ga ratio on the sidewall also reduces
the Ga desorption/diffusion along the sidewall, further
enhancing the lateral growth. Secondly, the fact that the
nanowires are tapered when a directional N source is used
indicates a nonuniform lateral growth rate along the
nanowire (from the nanowire bottom to the nanowire top).
Treeck et al. have further studied the growth of a GaN
shell using MBE on a GaN nanowire template.®®
Experimentally, they have observed an enhanced shell
formation in the nanowire top region and bottom region
when there is no substrate rotation, and with the substrate
rotation, an improved shell uniformity is obtained, as shown
in Fig. 5(a). They have further investigated theoretically what
if one changes the in-plane angle (f) between Ga and N while
keeping the incident angle of N flux () the same (Fig. 5(b))
under different III/N ratios and substrate rotation speeds. It
is found that the proximity of N to Ga enhances the shell
uniformity, and high substrate rotation speeds and III/N
ratios mimic increasing the proximity of N to Ga. These
observations (both experimentally and theoretically) can be
explained by the surface diffused Ga adatoms along the

(a) (b)

continuous rotation

no rotation

Fig. 5 (a) SEM images of GaN nanowires with a regrown GaN shell
with and without substrate rotation. (b) The model used to explain the
GaN shell formation. Modification with permission from ref. 68.

This journal is © The Royal Society of Chemistry 2025
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nanowire sidewall. Note that the enhanced shell formation in
both the nanowire bottom and top regions could only be
observed with low nanowire densities; for high nanowire
densities, the shadow effect may suppress the formation of
such shells.

4. AlGaN nanowires by MBE

Compared to binary compound semiconductors, the epitaxial
kinetics of ternary compound semiconductors is more
complicated. As an example, for AlGaN ternary compounds,
the incorporation of Ga could be determined by the presence
of Al, due to the much stronger Al-N bond compared to the
Ga-N bond.** The difference in the bonding strength,
together other factors such as surface features, will also affect
the adatom diffusion kinetics along the nanowire sidewall
during the MBE growth of AlGaN nanowires, leading to rich
nanostructures such as AlGaN nanoclusters and Al-rich
AlGaN shells.
discussed in depth previously, e.g., ref. 85-88. In this section,

These features have been reviewed and

1 will discussion the recent studies on how this difference,
coupled with different chamber configurations, affects the
properties of AlIGaN nanowires.

4.1. Effect of different Al sources

4.1.1. Ga incorporation kinetics. For this purpose, two Al
sources at different locations are used.®* The system
configuration is shown in Fig. 6, wherein Al-I is close to the
N source, and Al-II is further away from the N source. The
axial direction of all sources has an angle of around 40
degrees with respect to the substrate normal direction. In the
growth process, as Al-I is close to the N source, the impinged
Al adatoms from Al-I can be captured quickly by the N
source, leaving a minimum diffusion of Al adatoms along the
nanowire sidewall at the growth front. In contrast, for Al-II,
as it is further away from the N source, the Al adatoms from
AHI can diffuse more along the nanowire sidewall at the
growth front. That said, when Al-I is used, Al adatoms tend
to be incorporated more easily on the nanowire sidewall,
favourable for the lateral growth; whereas when Al-II is used,
Al adatoms tend to diffuse more easily along the nanowire
sidewall, unfavourable for the lateral growth. This is also
illustrated in Fig. 6.

Al-l
incorporation

Al-Il migration

«~Q90 >

N\
?\*"\

Fig. 6 Illustration of different Al adatom kinetics at the growth front
when Al sources in two different locations are used.®?
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Fig. 7 [lllustration of different Ga adatom kinetics at the growth front
in the epitaxy of AlGaN nanowires, induced by Al sources in two
different locations. Different colours within the nanowire denote
different device layers.®> The details are described in the main text
when devices are discussed in section 4.1.4. The focus here is to
illustrate Ga incorporation kinetics.

The difference in the lateral growth at the growth front may
cause a drastic difference in the Ga incorporation and thus the
properties of AlGaN nanowires. Note that at typical growth
temperatures for AlGaN nanowires, Ga is highly desorbing.
However, in the case when Al-I is used, the enhanced lateral
growth will reduce the gaps amongst the nanowires at the
growth front, which may in consequence suppress the Ga
desorption from the nanowire sidewall and thus favour Ga
incorporation; this is illustrated in Fig. 7. In contrast, when Al-
II is used, the undermined lateral growth will increase the gaps
amongst nanowires, which may in turn favour the Ga
desorption from the nanowire sidewall at the growth front.

The difference in the lateral growth at the growth front may
also cause different nanowire uniformities. Higher lateral
growth rates may lead to more uniform nanowires, due to the
possibly undermined diffusion of highly mobile adatoms on
the nanowire sidewall. Lastly, it is important to note that the

(@

Fig. 8 SEM images of different AlGaN nanowire samples using different
Al sources.®® The insets are SEM images at higher magpnifications. (a)
Sample A is with Al-I. (b) Sample B is with Al-1l. The difference between
sample A and sample B is whether Al-1 or Al-Il is used. (c) Sample C is
with Al-Il but with optimized growth conditions. The details are
explained in the main text. (d) Sample D is with Al-I. The difference
between sample C and sample D is whether Al-I or Al-1l is used.
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discussions here are on bulk AlGaN nanowires rather than
AlGaN quantum wells or quantum disks in nanowires.

4.1.2. Nanowire morphology. Fig. 8(a) and (b) are the
scanning electron microscope (SEM) images of AlGaN nanowires
grown using similar growth parameters, except that different Al
sources are used, with sample A using Al-I and sample B using
AL It is seen that the AlIGaN nanowires in sample A are more
uniform compared to AlGaN nanowires in sample B, with
respect to the nanowire height and diameter. The detailed
nanowire statistics can be found in ref. 89. Furthermore, it
would further be expected that if the nanowire morphology was
optimized based on AlII, using similar growth parameters but
switching to Al-I could lead to a nanowire coalescence, due to
the enhanced lateral growth at the growth front. It is indeed the
case as revealed by the SEM images of sample C and sample D,
shown in Fig. 8(c) and (d), respectively. Sample C is with Al-II,
and growth parameters for sample C have been optimized to
obtain similar morphology as that of sample A. Sample D is with
AlI but otherwise is similar to sample C in terms of growth
parameters. Note that sample A and sample C have different
growth conditions.

4.1.3. Alloy composition and optical properties. Room
temperature photoluminescence (PL) experiments further

—~
(Y
-~

- Sample A
~— Sample B
+ Sample C
- Sample D

PL Intensity (a.u.)

210 240 270 300
Wavelength (nm)

(b)

- LEDB
LED C

EL Intensity (a.u.)

" o o M - -
200 220 240 260 280 300
Wavelength (nm)

Fig. 9 (a) RTPL of different bulk AlGaN nanowire samples (i.e., without
any quantum wells or quantum disks) using different Al sources.
Samples A, B, C, and D are the same samples as shown in Fig. 8 for
SEM studies. The black dot/dash curves are deconvoluted PL peaks.
The details on the PL experiments can be found in ref. 89. (b) RT EL of
AlGaN nanowire LEDs, correlating to the schematic shown in Fig. 7,
using the two different Al sources. The measurement details can be
found in ref. 85. The LED identification (i.e., LED B, LED C) from the
original study is used. There are no correlations between LED B and
sample B and between LED C and sample C.

2800 | CrystEngComm, 2025, 27, 2795-2804

View Article Online

CrystEngComm

indicate different Ga contents in AlGaN nanowires when the
two different Al sources are used. Fig. 9(a) shows the room
temperature (RT) PL of the four samples correlating to Fig. 8.
First of all, nearly no PL is observed from sample D, due to the
coalescence induced defects that are typically nonradiative
recombination centres. Second, all other three samples show a
PL peak around 210 nm, which is attributed to the presence of
AIN nanoclusters.*>#%9" Third, for sample A, a PL peak
around 242 nm is observed, which is attributed to the PL
emission from AlGaN. However, for sample B, which is grown
using similar parameters as of sample A but using Al-II, only a
very weak PL peak around 236 nm is observed, suggesting a
low Ga content due to high Ga desorption. Sample C is the
optimized (with respect to the nanowire morphology) AlGaN
nanowire sample using Al-IT and an AlGaN PL peak around 240
nm can be seen. The PL intensity difference compared to
sample A could be related to the difference in the light
extraction efficiency (either due to a slight change of the
nanowire density or the variation of Al content). The estimated
Al mole fractions for samples A, B, and C using the Vegard's
law are 68%, 74%, and 71%, respectively.””

4.1.4. Difference in LED device characteristics. AlGaN UV
LED devices using the two different Al sources also exhibit
drastically different electroluminescence (EL) characteristics.
The device structure is schematically shown in Fig. 7, from
bottom to top, it consists of n-GaN seeding layer (around 250
nm), GaN-based TJ, and AlGaN p-i-n homojunctions with
thicknesses of 120 nm, 80 nm, and 120 nm for n-AlGaN, i-
AlGaN, and p-AlGaN layers, respectively. A thin p-GaN contact
layer (5-10 nm) finishes the complete device structure. The
metallization process can be found in ref. 85. As shown in
Fig. 9(b), LED B is the AlGaN nanowire UV LED device using Al-
I and the designed EL emission around 240 nm is observed.
On the other hand, if using similar growth parameters but
switching to AIII (LED C), the AlGaN EL peak is absent,
whereas EL from pure AIN is observed. More detailed
discussions on the EL emission characteristics of LED C,
including the peak at 210 nm, can be found in ref. 85.

4.1.5. Further discussions. It is thus seen that, for self-
organized AlGaN nanowires, if enhancing the Ga incorporation
is the priority, it might be preferred that Al is placed next to N.
This could be applied to the incorporation of highly desorbing
dopant species in typical growth conditions as well, such as Mg.
And then, to minimize compositional nonuniformity, Ga might
be placed next to Al (see discussions in section 2). With this
chamber configuration, it is noted though, the Al diffusion is
compromised, which might not be favourable to achieve
smooth AIN epilayers in metal-rich condition. However, other
techniques such as MME could be used to mitigate this issue.®

On the other hand, recent years have witnessed a growing
interest of using nanowires as dislocation density filters to
obtain compact epilayers and devices, e.g., ref. 93-98. The
analysis here could provide insight on the chamber layout to
enhance the nanowire coalescence.

In addition, the analysis here could also shed new light on
explaining some features related to nanowires, such as

This journal is © The Royal Society of Chemistry 2025
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4.2. Substrate rotation

Fig. 10(a) shows the AlGaN p-i-n homojunction nanowire UV
LED structure used to investigate the effect of the substrate
rotation speed on the device characteristics. The thicknesses
for n-GaN, n-AlGaN, i-AlGaN, p-AlGaN, p-GaN layers are
around 100 nm, 40 nm, 40 nm, 40 nm, and 3 nm,
respectively. Fig. 10(b) and (c) show the SEM images of the
LED structures grown at 4 rpm and 15 rpm, respectively. It is
seen that for the structure grown at 15 rpm, the nanowire
uniformity is noticeably better, which can be explained by
the geometric model described earlier. The detailed nanowire
statistics can be found in ref. 102.

Fig. 10(d) shows the comparison of the I-V
characteristics between the two types of AlGaN nanowire UV
LEDs. It is seen that using 15 rpm can noticeably improve
the forward current of the device. In the meantime, using
15 rpm can also improve the light output power, thanks to
the improved nanowire uniformity at the higher substrate
rotation speed.*

It has been shown earlier that for the epilayer growth of
III-V materials, to minimize the adverse effect of the
directional sources, as well as to “bypass” the effect of
different source configurations, high and carefully chosen
substrate rotation speed is necessary. It is further shown
earlier that high rotation speed leads to a uniform GaN shell.
Discussions in this section also indicate that high rotation

This journal is © The Royal Society of Chemistry 2025

speed improves the AlGaN nanowire uniformity and
consequently the device performance. Therefore, it might be
seen that, using high substrate rotation speed might always
be favourable to mitigate non-ideal chamber configurations.

5. Concluding remarks

In summary, the recent advancement on the MBE grown
AlGaN nanowires, which are an emerging material platform
for UV photonics, as well as high-power and RF electronics,
is discussed in this minireview. Compared to epilayers
wherein only a horizontal surface is involved, the growth of
nanowires is more complicated, due to the presence of an
additional surface, i.e., the sidewall of nanowires. This is
further complicated by different source configurations, as
well as different bonding strengths in ternary compound
semiconductors. As such, the focus of this minireview is on
the chamber configuration dependent material properties
and device characteristics. Given the complexity of the
ultrahigh vacuum (UHV) systems, it might be nearly
impossible for one to vent the UHV growth chamber only for
the source configuration dependent material properties and
device characteristics investigation purpose. I hope this
minireview can provide some useful insight for the material
and device development using AlGaN nanowires and other
semiconductor nanowires beyond AlGaN.
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