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ABSTRACT: Oxide semiconductors are considered one of the promising candidates to
replace silicon as the channel material in ferroelectric field-effect transistors (FeFETs), owing
to their compatibility with low-temperature complementary metal-oxide—semiconductor
(CMOS) processing. However, intrinsic hole deficiency in oxide semiconductors limits com-
plete ferroelectric polarization switching, and practical channel engineering strategies to over-
come this limitation have rarely been demonstrated. This study demonstrates a depletion
charge boosting method via in situ Ar™ plasma treatment during atomic layer deposition
of the indium—gallium oxide (IGO) channel. Under the optimized plasma treatment con-
dition (300 W for 60 s), plasma-induced ionized oxygen vacancies in the IGO front chan-
nel function as depletion charges that compensate for the negative bound charges in the
zirconium-doped HfO, (HZO) layer. The engineered IGO/HZO FeFETs exhibit an
improved memory window of 1.612 V, potentiation/depression cycling up to $120 pulses,
and stable multi-level retention of 100 s for 64 conductance states. Furthermore, the mul-
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tilayer perception-based artificial neural network simulations yield a recognition accuracy of approximately 89% after 125 training
epochs. This depletion charge boosting technology provides a potential pathway for improving oxide channel-based FeFETs toward

neuromorphic applications.

KEYWORDS: ferroelectric field effect transistors, interlayer-free, depletion charge boosting, charge compensation,

zirconium-doped hafnium oxides, indium—gallium oxides
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Bl INTRODUCTION

Over the past several decades, the scaling of metal-oxide—
semiconductor field-effect transistor (MOSFET)-based devices
has been a key strategy for achieving high integration density,
fast operating speed, and reduced power consumption."?
However, further geometric scaling of MOSFET-based devices,
which has primarily relied on lateral scaling of channel dimen-
sions and metal pitches, is approaching its physical limits.®
Therefore, fundamentally new concepts and innovations in
both computing and hardware are required to sustain further
performance improvements.* One approach focuses on over-
coming the intrinsic limitation of the conventional von
Neumann architecture, such as the memory bottleneck, by
adopting neuromorphic computing systems.” These systems
can be realized using neuro-inspired transistors capable of exhi-
biting multi-level conductance states. Such characteristics
enable hardware-level integration of memory and computing,
thereby reducing system latency and energy consumption.”’
Another approach addresses the limitations of two-dimensional
scaling by extending device integration into the vertical dimension
through monolithic three-dimensional (M3D) integration. By
stacking multiple functional layers with vertical interconnects,
M3D integration provides a straightforward and scalable route
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to enhance integration density and system-level performance.
To ensure continued technological advances, the concurrent
development of neuromorphic computing architectures and
advanced M3D integration is essential. In this context, the realiza-
tion of M3D-compatible transistors with multiple conductance
states is of critical importance.”

Multi-level memory operation can be implemented using var-
ious non-volatile memory (NVM) technologies, such as
electrolyte-gated field-effect transistors (EGFETs), floating-
gated field-effect transistors (FGFETs), and ferroelectric field-
effect transistors (FeFETs).*'®'> Among them, FeFETs based
on doped HfO, are regarded as one of the most promising can-
didates, as doped HfO, ferroelectric materials offer favorable
scalability and compatibility with conventional complemen-
tary metal-oxide—semiconductor (CMOS) processes.'>™'¢
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In particular, zirconium-doped HfO, (HZO) can be an attractive
choice because its ferroelectricity can be realized in a simple binary
composition at back-end-of-line (BEOL) compatible tempera-
tures as low as approximately 400 °C."””'® Leveraging these
advantages, HZO-based FeFET's have been widely investigated,
with early demonstrations predominantly based on MOSFET
architectures employing Si channels.”’">* However, M3D integra-
tion of Si-based devices remains challenging, as Si crystallization
requires high annealing temperatures, which can adversely affect
the underlying layers.”® In addition, the formation of defective
SiO, interfacial layers at the HZO/Si junction can lead to the
memory window (MW) narrowing, thereby degrading multi-
level memory characteristics.”*

From this perspective, oxide semiconductors have emerged
as alternatives due to their low temperature processibility with
conventional CMOS processes, as well as their ability to sup-
press the formation of undesirable SiO, interfacial layers.*®
Moreover, oxide semiconductors can be deposited using atomic
layer deposition (ALD) technique, which offers excellent step
coverage and precise thickness control, making them suitable
for M3D integration.zek28 Nevertheless, unlike conventional
n-type MOSFET-based FeFETs, where holes (accumulation
charges) compensate for the polarization charges during erasure,
n-type oxide thin-film transistor (TFT)-based FeFETs suffer from
incomplete erasure due to the lack of holes (inversion charges) in
the channel, as shown in Figure 1a.?° This leads to the MW nar-
rowing, limiting the reliable formation and control of intermediate
states between the programmed and erased states, as shown in
Figure 1b. To address this issue, previous studies have typically
adopted a metalferroelectric-metal-insulator—semiconductor
(MFMIS) structure, in which the inserted metal layer facilitates
polarization switching in the sandwiched ferroelectric layer.'>*
However, this approach requires additional processing steps and
increases the device footprint to ensure sufficient gate capaci-
tance.’’ Consequently, channel engineering of ALD-based oxide
semiconductors is required for achieving reliable multi-level oper-
ation in FeFETs toward M3D integration. However, practical
oxide channel engineering strategies to improve multi-level char-
acteristics have rarely been reported, despite the first demonstra-
tion of the feasibility of oxide semiconductor-based ferroelectric
analog transistors in 2019.”

This work aims to achieve reliable polarization switching in
interlayer-free  oxide semiconductor-based FeFETs for
enhanced multi-state operation via “depletion charge boosting”.
The depletion charges, which correspond to the ionized oxygen
vacancies (Vs) in the channel, can compensate for the negative
polarization charges in the ferroelectric gate insulator (GI) dur-
ing the erase operation.*>** A local depletion charge boosting in
the oxide semiconductor is realized by adjusting Ar* plasma
treatment step during the ALD process of the channel. The
Ar* plasma treatment conditions, including plasma power and
treatment time, are optimized through electrical measurements
and chemical analyses. In addition, the physical property and
spatial distribution of the plasma-induced oxygen vacancies are
elucidated via structural and spectroscopic analyses. Based on
the optimized treatment conditions, the multi-level operation
of depletion charge boosted FeFETs, including endurance and
retention characteristics, is evaluated via comprehensive electri-
cal measurements. Finally, artificial neural network (ANN) sim-
ulations are performed to assess the feasibility of the proposed
depletion charge boosting strategy for FeFET-based neuro-
morphic computing systems.
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B RESULTS AND DISCUSSION

Ferroelectric Property and Channel Engineering in the
FeFET

As the oxide semiconductor channel, indium—gallium oxide
(IGO) was employed owing to its reliable electrical perfor-
mance over other oxide semiconductors, which can be effec-
tively tuned by tailoring Ga®* doping concentration.*> We
first optimized the Ga, O, ratio in the IGO channel by adjusting
the thermal ALD supercycles (see Experimental Methods
for more details.) To evaluate the effect of the Ga,O,
ratio, an IGO-based transistor was fabricated using a SiO,/p™-
Si substrate serving as the GI/gate, as shown in Figure Sla
(Supporting Information). As illustrated in Figure S1b
(Supporting Information), the Ga,O, ratio varied from 16.7
to 50.0%, and the transfer characteristics showed that the on/off
current ratio was the highest when the Ga,O, ratio was 33.3%.
Therefore, an IGO channel with a Ga,O; ratio of 33.3%
(In,0,:Ga,05 = 2:1) was used throughout this work.

Based on the optimized IGO composition, IGO/HZO
FeFETs with a bottom-gate coplanar structure were fabricated,
as shown in Figure 2a (see Experimental Methods for more
details.) For the ferroelectric phase transition in the 10 nm-
thick HZO layer, a W/HZO/W metal—ferroelectric—metal
(MFM) stack was subjected to rapid thermal annealing
(RTA) at 400 °C for 30 s under an N, ambient.'® To confirm
the ferroelectricity of the HZO layer, polarization—electric field
(P-E) hysteresis characteristics were measured using the MFM
capacitor with the identical process, as shown in Figure 2b. The
P—E loop was obtained by applying a triangular voltage wave-
form of +3 V at 1 kHz. After wake-up cycling of 10* cycles,
the MFM capacitor exhibited remanent polarization (2P,) of
36.68 uC-cm 2, indicating appropriate ferroelectricity. In addi-
tion, coercive field (2E) showed minor variations during the
wake-up cycling, as shown in Figure S2 (Supporting
Information). This suggests that the wake-up behavior of
HZO had a negligible impact on the MW of the FeFETs, since
the 2E. is the main factor that determines the MW.>® To con-
firm the crystalline phase of the ferroelectric HZO, grazing inci-
dent X-ray diffraction (GIXRD) measurements were
conducted. As shown in Figure 2c, the GIXRD spectra in the
20 range of 28-33° exhibited a dominant peak at approximately
30.3°. According to the previous reports, the GIXRD peak near
30.5° is attributed to the overlapping (111)o/(011)t reflections,
where (111)o corresponds to the noncentrosymmetric ferro-
electric orthorhombic phase and (011)t to the centrosymmetric
non-ferroelectric tetragonal phase. Considering that the (011)t
peak position is shifted to a higher 20 value relative to the
(111)o peak position, the observed peak maximum at 30.3°
indicates a higher phase fraction of (111)o phase.’”*®
Furthermore, the absence of diffraction peaks related to the
monoclinic phases indicates a stabilized ferroelectric phase in
the HZO. Figure 2d shows the high resolution transmission
electron microscope (HR-TEM) image of the ferroelectric
HZO region. A well-ordered atomic arrangement of Hf and
Zr atoms was observed, with a d-spacing of 2.93 A, confirming
the presence of high-quality ferroelectric phase.

Following the ferroelectric phase transition of the HZO, the
IGO channel layer was deposited by thermal ALD using O,
reactant after patterning a W capping metal to define the
source/drain electrodes. Note that [3-(dimethylamino )propyl]-
dimethylindium (DADI) and trimethylgallium (TMGa) were
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Figure 1. Comparison of charge compensation and memory operation for MOSFET- and oxide TFT-based FeFETs. (a) Schematic illustration of
charge compensation during program and erase operations in MOSFET- and oxide TFT-based FeFETs. (b) Schematic illustration of corresponding
transfer characteristics. Incomplete erasure in oxide TFT-based FeFET's due to the lack of inversion charges is the key challenge to address in this

work.

used as the precursors for indium and gallium, respectively. The
channel width and length were defined as 100 and 10 pm,
respectively, as shown in the digital microscope image in
Figure S3 (Supporting Information). During the ALD process,
Ar* plasma treatment was introduced after the deposition of a
nominal 2.5 nm-thick IGO layer (12 cycles), as shown in
Figure 2e. The plasma treatment was carried out in situ within
the ALD chamber simply using the Ar carrier gas and radio fre-
quency (RF) power source integrated into the ALD system. It is
worth noting that the Ar" plasma treatment is known to
increase V, concentration in the oxide semiconductor through
the preferential sputtering of oxygen atoms, which are relatively
lighter than constituent metal atoms.>”** We expect that these
Vg species, whose charge state is clarified through various anal-
yses in the next section, can provide sufficient depletion charges
and contribute to the complete erasure, leading to enhanced
multi-level properties in IGO/HZO FeFETs. However, exces-
sive V, formation in the oxide channel surface can also cause
reliability issues.*"** Therefore, an additional 4.6 nm-thick
IGO layer (22 cycles) was deposited to mitigate these effects
and achieve local depletion charge boosting in the front channel
region.
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Effect of Ar" Plasma Treatment on Depletion Charge
Boosting in IGO/HZO FeFETs

The Ar* plasma treatment conditions were optimized through
electrical measurements and various analyses. Figure 3a pre-
sents the transfer characteristics of IGO/HZO FeFETSs depend-
ing on Ar* plasma power (0, 100, 200, 300, and 400 W), while
the treatment time was fixed at 60 s. The transfer characteristics
were measured by sweeping the gate voltage from —2 to 4 V and
subsequently from 4 to —2 V, under a fixed drain bias of 1.1 V. It
should be noted that the transfer characteristics were measured
over at least five cycles as the MW in the first cycle can be over-
estimated due to the initially random orientation of ferroelectric
domains.** Regardless of the plasma power, the gate leakage
was as low as 1077 A, indicating robust insulating property of
the HZO, as shown in Figure S4 (Supporting Information).
In the non-treated device (0 W), the MW was barely observ-
able, and the on-current was as low as approximately 107> A.
As the plasma power increased, the counterclockwise hysteresis
became more pronounced, and the average MW values for five
consecutive cycles were 0.476, 0.432, 1.612, and 1.936 V
for 100, 200, 300, and 400 W, respectively. In contrast, the
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the ferroelectric crystallization of HZO was achieved using the same process as that for FeFET fabrication. (c) Corresponding GIXRD spectra for the
ferroelectric HZO film. (d) HR-TEM image of the ferroelectric HZO film. (e) Schematic illustration of the ALD sequence timeline for IGO depo-

sition designed for depletion charge boosting.

on-current exhibited a different tendency: it increased up to
300 W but sharply decreased at 400 W. This tendency is sum-
marized in Figure SS (Supporting Information), where the
box plot is based on the five consecutive measurements.

To investigate the effect of Ar* plasma power, X-ray reflectiv-
ity (XRR) analyses were performed on the IGO front channel
region, as the plasma treatment was applied exclusively to this
region. Figure 3b presents the spatially resolved-XRR spectra
of IGO thin films subjected to various plasma powers in the
26 range of 0-10°. For the non-treated film (0 W), clear inter-
ference fringes were observed, and the fitted thickness was
approximately 2.32 nm. As the plasma power increased, the
fringe intensity gradually diminished, indicating a reduction in
film thickness.** In addition, the enlarged XRR spectra in
Figure 3c show a steeper decay slope at higher plasma powers,
suggesting increased surface roughness, which is likely responsi-
ble for the abrupt on-current degradation in transfer character-
istics at 400 W.*Figure 3d summarizes the critical angle of XRR
spectra for IGO film depending on the plasma power. The crit-
ical angle was determined as the point at which the intensity
decreases to one-half of the plateau value, as shown in
Figure S6 (Supporting Information).*® For the non-treated film,
the critical angle was approximately 0.75°, whereas the plasma-
treated films exhibited relatively lower critical angle values of
0.65°, 0.60°, 0.61°, and 0.58° for 100, 200, 300, and 400 W,
respectively. Notably, no significant differences in the critical
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angle were observed among the samples treated at 200—
400 W. Considering the correlation between the critical angle
and film density, these results indicate that the plasma treat-
ment itself decreased the film density; however, the density
did not tend to decrease proportionally with increasing plasma
power.”” According to previous reports, the film density of
oxide semiconductors is related to the formation of Vi, and
an increase in V concentration is generally associated with
reduced film density.*® Therefore, although Ar" plasma treat-
ment promoted the generation of V,, it is expected that the
Vo concentration did not monotonically increase as plasma
power increased. This raises the question of why the MW
increased with plasma powers. We infer that the MW enhance-
ment could be associated with the proximity of V to HZO,
rather than the amount of V5. Generally, ferroelectric polariza-
tion can be stabilized by interface or surface charges of the fer-
roelectric thin film.* Given that the plasma-induced Vs are
predominantly formed at the film surface, the reduction in
IGO thickness with increasing plasma power implies closer
proximity of the V-rich region to the IGO/HZO interface.
Accordingly, ionized Vs generated during erasure are expected
to contribute more effectively to charge compensation as the
plasma power increases, which is consistent with the tendency
observed in the transfer characteristics shown in Figure 3a.
However, higher plasma power also increased the surface
roughness of the IGO front channel, which could potentially

https://doi.org/10.1021/acsami.6c10355
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(a) Transfer characteristics depending on plasma power
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Figure 3. Electrical characteristics and spectroscopic properties of IGO/HZO FeFETs under Ar' plasma treatment. (a) Transfer characteristics of
IGO/HZO FeFETs depending on Ar* plasma power (0, 100, 200, 300, and 400 W). (b) Spatially resolved XRR spectra measured over the 20 range
of 0-10° and (c) enlarged XRR spectra in the 20 range of 0.3-1.5° for the IGO front channel region depending on Ar" plasma power.
(d) Summarization of the critical angle extracted from the XRR spectra as a function of Ar* plasma power. (e) Transfer characteristics of
IGO/HZO FeFETs depending on Ar" plasma treatment time (0, 20, 40, 60, and 80 s). (f) Spatially resolved XPS spectra of In 3d (441-455 eV)

and O 1s (527-535 €V) depending on Ar* plasma treatment time.

induce device reliability issues. Therefore, the optimal condition
was determined not solely by the maximum MW alone, but by
considering both the MW and the on-current, with 300 W iden-
tified as the most favorable condition.

Based on the optimized plasma power condition, the plasma
treatment time was varied. Figure 3e shows the transfer charac-
teristics of IGO/HZO FeFETs depending on the Ar" plasma
treatment time (20, 40, 60, and 80 s), while the plasma power
was fixed at 300 W. As shown in Figure S7 (Supporting
Information), the gate leakage current remained approximately
107 A, indicating that the gate leakage had a negligible effect on
the hysteresis behavior. As the Ar" plasma treatment time
increased, the average MW values for five consecutive measure-
ments were 0.264, 0.876, and 1.612 V for 20, 40, and 60 s,
respectively; however, the MW became unobservable at 80 s.
These trends are summarized in Figure S8 (Supporting
Information), where the box plot is based on the five consecutive
measurements. To understand this behavior, X-ray photoelectron
spectroscopy (XPS) analyses were conducted. Similar to the XRR

41272

analysis, XPS measurements were performed for the IGO front
channel region only. As shown in the In 3d spectra in Figure 3f,
the doublet peaks of In 3ds,, and In 3d, ,, exhibiting an intensity
ratio of 3:2, were observed regardless of the plasma treatment
time. The binding energies corresponding to the In-O bond are
theoretically located at approximately 444.4 eV for In 3d;,, and
451.9 eV for In 3d;,,.*° As the plasma treatment time increased,
both peaks exhibited a slight shift toward lower binding energy,
suggesting an increased contribution from metallic In compo-
nents.’! In addition, the O 1s spectra shows the main peak near
530.0 eV shifts toward higher binding energy with increasing
plasma treatment time. It should be noted that, in the case of
XPS surface analysis, compositional analysis based on peak decon-
volution may be inaccurate due to contamination from external
contaminants such as moisture. Hence, the discussion in this sec-
tion focuses primarily on peak shifts, while quantitative analysis is
presented in the next section.>? In oxide semiconductor films,
the O 1s peak at 530.0 eV is generally attributed to metal-oxide
(M-O) bonding, and a positive shift is associated with an

https://doi.org/10.1021/acsami.6¢10355
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increased fraction of non-lattice components which are closely
related to the formation of V,,.** These results indicate that pro-
longed plasma treatment promotes the generation of Vi, in the
IGO front channel region. This interpretation is consistent with
the monotonic increase in the MW observed in Figure 3e as the
plasma treatment time increased up to 60 s. However, further
increased generation of V, at 80 s likely induced a pronounced
negative shift in the threshold voltage (Viyy), rendering the IGO
channel conductive within the operating voltage range, leading
to unreadable MW.>* Based on these results, it was confirmed that
plasma power influences the relative position at which V is gen-
erated, whereas plasma treatment time affects the amount of V.
Accordingly, the optimal condition for depletion charge boosting
was determined to be an Ar* plasma power of 300 W with a treat-
ment time of 60 s. To confirm the reproducibility of this opti-
mized condition, the device-to-device variation was evaluated, as
shown in Figure S9 (Supporting Information). The measured
devices exhibited consistent MW, indicating that the optimized
plasma treatment condition provides a stable device response.
Finally, the position of the Ar" treatment was varied based
on the optimized conditions of 300 W and 60 s, as shown in
Figure S10 (Supporting Information). When the Ar* plasma
treatment was performed after the nominal deposition of a
1.3 nm-thick IGO layer, the MW was significantly degraded.

This could be attributed to the formation of oxygen-deficient
defects near the IGO/HZO interface, which could narrow the
MW via charge trapping. In contrast, when the Ar* plasma
treatment was applied after the nominal deposition of a
5.0 nm-thick IGO layer, the MW disappeared. In addition, the
transfer characteristic appeared similar to that of the non-
treated device, indicating the plasma treatment did not have
meaningful effect on polarization switching. Therefore, the opti-
mized plasma treatment position was determined to be after the
nominal deposition of a 2.5 nm-thick IGO layer.

The structural properties of the IGO/HZO FeFETs with and
without Ar" plasma treatment were investigated using
HR-TEM. Figure 4a presents cross-sectional HR-TEM image
of the W/IGO/HZO/W stack for both cases. Each layer was
identified based on the energy dispersive spectroscopy (EDS)
mapping results shown in Figure S11 (Supporting
Information). The top W layer was deposited as a protective
layer during focused ion beam (FIB) processing, so no addi-
tional annealing was conducted after the deposition of the pro-
tective layer. Consistent with the XRR results, the thickness of
the IGO channel decreased from 7.1 to 6.2 nm when plasma
treatment process was introduced, indicating sputtering of the
IGO layer during the plasma process. The HR-TEM images
indicate the presence of crystalline phases in the IGO channel,

(a) HR-TEM image with FFT analysis
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Figure 4. HR-TEM images and EELS spectra. (a) HR-TEM images of non-treated and plasma-treated W/IGO/HZO/W stacks. IFFT images used
to confirm crystallinity were obtained from regions (A) and (C) for the IGO channel and (B) and (D) for the HZO GI, respectively. (b) Spatially
resolved EELS spectra of non-treated and plasma-treated IGO channels. The positions at which the spectra were acquired are indicated in the cor-
responding ADF images. (c) Enlarged EELS spectra near the CB edge region. The spectra denoted as (2), (10), (12), and (20) are magnified to

compare the CB edge states.
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possibly due to annealing in ambient air at 300 °C. A compari-
son between regions (A) and (C) shows representative d-
spacings of 2.64 and 2.65 A, respectively, as determined by
inverse fast Fourier transform (IFFT) images. This result sug-
gests that the plasma treatment did not significantly affect the
crystallinity of the IGO film. However, the d-spacing values
were smaller than the representative d-spacing of the (222)
plane of In,0, (approximately 2.92 A).*® This reduction could
be attributed to the incorporation of Ga into the In,O, lattice,
as Ga has smaller atomic radius than In.>* Furthermore, crystal-
line ordering was also observed in the 10 nm-thick HZO layer.
The IFFT images of regions (B) and (D) show d-spacings of
2.92 and 2.93 A, respectively, corresponding to the ferroelectric
(111)o phase of HZO. This is attributed to the thermal stress
induced during the RTA process of the W/HZO/W stack.!®

To examine the spatial distribution of V across the entire
IGO channel depending on the Ar* plasma treatment, electron
energy loss spectroscopy (EELS) measurements were per-
formed. Figure 4b shows the annular dark field (ADF) images
of the W/IGO/HZO /W stack together with the corresponding
spatially resolved EELS spectra. The measurement positions of
the O K-edge spectra are labeled as (1)-(10) for the non-
treated sample and (11)—(20) for the plasma-treated sample
in the ADF image. In In,O, and Ga,O; crystals, the O K-
edge typically exhibits a doublet peak at approximately
535.0 eV (In Ss and Ga 4s, denoted as p,), and 540.0 eV (In
Sp and Ga 4p, denoted as p,).>>*° In the non-treated sample,
the doublet peak was observed across the channel region. The
plasma-treated sample on the other hand, showed a noticeable
suppression of the doublet peak in the front channel region.
In particular, the two peaks appeared partially merged at the
positions (11)—(15). In general, merging of the O K-edge dou-
blet peaks in the oxide thin films is attributed to the excessive
oxygen incorporation or oxygen deficiency.’” Specifically, it is
more likely related to the oxygen deficiency considering the
results from the XRR and XPS analyses.

To elucidate the nature of this deficiency and examine its
spatial distribution, the conduction band (CB) edge region of
the O K-edge spectra was analyzed, as shown in Figure 4c.
For the non-treated sample, EELS spectra acquired at positions
(2) (front channel region) and (10) (back channel region)
exhibit a band edge state (denoted as D1) centered at 530.80
+ 0.05 eV. In contrast, the plasma-treated sample, EELS spectra
acquired at positions (12) (front channel region) and (20)
(back channel region) show not only the D1 component but
also an additional state at 529.95 + 0.05 eV (denoted as D2).
Notably, the D2 component was more pronounced in the front
channel region. These results indicate that plasma treatment
induced additional CB edge states, with a higher concentration
near the front channel region. Such band edge states are gener-
ally recognized as positively charged donor-like states, suggest-
ing that a fraction of the generated Vs readily existed in
ionized states.>**” This interpretation is also supported by the
transfer characteristics of the IGO-based transistors with a
non-ferroelectric HfO, gate insulator with and without plasma
treatment, as shown in Figure S12 (Supporting Information).
In the plasma-treated device, the on-current increased and more
pronounced clockwise hysteresis was observed compared to the
non-treated device, indicating that the plasma treatment
induced additional mobile carriers, possibly originating from
ionized Vgs. Consistently, the Hall measurement results for
the front channel region show that the plasma-treated front
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channel layer exhibited a higher carrier concentration and lower
sheet resistance than the non-treated film, as shown in
Figure S13 (Supporting Information). Considering that the car-
rier generation in oxide channels is associated with the forma-
tion of the ionized Vs, the Hall measurement results further
support the plasma-induced generation of ionized Vs in the
front channel region. These ionized Vs are therefore expected
to function as depletion charges that compensate for the nega-
tive polarization charge in the ferroelectric HZO.

To verify whether ionized Vs are responsible for the MW
improvement, the IGO/HZO FeFET with both Ar" plasma
treatment and subsequent O, plasma treatment was fabricated,
as shown in Figure S14a (Supporting Information). Note that
the O, plasma treatment was also performed in situ within
the ALD system, and the plasma power and treatment time
were 300 W and 60 s, respectively. As shown in Figure S14b
(Supporting Information), both the on-current and MW were
severely degraded when the O, plasma treatment was applied.
This result implies that the generated ionized Vs were com-
pensated by the O, plasma treatment, confirming that the ion-
ized Vs play a critical role in improving the device
characteristics.

Enhanced Multi-Level Operation and Digit Classification
Simulation Based on the Plasma-Treated IGO/HZO FeFETs

Based on the optimized plasma condition, the multi-level char-
acteristics of the IGO/HZO FeFETs with and without plasma
treatment were comparatively evaluated. To assess their poten-
tial for analog neuromorphic computing, multi-level long term
potentiation (LTP) and long term depression (LTD) character-
istics were measured. Considering that LTP/LTD properties
reflect the gradual adjustment of connection strength between
biological synapses, such synaptic characteristics are important
for implementing neuromorphic application.*” Initially, LTP
and LTD characteristics of the plasma-treated device were mea-
sured using an identical pulse scheme, as shown in Figure S15a
(Supporting Information). However, the resulting synaptic
weight update exhibited poor linearity, which is disadvanta-
geous for accurate learning, as shown in Figure S15b
(Supporting Information). To ensure learning accuracy, an
incremental pulse scheme was used for linear synaptic weight
updates.’>**> As shown in Figure Sa, potentiation pulses were
applied from 1.000 to 2.575 V with a step of 0.025 V, while
depression pulses were applied from —0.500 to —2.075 V with
a step of —0.025 V. As a result, 64 pulses were applied for both
potentiation and depression. The pulse width and interval were
50 and 100 ms, respectively. A read pulse of —0.500 V with a
duration of 1 ms was used to measure the post synaptic current
(PSC). Figure Sb shows the LTP/LTD characteristics depend-
ing on plasma treatment. In the non-treated device, PSC exhib-
ited minor variations during pulse application. On the other
hand, the plasma-treated device exhibited gradual increases
and decreases in PSC during potentiation and depression,
respectively. In addition, we examined the device-to-device sta-
tistics of the multi-level conductance characteristics using seven
devices, as shown in Figure S16 (Supporting Information).
This behavior can be understood based on the schematic
mechanism illustrated in Figure 5S¢, based on the previous elec-
trical measurements and analyses. Plasma treatment partially
broke M—O bonding in the front channel region of the IGO lat-
tice, generating additional electrons and ionized Vs. During
the program operation, the electrons contribute to the
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Figure 5. Synaptic properties of the plasma-treated IGO/HZO FeFETs and proposed mechanism. (a) Schematic illustration of the incremental
pulse scheme for LTP/LTD evaluation, and (b) corresponding LTP/LTD characteristics for non-treated and plasma-treated IGO/HZO FeFETs.
(c) Schematic illustration of the proposed mechanism underlying the enhanced multi-level operation in plasma-treated FeFETs. (d) Repetitive
LTP/LTD cycling characteristics and (e) retention characteristics for 64 PSC states.

compensation of positive polarization charges in the HZO. As
the device switches to the erase state, electrons are scattered
to the back channel region, leaving depletion charges in the
front channel. These depletion charges compensate for the neg-
ative bound charges, facilitating polarization reversal.
Specifically, the extent of polarization reversal is governed by
the concentration of depletion charges in the front channel,
enabling stable formation of intermediate conductance states.
In the non-treated device on the other hand, the insufficient
amount of depletion charges that can substitute holes prevents
effective polarization reversal in the HZO layer during erasure,
resulting in MW disappearance.””®*®* Consequently, the
reduced MW limits reliable intermediate state formation, lead-
ing to degraded LTP/LTD characteristics. Figure 5d demon-
strates repetitive LTP/LTD cycling using 64 consecutive
potentiation pulses followed by 64 depression pulses for the
plasma-treated IGO/HZO FeFET. After applying a total of
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5120 input spike pulses, reliable PSC level modulation was
maintained, indicating reliable synaptic weight update under
repeated operation. Furthermore, retention characteristics for
the 64 states were evaluated via the depression pulse scheme.
As shown in Figure Se, the 64 PSC levels exhibited no obvious
degradation after 100 s.

To assess the practical applicability of the plasma-treated
FeFET for neuromorphic computing, ANN simulations were
conducted. The recognition performance was evaluated using
the binarized handwritten image dataset from Modified
National Institute of Standards and Technology (MNIST).
Figure 6a illustrates the multilayer perception (MLP)-based
ANN architecture provided by the NeuroSim simulator.®® The
ANN consisted of 400 input neurons, 100 hidden neurons,
and 10 output neurons. The 400 input nodes correspond to
the 20 X 20 pixel images derived from the cropped MNIST
dataset. Figure 6b shows the pseudo-crossbar array structure
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Figure 6. MLP-based ANN simulation results. (a) Schematic illustration of the ANN with three-layered architectures comprising 400 input neurons,
100 hidden neurons, and 10 output neurons. (b) Schematic illustration of the pseudo-crossbar array structure used in the simulation, where a unit cell
consists of one access FET and one FeFET. (c) Exponential fitting results of the measured LTP/LTD characteristics for the first and last cycles.
(d) Recognition accuracy as a function of training epoch for the ideal device (simulated assuming NL = 0 with perfect symmetry) and the real device
(simulated with extracted NLs). For the real device, the simulations were performed with and without 20% read noise. (e) Confusion matrices dem-
onstrating classification performance on the MNIST handwritten digit dataset of the real device without read noise.

used in the simulation. Consistent with the FeFET architecture
from the NeuroSim simulator, each synaptic cell comprises one
access FET and one FeFET. Figure 6¢ shows the nonlinearity
(NL) based on the first and last LTP/LTD cycles for the
plasma-treated FeFET. The NL values were extracted from
the measured LTP/LTD characteristics using eqs 1-3 with
exponential fitting using MATLAB:

Grrp =B(1 - eip/A) + Gin (1)
GLp = — B(l - e(pr"‘“)/A) + Ginax ()
B= (Gmax - Gmin)/(l - eanm/A) (3)

Here, G;p and Gy denote the conductance values at a
given spike pulse number during potentiation and depression,
respectively. G, and G, represent the minimum and maxi-
mum conductance levels, respectively. P indicates the number
of applied spike pulse, while P___corresponds to the total num-
ber of pulses required to modulate the conductance from G,
to G,,.°%A is the parameter that characterizes NL, and B is
the fitting constant that is expressed as the function of
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A. Exponential fitting of the measured conductance update
showed the NL of 1.09 for LTP and —4.09 for LTD in the first
cycle, and 1.75 for LTP and —3.50 for LTD in the last cycle.
Note that the ideal NL value corresponds to 0. The dynamic
range, defined as G,./G,;,, was 10.82 for the first cycle and
5.72 for the last cycle. Based on these parameters, synaptic
weight updates were performed using 60,000 MNIST training
images, and the recognition rate was evaluated using 10,000 test
images. Figure 6d shows the recognition accuracy as a function
of training epoch over 125 epochs. Since read noise can also
affect the system performance, ANN simulations for the real
device was additionally pefromed with 20% read noise.®®7°
Using the first cycle conductance update characteristics, the real
device achieved a recognition accuracy of approximately 89%,
which is comparable to that of the ideal device with perfectly
symmetric LTP/LTD characteristics and NL = 0 (approxi-
mately 94%). The accuracy remained approximately 85% when
applying 20% read noise. Using the last cycle conductance
updates, the recognition accuracy of the real device was
approximately 85%, while the corresponding ideal device
showed approximately 90%. Under 20% read noise, the real
device accuracy was maintained at approximately 83%.
Figure 6e shows the confusion matrices obtained using the
first and last cycle conductance update characteristics without
read noise, where the diagonal red components indicate reli-
able classification of handwritten digits. When 20% read
noise was included, the confusion matrices still exhibited pro-
nounced red diagonal components, indicating reliable

https://doi.org/10.1021/acsami.6¢10355
ACS Appl. Mater. Interfaces 2026, 18, 41268—-41280

920z Jequisidag 0g uo Jasn AINN IISNOA Aq Jpd-aGGe01-9202-We/ySyZ8659/892 L ¥/0€/81/pd-ajoie polwee/B10°soe sqnd wouy papeojumoq


http://www.acsami.org?ref=pdf
https://doi.org/10.1021/acsami.6c10355

ACS Applied Materials & Interfaces

www.acsami.org

Research Article

classification performance, as shown in Figure S17 (Supporting
Information). These results demonstrate the feasibility of the pro-
posed channel engineering strategy for neuromorphic computing
applications.

B CONCLUSIONS

In this work, we demonstrate a channel engineering technology
for IGO/HZO FeFETs by introducing an in situ Ar* plasma
treatment process during the ALD. Optimization of plasma
power and treatment time led to an optimal condition of
300 W for 60 s, achieving a MW of 1.612 V and an on-
current of approximately 3 X 10> A. Structural and spectro-
scopic analyses confirmed the formation of localized oxygen
deficiency in the front channel region by plasma treatment,
and further examination of CB edge states verified that these
deficiencies correspond to ionzied Vgs. The ionzied Vs
formed in the front channel of crystalline IGO acted as deple-
tion charges that compensate for the negative polarization
bound charges of HZO during erasure, thereby enabling reliable
polarization switching. This resulted in enhanced multi-level
operation characteristics, including stable LTP/LTD cycling
over 5120 pulses and retention of 64 conductance states for
100 s. Using experimentally extracted NL and dynamic range
values, ANN simulations were performed to evaluate practical
applicability for neuromorphic computing. The device showed
approximately 89% recognition accuracy on the MNIST data-
set, which was comparable to that for the ideal device. These
results suggest that depletion charge boosting through plasma-
assisted channel engineering could provide potential approach
toward M3D-compatible analog FeFETs for neuromorphic
applications.

B EXPERIMENTAL METHODS
Fabrication of the FeFETs

As the bottom gate electrode, SO nm-thick W was deposited on a
120 nm-thick thermal SiO,/p*-Si substrate by RF sputtering. The bot-
tom gate was patterned via photolithography followed by wet chemical
etching. Standard clean-1 (SC-1) solution (NH,OH:H,0,:H,0 =
1:2:5) was used as the W etchant. The samples were subsequently
cleaned with acetone, methanol, and deionized water to prevent any
contamination prior to GI deposition. A 10 nm-thick HZO layer was
deposited as the ferroelectric GI using thermal ALD method. The
detailed HZO ALD process is described in our previous report.** For
the ferroelectric phase transition, a 50 nm-thick W capping layer was
deposited on the HZO, followed by RTA at 400 °C for 30 s under
N, atmosphere. The W capping layer was then patterned using the
same photolithography and etching process as the gate electrode to
define the source/drain electrodes. The resulting channel width and
length were 100 and 10 pm, respectively. The IGO channel was depos-
ited by thermal ALD using DADI, TMGa and O, as the indium precur-
sor, gallium precursor, and oxidant, respectively. The growth per cycle
values for In,0, and Ga,O, were approximately 0.7 A/cycle. To opti-
mize the In,0,:Ga, O, ratio, the supercycle ratio was varied from 1:1 to
1:5, and the supercycles were repeated until a theoretical thickness of
7.1 nm was achieved. The optimal composition was identified as
In,0,:Ga, 05 = 1:2. Based on this condition, 12 supercycles were first
deposited to from the front channel, followed by in situ Ar* plasma
treatment within the ALD chamber. Subsequently, an additional
22 supercycles were deposited to form the back channel. For compar-
ison, the Ar" plasma treatment conditions were varied, with RF power
ranging from 0 to 400 W (0, 100, 200, 300, and 400 W) and treatment
time ranging from O to 80 s (0, 20, 40, 60, and 80 s). After IGO
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deposition, the channel region was defined by photolithography and
wet chemical etching using an HCI:H,O = 1:10 solution. Finally, the
devices were annealed in ambient air at 300 °C for 30 min to improve
the film quality.

Fabrication of the MFM Capacitors

The W/HZO/W stack was deposited on a 120 nm-thick thermal SiO,/
p*-Si substrate, using the same method as the FeFET fabrication. Note
that the bottom W electrode was not patterned. Then, the sample was
subjected to RTA at 400 °C for 30 s under N, atmosphere, for ferro-
electric phase transition. Finally, the top W capping layer was patterned
via photolithography and wet etching, for top contact electrode
formation.

Measurement and Characterization

The electrical measurements of the MFM capacitors and FeFET's were
conducted using a semiconductor parameter analyzer (42004, Keithley
Instruments, USA) at room temperature under dark conditions. To
confirm the ferroelectric phase of the HZO layer, XRD (SmartLab,
Rigaku, Japan) measurements were performed after completely remov-
ing the top W capping layer following the RTA process. XRR
(SmartLab, Rigaku, Japan) and XPS surface (K-alpha, Thermo Fisher
Scientific, U.K.) measurements were conducted to investigate the influ-
ence of plasma treatment on the IGO films. The structural and elemen-
tal analyses in the IGO/HZO stacks were performed using HR-TEM
(Titan 80-300, FEI Company, USA) equipped with EDS mapping
and EELS system. Cross-sectional HR-TEM specimens were prepared
by an FIB (Crossbeam 350, ZEISS, Germany) milling process. The
Hall mobility and sheet resistance of the IGO films were measured
using a Hall effect measurement system (HMS-3000, ECOPIA,
Republic of Korea).

ANN Simulation

MLP-based ANN simulations were performed using the open-source
NeuroSim V3.0 simulator developed by Prof. Shimeng Yu’s research
team.%® The extracted NL and dynamic range parameters, along with
the applied pulse scheme, were incorporated into the simulation
code. NL extraction was carried out using MATLAB R2024b
(MathWorks, Natick, MA, USA), and the recognition accuracy sim-
ulations were executed on a Linux-based Ubuntu 22.04 (Canonical
Ltd., London, UK.).
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