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Abstract

To develop high-efficiency solar cells on inexpensive substrates, the direct synthesis of polycrystalline I1I-V

compound semiconductor films has been investigated for decades. Here, we propose a synthesis technique for large-

grained GaAs films using recently-developed Ge seed layer technologies, including advanced solid-phase

crystallization and metal-induced layer exchange. The 500-nm-thick GaAs films epitaxially grown from the Ge seed

layers (grain size: 1-300 um) at 550 °C inherited the grain size (grain boundaries) in Ge. With increasing grain size,

the photoresponsivity corresponding to GaAs increased from 10-3000 mA W' under a bias voltage of 0.3 V. The

maximum photoresponsivity of the GaAs film reached 3000 mA W™, which was close to that of the GaAs film formed

on a single-crystal Ge wafer. Furthermore, the GaAs film grown on a flexible plastic film (highly heat-resistant

polyimide) at 500 °C exhibited the photoresponsivity reaching 980 mA W~!. These achievements will pave the way

for high-efficiency and versatile solar cells based on polycrystalline III-V compound semiconductors.
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1. [FL®IZ

KFEHMORENFRIL H-V TSP RIc k> TH
BFENET CTEZ . LnL, IAMEWZEBIGHIRFE
HIZIRBNTE 2. ZOER=aAMEIZIIT T, GaAs %D
LA AHETE 2 R SR TR MR LIC B 475
Bt ORI CEDS, G RO B MR FER L, I55
WEO ) — « R RICGRER S, 2T, TTARTTA
F o772 & ORFEMR I E B 72 % i (Polycrystalline;
poly-) GaAs WEZEHEE KT AN EH <A THhILTET.
— BRI, ZAERIE T, KRBT OFBEFLELT
BT, FERI AR EWIEE KIS E MO ZEHsh =R 1T m k-
T5 78, 255 GaAs KEGEMICEE 2B IEICLY, K
£E 100 pm TIXEHZNE 22% 54 HBONHEVIFHERI LT
59, ZHET, HafgHtk LIC GaAs AR T2 5AlF L LT,

HZEAEVR 09, BRI 109, bR A s 202078
DFFRENTEZ, LhL, KRR GaAs O A RIZREET
HY, K BEMENEE A0 LR E RS X 0N 726X
ARy

Ge 1L GaAs U485 T AT 5720, GaAs RO X% v/L
T TL—heLTHWONTE R 229, 2070, ik
W I RRIAR 7 Ge A TERLL, GaAs ZTE XX vk E
SELEAM RSN TEZ 52D, T4, &R LIOBRL
72 Ge FE_EIT GaAs #9528 T, 11.5%D L1
HIVTND 2. K GaAs BEITE um FRIE ORI THHZLES
25k, LMD KRRACICEZVERNR O EBSHIFEND.

Fx o ETI, #REK oL Ge IO & E &
R A B L CE T2, [EAHRR (Solid-phase crystallization;
SPC) JEIZEWTC, AR B L OBLEREOEHR 2, T
HUR i O 30, R (Sn, Sb, As) BN 313X, %
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il Ge DRt PRI % IRV EEFH (0.01-20 pm) THIEIL7-. &
Iz, Al kg 224 (Al-induced crystallization; AIC) 5 3439
(2, KR (> 100 um) 72 Ge v —R & 363DERLL,
NI EE B2 AT B IR R GaAs BB 3839% EZEL 72, AHJF
T, b Ge RIRHIBIEAINATEH 35287T, ZiEd
GaAs DS SRR % JEVOVEIPH (1-330 um) THIBEIL, 2458
GaAs JEDRE R &5 YRR EE R E D AH B A EBRAYICIA H>
U7z, &5, REfia 7T AT v 7 R BRI 352L T,
LA - - LR THY R EmWAE AL D TV Rk
SRR TR T VKGO RT Y VE R LT

2. RERAE

SPC {ERB LN AIC HEIZRY, kR & 2k SRR a2 Ge &
—RE % A5 T AR B IC/E LU= (Fig. 1). SPC % (Fig.
1(a)) T, 200 nm JEDIELE (Amorphous; a-) Ge BiF{A%
HEREL 72, 22T, Hbia 125 °C ITINBAL 2 3 HERfE 528
T, a-Ge DEBIEALAM L. ZD%, No FIHR H CEGLE
(BVERIE T : Tanneal = 375-450 °C) Z4THZ & ThEM LA A
L7z. AIC ¥ (Fig. 1(b)) TiZ, 50 nm JED Al f£& 70 nm JED
a-Ge A AR ZIEIZIDFEIEHEFEL7-. a-Ge/Al BORNTIE,
Al % K55 (B tae = 1-10 min) 97524 °C, AlO:
JEER LTz, D%, N P H T 350 °C OFLIEZ(TH
ZET, ALEE Ge IO @AM A FH R LT, BUAF%, k&
D Al BEO A0, JBIIATIR HF B (1.5%) I ROBREAAT
S72. FDH%, % Ge > —FE L2, 500 nm JED GaAs fEZ 4y
FRRTE X —YRIZ I EARIRE 550 °C CRUELT-.

YERIL7= Ge > —KRJ&% 4 2P Group (2531, 4 Group ®
ZEAMZ2 % Table 1 1I2FE 872, SPC-Ge (Group A-C) Tl
Ge DOFE ki EHIE T 572912, Sb(Sb #EEE:2.8 x 102
em ) BE As(As EE 1 Cas = 1.0 x 10°-5.9 x 102 cm3) %
a-Ge FUZIRNILTZ. SbX° As HEDO AWM —E 71, Ge Jit
FOVAT V= araRELE AR EAERIEL720,
AR IR — U MR EE ISR ELIRTET 5 3239, RIFFET
1, KGR Z BT DL THE R HIEL-. 4 Ge
L — R ORGSR R 1T FE T8 % 5 HUEL BT (Blectron back
scattering diffraction; EBSD) {EIZLVFHIL 7. b7 |
TRIZEY, Ge JBOKE SR A L OEPE (1-330 um) Tl
L7

FAEI, TIAF v 7 B (RN AIN T 41 A
XENOMAX) EIZ AIC VEIZEY Ge v —REAF AL, 500 nm

@)

2y
( : o
aGe _ ‘ Poly-Ge h 2 »
Glass | glass B 10lum o g
Annealing Olass
MBE of GaAs
(b) A, -
4
3-Ge ‘
Poly-Ge Poly-Ge
glass Qlass Qlass
Annealing Al removal
Fig. 1 REMEROEK. (a) SPC-Ge L IZHEHLLT= Group

A-C OFREHB I (b) AIC-Ge HIZERELLT= Group D O
£ X HZ SPC-Ge (Sb-doped, Tanneat = 375 °C) 3L TN AIC-
Ge (tar = 3 min) DA 507 (IPF) 47~ 4. IPF T
RENDEITHE T TS 2 (LA S IR) . B IR
BN Tt o VA N

JED GaAs HE4y TR 2% L — kI KV EMIEEE 500 °C
TRE L.

3. BWR-BE

GaAs BEOHKE S TN AT T 5728, HTARM Lo
(\Z*IL EBSD HIiE#4T>7=. Figs. 2(a)~(d)iZ, Group A-D &
GaAs EOD W% 51X J7 7 (Inverse pole figure; IPF) {44759
SPC-Ge %3 —R &7 % Group A-C OFEHI T Z AfiLmIL T
W% —75 (Figs. 2(a)—(c)), AIC-Ge %> —R &3 Group D O
sEHTA DT ECE R L T 5 (Fig. 2(d) . % i
(Figs. 2(a)—(d) 1L, ZNEND Ge ¥ — B LRI KK E /R~
LTWAZENHB (Fig. 1)23233, ZnbORERIE, Ge 735
GaAs DNITEZX Ty )L ELI-ZEERBL TS, Z2T,
GaAs OFE R Z T T 5728, IPF Bahi~y 7 1A #L
7= (Figs. 2(e)—(h)) . 22T, AT T ¥ LRI (Random
grain boundaries; RGBs) T /= fElkNbEH Lz, &R
B S5 b FRIE, Group A 23 5.4 um (Fig. 2(e)), Group
B #% 152 pm (Fig. 2(f)), Group C 7% 27.8 um (Fig. 2(2)),
Group D 2% 244 um (Fig. 2(h)) LR S 4172, EHIZ, Group A-
D @ GaAs ¥ (Figs. 2(e)~(h)) 1T 1%, M &KL A (Twin
boundaries; TBs) 23& AL CWAZEIVHS. 2, Ge RS
B ENDMERL I A GaAs AT | &N TZZ LA R LT
540, BERL U B R ICRIEME TH A0, HFRREEIC

WL 2N EEBEZLND. 20X, Ge v —REDHK

Table | Ge > —RJgDH
Film thickness Parameters to Grain size
Group Seed layer [nm] control GS [um]
A undoped 200 T anneal 1.2-5.7
B SPC-Ge  Sh-doped 200 Toceal 6.3-12.9
C As-doped 200 Cae 3.5-283
D AlIC-Ge 50 tae 145.3-330.4
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Fig.2 GaAs 50 EBSD #Fffi. (a)—(d) ¥4 57 (IPF)
BRIV (e)-(h) hi~r7. (a),(e) Group A DOFE} (Tanneat =
375 °C). (b),(H) Group B D FAE} (Tanneat = 375 °C) . (c),(g)
Group C DFEH(Cas=1.2 x 102 em?) . (d),(h) Group D D7k
#}(tae =3 min) . IPF 4 HCREN D ARG S AL IS
(B EBIR) . BoEBRITHSREZHTT & 2k R
(RGBs), HOEMBUIIRLIT (TBs) 7”7

m R A G T D28 T, WAV BRI A S D £
GaAs NGRS T,

HTAEEM EDOREOSGF R AR T 5728, RBE
I ITO i (A 1 mm) ZFHEL, 2GR EE1T
-7 (Fig. 3) . ABFIEOFREMEE TIL, pn HEEETERHL T
RN, SN AT ABEEAFINT 52 THhRFXIT
EFROHL TS, ARETIE, Ge v —RBIZXL ITO HEi
120.3V DONRATAEEEZFNILTZ. Fig. 3 &Y, Group A-D @
2 TOREHIBNT GaAs DNUREX vy 7Y T 5
900 nm D TR 53 YR E AT ML OSLD ED D3
RENT. R ITIE R 700-800 nm T Tl ke, %
DI KAEIE Ge ¥ —RJED Group IZRKEURIFL TNODIEN

104 g : . o
> o
é C
>
g 102
c =
5 E
o
4]
9 10k
° 3 AOBOCADV
o i GaAs on sc-Ge <
100 : .
300 600

Wavelength [nm]

Fig. 3 HIAKRAM b GaAs BED 5 SEIEE REFEM. Group
A (Tanneal = 375 °C) , Group B (Tanncai= 375 °C), Group C (Cas
=1.2x 102 ecm?), BL Group D (tag= 10 min) DFELD Sy
HIEEEARAT ML RS VAR E 2 3BT 5308 D
R (NAT ATEE 03 V) &R 7. D7z, Bkl Ge &
W NI L T2 GaAs FROFE RA IR
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5. EBSD MOE HENTfE fhi A i H L, 43 R I
FERI R ORI, BRI ELTWAZ &5,

T, bW LR ERHED S5 Group D O
ERWCTIAF v HM BIZ GaAs BEE kLT (Fig. 4(a)) .
EBSD {ll 7€ DFE RN, GaAs 1T Ge > —RENHTEZF L+
JVRRE L TWAZ EDVHS (Figs. 4(b),(c)) . 22T, IPF 405
FLHLT- GaAs OFESRRIERIT 56.8 um THoTz. TITAF 7
FEMR BB ST AIC-Ge JBIE, RIS THIA LIZE /K
SNTHDO L ANTREERRI RPN NENZ ERH A SN TR,
FORERRLEETD 3. BB E LTI/ R, GaAs
DUy WY T2 E 900 nm OfF T CHIIRZR 5>
FIEEARRT IV DSLS LD SRS, 53 eI 1
£ 700-800 nm fHiL THRAREARY, HTA LLFRBROMmZTR
Liz. INFTTIAF 7 BICEREA R LIZZ 50 GaAs K
THIRBIENFONI B, RBFZEICIBWTHID THEGE
Shi-.

AT CTIFONT I HBEAST WL D KE% GaAs
DOFERRIEROBEEE LT Fig. 5 12k Tz, TR EICH
FRUTZRBIO 4y JERREE I, GaAs OSSR OH KIS
M EL, SR Ge(111D) M _EITIEALT- GaAs FEOFERIC
BHEL TWBZ e 5. ZofmE, iR osE Ky,
KR TOFYIT OBFEFMAEGMETT52LICER T
BRI, Zhkih GaAs HEIR K G D2 M= 2B 2 81
FEHEE B LTS T ARBFSECIE, #dRhiEt 330 pm 12
BOWTHIAHEM FIZE LT GaAs EEL Tl &2 D07
JEREEE 3000 mA W BB LTZ. &DIZ, FTAT 7 HR E

111 (C) £

001 101 l "

Photoresponsivity [mA W-1]

300 600 900 1200
Wavelength [nm]

Fig. 4 7 7AF 73 E GaAs i (Group D, tae = 5 min)
DifE b SN L OV SRR . (a) BUBMEE O
. (b) WEFMIBIY (c) mEWNH M OFAR X G AL
(IPF) 8. IPF @ C/RSN L BTG T AL 32 (L
BAESIR) . () HREART L. RRETIE, A7 RAE
J£ 0.3V ZHIL7z.
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104 T T
JE GaAS,on.Sc-Ge ....................................
< 10°F GaAsonglass A A ,v\"\. 3
= @ i BRI
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) 3 1cm E
2 ol | Lem.
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(O] .
B 101'.. ! ’ _
° | 1
2 !
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GS of GaAs layer [um]
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Fig. 5 59 MR ORGSR KT, HTAFM LB IO
FTAF w7 HM BT R LT3 D 53 S E AT L D
RAEZAE SRR DB EL TEED D, kD0, Bk
Ge(111)FEAR_LITTEALLT- GaAs EOFE RATRT. fiASH
12 BEEII T TIAF v LoREE R

WZIEALT. GaAs TED 53 JIEEENE, R EAHERF L7230
HTABM_EOFEFORE FIZITHL, A RIPE 56.8 pm 1233
VT 980 mA W B LTz, AL THRONIZT TAT v
FERR ISR LT GaAs IO #E A RI AR IT A T AR EIZTERR
L723UBHZ N T/REW. Ge ¥ —FEDIERISE 0 &b
IR RRIRALTHIET, EBRDNEE DO\ _ LS HIfS
ns.

4. HEGR

AWFFETIE, BEMRE Ge B LAl FIEE A Ge 2=
EEF by — REE UTEA LIRS, 77 28 E
IZE R LTz GaAs IR SRR 2 08 R\ OB CHilfE L 7-.
ZhE T GaAs BEOKE ERTES & 43 YRR B RFPE I 12RO FEBE 23
H Y, FESRIE 1-330 um (233 THYEEE A 10-3000 mA
W OFPA TR B L7e. REFZECH b o LR D ek
L, Ge FEM EIZIRIBFZEL L 7= B dh GaAs MEIZPUics
HETHY, KR GaAs RO R T vy L DFE S &R L
TW5a., EBIZ, 7I7AF v 7 HR LA LT GaAs i
BV THBONREEZMO TEIEL, £ OEIT 980 mA
WHZ K AT, R THE LIV RE, 2272 5 ki
TERR S T2 2 At i TV LA -8R 2 AV T R iR
KBS E OB A RARmRTH 5.

HEF
ARG TR LI EE DOWIEO — L, (BK) B AR

B RIIFE (No.17H04918, No0.20J20462) 3L JST S&H
7 (No.JPMIPR17R7) DB D Tzt i=b D T3 . & i
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BRIV AIRT v A (XENOMAX) 13, Eilfipe#tt Bl 08/
TV I AT s AT IR S IVE LT, F i, RFSEOZAT
W10 KINTBIE 2 W72 W 28 KK B2 (6
RF), PEAKRARE L (G EHITR A AFZEET) , B8R OVEF]
o (RE AN B BFZEAT) IR L £ 9.
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