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1. P

1-1 SR

2004 12 Novoselov & Geim HIC X > TZ 7 7 = v OHBERHE([1] X 17z
T TR, HXERIR L L CiRS % 5 Dirac 517 &, ~XIuhkElofio
FRR YR 2B ENICERL CWb, ZobTchhrarr 4 F
RIERYE 2 ~SEE COBERANT T4 R R Ay, #Bis
B L aMErsiEHld 2 2 &b, - Mmoo i 2> o ICHFE 25
HDHENTWE[2], Z2o—FETH bl VLAY 7 L(GaSe)ld# 2eV DNV F
Fryv 72Ad3EREBE/  ArarF A4 FThY, EBRENEEHEDOB
oAt S IR R 2 BN IERI AR (3] 2 B 3 2 EREIRYE TH 5.
ZOWEIEK 1-1 127 T K 912, Se-Ga-Ga-Se DIEFTHEAT 2 4 R E % HE
E LT, FHE2 vander Waals /) CREG T HZ Ll LV ERICHEET 5, 7=,
B 12 1ZRT K 9 ITkkx RfEEEEDOR Y & A4 TR FEE L B AR Y v 7 i
DEIZ LY =L F— N FEEOENEZ D 2 20 ka2t - EFT
WA ZASDISHB RS TV 54, 5],

(a)

vﬁg v 9
; T e

e-type B-type y-type 8-type

1-1 #iJ@ GaSe Wi&E€ 7 v, H&T% 1-2 GaSe OREEHGEE F A, WY

RTINS, (a)top view, (b)side view ¥ X N T
M (c)bird’s-eye view



GaSe (3T Tl GaAs KV b 10 fELL EFRV 2 B U BE AR A VB A3 BRI 281
H6]E . FEHEINC XD MR v 2 h TSR b HERIICTEIND
(772 &, WHROEBEFT ANA AEFEBL ) 2MEE LTHRERIEHZED T
W5,

DX D I ERER Y E X GaSe OMLIZH GaS X° InSe 72 E3H Y . W
t, van der Waals /&1 L CHEJE 7%, GaSe #5IE Si X° GaAs ZEDEA _E~D
van der Waals = &°% % o — R &8, 9] S LT\ 5,

Fex DT N—TTIE Ge (111) M EIC Ga & Se DY FRHAMHET L2 & T
GaSe Mz TE X XUy VR ET 2 Z LI L TR Y, = O i % 5
WA LT= & 2 A, IEROMEE & 13 BR 72 DH 7722 GaSe B LN, Ge A
MR 238 O Ga-Se 12 & V) #&(Ge(111):GaSe) SN TWH Z L ZH LN LT
WB[10, 11], Z DOfEEEZIE GaSe 3 L O Ge(111):GaSe D&% X 1-3 B L OV 14
IZENEIRT, X 1-3 X0 ek &4 5 & eSS Tl Ga-Ga —
BIRIZH U Se JEFS ZAAERACENL L TV D DIcx L, Frafin 2 i =
AAEFRICEAL L TWD, ZORMOMLET NS, (eSO 5 % trigonal-
prismatic(P)-phase GaSe & L. #i#r#i& % trigonal-antiprismatic(AP)-phase GaSe &
LT D, XD RRERERIZN-VIETE ) v a4 ROPCllEinG L
T CHERL X1 % Boronsulfide (BS)[12]12 R &, 2L - R o7 FERDY 704
1720, P-B KLU AP-phase [ZHHBI L 72ffiE & LT, X 1-5 1777 X 9 @ERE
B AT A NIZBIT 5 =47 ) X LBIENL &AL 2N 260 5 i
5o BRBERYA VA FA NIZBT 5 HEE ISR OO BB 508,
gt L 7= P phase 33 &2 O AP phase # & (2 xS T2, Bl 2 1E MoS, TIZT7 V4 U 4
BOA =TI —2a URBIFHRICELDETMHGIZEY, BEMHTHD =M
7Y X LRIBNL D & N EAERIEALI AR T 5 2 & s STV 5[13, 14],
F7, =AY XL CIERERTH D Dloxt L, \NEAEREBALO MoSs 13
EROEIREICR D70 L, BEEBICE > TRIWICE HIRENETHZ &
DG I TWADH[15,16], ZiubOBRHIZE Y | AP-phase GaSe D& 1IRfER X
O &2 E M T B,



P-phase GaSe AP-phase GaSe

Xl 1-3 HiJg GaSe Di#tfbiEiE ()R TH % trigonal-prismatic(P)phase
BLO (F) #HakEah% i ©d % trigonal-antiprismatic(AP) phase

(a) (b)
Y-8 GaSe
= Tng” e e e =

TE XXy LB|RE

*F:JiE GaSef& I Ge A
Ge(111):GaSe

X 1-4 & GaSe #im Ge 3 (Ge(111):GaSe) &€ T v, T NVITE
BRAE L [10] 2 HHEER L 72,



=47 X LEAIRMX, I\ ARERATIMX,

X 1-5 () =M 7 ) X LM B X O H) \AEEMN T OB SE XA 7
NaF A K okkE

F 72, Ge(111):GaSe 1358 B AR W (7L 7 & Ax 125 18 75 1~ B 8 (High-angle annular
dark field scanning transmission electron microscope; HAADF-STEM) &l 2 35 X OY
EELS HIEIZ XV, Ge(II1)DX 7V 7 TRy Ra 1 %1 THH D L H I
JE GaSe 23&5E LT D Z & A B NI 72 5 TWA[10], Ge(11D) DT Pk T-E 5
1% GaSe £V b 6% ERE WD, i GaSe I PN ITAITHK 6% D IR NG [5EE
ETEXX U UIZITTORBL, ZELTFEEL TS, 8 GaSe 133
I LI LETTHY, Ge BRITK VD LZEN SN 2 R TH D,
Z @ Ge(111):GaSe IZ quasi-van der Waals gap[17]03MZ2 STV bH Z & 75>E\ e
ORETEIRDE DR & RERICE 7 ) o TR R0, Kﬁﬁ%%
HZENTREEIND, B L7 X 912307 GaSe 1Z N T A~D 5| 9EE
DR P ANARERT D 2 EPEERIZTRISATEY . ZDOFE GaSe n‘é‘uﬂﬁ
L7c Ge XM DOE FIREBIZEERE Y, 20 X9 ¥ EikimEix Silll) Lo
GaSe[11]72 FIZB W T HEHME SN TWAD, Lo LAan b2 Om%E B #)1E van
der Waals T % & > — R D 72O ORNEMHALEARICEAT 26O THY | N R
REIEIZ B3 2 A5 13 Si(111):GaSe[18] DA T 5,



1-2 W52 HBY

ARFIETIE Ge AR _EICECE L7z GaSe MIEHFIZHI 71 R SN - Hiéftms

J& D GaSe(AP-phase GaSe)ds L O FM L 2 #&0m L 72 ~IRT/NN=0 LR+ Th
5Gwnﬂk%:owf@%ﬁ%%gﬂzﬁézk%amkﬁé

AP-phase GaSe (Z DWW TILE —FEFHEIC LV £ ORISR EM EE?‘«U(/ i'D
FEIMEEIZOW T B NTT 5, %OMGﬂe_OwTi — JR B G
BIRREZHL NI LIZOL, AESRCE ﬂ%ﬂm_iéﬂykﬁm:
D, ZTOEFRELZERICEHLNTT 5,

T, FHFEHEIC X 0 B O IR & &E O A S DRI OWT HEERT
Do

1 EHDSE 3k

[11K. S. Novoselov, A. K. Geim, S. V. Morozov, D. Jiang, Y. Zhang, S. V. Dubonos,
I. V. Grigorieva, A. A. Firsov, Science 306, 666(2004).

[2] S. Z. Butler, S. M. Hollen, L. Cao, Y. Cui, J. A. Gupta, H. R. Gutiérrez, T. F. Heinz, S.
S. Hong, J. Huang, A. F. Ismach et al., ACS Nano 7, 2898 (2013).

[3] A. Segura, J. Bouvier, M. V. Andreas, F. J. Manjoen, V. Munoz, Phys. Rev. B
56, 4075(1997)

[4] X. Li, M.-W. Lin, A. A. Puretzky, J. C. Idrobo, C. Ma, M. Chi, M. Yoon, C.M. Rouleau,
L. I. Kravchenko, D. B. Geohegan, and K. Xiao, Sci. Rep. 4, 5497 (2014)

[5] S. Nagel, A. Baldereschi, and K. Maschke, J. Phys. C: Solid State Phys. 12, 1625
(1979)

[6] S. Takasuna, J. Shiogai, S. Matsuzaka, M. Kohda, Y. Oyama, and J. Nitta, Phys. Rev.
B 96, 161303 (R) (2017)

[7] Z. Zhu, Y. Cheng, and U. Schwingenschlogl, Phys. Rev. Let. 108, 266805 (2012)

[8] W. Jaegermann, R. Rudolphb, A. Klein, C. Pettenkofer, Thin Solid Films, 380, 276
(2000)

[9] K. Ueno, H. Abe, K. Saiki, and A. Koma, Jpn. J. Appl. Phys. 30, L 1352 (1991)

[10] T. Yonezawa, T. Murakami, K. Higashimine, A. Fleurence, Y. Oshima, Y.
Yamada-Takamura, Surf. Interface Anal. 51, 95 (2019)



[11] KEREE, EkIlEE , Arvar A VEEO7 7 v T AT =L A~T B
FURIGHIEDE 1< B9 2 15T, JLPESCin AR R A B, 4R 50(2020).

[12] T. Sasaki, H. Takizawa, K. Ueda, T. Endo, Phys. Stat. Sol.(b) 223, 29 (2001)

[13] M. Chhowalla, H. S. Shin, G. Eda, L.-J. Li, K. P. Loh, and H. Zhang, Nat. Chem. 5,
263 (2013).

[14] Y.-C. Lin, D. O. Dumcenco, Y.-S. Huang, K. Suenaga, Nat. Nanotechnol. 9,
391(2014)

[15] G. Eda, H. Yamaguchi, D. Voiry, T. Fujita, M. Chen, and M. Chhowalla, Nano Lett.
11,5111 (2011).

[16] M. Calandra, Phys. Rev. B 88, 245428 (2013).

[17] A. Koma, Thin Solid Films, 216, 72(1992)

[18] R. Rudolph, C. Pettenkofer, A. A. Bostwick, J. A. Adams, F. Ohuchi, M. A.
Olmstead, B. Jaeckel, A. Klein, W. Jaegermann, New J. Phys. 7, 108(2005)

S A

2-1. =L [ 1-3]

EIREEZH NI T 200y 2 b T 4 U =AML LERH D
DS, ZSARMEZ B i< 2 & i%;’%ixﬁfﬁb“ﬁ‘%é VYRR AN AP G e AN
=T UHEEFEBTEETCR LERT Uy VBB E LTEXDZ LK
STEZEFTROBTIREBEMS ZLZBENE LR THL, 20747 7
N f# OE T OWEEIE & %%L ﬁ: SvalbT 4= E, LV ﬁzﬁa@focn
TEE L ZNICEET HHBIEICEEIMZIDE NI DO THDH, T OEENE
R OEAREHRITII U DI Hohenberg & Kohn[4]iZ & » TRE &7z, RERAIC
G ENTOT=MEEIT Gilbert[5]5° Levy[6]1T & » THlise S 4172, & 512 Kohn-Sham
2 & o TEARM 223 FIE(Kohn-Sham SRR EL I 5 Z & T, & HIRIERT

ZBWTRSHWbN D X9l oT,

Kohn & Sham (2L V| EFFEAEHDRWHSNIRL % (Kohn-Sham %) (2
BWTHEOHAEFEHR LR UETFHEELZ G DI IBRENRT vy rdiod
va LT 4 o= (Kohn-Sham FER) OMNED LD & X, ZIKRD



ETRNVF—PREEIND Z EDP/RIINTND, X 2-1-1 |2 Kohn-Sham SR
DEFIINEE % 79, Z O Kohn-Sham FRERXITE D2 MMEE S, B O
# (Self-Consistent Field: SCF) (Zfi#2>721F 1LiX 72 572>, SCF #1413 Kohn-Sham
WBNBEC SO R HAFERI AR T v v VAT E AV pie R E LT ETH X
ERENTWE M ETEE poue 2 RDD, TOMNETEELEANNEBETEED
RES(IVLYDEBRY 72 /NS 70D 2 EBIUREME SLD,

IA-‘I e ] 1, p(r) : BT HE
Sks®Pi = &Py Hgs = _EV t Vesr Vesr : Kohn-sham BERET Vo v
@;: Kohn-Sham¥ BB %L
gce Vort M) INBR T v o v L
p(r) = Z @i (M@ (r) Viartree™): N — PV —=FF v v
‘ BExc . MR A T v o L
SExc 8p(r)
VzVHartree(r) = —4mp(r) Veff = Vext (1) + Vhartree(r) + 5
—_ —  8p(m
\
SCFaIMEL D IR St

Pint = Pout

2-1-1 Kohn-Sham /&= D~k &

WG AT SR T EH = ANEEECHAEEZITY, Bile/2AJIE
THEIX, TORDOAT v T THONZHDETEEEZSZRIND N, EBEO
SCF FHE CTIIH ) SNTZEBABIE poue DT D EFIRD SCF FHED i (DI
HOTIERL , ZOFHBEIZET D pine & poue & 18 4 IRE LT-E T BEEBRO
SCF 5t Dy, £ 725, T IBREGHO TR E FRCESIEICEIT /8T A —4
SCF AR DOKEAT » T EMN L RET D Z ENARETH D,

Fro, ZEFABNREERITROZEEFIRNIEENTHEY | BERBITHM LN
TWeWe, LDA (R ) <° GGA (— b AELE) 72 S L 2 ERn
WETH D,

SCF #HENNE TS &, ROETFNLXF—ALFERT v b, HENRED &
o,



2-2 OpenMX

ARWFGE TIT 70 - T2 B E LB BB FR 12 6 O < 3 — B 51X OpenMX(Open
source package for Material eXplorer)[ 7-10]1% W CIT72 o7z, Ka— NiEx /LA
IRAFEEAR T 2 v V3 X O LB 7 R E AR BAER (1 IC DWW T D, AL
B ZE B biAIC KV it S, BRIEKBEE K UEA T Vv v L O TRk
PEIFXT NS =R DR TFv— T HE STV B[12],

OpenMX [IHRIEHE G R T UETE 2 BRIEEE E L TR L TRV, N Mg
72 E DR LN FHREAE R ORI RN B S L WO RN o D, o, A—H
—N ELEOFMEL B, REEZATDAT TET ARA—/—E /L TORHE
RIRPMTZ D,

2%, ZE R
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3. EERTFE

3-1. I aFy —i

3-1-1. 5L

IR B Z % 2 —7%(Molecular Beam Epitaxy, MBE){L I3+ 10%Pa O EE
ZE(UHV) H CTHEREO TR & 72 2 R & 721300 T 2 BRI B S LU R 7213
e E e X %2 Y LRk S 5 515 Th H[1-3], MBE EOEERAAFSE
IZ 1940 FERIZ DB AEE U [3,4]. 1958 4E Guenther KIS KONV it D7
FEPRIS L OGEMR D 3 D OWREEZJSZITHIE T2 T3 IR &R S FIE[5] T
-V L& 8k & fEfR6] LTz, & Dk, Arthur 12 X % GaAs F&_E T GaSe

RO RETE X X2 v LAE[7TIPARE, MBE ESFE L TX 7,

B A AR U S e B A A TR D R Tk & L CBIECIL, P

RIZ1T Tl < | @BEWY B G Y 72 EhE 2 7208 O IR AU G H

ENTWNW5

MBE {EDOFFE L LT, LLFTOENRET 65,

()  EEEZET CTOEME S FREZERFER RICBET2 2810k, Rl
W OIRAND DI IR A R TE D

(i) AEEFREVEEZ —EIE-OZ LICLY ., BIROREERE 2 BE R < H)
HTx5,

(i) ZAEWELT v v X —ORAICE Y 5 HRORKBEERESRIET S Z LI
£V | RREESCHGR T M OB D2 A R 1 RE CTHIE T & %, @ik
JE TR S dLiz R—rX0 MAi & FE OO A RETH 5,

(v)  FEVH, YEEHRIRAE T COME D= ®, BUEHRREE F Tl b e Wik
DOVENRAEETH 5,

(V)  BRxBRREOWIEEHAEDEDLZENTEDLD, fEREE~D 7 ¢
— Ny Z7H[EETH 5,



3-1-2. Kfffge ¢ 3 % MBE %£&

AR wfGﬁe%ﬁﬁ%iﬁ%f/77)7w77/m/~?/ﬁﬂ
Ao A a—x =71 7REEEZ MBE & 3-1- )2 W T{T->
2o REMERZ1T 5 MBE 7 % > \[X X —7AK 45174 > 7 (Turbo Molecular Pump,
TMP)E L 8 —# ) —iR > 7 (Rotary Pump, RP)IZ L W EZ2HER S, @ )E
X 10Pa B THD, FY N\ aT 7y FRICKEEERZRASEDL Z LITEY
F ¥ UANNEEZ-1RCITHHT L2 ZENTE, TOROEEIL10%Pa B & 72D,
F v SN OB 2 X 3-1-2 1287, Z&&IRE LT Ga, Se. In, As 3FEH L
7= 4 5® Knudsen-cel(K Z/W)0 b 5, sEHIREEE ST (@) & FRmAIT 70
(p2)D 2 SOFEREZH L TEY | g, ZFEET 5 Z &1 L0 FEEMICAIET D
AR 2 A 2 AR OB EICBEI T 5, ZOBEMREER 2 —A7
Z v 7 AFE =4 —(Beam Flux Monitor, BFM)& L T L, ZKEIRO B — L5+
(Beam equivalent pressure, BEP)Z i T& %, F£72. MBE F ¢ o /NI (3R
EoOREI £ 2 2 08152 T X 5 KK & E 7R [E1HT(Reflection ngh-Energy
Electron Diffraction, RHEED) 2 & 23 5% & S 41 C\V %, RHEED DOFffiL 3-2 Tk~
25

AREHIEY 7F oMoy DH o TN AT —DIZA VT A(n)S— A FDFE
HRACEVEESND, BEEEOFEMIT 4-1.O/ERFIRICFEH T 5, MBE 7
Y \Ij‘]“(“@ﬁﬁ*iﬂﬂiﬂ % PBN(Pyrolytic Born Nitride)fR (2 F 4172 & > % /L (Ta) U
RNATEET H 2 ETHRAET DEEHEN Mo o T NAT— V%4 L TRENT
L2 Z & Tirbh b, MBVREIX Y v TNV AT — DHEICHKE SN BERT X
DHIET D,

3-1-1 MBE %&£ & D 418X

10



iR ESR

| A

RS

[

WA T Y —r

In As
Kt

3-1-2 MBE 5 v v NN DI X

3-2. K5 EEE TR T

3-2-1. HEE

RSt i 4 3T (RHEED) (3 C 10kV-30kV i hlsk X 272 8 7k % 5k
KL 0-7° &ﬁ@&wﬁﬁfk%?ém N RO R E Y S = TG
BIET L, BEIRTG ICEP N HN R 7 ) — VIC KBTI A T 5 2 &
T, RIAME D FAECRAEELZ MM CZ 2, X 3-2-1 i1 RHEED %E&E O
SRERT, Kb fbﬁ)%l%z)%zck 51, RHEED & (3 5URI SR I 2 157 7] D ZE2[#] 23
JhFHTE 2729, EEEETDOZ 0GEI%EICEL 2HETFETH 5,
RHEED TIRERMINITNCTEFMREAGF T L7720, A%T*%ﬁ@jwﬁ/\ﬁ)
KL CRPET 5 72®. RHEED D&% — vt 2 XICHEgT-IC
HEGELCRIH S L5, 2 0BG, REEE ST HIC ~$§%&E§f§ﬁ%ﬁ%%oiﬁﬁﬁ%m
y FEEE 2D, 2 b E 70 FERE ORI BT L 2B TS ET 5,
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Wik a Y FOBERZRIRDOBIHEOGNICEETH Y, REDOH T ERD I
MA/NEWIZEHET ey FOERIEIM A, T 7V FEKREDRAIZ/NE &
Hehd, TexFoy L HEEICBWTIE 2 RIOTKREICHE S i F 24 v
DT 5720, WikgT oy FIZVFE AL v 4 Xo@#EicHpl L Tk
{725b, RS Tmolz#itgFuy V2T TN FERCTUIK T 2 & 2 DA S IHEICfH
UV7=ZA MY —2fke %2729, RHEED TIiZA MU — 2 RDEHF 2 — v & 7%
%,

AT Y —r //;ﬁ%ﬁ i\

¥ 3-2-1 RHEED % & 04X

3-2-2. Atffge 9 % RHEED v 27 4

KL TliE MBE F % v N—iIZ# 7z RHEED v X7 L %fEHL 72,
RHEED #ElZ A a—zv =7V v 7#od o %A L. RHEED »* & — v
DEIZL - Gk E X OMHTIC 13X k-Space Analysis fE# D kSA400 A L 7z,

12



3-3. AR T

3-3-1 JF¥

BTN ETFIRIC L VE» OB I N ET2H. WEN
HDOETIREBIZONWTHTHARL Z ENTE L THETH 3(8-10], 2o Th AHESD
fRotB ot I N NEF e MERMT 22 ic k), EF0EEIEL
BT AL X —FFRIRFICHE L, Y PO BRIICHEST 2 2 &R TE 3
N FETH D,
¥ 3-3-1 ICEEF o EE S X OB HERE OB 2R3, hwD T 4L F —
ERONT VBB ICAG SN D & IBIREE, O = A V¥ — %Ko T E I3
IRREE  iIChE S 41, EB) = AV ¥ —Ee ko CTEHZEFICHIE T 2, THLF—
REFEAC IV U T X A ¥F—DEfRICAR S,

hw = Ef — E;
=Ex+Eg +W
ZZTWRRBOMLFEBKTH Y, EREAEI ALY —TH Y., kT oE
DIFNF—%h 7 IMEFZILAEL UCHIE L 7-fH(Eg =E- —E)T®» 3%, %
72y PSR TR L7 7 e — FREEIZ R ICEE R 0T T M D B TR
TR X I MEREL 2 Z T 72 2 REFHEL Ny 277 v FTh b, K
DBxEHMBZ&ickY, LK ERD L ZLEHRTE S,

E

| £, ¥ 3-3-1 RET R IC BT 5
LS LN () AR 5 X O ) et
f \ A B h N

| e R

T
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MR ORI N AEBT O M %K 3-3-2 DX ICEFKT 5, 0134
mRANER A2 b OMETH Y, 0, L 0, it cE 5, BRI L 7
HETOHEBE K D5 b, ERIICHT A 2K, TERDZK, &
%, 72, fEENTICA B0 o T EBIE O FT - BEKD EZFNEN
k;BL Uk &35, MdENTHEE L TWEEFIETFICX Y EIh, BEH
I T 2 HIRICE T, RIS TR R E I NS, 2 idhsd
T NS AER Y BFE ST 2720 CTH B, —J5 T, REREEST A TIIERLF
TV X NDOFERZ T Tk, 3BT 50, RFELARV, ZHIFREEHES
1 CAERFEREN T 2720 L VIR 3 LA TE S, £DRDK, =
kwlﬁih®%%ﬁﬁbjo 2F Y, HKEBETOMHAKO ZHEST S &

. fmmNOBEFDOREATH > OEHEZHETE 5, E =|p]?/2mB LT
I®%%i0‘@EEkM&%EKowT®%%ﬁuT®i5K&50

1 .
K// = k// = EwlszK sin @

1

Klzgw/ZmEKcose
¥ 7z, KN OE T ORIMEE ST [ OEB) & DORAFRIIA T BRI D 2,

1 2
k, =ﬁ\/2mEK cos“ 0 +V,

TV IR T v v v EIEEIL, Vy=Ey+ WTH 5, Ejldihke & 17z
BTOKREZHHRETLRELZHEAOHHABEFEMEI NNV FOED L
TN IENETOIANLNF—HETH D, VI RADOMETH H, BHEIIKA T
INF—=DAFHICE 2NV FPEDOEEZ AL —KEZHIE L, k, 7MW
DB O VTHIERRIC 74 v T4 v 733XV RkD3, TDNHE
FEERH L &N S,

EmBH OB L 2B TR AL F =W eI X VEE = 5L ¥ — 45
¥ 3, ARPES THW O 2 iR X 3-3-2 /3 X 5 A ak A2 X < A
WHNb, NEKE BRI CHES ZHIMT 2 2 & T AAT %2 IT2 56, ¥
YN O JTRNCEER T 5 Z & T MESREIT O . BOED T AV F —43iTdR T
i~ FF ¥ v L7 —FMCP)E CCD A1 X7 %\ 2 XoukH b vl gE
7o TEY, KHFICRLE 0, (bEICOWT, B 5 —E DI CRIKEFH
AlREE 7%,
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oI, MR ORTNICRIMERZIE L, y HINICELGZHMNT 2 2 & T 0,k K
IINCDONT SR TE, kky TOWRE~ v © vV I DA[REL 72 5,

3-3-2 (FE) B o AR E X O (H)#N - B TOET DEE)

il

3-3-3 fmlFanft & D 2 KT KA = 4 v ¥ — o3 s DX,
AN ICRAERSENE L ZBRD 2 Y v b & EF OBEE I DO BIR 2R T,
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3-3-2 AWFE M % ARPES

AL T3 T REAIFERT O BERENE N v MBSO T > 2 7 L % L < f
ERNE T HIEEIT o720 KV 2T L 6i'7*“4 TL YR =T FE
BRI T > Z A —(scienta omicron # DA30)IC NV PREEHIEZ T T <
EE~y vy 7 Bagecd b, KR ifﬁ?qf/f sua b vHIBICXS He 77 X
CICEVAEREI N He l 5L IEREAFICHER X, AT 2 BIHEFICX
DUIDBEZ 2 Z LBHRETH %, WIETF v v N =T 4X10°Pa LA T OEEEZE L
7o Twb, WETF ¥ v N — I IHEEEFFREIPT(LEED)ZEE AR L TH Y
b o REHHEDHERICHHTE 3, T lIEF v v N —1IC Fﬁﬁ%ﬁ“éaﬁﬂﬁ%ﬁ
WU F ¢ v o8 — 12 (3BT EHRIN B X OSEENEC X 3 50RO BVLEE 73 AT BE
Th b,

3-3-4 AWHFE O S 2 BERENE Y v MG TS 2 T 4
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4. FH—JFHEFEIC X 5 AP-phase GaSe O & T IREEB X U

i

ARFETIE Ge(111)FEAMR L CHRERIICBIZ S L fiafi % E CH 5 trigonal-
antiprismatic (AP) phase GaSe IC D\ C, % OHLELEM: & B TIREE, X UK
FHRVEIC O W T O — R EFF S B & € KM (trigonal prismatic (P) phase
GaSe) & [LHZ L Cigiam 3 % . AP-phase GaSe 135251 1C GaSe/Ge(111)F:ARF
ICRATRICHE D L < 1 2 o 28I 1] d iz, BEBGREIC X - Tidigig
HHcoEER R HE T Tw 5 [2],

4-1 FECIFEFEICH W72 P-5 X UF AP-phase GaSe DOHi&EE 7 v & FHESAMEIC
DWTHERET,

4-2 BT AP-phase GaSe DRHEZ EMEIC DWW T P-phase GaSe & LR L 7253
i Z T\, AP-phase GaSe 2SHEAMRHETUTIC D AR L 72 RBERFRICOWTH
23 %, $£7-. 7 AP-phase GaSe I DWW T DORHEZLREEIC DWW T H [EERIC
Mz T 9o

4-3 ECIINMED R 2 455 % M C©H 5 AP-phase GaSe DN v Fhfidis L O°
IRAEZE S I D\ C P-phase GaSe & I L 725&:m 21T 9

4-4 TCIIHE B X UL 2 P-F X U8 AP-phase GaSe DY EEEIC O WTC,
FRIZICE DHIP T DR EDE W & 2 DEEIFIC DO W TR 2 17 9

4-1. 55— R RS

ARG TRV BIRE A2 4-1-1 [T, AR THRA L Ga, Se BX W
Ge DIEEBHIIT —# _X—ZQ019)[B] TAEN TV EIR F~—J 5 HEE
L2, HJE GaSe B LUV Y Ge lZOWTER A M FiEBUC 81T A R R Al
HERERNLE LN AT RAX—ICONWT, EEOILEEIC L 2 EEE
E T S 2 & TRIEBE O R AR LI b DEZHH Lz, £72. 737 GaSe
D7 Tl van der Waals #8 A{Ef] 2 DFT-D3 74[4, STIC L W b A7z,
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F4-1-1 ABECHW IR RS

AR HAFE BEVLE £ GGA-PBE [6, 7]
BAERE S DT DRZER A v 2 300 Ry LA 1
kS TV T DdD Ay a3 REHRE) | 7XT7X1
kST T DD A v 2 2(DOS #HR) 12X12X1

SCF ZHE DU R 514

Uene < 1.0 X 10°® Hartree

G REICRB T DRET +— R

0.0003 Hartree/Bohr A:Jifi

AL BA K

Ga 7.0-s3p3d3/f1
Se 7.0-s3p3d2f1
Ge 7.0- s4p4d3f2
H 5.0- s3p2

Si 7.0-s2p2d1

In 7.0-s3p3d3f1
S 7.0-s3p3d2f1

4-2. AP phase GaSe D&%

—=

e

(K5

4-2-1 HJgs XL 3 27 O P-, AP-phase GaSe Dfi&E€ 7 L

P-i X O° AP-phase ® HiJg GaSe l3ix d —MRIVICHIET 5 ¢ -type DT —
#[10]3 X O STEM BIZAEH[1,9]% b L ICHESE L 72, £ 7=. AP-phase GaSe @

SV D RS SEATIFZE[9) & [FIRRIC, AFRTD v -type LT 5, T iLld AP-
phase D)V 7 1Ei& D P-phase GaSe DL IO —FTH % y -type & M
DL T3 Z LIicAEr, AP-phase D 3L 7 & KT % 72 % @ P-phase GaSe

DAV 1T D —MNCHFET 2K ) XL 7 THD e -type & y-type ZERHL

ff»
Co

4-2-1 ICHE—JFHEETRICHW-HE B L U Lr 27 @ P-, AP-phase GaSe @
WEeT Vv mnd, HE GaSe T L IE R T 72T LTk, 27 7D

HAFZ R 5720, 15AL LOEEEERY ARTWw3, 72, Md e %
I NS T ERL ¢ Z IMETER L 35,

19




[0001]
! [1700]
[1120]
P-phase GaSe monolayer AP-phase GaSe monolayer
(c) (d) (e)
[1120]
82 - x)
[1100] \b/ \b/ \é/
[0001]
c | c

[0001] ; ‘ I .
1 [1700] { g ‘ |
[1120] | | I |
Aggff!EAAAAJ ‘ o

e-type Y-type Y’ -type
4-2-1(a), (b) /g GaSe D€ T v, A7 7HIMAFAZEHT 2720, 2=
v FeAD cllici 15AM FoBEEERAED ATV 3, (a)P-phase GaSe ¥ &
U’ (b)AP-phase GaSe, (c), (d)F X 8(e)»¥v 7 GaSe #&€ 7 v, P phase 2> 5k
X3 (c) e -type(d) y -type I X X AP phase 2> LI X 115 (e) y '-type,
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4-2-2 HiJE GaSe I DWW T DEELTEE

HE D P-3 XU AP-phase GaSe DREELIENE & P& EERICOWTHS
PICT B 20T, I TER-T AL ¥ —oBfR[10]% X 4-2-2 1ITR T, KT
ML7EBI AT =, ZNZNDOHAEFEBRDREEIC W TITR o 7o
BEALEIREICK VIRONTZDDTH 5, HJF D728 van der Waals HH A 1FH 13 HY
D AN TRy, KXY, P-F5 XU AP-phase HiE# GaSe O kg EXIT %
ZN38l1AB LU 382ATH Y, FEHITT WV C EDBWASL D ITTr o 72, TS T
TEBGEFE T3 P-phase GaSe O J7 3% E TH Y . AP-phase GaSe (FH#ELEH TH
352 LAURE NI, 72, P-phase DMtk FE%(3.81A) I 2 WitHD = 4
X —Z 3R EA (formula unit; fu) 72 0% 9meV & 72 -7-, P-& AP-
phase IC7- 455 % T OBIRIC H 2 PVE 12K 72 D D T wurtzite(WZ) i &
zinc-blende (ZB)WiE D #' Y 7 4+ 4 b 7 4 F(GaN)+, trigonal-prismatic ¥ X
O octahedral #&EDBBEE LA Arar F 4 F(TMDCO) R % Fbn 3,
I OYEIZER-FHEL LIS I N TE Y | EECEIRE
ICOVTHEL K DWMERINT D, T, EFTEMEINL TRV, 4 v
YuLiinasZF A4 F(InX(X=S,Se 5L N Te)iconTHhHEEET LITONT
P-& AP-phase & [A] UAEERZ I IC O W CEH —JREIEIE OHE 2 H 5 [11], SCRkH
DFELITH N Z N Z L a-(P-phase), B-(AP-phase)InX &/R3, TNdOYE
DiERZ BB O = 4 v ¥ —7 & P-, AP-phase GaSe O = 4 L ¥ —7EIC DWW Tt
B L 7z 2 AT D o
GaN 13 WZ 28 &EM. ZB g3 ELEMTH Y, Tz A F =%
8meV/fu.[12]2>5 30meV/fu. [13] D& CHE SN T3, ke ) 77 v
(MoSp)® kL vt s v 7" 27 v (WSey) 7z & cfiFK & 115 TMDC 1% GaSe &
FItERME cH Y, HEICE T 2 HM0EH720 1 DORBIETH 2 2D L
AT VIRFICH Y P4y FIND XD BEE LTwb, GaSe D X 5 K&
J@E/ ArarF 4 F(LMCO) & 0@ ITHAAEH OB T OO H T, ik
HRIZFELLT 5, TMDC Tl trigonal-prismatic #i& & octahedral #i&E% & 5
TERHLNTED, T P-& AP-phase fi&E & 22 bl 3%, TMDC
D% { DYPEICT I\ T trigonal-prismatic FERLEM TH Y . octahedral Hid
FELEMHTH 5, FFICB T MO AL F—E1TB L% 0.5-0.9¢V/fu. &
WMEINRTWB[14], T FHULKHED a-5 L B -InSe DEEL AL ¥ —7=
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1% 13meV/unit cell[11] tHE ST THH, ZnFSEEL 7 P-, AP-
phaseGaSe TOFER LTV, FiEZIEEO T 2L X —EICO W [H UEikyE
T®H 5% TMDC & GaSe 3 & O InSe TH LT % &, TMDC TD T 4L ¥ —7 %

GaSe ¥ 72 1% InSe TOHEELLTERI O = 4+ v F—E D) 100 15 b K & v, MI-VIE
L& TMDC DREEREMEICOWTIREM &R X - TEHllicER S h
Ty, M-VIRLAYIcBwCTliaray vET L BRI EMS6 L E
REVEEEZD AN T v APEELELEZRED T 5 Limmm S 1L, TMDC IZDW T
IREGDOAF VIEPERELREWICREEEINE LI TwB[15], T/,

TMDC i 517 2 #5 5% B L OIS &L EIREBOZ MG % H 5 d BT
EDFHRDHETTDENIC X > THFHI NS [16, 17], AIAL 7= X 5 i TMDC
F120RRBIRTHB2200H0 a7 VREFICXVIRENTMEEELZ LT D70,
GaSe ® InSe D A a7 VIEFHEOFERET TMDC XY b Rw, 2070, 1L
27 VIEFE DA A v KFE TMDC X ) b/hEw e BGICHEGETE 5, P- AP
phase OE W IE Y 7271 1CFH L 256 56 BEEE DL R 72 i -BlE o
EHE b, 2hicx L TMDC ToRi % D& 13 i BHE 5 1 D RCE D 1E#
WE B0, FEAIREL LTIZ LMC @52 TMDC X 0  Z{La/hE v &
AL ENTE DL, FHE, HibL 72 X 51 TMDC Tl3#sf%Z IEE < d #E o3
DEAT 5, FECHAGIREBICET 2 b DEWITL D, P-, AP-phase O =
PN F =713 TMDC OfiE4AIHO T AL F—EL Db /hNInweEZLNS,
ElR L7z &5 KERME cH V& D FHE T %2 TMDC Tofffm%IEk o %
V¥ — et EICB b 2 ETIREEIX GaSe % InSe @ X 5 7x LMC T4
MIOBAfR E 3R 5720, BAICHHER L Cikimz D 2D I3 L W, 2 D729,

JERRPIE CTld72 w28 LMC & [A U fliEEF23s BL P p WUETH 5 GaN & Hig
LTAHBE, FiRLAZX 51 WZ-B XN ZB-GaN [E]o = 41 ¥ —7(% P-, AP-
phase GaSe (¥ 7z (% InSe) & T\>, 72, ZB-GaN 35 FHtT v & ¥+ —(MBE)
CEDIEEICEBNT WZ ¢ HFELCIv 23 v VEKE[18]T 5 2 EAHI 6N
Tk, BN 2RI 3 2 RSEMFICE VT ZB & GaN R $ 5 2 &
PEERNCHS 222X NTW3B[19], 202 &I3HEREM ZB-GaN oiZ4 K E
SUORKED /DI 7 e e AR M ETCH LI EZRBLTEY, AP-
phase GaSe 231 7’ v & XA ThH 5 MBEEIC X WFHl I N/ FH L BET S,
AP-phase GaSe (3FAREE 500°CTld GaSe/Ge(111) M FL {41 1 TR IC
DHRBERINT- DI L, HIGRE%Z 400°CIC T iF % L HifH D AP-phase GaSe
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AERET 2 2 LI Tl D [2], 2 DFEEEED AP-phase GaSe DIEEK
B LOEERICIIIFPERESLETH 5 2 L 2RBT 5,

0.2

ois | ©Pphase
o016 | ® AP phase

0.14 [e)

4
012 | [*]
(Y
o1 | %

Total energy per formula unit [eV]

[ ]
° [%e)
OOO.:.°000 0005660

37 375 38 38 39 395 4 405 41
In-plane lattice constant [A]

4-2-2 P-¥ X ' AP-phase GaSe DHINIE T E-= A VF—7a v b, 1
waoE LR DR RIS S L7z P-3 X U8 AP-phase D& ER Tz vz L
3.81 3L U3.82AThH 3,

RIT, P-3 X O AP-phase GaSe OHHZRRED AIREMEIC D W T, B —FHL 18
7157 (MD) R 5 X Of Nudged elastic band(NEB)EFHEAER %2 b L ICEmZ 1T 9,
MD EHFEIZ(BX3)D R — %k L%\, BEEA-Hoover £[20-22]1c CERETE
500°C., 1 step &7z 9 3 fs T 500step (Gl 1.5ps){77% -7z, X 4-2-3 i MD F&
A& DHEZ RN T, P-3 X X AP-phase GaSe @ % 1L % 1L DT E I 1T
% MD GHROKIER, Wit e b WG 2 h.0 & LTIRENT 2 X 9 IC&E L 7
RHREME T ECcxhEocoE it L. HARIIME I W xd o7z,

¥ 7z, X 4-2-4 12773 NEB EH&EIC X | P phase 2> 5 AP-phase GaSe ~D x
N F =L 0.3eV/fu.TH 2 T & HBHL 217 572, NEB 5 (T P-phase
GaSe O Vil T EETH 3 3,81 A TfF\>, spring constant % 0.1 Z 72, ¥
72, P-75 AP phase ~DfRIKICH T G MEED A4 X — V% FRICRT,
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0.3eV/fu.d T 3L ¥ —[FEEE (X MoS, TOME[23] X v id/hE b oo, |WEIIC
PR32 L 3000°0CICHE T 22 &b, T REVWEEZOLNS, FEEMENT
1072825, HARDEDICIE Ga-Se i RN 25A» R AT29A % ©
AT 2 RERDH Y, TP ANF—[EEEO T KN EE 2z oS, MD &
X Y NEB I &EAEHR X b, P phase 72>5 AP phase ~DOHEZREIC ZE T AL F
—BRETH Y, pOEBENICERINZRREEICEWTImMAE LS b Tokd
EEAERF L 722 Lo, AT 2[RRI R FE 2o s, 20O, AP-
phase GaSe | P-phase GaSe 2> 5 DHAZRETIE R <, EERZAEKT 2 Z & TK
RlLizboetE2oh3, 202 ii kil 7z, AP-phase GaSe DFHIIC 3K
#mTo MBE E®D X 9 AT 7 o v 22583 5 2 & 2R d 5 EHEFEL
BAET 5,

(b)

After 500 steps (1.5ps) After 500 steps (1.5ps)

P-phase GaSe AP-phase GaSe

4-2-3 5 7 E) 17 (MD) R RT £ O ff G, FHEIZ(GX3)D R
— X — R LT TIT O, BOEIRE 773K 12T 500 steps(1.5ps) THEHE L 72, (a)P
phase 3 X U8 (b)AP-phase GaSe T& %,
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0.4

Total energy [eV/f.u.]

0 0.5 1
Distance from the P-phase GaSe [A]

(a) P-phase GaSe (b) (C)

Q& A A .0 , o o o e o
X xxx IXx
(d) (e) (f) AP-phase GaSe

o P P " P 0 o p x o
O-#_,, ©° C 0*  ° g O* o
o) d © ‘

4-2-4 EB:: NEB HEIC X 0155 372 P-phase(/£) 2> & AP-phase(£5)
GaSe ~DWEBIERKICH T 2T ¥ —, HEIT 3.81ATTWv, P-2 5
AP-phase ~DIEEIEFE D 720 D = 4 ¥ —[EEE (L FXELH 72D 0.3 eV
EHED b, MEIRFICE T 2 iaMEDZ L% TERICORT,
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400°C T DK Tld AP-phase GaSe 22 HitHE R L7z < & icxt L, 500°CT
DKEFAC I\ Tld P-phase GaSe 3% % §® Tz EEEHEIT— R ERRE
LI X VRIS CEZ S TH D, LA LaHH, 5000CHERICHE T 2
AP-phase GaSe (¥ Ge(111)FEHRE T IC O AFATICEER I TE Y, Bl
ICHBAREDE DA TEFAL O WL Il 2 2, ZomzHoricd s
7o M 4-2-2 DIEFTER-T A Vv F — i Z 5l iC & 5 & \P-& AP-phase GaSe
DI AN F —FEFHENETERPIREL R BIEENE LY 395AFIETZ D
IANVF —LEWLHILL T Wb 2 e nbr b, PEIETFERI D D /NE 7
FH (EAEIC T #iBH) Tl 2 o X 5 R 12 A 5 9. AP-phase GaSe (XN 5 A
~DOFERIGIIC X Y, P-phase X W dLET 22 L ERET 5, Ge(lll) DiH
I T ER D ERMEIZ 4.0A TH Y | [FEMCEHE L TRko 72 REER T E 8K IR
109ATH %, THEFHETHELNZ THiETFERL Y b 6-TRREKE »,
Ge(111) HAR LA T D 4 AP-phase GaSe 2MHZE X 7= 2 & &, AP-phase 23
BIRIGHIC X o CREM I NS T &, X Ge(111) FM 0 NS T E #28
GaSe LV b REWZ e #TEx2 2 &, Ge(11D)FMRAMIZFRIGTERE T TH
ZA[EEMES R X B, GaSe/Ge(111)1% van der Waals T v %2 ¥ o —iEic X -
TR ENT WD, Ge(111) KA I8 GaSe iIc L W fiEh, £v 7Y v IR
YPRERN TV 2720, HiE EEL O TERD I A~y FIchHkT 28
D3 & A &L vander Waals HHEAEAHIC X WIS T ws e Bbh s, Lo L
s, Bl L 72 EEBER LK 4-2-2 1R LzetEER LY IR EFE 1, 2)F
DFIBIC BV TIEED 7223 6 RO FEBH RO GIRELHIME LTV 5 &
Fxohd, DI DRGIRETH > THR 4-2-2 X Y WIHO T F L F — 7813
¥ 5729, VT T & kX% & AP-phase GaSe D% 4E BT 0 5 70 FE V-1
INE LD, BAERDOHERYEH 25 & & TR I D & AP-phase
GaSe 2SRFTICHRE L 72D Tl whr b EZ HN 5, 2D Z & i3 van der Waals
T EaF YR TH, ER-EHREFE RIS B T3 ER R OB FE
ERRALIN: 1 RN c AP

B - AL CHRAR DG BRESFIEST 2 2 & 2 FE L. HANEZ
Z 72 IRRET D P-2> & AP-phase GaSe ~DHEELIC D \\T NEB G5 %217 - 724
REX 4-2-5 1R, EROBEARKTERICH T 5 NEB FHRORR, mNEE
mz %z &< P-2»5 AP-phase GaSe ~® T A )L ¥ —[EEE X JHMERITH % D
DD, a=4.0A LB NTHZDTANLF —7F 0.26eV/fu.TH Y, b L -3
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& [Ffk. P phase 2> 5 AP phase ~DMHERE I LIc wWEmIT o5,

0.39 [
—o0— a=381A
? —o— a=3.90A
“ 0.29
= a=4.00A
2,
>
2o
2
5 0.19
=
S
0.09 |
00t A4 > 000 . _______
-0.01 (I’ b Thuirs s . ! s s —
0 0.5 1 1.5

Distance from the P-phase GaSe [A]

4-2-5 BB DOH P T EH D NEB FHE#%, P-phase(/£) %5 5 AP-
phase(#7) GaSe ~ DS IC B T 2N T AL F —%ZRT,

AP-phase GaSe 235[5REIC X WV ZEMNM I N AL AL 2 ICT 5720100, 1§
EROE R O WGE DRI 24T 78 0 720 [ 4-2-6 ICHHINIE T EBICE T 5
JEDE S, Ga-Ga LU Ga-Se DfiAR%EZRT, T CHDOERL IFK 4-2-
6(a) TR L 72X 91T Se-Se fHlO@ S DV E LTERL Tw5b, $72, fREN
BHANETERICE T 2GS T A —Z B IR F—EL2RK 4-2-1 L L
D5, MEY ., MK ERPIEKRT 21/t TEDERII/NE L 72 2 HA 2R
T, ZDOEE L Pphase £V D AP phase D03 K& W, 72, YO TEK
ICHBWTH AP phase DJF L P phase & 0 7\, Z {113 P phase Tl Se J/
FITEVICEY] L T2 Dicx L, AP phase TIE A\ IC 60° 72 CTHAZ L
TW5 729, Se-Se [B]D 4 4 v 55 P-phase £ D d/hNZWnwZ KL T3
EEzbib, (b)D Ga-SefitiRz A% &, WM& b HMNETFERIPKE &
52 LICXVRARBHEALTEY, HicXksBERONRV, &2 55()
IR L7 Ga-Ga fiR &A% &, M EBDEKRICHKE> T P-B XU AP-
phase & H 2 ICHE KM Z 7R L T\ 525, AP phase & V) & P phase /3%
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DREFEITKE

JEMiEA (a=3.7A) 5 L VF1EE(=4.1A) FTOEDER L Ga-Ga fARIC
DLTPHIEFEMTD T XA =2 L DZLER(DICRT, FIHRETFICHE VT
ZHIFH & DT Se JRFIXAENCZENL L. Ga JRFIms T IIC A2 5 X 5 I
35, M TEBPEARTELMB) LY Ga-Se AR DODKRKE 55, Se Ji
T & GaJiFDZfriE Ga-Se fi AR OZ 2 HR/NRICHIZ 277 M TH 5, Se i
T DAL DR 1L AP-phase GaSe D7 K EZ W23, ZHITFHAL 7 & 5 ic P-
phase &Lt~ Se-Se KAENB/NE Wiz bE 2 bbb, 2N & IZRIC Ga i+
DL IZ P phase DT 8K & vy THFFTRDBEHIC X Y AP phase & H~T Se
DEMHPNES W20 ZNEH I 72010 Ga-Ga fABMH R TWw 3 LFIRT % 2,
(TR L7z Ga-Ga B ROZ{LZFHMlICcHR 2 &, P T EBICEHEIT S P
phase ® Ga-Ga f§i& R 2 HHE L L =84, a=4.1A 1251 2L (Z P phase T
0.8%TH2BDICxT L, AP phase TlE 0.3%TH 5, T DEWIIMEDLTH 5D,
4.1A1231F % AP phase ® Ga-Ga 54 K 13 P4 T 7E$ T D P phase D21 &
LViEWweE W) HxEET 5L, Ga-Ga fiAROZNLKRELS 22 Z L3R
EFTTORIANTF—DOHRICHFLG L TWEILBRBINE, Thbbilik
£ FTD AP-phase DLE(F X U8 P phase DAL E() 1F Ga-Ga fiGROE
fLiciEN s 2D TH Y, X DBFKIZHHHTD Se T DREDENIT X % Se-
Se RFESITDK/NTH % Lifim2 T bid,

3+ 4-2-1 BEERE CET R 2> 515 5 L7z P-3 X O AP-phase GaSe D& ¥ 7 X —
R BOEBZIZ 4-2-5(@)FFAKIC/R L7 X 9 Se JFFD c S X D& TESR
35, ¥72. AP-phase GaSe IZX 35 L F—EHHbETRT,

WK T | EoER[A] | Ga-SefEAREIA] | Ga-GafsaRE[A] A EPAP

SERA] P AP P AP P AP [meV/f.u.]
3.70 4.97 496 | 247 247 | 249 2.48 -14
3.81 4.88 487 | 2.0 250 | 2.49 2.48 -9
4.10 4.63 460 | 2.59 259 | 251 2.50 9
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(b)

: O P-ph oP
495 9009 . © P-phase 25 phase o®
49 99999 i ® AP-phase 25 | ¢ AP-phase i 9.9
= % | = ¥ o°
= 485 9990 LR g 255 1 compressive | | tensile strain .900
3 43 -9900 & 5 strain « :. » ®
g M o g — 253 [ )
e ¥ *%% e o ee™
—F: 475 compressive i i tensile strain '-‘.’(.Jo o0 2,5 :ioeoe
S 4, |Stram « v » ®*e%, A o.lﬁu
= ' °,Y0 & i
¥ <200 &2 ol
4.65 1 -.oo .. [N
o Og 00. [N
v ®e 247 @
46 equilibrium in-plane lattice constant b "
455 ‘ VT ‘ ‘ ‘ s 245 AR
37 3.75 38 385 39 395 4 4.05 4.1 37 375 38 3.85 39 395 4 4.05 4.1
in-plane lattice constant [A] in-planc lattice constant [A]
(C) (d) Q: G : Se
255
O P-phase
L
,5 [ ®AP-phase 1! o
o<: L} 1
= H ensile st =
58 [ compressive ten51 e strain
é 251 b in « | » OooOooo 00°°> §
S| XYL
1S 0o le00e
© 249 000(8000 "'- oo
& %%, 9.:.'--- seS0%e g o X 8T 5 o 0. 10 D
5 = A
&) =
247 (=¥ ﬁ ﬁ
% o o} C 0 o Oy &)
48 g
245 . L . . . .
37 375 38 38 39 395 4 405 4l a=3.7A a=4.1A
in-plane lattice constant [A]
\\ =i >
Xl 4-2-6  WERELEIE D B b7z, P-3 X UF AP-phase GaSe D&

X7 X — 2 DRI T EBUKIFE. (0)J8 DJE 4 (b)Ga-Se fity
Ko

Ga 5 &

K+ X U(c)Ga-

J&DJE AL (AR & 5 ic. Se [T D ¢ filiE X OfffEC
TET 5, MPEEEs X OREIERIEZNZ N P-5 X U AP-phase Ot

TEB RS, ()Pt 1EK

P iy iz

4-2-3 N7 GaSe DREEZE

4

BT HE» L DRTFOEMNORE &, B
BEIKAOADREHNIIZNEZEN GaBL U Se R T2 E
ZTNENELDOTHERE X ERT,

RL. KHIOTTH L KX IX

HE GaSe TOFMREMRZ b &iC, 4-2-2 TIIHHE LR E M DRI I 2 W THE

WCakEm L 7z ERIE & L COBFOME 2/ 5 2 & ZERR D

. L [E]lE

ICHTAET % T

,f;l: =]

b HE

T®H % AP phase GaSe NV 7 DIETERL
KRR 75 & D 4 DYTE %

ET 20
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phase 3 X UF AP phase @3V 2 GaSe ICD\W\ T, a, c HiOWFERDORIED Y
2115, EBEOHAEERZZES %729, DFT-D3 #[4,5]1C X Y van der Waals
MWHAFEHZIY A58 %177 o 72, P-phase GaSe @3V 7 |35 d —#HYIC
13 % € -type BXL Wy -type DIEEL L 2 L. AP-phase GaSe © v 7
ITER DO ERAER[2, 7] SHEEE L /-2 T v % A L 72, AP-phase GaSe 2» 5 1
I NDB ANV T ETNATZ DXFED y -type EFALLL T 3 728 i 5 [9]
Wit y ’-type & FEFR S B,

4-2-2 TR L7-HJECOREIZ cBTAICEEE 2z torick 32 Ltk oTe
BT D HNC O WTIEE 2 b o7z, SITHGR & 1357 Y GaSe 138775 T
B2, al c ORFEBITEICHYLTH 2, 207D, TD 2 ODEFIE
B 228 e LTt CHEREFREZITRV, a. c BLUVEZALF
—E CiRON B EM I FER-2 A ¥F— il 2 FRT 5, ZORREEX 4-
2-TITR L, REHRICK o TR ONEETER a. ¢ 2K 4-2-2 1TRF,

£ 4-2-2 X0 HAKFEBICO W TR BER O FHRAS R & Rk MG ©
FEFITEMEZ R L7z, £72, e-type ZHNNEH 7D 28, y-B XLV y -type
Z3EEATVE7-0HED - ) DIIMEFER cICE L 2/ R L T 5 &
RZIE ¢ 132 D polytype THEM L 2GR Lm0/ T2, M 4-2-7T(0)ICRE
iE ¢ g FER DO OIWEFER - A 0 ¥ — il X CREIE o Mg E R
DD ¢ - AN F -z ZNEURT, MLV, ZNENDORLE cITF
7% a-E 7wy OfiR, BE TORHE & [FEkIC AP-phase GaSe D&EJE S T
H 5y -type IZFHINTRI~DFREIC K W LENL I N B EHAZ R L 72, F 72,
(DICRTENETNDRLE allB T2 c-E 7 vy b OfER, Al d5ET
> 7RI EOHIPH I T R ~DEIC X 2EEREEOMWIRIIR b N d - 72,
¥/2. a-E7vy b eltRBE c-ED7 vy b TIIBE XD & FEEEHPH T
DEIANF—DEIZI/5UTTHS, TNita-EDRfRE NS L ¢-EKFF
BNINZ L RIRLTE Y, EE D van der Waals A EH] & S Bk L -C I E 7 )
(//c ) ~DHEF NI W L 2 EKT 25, £/, SHOFECIIRLEME
Xy -type & 72 b PRS- ERICE T B e -type £ DT AL F —E(F 2meV/fu.
Elrodz, i, VST ERICE T S y-type & v -type L DT AL F —FE (T
# 9meV/fu.TH b, HiJg P-I X OF AP-phase GaSe & [FERDFER & 72 o 72,
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Total energy [eV/fu.]

Total energy [eV/fu.]
=
=y
=

Total energy [eV/f.u.]

3.7
3.75 3.8

In-plane-attice constant q [4]

3.85
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Total energy [eV/fu.]

ANt Rt ER R o 1F o Nz a-
c-E 71 v b (a)P phase 2Lk I L5 ¢ -
type GaSe (b)P phase 2> b SN2 y -
type GaSe (c)AP phase 2> L E 5 ' -
type GaSe (d) & I1C 35 1F 2 & E 7e A
A ER ¢ 1TB T 2 HNETER a-= 4 v
F—7my b ()FWHEICHT 2 RTER
NS TER a ICBT 2HEDH 72 0 Ot

Total energy [eV/f.u.]

02 i © P-bulk_epsilon 9
oe
)
© P-bulk_gamma 03
0.15 - o
o®
e AP-bulk_gamma’ 02.
L o®
0.1 ¢ g‘
g° o8
8%
L e%,
0.05 i 8., o8
Qe
%°%,
ooo.."un.-ﬂ
0 N .?°906®669§.g. N L N L
3.6 3.7 3.8 3.9 4 4.1
In-plane lattice constant a [A]
0.025
o P-bulk_epsilon
002 r 0 P-bulk_gamma
® AP-bulk gamma'
0.015 °
[ ]
q ® ° °
L]
0.01 ® e e e " °
o
R q
0.005 ° °
o ° o °
o ° o o 00 o °
0 L ° o o 0.9 °©
7.6 7.7 7.8 7.9 8 8.1
Out-of-plane lattice constant ¢ per monolayer [A]
4-2-7  van der Waals #HAEH ZHLY

WP ER -z ¥ —7avy b,



#4-2-2 ¢ -type, y-type BLU y -type DFHHEFER, 2= L LD ¢
i/ 2 VR DREEIC XY BF H 72 ) DHIMEFER ¢ 2T,

a[A] c[A] WD) D il [A]
e -GaSe 3.77 15.78 7.89
y -type 3.78 23.50 7.83
y -GaSe 3.78 23.61 7.87

4-3. AP phase GaSe O & Tk HE

tzﬂ‘:

4-3-1 HiJE GaSe DN v FiEE & IRREZ L

HJg oD P-1 X U AP-phase GaSe DN FiE %X 4-3-1 IR T, ZNZEND
kg ERIC B T S REGTRZOMEZ W CEFREDFRE 21Tk
o7z, AV VHLEMHAERA(SOC) IZHFEL TWwie\y, 72, 7 = v I HEGL LA E
F1 18 | (valence-band maximum: VBM)IC&bE T\ 5, F7-. BERFiED
RIS XV RoNREDHFLEDORE T ZMOB L KT T THRRL TS,

[ & V. Pphase GaSe ® Ny FH&E IZEE D FeATWIFE[24-28] L 1ZIEFIC & @
O N7z, P phase & [FIERIC AP phase & HELEBMOYEARTH D |
VBM i T H2bfENICKBRFVICH S, 2D, T RIEFTIEAF A v
vy DX NV FHEEZ L TWw 3, [£EE DK (conduction-band minimum;
CBM) T iicHh b, P-35 X X AP-phase GaSe OEEEBEA ANV F ¥y v 713
ZNFN 1.94 5 X1 1.83eV TH Y, AP phase D254 6%/ & \», VBM-CBM
BlOMEEBI ANV ¥y vy 7 LT R COBEEESR NN FX¥ vy T7OE%
R WKELwd, SOCEEZEEL7ZAY FEHRICBWTH, NV FF¥y v 7O
MICEVWIERE SN o7, 22T, EE P YAV K (scaning tunneling
spectroscopy; STS) B L UIH Y —F I3 v+t v RIC X ) EERIICHIE S L7z
Hi g P-phase GaSe O N v F ¥ v v iz Z L 3.5+£0.05eV[29] & L T~
3.3eV[30]TH 3,

P-3 X U AP-phase HiJ§ GaSe OffifE D ¥ PG X X BlTw3, L
2 L7223 5 AP-phaseGaSe @ K R B 2 fliEE i 2 HEHB L O3 FEHD NV
FCIEHESELCTWw5, 51, MED VBM © 4L ¥ —% AP phase D75
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7% P phase & 9 $#70.3eV ml, TbDEVBRENLAY FiZvFid Sep
WOEICHKR L CTE Y. FFIC VBM Id Se p, MDD F LG A TH 5720, v
FREEDE W IO Se BlE O VIC X 2 b0 e FEZ bN 2,

KRB L (density of states; DOS) & X CHT 2R AE % (projected DOS; PDOS)
X Iz ZERT, ffifE T TD AP phase @ DOS % P phase & X < fHlC
Wb, ¥z, MHO VBM icE1F % DOS Tl Se p. W IcHKT 5> v — 77
Van Hove FfRER B 5N 5, ST SARETOREI 72 VBM D3y F g
IR L T3k Y ., HiJE P-phase GaSe, GaS 5 X U InSe iICHBWTIRER I N T
w5 [26],

>(b) - ©

Energy (eVv)
A
0

)

/)
)

)

. . .

Energy (eV)
b o
)
%
)
,Ziﬁﬁﬁza T
"

4 1) s
T K M T 0123456 78910 0 1 2 3 4
N(states/eV) N(states/eV)
Ga(s) Ga(p;) Se(pyr Py) ——
Ga(pysr Py) —— Se(s) Se(p,) ——

4-3-1 (a)-(c)P-phase HiJ& GaSe O ik EXIC BT 5 N v Fiid,
DOS F X ' PDOS, (d)-(f)AP-phase D FHitg T EHIC BT 5 8 v Vi,
DOS # X 18 PDOS, SOC IZ& A Tz, v P I 3B S o) fig
CEX2BBRFIEDT S OME L RE I 2Motbl RE I TENZIUR
ER
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SOC #Hl Y ANZ-MliFE T HE EAHEo v FiE %2 K 4-3-2 1IR3, HilED 7=
» SOC 7 L TORMREMEDENTCHRRLTWD, K()BLWDIIT siftiEo
NY SRR L, AV YT ATy AEATERT S, (@b L, SOCH
D /7 LIk 3Ny FRE&EDZLIL AP phase TlEd E V Roh v, F72. ().
(IR LAET fiflhiEo VBM Zkik3 2 L, @ik L7z A ¥ A vy PRIOAN
v FHEEIC BT, Pphase Tid K fiffiid VBM TH L 2 A B V3R L T
% %5, AP phase IC 5T Z NITIE & A CHEHTE 213 LN X\, HED P-phase
GaSe TIXEEXTEDL AL T 5 DK L, AP-phase GaSe Tl S HERT R4 23
SFHNT S (af/DTHTOFEMFRELTEN TN B), TS OXFREDE 23
ACVRHROERLE L THNLED DR LIERTE %,

(a) P-phase GaSe (b) AP-phase GaSe

Energy(eVv)

Energy (eV)
| [

Me— r K M r —K

Without SOC With sOC ----

4-3-2  FBPEIETERIC BT B P-3 X O AP-phase HifE GaSe @ A v
VHUEMHAER ZBER L -3y FREE, (o). (DixZzhZnl fiiffco P-
¥ L ' AP-phase GaSe DN FEETH Y, a & BOAY VETEHDEDR
SOt KEITENENERT,

34



4-3. AP phase GaSe D& ki€

fzﬂ‘:

4-3-1 HiJE GaSe DN v FiEE & IRREZ

HJE oD P-1 X UF AP-phase GaSe DNy FiE %X 4-3-1 IR T, ZNEND
FTHSEBUC B 1T s G RoE LG RZROME 2 W TEFREDHE 21T X
o7z, AV VHLEMHAERA(SOC) IFHFEL TWwie\y, 72, 7 = v I HEGL LA E
F1 18 | (valence-band maximum: VBM)IC &b HE T\ 5, F7-. BERFiED
FRICXVRBONABENEDTFEDORE T ZMOBLREITRRLTN D,

Xl X V. Pphase GaSe DN v FHLE IZEE D SLATHFFE[24-28] £ 1ZIZFEI L D D
SO N7z, P phase & [FIERIC AP phase & HELEBMONEARTH D |
VBM i T H2bfENICKRFVICH S, D720, T RIEFTIEAF A A
vy DX NV FHEEZ L T3, [£EE DK (conduction-band minimum;
CBM) T iicdHh b, P-3 X X AP-phase GaSe DEEEBEA ANV F ¥y v 71
ZNEN1.94 5 X 10 1.83eV TH Y, AP phase D} 234 6%/ X v», VBM-CBM
BlOMEEBI ANV ¥y vy 7 LT R COBEEESR NNV FX vy T7OE%
R WKELwd, SOCEEZEELZAY FEHHEICBWTH, NV F¥y vy 7O
MICEVWIERE SN o7, 22T, EE P YAV K (scaning tunneling
spectroscopy; STS) B L UIH Y —F I3 v+t v RIC X ) EERIICHIE S L7z
HiJ& P-phase GaSe D NV F ¥+ v iz Lz 3.5%£0.05eV[29] & L O}
3.3eV[30]TH 3,

P-3 X U AP-phase HiJ§ GaSe OffifE D ¥ PG X X BlTw3, L
2> L7235 AP-phaseGaSe @ K miic B 2ffifE i 2 HEHB L O 3 FEHD N
FCIEHIE2ECTw5, 51, MED VBM O x4 v ¥ —% AP phase D7Jj
2% P phase X D $#70.3eV ml, b DEVBRENZAAY FiZWTNnd Sep
BOE I gk LT 5 D . FHC VBM 12 Se p, LB O F LS 0 KB CH 5720, Sy
FREEOE VIO Se ilEO@EWIC L 2bDtEZLND,

IR AEZ FEE (density of states; DOS) 5 X OB R BE% E (projected DOS; PDOS)
X Iz ZRT, ffifE T TD AP phase @ DOS % P phase & X < fHlC
W3, £7-. WifHo VBM ick1F 3 DOS T Se p.HuliicH®kT 2> v — 77
Van Hove MR A O N2, THIET HAHETORHEI 7 VBM D3 v 1 E
IR L T3k Y., HiJE P-phase GaSe, GaS 5 X U InSe iICHBWTIRER I N T
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©]

Energy (eV)

Energy (eVv)

T K M ' 0123454678910 0 1 2 3 4

N(states/eV) N(states/eV)
Ga(s) Ga(p;) Se(pxr Py) ——
Ga(pysr Py) —— se(s) Se(p,) ——

4-3-1 (a)-(c)P-phase HiJ& GaSe Dk EEIC BT 5 N v P&,
DOS F X ' PDOS, (d)-(f)AP-phase D F-Hitg T EHIC BT 3 8 v Vi,
DOS # X 18 PDOS, SOC IZ& A TWwizly, v PSS I 3B RS o) fig
CEX2RBRFIEDT G OME L RKE I 2Motbl RE I TENZIUR
ERR

SOC ZH Y ANZ-flifE 7 TE EMHED S v PG %X 4-3-2 1TRd, HiED7-
» SOC & L CORMAEMEDERTERL TS, KOFBL KD IIT fHfhro
NV FEEERL, AV VYT RAF Y EENRTERT S, (@b Lbh, SOCH
D /7 LIk 3Ny FRE&EDZLIL AP phase TlZdE V Roh v, F72. ().

(DR LT fifhEo VBM Ztigd 2 &, Bk L7z A F oA vy FRIOAN
¥ FHH&EIC BT, Pphase CTid K fififiid VBM THIL 22 it 2 & v 34 L T
% %3, AP phase ICEBEWTENIZIZ L A LT TE 213 /NI v, HiJE D P-phase
GaSe TIXEEXTEDL AL T 5 DK L, AP-phase GaSe Tl S HERT R4 23
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SFONT WS (a// DI TOFMITFIESBE TV S), 26 DXIFREDE V2
A Vo ERLE L THN LD EMRTE 5,

(a) P-phase GaSe (b) AP-phase GaSe

Energy(eV)

(d)

Energy (eV)

Me— r —-K

Without SOC

With soC ----

4-3-2  FHPEIETERIC BT B P-3 X O AP-phase HifE GaSe @ A v
VHUEMHAER ZBER L -3y FREE, (o). (DixZzhZznl fififfco P-
¥ L ' AP-phase GaSe DNV FEETH Y, a & BOAY VETEHDEDR
SOt KFITENZENRT,
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4-3-2 N2 GaSe DN v ¥

e -type, y-type BL Ny -type DNV T DAY FEEE X 4-3-3 18T, T
RTCDOFRY £ 4 72T hexagonal 7V AT v Y — VHOENREICIH> 72
NYFERLTWS, e-type TIHAEITIFIE[31-33] & kL, T s VBM NV F
BHDLENR, y-BLUPy -type TIFABRICVBMABH 5, $_XTOKRY X4 7T
DWCHEEREBMOLEERZ R L TEY, 2OV FF vy 7 2K 4-3-1 10K
¥, R & V. AP-phase GaSe 2> LK X 415 y '-type I3 P-phase GaSe 7> & f ik
INDe-type £V DH 10RENS ANV FFry 72K L, BEICE T 5 MH
DRRE —E T 5, y-type BL Uy -type GaSe DOF —JFMEIHEIC L5 NV F
W&t Grzonka H[9]Ic X W BRICHRE I N T w3, 7, Srour b [34]& D, ¢
Ry -DHIEHT -6 -type GaSe TOH —JFHFFIC X 2 5y FE&E D LR
DBIEINT S, ¢-type TOMMEFATH LD NV i T 8 CRIBIRR
THEHEZDIIHN L, ABMTIEAFC AV PRELTWS, —J7T, y-BXW
vy’ -type T T HELL TR A F oA vy MR A BOEGE TSR D N v K &
oTWbIehb, MELZIEOEVWHE ANV FEEICKMINTWS, y'-
type(¥ X Xy -type) D primitive cell {Z rhombohedral & Y . hexagonal cell T
DN Fid backfold T 5728, Pphase & AP phase DEWEFEL K A3
7= IXFEOREEZ LT\ % v -type & DB HFERTH 5, K(a), (b)Tlt
B35 &, y-type &y -type TiINV FIEEOMEIZ X S lTWw3 23, KM
® H-L f L cldmi# ic#E w3 85in .,

K 4-3-1 REEIVEONAEANY FFr v 7L ERE

E, [eV] FEfE[eV]
HiJE P-phase GaSe 1.94 3.3[29]
3.5[30]
HiJ& AP-phase GaSe 1.83 -
¢ -GaSe 0.76 2 [35]
y -GaSe 0.74 2 [35]
y ’-GaSe 0.66 -
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(b)
(2 TSP T -
S A
: v .
(;) | @
) il *
"IN
:Z /\ %/ /

e-type

4-3-3 BFHS FEEIC B 1T % (a) y -type. (b) y '-type 5 X T8 (c) € -type
DNV PG, (DANTETINVT VY — v B X ORI

4-4. AP phase GaSe D¢ HIHEE

TNE TORMEIC X b | AP-phase GaSe DIFFEH I L NV FigE& I P phase
WCHBM L7/ e olzs LD LB ORNIMEDENEZ KL TNV FREED
BEWHRR LNz, NV FEEDEW TNV FEERICHK T 28 ENMEE o0&
WX B, AKE Tl Kubo-Greenwood D 2YTICH: D W 72 BRI IS O i [
BT BAER, WIREE XL CREPFRICO VT, HiE s X S 7 O FH SR
ZIRT
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P-3 X U8 AP-phase O HiJg GaSe OFFER, WINREB L O E %X 4-1
BLU42ZNTNRT, BHE & c Wi RE(E Le) BROR DRI 3
% 5% % in-plane” & L, WifT(E//c)BAf% % “out-of-plane” & L THRT %,

GaSe [ZN/TETH Y. alihi c WA IEEMTH 2 72D E AT 1A & RIS IT T D
HFIHEE LR S, 2 TORFTEEITEB W TDH, P-phase GaSe & AP-phase
GaSe DEVOSAMEICEH Nz, #l 2 IXK] 4-2 D in-plane I 1F 2 WINREIC B
W CIL P phase Tl 4eV HEICRIRE DO ©— 27 235 % DX L. AP phase
T LeViE @ A L F—llic BT 2, KEFHETH RO MR %7K L <
Y. T4t 4eV LA EDOEE T P- & AP-phase GaSe DWW Z A HIEIC X D
HHICE 2A[REtE 2R T 5, AREHRIIAN Y PG ICESWTwa o, NV
F¥vy 7O@/NHI b KT Tz, £ TrRLZXSIC, SHETHELON
7- HiJ& P-phase GaSe DNy F¥ ¥ v ZFI3EEE L 0 D 1.3-1.5eV /& v, %
DR %EET 5 & P-L AP-phase GaSe (3 5eV LA _E D 841 6a8I8 € D - HIE
ICXVECHENSE Z LTINS,

Elc E/lc
10 - 8
P-phase_re_in-plane P-phase_re_out-of-plane
Al
) L
8 P = = =P-phase_im_in-plane 6 — — —P-phase_im_out-of-plane
6 \
= s 4 !
S 2 ‘|
g= £ TS
< 2 S 2
£ g
£ . :
2 2
o 2}
A~ A Aof--=--
0
2 F -2
4 4
0 2 4 6 8 10 0 2 4 6 8 10
Photon energy [eV] Photon energy [eV]
8 6
6
4 |
2
s g z
< 5 g2
o | s &
Q
2 E
z 30
ao a
2 AP-phase_re_in-plane 2t AP-phase_re_out-of-plane
— = = AP-phase_im_in-plane AP-phase_im_out-of-plane
4 4 . . . .
0 2 4 6 8 10 0 2 4 6 3 10
Photon energy [eV] Photon energy [¢V]

4-1 HiJg GaSe D iEEEIZ(_E)P phase( 1 )Ar phase Cd v () E Les (d)E/ /¢
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Elc E/ ¢

120
———P-phase_in-plane
———P-phase_out-of-plane
= 100 | —— AP-phase_in-plane — 100
E) - E ——— AP-phase_out-of-plane
5 =
S 80 sl
5 g
2 60 5
s} = 60
i3 (9]
S 8
£ 40 £ 40
g 2
g g
S S
< 20 < 20 }
0 . 0 .
0 1 2 3 4 5 6 7 8 9 10 0 2 4 6 8 10
Photon energy [eV] Photon energy [eV]

———P phase_in-plane ——— P phase_out-of-plane

50 } ——— AP phase_in-plane

50

—— AP phase_ out-of-plane

Reflection coefficient(%)
Reflection coefficient(%)

Photon energt(eV) Photon energt(eV)

4-2  HiJE GaSe @ (L) WIRE () KHHRETH Y (££) ELe, (d)E//c

SN2 GaSe & LT, P-phase GaSe 2>H 7 % ¢ -type B L U y -type GaSe D
FAEBAB DAL Z N 4-3(@) IR T, EHL cIBERRE L 0DRiR%E
RLTED, FY Z2A4 THTOEVIZIZEAE RV, £/, gtz L v—
7070 — Nichk b FHE0E NI, 4-3(b)IC/R L7z e -& y-type DRE L T2
Hifliih GaSe 1251 2 RETHRMIE A KD & 7= FFEBE O EEAER[36] & H
% &, FHERSERIIEBRER CIEFHICI L TR 2 BHLIC R B,
EEHERICHE T B 3eV AHEDOH v e — 7 FFHRRER TIEER I Tz v,
ZAUESHR[36] H T FICEER T 2 D TH B Likam I LT 2, JilfETFIC
R T 2B IO W T DEMHE L Bethe-Salpeter FRERXZ R L2 H Y, DFT
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AETREIN T ARWVWERTH 5, FHERFUC O W Tl (photon energy) %
(@t ()T 2 &, FIEMEIER/HRELD DK leV IZE/NT v, Tt
K 4-3-1 TRLZEAY V¥ r vy 7OFHHEAE & ERE L OEICHIGT 5, D
o, FHETHE O N T ERSE R 2 E RIS 2 fth, NV M ¥ x
v TDBWEFERTLILICEY, HLREERBWICOERT S 2 LAEET
» 5,

(a) (b)

20
I —— y-type_Re C Elc
r Elc B Real part
i 4 _t I B
15 A5 rpem I5F -- Imagi rt
e ginary paj
- /- }‘ \ e-type Re = i
: SN g
% 10 ),' Vo - — - e-type_Im é 10F \
L: - ,’ ‘\ ‘-a "\
g \ 9) \ -
3] \ B A
£° \ SR RN
a C
0 ¥ S
v - \/\//
L \/
I S O T T R T S 5 L L L 1 L L L L
o 1 2 3 4 5 6 7 8 9 10 1 2 3 4 5 6 7 8 9 10

Photon energy [eV] Phatan enerov [eV1
4-3P-phase GaSe DRV 2 4 7 TH % ¢ -B XUV y -type DFHEERE D (a) 5
AR B X 0(b) KETERBIE 2> 515 5 7z ZERAS R [36]

RIC, AP-phase GaSe DNV 7 TH 5y '-type D EEE %Z X 4-4 ITR T,
P-phase DNV 7 TH % y -type DAEHR D [FIRRICR T, HiE GaSe TORGHR &
FlEkic, YL 27T P-& AP-phase GaSe CTHZFAMHE ICE WL, IR
BE L OREMEETIE 2-3eV UL FofE @b, £4-3-1 kb,
7 GaSe ICBF 5NV F¥ v v 7ORRIEL DFEIIK 1.2eV TH Y, Z D72
TN FEERY 7 VT2 LIRET 5 L. £ 3eV A Lo (EI ) Ic X %
HIE CHIMH O N FAIEE DEVZHL NICTE 5 2 EBFFI N5,
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Elc E/l ¢

[
S
[~3
(=1

E E y_out-of-plane_re
- L v_in-plane_re - L .
Q 15 r 8 15 r v_out-of-plane_im
k31 r v_in-plane_im 3] r
=] L = L
° Sio | S0 f
£ g f g
Z g5 g5t
= 37 o
g L L L
Aol Aol
-5 I TN TR T T T AT R TN ST R -5 T T AT T TR T E R AT FE A TN T RN
0o 1 2 3 4 5 6 7 8 9 10 0O 1 2 3 4 5 6 7 8 9 10
Photon energy [eV] Photon energy [eV]
20 20
———'_in-plane_re
y'_out-of-plane_re
= = =4v'_in-plane_im = [
5 15 9 15 y'_out-of-plane_im
k3] kst
o S10 ERUNE
Q Qo Qo
z E E
1 S 5 S St
- o [P
= 2 e
Ao A o}
-5 -5 ! ! ! ! ! ! ! ! !
o 1 2 3 4 5 6 7 8 9 10 o 1 2 3 4 5 6 7 8 9 10
Photon energy [eV] Photon energy [eV]

4-3 v GaSe DFEEBAE(LE) & -type(N) y'-type TH Y () ELe,
(i) E//e

Elc E/lc

180 180
E 160 E 160 — Y-type
3 S
< 140 140 F
2 S — Y’-type
= 120 =120 F
= =
53 =]
g 100 S 00 £

=

8 80 | g 80 E
o S
g Y E o0

40 7
5 £ 40 b
z b 2
£ 2 2 20}

0 ‘ s ,

0 1 2 3 4 5 6 7 8 9 10

0 1 2 3 4 5 6 7 8 9 10
Photon energy [eV]

Photon energy [eV]
60 60
%0 ¢ 50 ¢
Bl Bl
.8 40 3 40
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S 30 S 30
(5] (5]
= =
g g
5 20 520
3 3
= =
23 >3
&~ 10 & 10
0 TV 0 Lo . . . T
0 1 2 3 4 5 6 7 8 9 10 0 1 2 3 4 5 6 7 8 9 10
Photon energy [eV] Photon energy [eV]

X 4-4 N7 GaSe O (B)WINREL(T) KEHRETH Y (/£) E Le. (A E//c
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4ETBEF LD

Ge(111) EAR | THEERICTR R I N7- A% UG C©H % AP-phase GaSe IC
DT, fiE e BEARE, BLOEENERE IO W OE-REFRE 2172 72,
ZDfEFR. LT D Z LRSIk o T2,

- WAH & b S T E R IZIEE U C, AP-phase GaSe (2N Fl~D 5| 5RIG
NICXVLRENING, Z DI Se-Se IR FES) DEWICER T 5,

- AP-phase GaSe 7% Ge(111) AR R H T ICEHZE S - FRFEEIc oW, G
HICX W EBELET 2FHZGEL N,

- P phase > 5 AP-phase GaSe ~DtHZEREIZE 2 1c{ ., #ELEHTH 3

APphase [3IF Pl 7 v v R ICBWTERII N D 5 Z LR I N7,

C DNy FHEIZHBIL T 225, Se DHUEICHKT 25 Fich T h 7k
BHEORR LN, T2, NV FFry F3HBEICE TR 6%, NV 7 Tl
15%(% & AP phase D J5 23/ X\,

- MIEE T O #iPH N T P phase & AP-phase GaSe iICD\W\W T, HEE XU L2
TEIVETEI CHRAREIGEW S HN S C & 25— HBEEIRIC X o THL 2 I
L7,

%7z, HiE AP phase [ ONMEZ A L T2 720, Pl 21358 RERK
(second-harmonic generation; SHG) D X 9 72 R O IEFIE AR E XN 72 0o
ElbNE, ZTOXITNIEDEWICER L Cfic d P-phase GaSe & (352
RBFEERE TS LTINS, MBE O X 5 A IE T 7 1 & X CfEELX
7= GaSe 12 1% AP phase 231E7E L T\ 3 AIREMEDSRIR & L7z, AWFFEIE % D
£ O ICLTES 7z GaSe LD, FFICHEFHRFME O SEERHGR O I IC HRLC &
%
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5. Ge(111):GaSe 05— R A

5 BTl EERIICEIZ X N7z 28 GaSe #0i Ge(111) (LA T Ge(111):GaSe) D
TREBICOWTOE-JHHEIEMREZ R L, 20Ny MG & EIFICD W T
T b, 72, Ge U HARFE(SI, a-Sn L U InSb) B X TF GaSe DAt D&
UiiifE (GaS 3 X UF InSe) D& A o D HM E = RITHEI D v W R 0 2R
BERL, Ge(111):GaSe & DEWICOWTHEMT 5, AETDOEE T van der
Waals #H A /F NG 00 = & v BERH B AEF (SOC) I3 E i+ 97 1cfT - 72, SOC %
EZRL eI RS R IR B IR T,

5-1. &7 Vs X OGRS

HAADF-STEM f&[1]% K ICHEEE L 7o
Ge(111) L - J@ # 3l GaSe(Ge(111):GaSe)

—

DETNVEK 5-1-1IRT, 2=y M ~ Vacuum layer
Z X AR

. (20 A)
AEFACHETEERT D720, /L7

EBTRED L IRGENB(A T Tt e
LT, £, AT THOMAANER %2 |
THEDICEEEE 20 AFAL TN
A7 71X Ge(111)% 10 bilayer(20 JE%J%)
FEkE L. A A 58 GaSe THim L7z, A
FTDORFUNC T T ) TR Rind
% & FDOFRMUEN D Ge(111):GaSe DN
M%L R BEE 2D ENTPREINE
B, KFEM) TG L7z, Ge(111) DT
ﬁiﬁci%ﬁﬁ@m.oomg AR1EswA L, |
JE & GaSe 1T TH D Ge & 1% 1 T
i L TR Y, Ge &R UMK FEERT
b ENERERIV RSN TVDT |
O, YJ& GaSe DI/ NT A —H % Ge &
FICHDEHW,

a=4.00048 A

fixed

}H

} Half-layer GaSe

- Ge (10 bilayer)

5-1-1 Ge(111):GaSe DHEEET /L
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Fo, H&E D Ge 3NV 7 & Hripd 72w, KRFERKERID B % T 2 bilayer(4
JEF N KTIET 5 Ge 38 KOV H D7 FEAT 2 FIH AR 2 [ E L, M (L at
BICX 0@ oLz,

FHE SRR XL OREREIZ OV TIE 4 DO 4-1-1 IR LT b O & RS TIT

-7,

5-2. Ge(111):GaSe O N v Fifid & &%

5-2-1. Ge(111):GaSe N v FHid&

MEZL L 72 Ge(111):GaSe &7 /WITxt UIEE R b iR 21T - 7212103 R
HE AT o7, FHEICE VST 572 Ge(111):GaSe D3 R % X 5-2-1
Rz N

XXV, T AT ORER FioD /N> KA Dirac cone D L 9 R IE A L
TWAZENRELMNI R STz, T2, 7 = VI MENAFIT DR ROMEZ NG, =
® Dirac cone D EA DREEE velX 10 m/sCEHEDKI 1/3) &, 7T 7 = L FfE
ETHDHZ P L, £ MEFHTH VL7 HkEBEbivs N R
X FA EOWAR TR UL D ITHIED L BRIz, Ge & GaSe IL&
LN REY v T2 AT HHERTHLOIZK L, N6 OMAGDET
%Tm:@;5K$E%%%K&é:@ﬁ#ﬁﬁ%%%wo

Energy (eV)

K

5-2-1Ge(111):GaSe ® N v P&, T rfhEooNy FigEx Kb A Eic
N o AT T X IClE TR ICHIRIEDS L 20D R I NS,



Energy(eV)

Ge(111):GaSe [ZHi 7= Dirac cone 23 & DJF+-, B L OWE B STV 5D
DI FRENTT 2 T2 DTN RGOl DR 21T > 7ot Ra X 5-2-2
R N

Z OFERN S| Dirac cone I Ge, Ga, Se D s, p HliEN LRI N TS Z L
DA LINEIRoTe, ZONY REFEMICT 58, K52246K0 ., T END
HEN 7220 Tl Ga BE W Se HRDOHLUED F G5B RKEWVDIZXH L, T s>

AT OIERBIIZ Ge DF LN RE L RDOMEMMNBH LN oTz, o, THRT
M%A’Gem%®ﬂLﬂ%%ﬁéhfwé*kﬁ%%bto

& FHICB W THK 5-2-2 A TR LTEREMR TR Lz DAL o NN R
6i®q%i¢01km%@ﬁpﬁ5%ﬁéhfw Do ZAUEK TR LT-AMTE
THHFOMEL LE D EER>TWDLH I EnG, MEFHHORIES B OG
EEHEELRWERTH D,

[ 5-2-2 T BAHED Ge(111):GaSe D3 v P X OBERE 1108 0 il ks
R BHRTIEORFHFEORE SIFHOBEZTEL TS, (EM-T-K AT
DRy RiEER L OCH) T milifEo N R, Dirac cone |3 Ga, Se &
X Ge HRDETHLEDL ORI N TS, flifETHFDO T HiHED N
Y IFd Ga, Se XU Ge DB THEEKL TEY, WRTRIT L5 &
I E "B T %,
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5-2-2. JEERAE

5-2-1 Citgam LR RIL Ge(1IN AT TR S 2L 7 L e 97212 Ge A
7 7% 10bilayer FifE L7252 Db D TH D, dtE TRV F -7 AT T X M)
MNE I MEHWTT D720, AT TR I3 5~20bilayer ® Ge(111):GaSe (22T,
SR LR R 3 LUV REEHE 21T, N2 R O R EUR 71 2 el
L7z,

%A 22 L ST Ge(111):GaSe D/ RREEFHREFE R A K 5-2-3 (R T, &
DATTREITH A FHEEOIZILIFE U723, 5 bilayer TiX T RIUICHBNTH
0.1eVDOF ¥ v 7HREANVTWVD, LAL722 5 10 bilayer A L Tid S FHE&EIC

Energy (eV)

33

—

REBREANR N, AT 7E XX 10 bilayer 2355172 & |45,

Energy (eV)

A Z TJE X 15 bilayer

A7 7JE X ;20 bilayer

5-2-3 Ge(111):GaSe ®» = 7 7E & k{7t . Ge(111) % 5~20 bilayer /&
L 7= Ge(111):GaSe ® N v Vil
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5-2-3. Ge(111):GaSe 2D E{£EHHE DN v Fifd

Ge(111):GaSe THiiL7- Dirac cone DELJFEZH ST 572912, Ge(111):GaSe
ERERLT DA BERIZOWNTONY REEEFI R RZ K 5-2-4 1217, @)l
GelObilayer A7 77 /L, (b)IZ¥-JE GaSe, (c)IZHLE GaSe[3]. & L T(A)IZ¥-)=
GaSe DX 7Y 7R FIZAKFEKGG LT RICHOWT, HiEET V&N i
EEENEhRT, EOZR BN ERITERMELZHEMA Lz, 72, b)B X
CIZBWO IS DIRBETON Y MEEFHREERTH D, K@IRLz
Gel0 bilayer A 7 7 &7 V(A ANIOKFE KSR DN > RREGE X 5-2-1 1ZR L7z
Ge(111):GaSe DN RiIE L EITWE 23, MIEOBIIFELRY, 2O L
5. Ge(111):GaSe ([ZHN =ML LA O HUT Ge HKD L DTZ L bnd, £
72. Ge A7 7 L Ge(111):GaSe D/ Ni§E&EZ LT 25 L. Ge AT 7 Dffi&
#r EdROR RIL Ge(111):GaSe (21720 T2 3Bk EZ R L T D, DNy
RiX Ge(IINA T T DE 7Y v 7Ry RICHFRETHREAMENTZEEZ HND,
Flo, O)-dRLEEDETLVE 1~2eV DX XY v T2 H Lz,
Ge(111):GaSe & 1TH 725/ FiEETH 5,
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OOQO
g

Energy (V)

. L
M2
(b) -/ GaS
4 —— -
3 Dl
JEE Vi P
~ e s r
se e 2
2N
— v 4
3
Bl -
B
g
&
0 P
e /'/
e - /
3 2 /
;Y /
Q Nl A
Q ) Q 2
Q Q \ Q
o W oo W on° 1
AL &1
1 !
§ 0 St
By - oZE TR e
//// // \\ ™ =
Ap—" / \ .
d N P 5
" vl P T |
M T

(d) Y- GaSe+/K & K it

5-2-4 Ge(111):GaSe ZHL 3 % HWHR DN v ik
(a)Ge 27 7, (b)¥J8 GaSe, (c)Hifg GaSe, (d)/KHE&im L 7228 GaSe
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5-2-4. T HIKFNE

Ge(111):GaSe D N> REEE CIIMME FHHPICHHE S LE 0B FEL,
Dirac point |ZAIEFH OTH FITAET D, 2V 7 GaSe [TFEAIZ K- T M
ENRRKE S EILT 5[4, Z ORISR EEE 2. £ A2 &K - T Dirac point Z il f# L |
ME T OBRES LESHMEHOMNITHZ L2 B E LT Ge(111):GaSe @
TN GT MO FEREE2THBETCONY RiEL T 52 & T,
Ge(111):GaSe /N RIEIED BRI DN T LT T 5,

5] 5-2-5 £ V| Ge(111):GaSe |2kt L CHEHN G MO FEREZ /NS T5Z&T
JEAEE A2 T-/E B TlE, JEMREANRKE < 251 Y (=ER D Dirac cone LA
SO RREBZ R LF—HIZT 7 B L, M AIZBW TRER FimaMET 1v
F—NCy 7 T DR ER LTz, 23Uk LEIREAZIMZ D & ZDEHRN
RELBRDIFEBEFHONY RPRZ XX —IZT 7 N5 Z & TMiE
CEHARD, BRIRIEIC/R D Z ERH LN o7,

5-2-3 Tigim L72 X 912, Ge(111):GaSe THNTZMIEZ LIS DN Rid Ge
HRTHD I EIRBENTND, LLEOFERND, Ge RO /N RIZEHET
BT RX =2, SIETIHET R T2 7 5 &V ) BEAKIFIEDIH
BN o T2, ZHUZKL Dirac cone [FFEAIZ L DT RN F— 7 MIMER S
T, BRI RE O EERT D,

RO H

Energy (eV)

O

NS 5

a=4.0404848 A (1%) a=4.0804896 A (2%)

a=4.1204944 & (3%)

5-2-5 Ge(111):GaSe D N5 FHX 3 5 8 A KA
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5-2-5. JEEHEEE D |

Ge(111):GaSe @ Dirac cone DUVNT, EIRIEN ED L DI L TN D D%
HONZT B8, EEF Fimd Dirac cone (2O T, BB D SEE O Hifm|
EATo 72, HEIIMEE S T Dirac cone (22T, X 5-2-6 (T4 k AT
((a)-(Q) TITo 72, & k SONEZFE 5-2-1 1TRT,

PR e

o
0.02K  0.04K  0.08K

Erergy (V)
\
/
/
/
/=~
/ <
©
'~
p RS
1NC
=
\:9
N\
—~
RN
\ _
NG
\\
Y
\\
\

0,081 0,041 0,021 T 0.1K

—-K

5-2-6 T H3EfED Ge(111):GaSe d Ny FidEs L o8, IKEIESE O i %
Tolm k5

2 5-2-1 X 5-2-6 127~ L7= k DA AL A

54

Xby, Xby Xbs Xbi, Xby  Xbs
(a) 0.10 0.0 0.0 () 0.01414214 0.01414214 0.0
(b) 0.06 0.0 0.0 (g) |0.02828427 0.02828427 0.0
(c) 0.04 0.0 0.0 (h) | 0.04242641 0.04242641 0.0
(d) 0.02 0.0 0.0 (i) |0.07071068 0.07071068 0.0
(e) 00 00 0.0




FEREAS - E551(4.00048 A)Z IV 7= Ge A 7 7 10 bilayer ® Ge(111): GaSe (2>
WTCORERZ K 5-2-7 123, BEIRIEZ i3~ 2 BE O isosurface level L4 T

0.027 & fv 7z,

(a) (b)

M

5-2-7 Ge(111):GaSe @ Dirac cone D JKBIEIE D EF O fHFER Ge X T
7" : 10 bilayer, (a)-(1) XX 5-2-6 5 X UIFK5-2-1 TR L7z kmicHIinT %,

X0, Ge A7 7 10 bilayer ® Ge(111):GaSe @ Dirac cone D EhBIEL D /75 4F

D& RO kR TIEEBREEIIREATIZSM L TWDLDOIH L, TR
TIERIEZRS AT T RIFICOM LTS Z ERHLNIR -T2, T7hbb,
LR COMRER T/ R~D GaSe M HDEFEH NN L2EBWT 5, i
13 5-2-1 Tigim L7172\ MG OBER LB 5 s RITB W T, TARIZBWT
Ge HIRDBE D HDFHHIZ/2 5 LD I FERZ KL T\ 5,
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Z DB RIS D Z2 R EY 43 A 18X 5-2-8 12579 20 bilayer @ Ge(111):GaSe T % [A]

BB Z2 7R LT,

(a) (b)

M

r

(f) () (h)

—K

5-2-8 Ge(111):GaSe @ Dirac cone D JKBIEIE D EF O fHFER Ge X T
7" 1 20 bilayer, (a)-(1) XX 5-2-6 5 X UIFK5-2-1 TR L7z kmicHIind %,
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Ge(111)&HIZ Bi =° Br, Tl ZJR WA L7 RIZOWT, iEF#1H LT
B DN RPN RFFEICEK ST 2 IRoeHE FIREZ R L TEY, 2O
N3 Ge(LID)RE LA TEE~E AR @O 7Y —7 = A AT DE
BLUEIZ Z > THERR STV D Z E MR - RN OME SN TND[5-7, ZD
BTV =T 2 A ZAFIRDJRE A0 6 DA HIZ XD 2 otk IRBIER ERA O
E%%ﬁmilﬁé%@?i@< KIANZ LD 3 oot i O JEHIME D #0575
Ge NV 7 EREETZLIEREETHD . Ge LT OFEFIREEBICARERIZ
mxﬁé%@&ﬁ ENTWB[5-7],

AT LT Ge(111):GaSe ° Ge A 7 7 DAREHE FHg DN R 2T L 72 #
Reigd 2 &, T AHECTORBBARO S MIZ R LIy 7 —7 = A 25
W T HEIRELHEE L D, £z, TAUSD Kk AU VT%W%
T 5 GaSe 7217 T7e <, FmfHiT 5 bilyaer (10 J& 1 J8)D Ge JR 112 & i Bh B
BiImH L Tnb, Lo, Z® Dirac cone IX3¥-fE GaSe & Ge /S/v7 OH 74
— 7 oA ABIRENRRT D Z LIk o T EnN - EFIRETH S 7]
BEMEDNRIB XL D,

5-2-6 *PJE GaSe & Ge(111)F:AR[HFRAE & % 1-IRFE DB

Ge(111):GaSe (ZHiA 7= Dirac cone DILJRIZ DOV TELET H7=, K 5-2-9 1T

9L 91T Ge-Ga ODFAEE#%E d %%@Eﬁjﬂj Az PV EZT-BED R i
ZEME L7z, #HEITIT Ge(111):GaSe DA E R H % OMEAMHH L, &
e b EHA %%Mﬁ? %%%a%@ﬁéﬁoto%ﬂ/b%m_iﬁﬁ%
BUENRER b A DE TER LTINS, K 5-2-10 12T GOy RigE %R
T, o, FAzITBT A HR F0E T LI LT T o Ny R % X
5-2-11~15IZFNENRT, Az=01% Ge(111):GaSe ZEW L., Az > 4ATIA
¥ FHEEIZ B GIE 2o T,

X 5-2-9 L0, Az=4ATITH 5-2-4@)B LUOITR LT Ge(1IN) AT T &7
J—2 BT 0 778 GaSe DAY G A HMIcERS DY IR L 2
STEY, Az% 0AETIEST 2L T Ge & GaSe DFHANEAIZ L 53 N
EOEN R TE D, K 5-2-9 DAz=2ADEEDO N FiEEL Y . Ge(111)DFE
HYENLIC Ga B LUV Se DHLEDFH GBS TS, £z, Az=1ABXIW
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OAD N FIEEX D, 20 Ga, Se DFHZFi-> 72 Ge(11)REHEN. D/ KA
Dirac cone (2L L TWA Z E3bnd, X 5-2-10~15 L U, Dirac cone Z 1k
T H/N R Ge, Ga ' Se D s BEW p, HLIEDOEFHENRKE N ER¥b0 D,
ZHUE spP IR L TV D Ge(11DRED Ge DX > 7Y 7Ry KEU:JE GaSe
DE TV TRy ROFENRKREWEZDEEZBND, F1-. JL4VBM fHir
I[ZAFE LT 72 GaSe HISRD /N> RiX Ge HOfliE FHHICHE b DB TR D,
EREOFER XV | Dirac cone 1322 GaSe D/ N & Ge(111)DFEEUENL & DFH A
ERICE AT D Z e STz, Az= -1A ZAKD Ge-Ga fESHHEL Y b
MaOl-tEETH Y | 2D/ FREE I Dirac cone WHERIND DD, ZDEHELE
X GaSe X VX Ge DRI > TWVWAE XL IR 25, 72, cone D
fH & NAIRIZ 72 > TN D,

Energy(eV)

I Half sheet
d+Az GaSe
=
o
)
Q
hy
Ge
2
1F 7
— or
>
o -
3 -1
[}
J i 2
I |
4 Sy
M G K
Az=2A
band Ge-py Ga-px,py © Se-px,py ©
Ge-s ©O Ge-pz Ga-pz © Se-pz
Ge-px Gas © Se-s ©O

5-2-9 (/£)Ge(111):GaSe €7 v, (F)Ge-Ga fE &R d Ik 4 70 Az 2
f(.f:ﬁ%\s@/\‘\‘/ ]‘1%1%_: 58



Energy(eV)

Energy(eV)

Energy(eV)

band Ge-py 7 Ga-px,py © Se-px,py ©
Ge-s © Ge-pz Ga-pz © Se-pz
Ge-px Ga-s © Se-s ©O

5-2-10 BEA I Az Ic BT A T HiEfEo Ny s
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5-2-12 Az=1A1cH 1T 3 T EEHED NV PO S ER 78 5 7
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F % T s fE DNy FHEIE O SRR 1 #oe o) g
08 0.8 0.8 08
Az= 3A 0.6 0.6 7; 06 \ 06 W
04 04
02
Ge ’
02
04 -
0.8
06} 06} 06} ERY
04 F 04 F 4104F
02 7 02f v 02f
Ga o 0 /\ \f 1] of
02f 02f 1-02f
0.4 5 04 - 0.4 -
08 08 08
o6t o6k 31| osf
04t 04f
Se 02 7 02F
of of
02f 02}
0.4 0.4

<

S
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[ 5-2-15 Az=4A1cH1F 5 T EORFED N v PR O SR 7158 5 7

¥ 5-2-9 128\ T 2~-3 eV (EICAFET D Se D p UBEDFHF G N RKE 72/ R
Az LS HETHREREMITA LN, 2O KX 6 ETiEmd 5 A
JES RN BT 6T L 0 ERAICHER ST,

Y-8 GaSe-Ge(111) M TOEFIREDOE(NEZH LN T H720, £ Az TD
EEVEEBIOEBTEEZX 5-2-16, 17 [ZZNETIRT, ZB EETIN
VIR FIREOBEFHEEOERSGLEEZEEL L THEISITEBY, HaLKA
EENTNISLE - COBFBENOOHEMERD L LTHIE L TW5D, ik
ELTGe(1I)AT 7 HJE GaSe KU HiJE GaSe DB HEE b ALY TRT,
X 5-2-16 £V, Ge-Ge ] TIIRFRHICEFEEN DAL TWDHDIZH L, FJE
GaSe ClIIHIE 2 & LT E 72> T D, Z iUl Ge-Ge DA REAM K
O Ga-Se DA A U A MEE KL TS, Az=0AIZ51T 5 Ge-Ga A 13 LA #E
BMEE AT REEMWENER LTI X O REFEENMTH D, FhE GaSe IZDW\ T
FA=1AUETIETZ V=R F 5 4 78 GaSe DEFHEELIFL X HIcH
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25, X 52-1T R LT B EESMIBNT, Se i EBTDHE Az 0AD
5 AR DIZONTEOEBFHEENFD LTS (e NI IRETOE
FEEEIZITDNTND) . ZAUT DWW TIEIX 5-2-18 (2759 Mulliken population i
FrofRES L ICHEmT 5, £o. ZBETHEEOHEICEY, Az 1TALTFT
Ge-Ga [ICETHENBEML TV D 2 EDHERTE 5,

¥ EGaSe
- o A "hj~"‘h o~ B EGaSe

Az=0A Az=1A Az=2A Az=4 A Ge(11)RXZ 7

X 5-2-16 %Az TD Ge(111):GaSe KIHfHED LB FZE, HiHEICH 72
isosurface 1% 0.06,

. : &H@

, Y ¥ 0 .)‘. .. » d

o, 0o/80, VIO, VORI, OB b
N0 00 oxoc o =
S 3% L

» |

H[EGaSe

Az=4A Ge(11)2 7 7

X 5-2-17 %Az TD Ge(111):GaSe KIHfHIEDZEBFZRE, FEHEICH 72
isosurface % 0.006,
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Mulliken FEFENTIZ K DR F D REMIZONT, BRI LIz ey ML
TR R AN 5-2-18 IT/RT, FAzIZHOWTTry hL, Az=0AKRTNAz =4A
(Ge AT T7+7 V—AX T 4 7 GaSe DIRAE)DFERIZH>WT T 1 v i
EHRTRLTWD, BN FEIC RS X 9 ISR FEKEEE D5 2 -5 1
THV, 21 £ 2 B8FENEHN Ga L Se THDH, MTBEBHREFAENSELN
7o AR AIZHEN 0 2T 5472 Mulliken BT & HFPEIRRE D 1 Ol E T 5X(Ge: 4, Ga:
13,Se: 6) & DEZNHROTZEBME TH D, Az=4ATIE Ge(11) AT 7 L HJE
GaSe WO AAERII AN Y FEEFEBRNO b|METE 51T /s, ENE
NWINL L72 Ge(1IN AT T &7 V—AX T ¢ 7Y@ GaSe DIRFEZR Kk L C
W5, Az=4ADFREZRS L, Ga & SelXIEEAIZENEFN 0.1 Clatom T D%
BLTWD, ZHIET Y —RAZ T ¢ o IRBEDHJE GaSe DA A U a4 &
L., X516 DFEREEEET D, iz, 20 T/EABD Ge (Ge A7 7ITHITDH
REME) 1XF TV TR ROFAEDTZHHK 0.9 Clatom DF v — %A LT
W5, IREOADEMOHFIEDT=H, 17-19 J71-fE H O Ge IZIEIZHET 5,
—J7 T Az=0A(i.e. Ge(111):GaSe) TidHx i & 72 5 Ga & Se 2 Az =4 AW L [k
LTRESADHIZHELTWD, ZiUL Se 28 Ge £V b LV REELKENE
EEETDHIEICEKNTEEEXDND, TDOTD, Az=4ARTITAIZHEL
TV 20 J 18 H D Ge 1E Ge(111):GaSe DIRFE TIL I EIZHET D, 19 7
THEHOD Ge bRKICEICHEL TEBY ., ZhEMiET 5B T I8 R FEH D Ge
ITHOTNCAITHEEL TWD, ZHITE Y., Ge(111):GaSe DFE E T IEX 5-2-17
TR LT BT HEESHICBITD Az =4A0 05 0A~DBRRICE VT, Se EEB
DFEBFBENEML TS, 240 Mulliken FERFENT OFE R 2 KL L TEBY .
Se D p, IEDE OGN X TWND T L EZRET 5,
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0.15

0.1 r R . Az=0A
£ 005t ;
= ‘% ) _
B ?7—7&/ \\ AZ IA
o 0 L e
=y ¢ | |
5 | . Az=24
: s s
00 | i b
=
- Az=3A
-0.15 |
o | | | | | o Az=4A
10 12 14 16 18 20 2
Atomic layer

5-2-18 KR D> 5 8L 2 72 % T Mulliken B, HEE D Se Ji 725
RECEILF ¥ =Y LT o0, FHICRT X5 BHssEL T2,
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5-3. FAR b — Rooh R

ARETIE Ge(111):GaSe 21&$a>$£ﬁig;%fo¢@gga)ﬂa¥;/xj){fa)$1*4a))f:/ F
W& % LR L, Ge(111):GaSe @ X 5 7 B FIREEA T 5 Fobi L #&
TEMEHC D WCHERT 3,

5-3-1 TIIMIREYIE % GaSe & LT, B 2EHEOIEMRICOWTD NV FigE
IR T 2, ARG EPE T ERDBEVIC L 3 EBIcoNnWT b RT3,
5-3-2 T3 Ge(111)EM F A KR+ 2 BEIEBE ) AILarF 4 FOEWICX
58y FRESOE I oW T Z 1T 9

5-3-1 FMEAMGH IR GaSe

Ge(111):GaSe LAz E Ge & [R UIVIED Hipk
THAVULN-FE GaSe #3325 FIREMEIZ 0% %
B, FFEE LT Si(111) I8 GaSe #& b4
HHEBRMERENIBE S TW B[],

Ge(111):GaSe CTHLiL 7z Dirac cone 73 FEAFE (2 ?(T
L CIKEENR S DO EHLMNIT 5720
Si(lll)\InSb(lll)iSJ:U“a—Sn(lll)?ri%*ﬁk L=
RIZDOWNTN Y MEEFH R 21T > 72, InSb(111)
1% Sb (B )& B L7,

X 5-3-1 [ZHE&EET VERT, ZHE TOR

Unit cell

} Half sheet
—  GaSe

— X
B L RIERIC(11D)E % 10 bilayer (20 J71- &) &=
SH, a2=y hEAO clillE SR UEAZHEH
L7ze B&F/8T A —HF (3 5-3-1 1T RTERE
Z W=,
- H

a: in-plane lattice constant
X =(Ge, Si, InSb, a-Sn)

5-3-1 %7z 2 Hlk X(111):GaSe
HhEE 7 v
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# 5-3-1 B HAAEDOE T EL(ERIE)

FEAR T M AS T E S [A]
Ge 4.00048 [24]
Si 3.84008 [28]
InSb 4.58078 [28]
a-Sn 4.58997 [28]

5-3-2(a)-(c)iZ Si(111):GaSe. Sn(111):GaSe 33 L TV InSb(111)B:GaSe D3> Rt
EHEE R RT, COERTD Ge(111):GaSe D KL 9 772 8 RoyHidE
U3, InSb(111):GaSe 3 L X 0-Sn(111):GaSe DA 1T -4 BAIME 2R LT,
52-4 1O, SNV ITHRONY RIZERZ Lo THENT D2 &3 00> T
Lo RNV RPEEEEELDOELLICL Y RWEELZ T H00EH 5
MZT BT, BFEBRFEOK 7 EE & R U EED Ge(111):GaSe D3 N
EEFHRLRE R & X (d)-(HI2R T,

Si(111):GaSe (X a) & £ & [F Uk EE D Ge(111):GaSe(4 b)D /3N i
&% i35 & Ge(111):GaSe 13124 JE 1) CTlI & % 73 Dirac cone D L 5 22 R
IROYEDTFAET D, SiHE T EELTO Ge 138 4% EHEIE S FTH DT, 5-2-4 D
ERIVBIESBOREIE-> TWD L0 EELRT D, st LCH UK T
EBTH 5 Si(111):GaSe TIE T AICBNTHI 2eV DAY RE Y v 72T 5
KA R RBE TR LTED, Ge(111):GaSe D X 9 7ebF 72/ BRAMRIT A
Lo T,

IO Z &L Ge(111):GaSe THLIL/Z T AT OFFE 72 5 BRI N M o2&
HED | RO KT DR EDO T RRENWT L E2RET 5,
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Enexgy(eV)

Energy (V)

: W
o

= 3.840

a=3.84008 A

a 08 A (lattice constant of Si: compressive)
X=Si
—zni b : — T == VK
a=4.58078 A a=4.58078 A (lattice constant of InSb : tensile)

X=InSb

Energy(eV)

Energy(eV)

a=4.58997 A
X=0a-Sn X=Ge

a=4.58997 A (lattice constant of Sn : tensile)
5-3-2 %7z 2 HfE X(111):GaSe £ DN v P&

(a)-(c) #nF 1 Si(111):GaSe, InSb(111)B:GaSe, Sn(111):GaSe ® -~ v K&
(d)-(f) HHAM L [F T ERD Ge(111):GaSe v P&
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5-3-2. Ge FAR b M Itk

5-3-1 OFER LV T SfFUTI2BiiL 5 Dirac cone
ITEA LD & IEWFEO F 3T 5K AG D J7 5
RENWZ &, BTG EAT - EHRIZHB W THR
B2 U AR AR AEED TR < | Ge(111)FEARIZ
BWTOREBIIND Z LK LT,

ZAUZ%f L., Dirac cone 23 f&usE OFEEHIZ LV
EDL VBT DO0EHLITT D720,
Ge(11DIZ X T 2 &g 2 2 b S B 2GR 21T
of:o

Ge HARUIZXT 5 &0/ & LT GaSe & [FIEEIC

Unit cell

Half-sheet chalcogenide
(GaSe, GaS, InSe)

3HEAL ST A FTHY . GaSe & [ Uik - Ge

R THHD GaS B LW InSe ZMamt L7z, Mk

T NVEK 5-3-3 10”7,

G HE I GaSe 134 T EEDEVIZ L 5 T a=4.00048 A
Ge(11D)FEEMRIZXT LK 6% D 51 RE A Z 52 1T T A: Ga, In
Do BB DSV T TORTEL & Ge(111) Lom BS.Se

Bl LI5S IR B 2T DR A
T3 5-32 lCENE R,

Ge(111):AB

%] 5-3-3 Ge(111) EEARIC KT 3 5 F iz
% ¥l OfEE T v

3% 5-3-2 #&uliE D)L 7 kT EES KOV Ge £
W 5520 F D 75 A (FEBREAS 1 EEX)

& i e e [A] | Ge Hr D
2T HER
GaSe 3.74 [27] 6.96 %
GaS 3.585 [28] 11.6 %
InSe 4.05 [28] 122 %
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Ge(111)ZEARIZXT 28 13 A a7 A R&REDORIZHOW T, Wik
{LRFE D% DN FHEEFERE R A K 5-3-4 (21, XD, Ge(111) I %3
HEDE D RKEERETH AN FREEITEL L TV 2 &0nn, i ORHIC
Ko FEEDOEMITNENZ ERHERIND, FF%D T JEEON s i
EEHHE FIORT, T AT 23 I LS & Ge(111):InSe TIEL T ARIZHE W TH
0.0l eV DX ¥ v IRENTWND, Flo, 0 FEEL KT 5 & (28T
SRR ROMEE N RIREORMEIC L > TRARD ZENTRENTVNDE, 2D
CANHBER TN RRREHR THLZLEZ IR T/ TH D,

Flo, K532 LT L) ICHEKEGE L Ge RO EAZZIT TR | £H
OFEFESIE « JEME) & K& ST OFEIC X > TR %, P GaSe X
Ge X VK 7% DEIEEAZ T TWDHN, InSe 1T 1% DJEAMEAE Ge 206
ZIFTWD, ERL72X e 8ok T Ny MEEDOHEIZFE L Th 57
B, K& OFEFECZ NN Z T TV D ERIIBER FiO N FIgxf LKE 7
WEE G2 TWDHDITTIERNWZ ERHERIE 5,
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e

w

o

Energy (eV)

=

w

[

Energy (eV)

-1

-2

Ge(111):GaS Ge(111):InSe

5-3-4 Ge(111) M E @ 13 EH v 27 F 4 Nk (GaSe, GaS, InSe) D
Ny R
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5EF LD

ABFZEIL, FERAVTRIE STV D ¥E GaSe #&81 Ge(111)IZDOW T, ZDE
TIRREZA SN T D0 —REHEEIT o7, TOME, T AT
Dirac cone DF(ET 5 Z E BB MM/ 572, T O Dirac cone (Z-DVNT, A
FECHOMITIR 2722 L Z LU FITRT,

+ Dirac point |l - # TH EICAZE L TR Y, IE 74 LD L &5
DD,

* Ge(111) A 7 7ML+ GaSe SKo/KFE &t L 72 @ GaSe 7¢ £ Tl Dirac
cone [THN/2 o722 5, Ge(111):GaSe @ Dirac cone 13 }+J& GaSe & /3L
7 Ge DMBAERICER T2 DEEEZ BND,

- Dirac point Dl 2 7 2 72 OIZ N 7 Al ~ D EIEAFHEDFHE DFER, ~
VI RO R HLX— 7 M & 2§05, Dirac cone [LFEAITKT LT
A D RA AN

« R E R ORE R, Dirac cone |3 Ga, Se 35 L O Ge J]/li D& FHLE D B
RENTWD, Fiz, TRIZEDSLIZE Ga & Se DFHIT/NEL 72D Ge DF
BRI M50, MEFHTICS D RATUIIZ Ga, Se 8KV Ge H
ROFIE DR B DHBIE B L & SR ST,

- PJE GaSe & FEARE DO HBEZZE 2 723 HE OFE R, Dirac cone I% Ge(111)DFK M
YENL & g GaSe & DHHAAFHIZ KV AT 5,

- B ENELEE OFE R, Dirac cone [ZEKHEUTHFD Ge BL W Ga & Se itk > T
RSN TS, ZAUTHE GaSe FSROEIRREL Ge DY TV —7 = A 25
FIRBEDIRERIZ & - T Dirac cone 23 U7 AIHEME 2 RIB T 5,

» Si(111):GaSe. InSb(111):GaSe ¥ &L TF Sn(111):GaSe TiZ Dirac cone | ifﬁﬂ@x
F 72 Ge(111):GaS. Ge(111):InSe TiZ Dirac cone (ZFALL L7\ R38BT 2
MO HARIEKAFMED TR T & 3B LT,
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6. Ge(111):GaSe D {E#lE X B T IRREHIE

6-1. MBE 1 & % Ge(111):GaSe D{EBLIFIE

SATRFZE[11L 0 . Ge(111)FEMR 112 GaSe J#5 % =9~ 2 W) Be it © Fo 3R 1
2% GaSe #&Ui S Ge(111):GaSe 72D Z E ML E > TV D, RETIT
Ge(111):GaSe DYERLSAEIZHOWTIR R B,

ARFFE TR Ge(11DFEHUL / > R—7 (SRIE TOHPIEN 50-52Qcm) D
DEMEH L7, Ge(111):GaSe DIEH 7 vt X %X 6-1-1 1T/~ 7,

Ge(111) substrate cleaning

‘

Annealing at 700°C X 30min
Deoxidation under ultrahigh vacuum
Base pressure: ~1x 107 Pa

Ga termination

‘

o Ga flux: ~8-9x 107 Pa,
Géeiigc{)sjggn Deposition time: 4min 10sec
g Ty : 500°C

‘

Half GaSe termination

o Se flux: ~ 2-4 x10¢Pa
Sed t '
GZ(lﬁ?:séa:%r; Deposition time: 1.5-2.5min
T 400°C

EJ

amorphous Se

Se deposition

Se flux: 2-4x 104 Pa
Deposition time: 1.5-2.5min
T 60°C

6-1-1 Ge(111):GaSe fEHl 71 & %,

Se capping

|

MBE £ K % GaSe IR FIAZ UL FIZFE T, MRATO THF & LT,

1. X4 ¥%EL FXUZHWT Ge(11D) M A 4mm X 10mm FEEZY) 0 H3

2. ESROWNE LDz, T b, = F ) =) fUKDIETENZI 15 7
M OMEF R BENE 21TV, No FAZRE AT TS E 5,

3. A"y F7L— TR 160CITMEAA L= 75 v Mo)BLDW o TNV AT —
IR A P () Z B L, InX—A M L7z ETHRRZBESE S,

4. BT NAT—DITHEE LT Ge(111) M A MBE & ICE AT 5
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5. MBEZ#EBOREZED T 27U FIZH L UDIRIKRER 2 L, NEEZ-192C
W EIT D, ESEOEEIL 1X1010 Torr 1272 > TW5D 2 & R+ 5,
6. HIUDIEL D LD X ) HAREE L VIEELZFIB L, 1 FERESHKT S,
7. HBR A R R S ICHEE L, 700°C X 30min OEVLERA21T 95 = L TRE DML %
179, FEMIEE % 500°CIZ FF. 30min 758% . RHEED T Ge(111)i&#3m
ZoRET 5 Ge(111)-2X2)D A b Y — 27 iR T 5,

WRIZ Ge(111):GaSe fER-LTFIE & LT,

8. FEMUREE 500°CIZH\W\T Ga v v ¥ —% BT 5, fiEH I RHEED TA kY
— 7 OEALEBIET D, Ge(111):Ga kDA NV — 7 ZHERT 5,

9. BIERFRI%, Ga ¥ v v & —%PA U, FEMIRE % 400°CIZ T 30min F7i%3 5

10. Se > v X —% BT, RHEED /X% — 7% Ge(111):Ga 7% Ge(111):GaSe-(1 X
DA~ 52 & 2R T 5, ZTHIZLD Ge(111):Ga 7% Se #& ¥ S 4u,
Ge(111):GaSe & 72 %,

11. Ge(111):GaSe /E®A% . BB 5 Analysis Fv o NNZH Tz b T AT 7
— L, &Y —RAOGEEZRET D, BRIREZ 60°CLLFIZ T, £DOMIC Se
capping D7-81Z Se DY —ARJE % LH S5,

12. 2 7V A MBE 7 ¥ U NICHaE L, ZEHURE 60°CIZIW T Se & 78545
9%, RHEED THRmEL R L, REMENTERICHZ 72725 £ T Se
HRAET D,

13. il IX MBE /25 Mo > TNV AT —V 2RV LI=Z06L, KAy b7 L—
FTMEAL In 2 S, Mo o 72T — U NS 3EHE TLY 43,

6-1-2. Ge(111):GaSe E#lic 351 2 RHEED #1545 R

6-1-1 TR L72. Ge(11D)FLEE{L2> 5 Se capping £ T¢ RHEED #1355t 4 X
6-1-2 (T, BIEREEOIMEEEITE T 15kV THY . e //Ge(111)-[112]8 L O}
e // Ge(111)-[110]D 2 S D i) THIZR L T-,
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e // Ge(111)-[112] b e // Ge(111)-[110]

| |

Tuy=700°C

e // Ge(111)-[112] ) e // Ge(111)-[110]

) |

Ty =500°C
e // Ge(111)-[112]

Ga7&75 IminlOsec%, Ty, =500°C

e // Ge(111)-[112] e // Ge(111)-[110]

GaZ#4minl0sect’, Ty =500°C
6-1-2 Ge(111):GaSe fE#Lic 3513 2 RHEED 84582 (1)
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e // Ge(111)-[112] k e // Ge(111)-[110]

Q‘§

T, =400°C

e // Ge(111)-[112] e // Ge(111)-[110]

SeZ% 1% Top =400°C

e // Ge(111)-[112] e // Ge(111)-[110]

Tsub <60°C

Se deposition 1%, Ty, < 60°C
6-1-2 Ge(111):GaSe fE#Lic 3513 3 RHEED BlZ4EHE (2)
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Ge(111)JFHEHRTIX Ge(111)-cRXFEEL L H T ENMBNTEBY[2, 3], £D
LEED /"% —[3]% ¥ 6-1-3 1Z"F, KLV EZXSHE RHEED /N4 — 2 Tl
Ge(111)-2X2)D L H IS ND, £D7=H, RHEED T Ge(111)-2 X2 Nz &
N5 Z & Ge(111)DFEHETHEEAL % HE Lz, K 6-1-2(a), (b) T/~ L 7= 700°C X 30min
DOINENZ X 2 B L ALERTE TIEIARR 72 1 X1 XZ — 7208 FERIRE % 500°CIC
T 5 LI R T O FEAEEICHRT 5 2X MR ST,

(e)-() TR LXK 91T Ga DAEFIT LD Ge(111)-1 X1 RXZ — L L, &HIC
YA FE—7 BNHNT-, 2T Ge(111):Ga DFEREEEETH Y . Ga 23 Ge(111)
% 07ML B XL 0.9ML OHFERTHALD v -3 LU B -phase & PRI 5 it
BAEETHD EEZBND, 2T IML 1T Ge(111)DFARR EIZIIT B iK1
D—RiFEEERTDH, ZODOHMHENMEEIT LEED /% — 2 TH R 72
TIA RARY EBELND Z ENRHEINTNDH[4], ENENDOHERTH
A5 PR RICHE1E O LEED /X% — » ORI A [X 6-1-3(b), ()T ENEIRT,
(e), (g) CHERR S NT=Y A RA MY — 7 1ZZNZ4 0.7ML #7E D v -phase 35 LN
0.9ML #:78 D B -phase THDH LB 2 HivdH, T RHEED ¥ —>OE{bE b &
24T > 72 Ga DG HE DR IEIZ OV T 6-1-4 TREEMAZ R~ 5, KIE L7 Ga
FREWE A &1 Ge(111) EIC Ga & IML &% . 37205 Ge(111):Ga L L7=dD
H. Se UK 2 CTEMURE %2 400°CIZ T %, ZHUE Ge(111):Ga IZBAd % %
ITRFZE[41 &L 0 . FEHAEEE 500°CIZHB\W T Ga Bl b RIFFICE X 5 5 Z LR &
TWHZ e, ZOWRETIE Se D THEINTZTDOTH D, (), (K)TRL
72X O ICEBIEEZ 400°CIC FIFD Z LI X D Ge(111):Ga DA MY —Z 38K D
ABRICBlZE STz, (1), M) TRLZE T Se ZKEH TIXI X DIFEE R S 1
7oo Se #&URIZ LD Ge(111):GaSe 23 T& 5 & EARF M Ge(111)-(1 X 1) & [F UJH
W& L b led EEZBND,

GaSe #&5iitg DB 112 GaSe WIEASE L TWHAEEM S H D720, X 6-1-4
(2R L 912, GaSe #&UiAI4 O RHEED /3% — D | #&Uat4 00 2% 1f J& 1 % oK
D7z, fEHTIZIE RHEED f#HT o A7 2 kSA 2 L, 1| DOMRGEHERNS 5 &
? line profile 24T\, FHMEA R Lz, e // Ge(111)-[112]B L W e // Ge(111)-
[110]® 2 DD FF ATV T D RHEED BIZHERIZ OV CRIBRIZITV., ZhEh
5 DN I E N ER O A L O ERZAZZ X 6-1-1 1737, Ge w1
EFIIIREIRE TH D 500°C TOfE@.0133A) THKRIE L=, Ge @ 500°CIZF 1)
% NS EIEE OIREEIZ 31T DBV IRERER (5] bR D72, GaSe #&¥ithk D
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Ge(111)

GaSef& itk

FEHIREE 13 400°CT3H 5 A3, 500°C TOHEWNESE T EE & DFI1L 0.003A Kiii TH 5
720, T ~DEBIITITEHE TE 5,

Ge(111)-c(2 X 8)

0.7ML (y-phase)

3

i

0.9ML (B-phase)

6-1-3 Ge(111)® LEED ¥ % — v i [X(a) Ge(111)-c(2 X 8) i i
Fm. (b)Ga #iE ¥R 0.7ML OB (y -phase) B £ (c)Ga #
B3 0.9ML O FiE i (8 -phase)

100

£ 60

HANSANEIVIN

0 100 200 300
x [pixel]

e // Ge(111)-[112]

e // Ge(111)-[110]

0 100 200
X [pixel

100

£ 60

]
£ 40
30

10
0

0 100 200
X [pixel

LI /Y

DATRES

300

6-1-4 GaSe #&¥5HT#% D RHEED X% — v @ line profile # %, (1)ix Ga
ZAEAT(M 6-1-2(c), (d)D Ge(111), (T) i Se #
H2, FE)E)FENEFN e // Ge(111)-[112]F L Ve // Ge(111)-[110] 7 ] 5>

(¥ 6-1-2(1), (m))T

SOBER R TH D, E7-. line profile #id RHEED K2 fi##HTIC 7=
line ZF&K /R~ L T3,
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# 6-1-1 RHEED & + Y — 7 [6llf@ 2> & 3K 7= [ A& - E X

NI Uk RHEED 2 OKD | itz o249 A)
R VAR A e ot s kM & D7
s P T A 7
~ Ge(111) 4.01330£0.02 | 0+0.01 (KeFicfdify)
e // Ge(111)-[112] —
GaSe #&ifit4 3.98909+0.02 | 0.0114+0.02
~ Ge(111) 4.01330%0.01 0+0.01 (BEIFicffif)
e // Ge(111)-[110] —
GaSe #&¥ifk 4.05535+0.09 -0.0549+0.09

KR L2 K 912, GaSe #&uiipifz CH T EE D ZEIT 0.05 AR THY 1T L A
EELTWRWT L xR LT, Lo T, GaSe ¥~ 1 A% T Ge(111)-(1
X EIRIER CHEMNE T ERTHDHZ Enn, D72 < &Y RHEED /X% — Ui
I% GaSe HIENIEIE L TWD Z IR SN o T2,

Se #&¥t% . AR 2 60°CLL FIZ NI capping D72 D Se &5 (T8 o7,
6-1-2(n), (0) & ¥ | FEMRIREE 75 60°C A T & FFIZ RHEED /X4 — 328 b9,
LB (1I X D)DMBIEE S 7z, Capping (2T % Se 43/E1E Se #&iF o> 100
FERENWDETITR 572, UL Ge(111):GaSe [T RFUTHK LZETHDLMNE D
DIERIMTH D720, RAFHZNDLOR#EREE LTOHKE, 622 ETiERS
AR E D IEREICB W TEZ N TESICHEET 2 Z e SN
HThHoHrledTHSD, ZOIRETD Se 2&%&1X(1X1)D RHEED A kU —27 33§
KTHZEMNOBTENLT 7 ATHLHZ ENTRBIND, T D Se capping 23 KK
BRI LTHEDTHDDO0, BILO)-(0)TH L7211 X 1)2Y Ge(111):GaSe Hisk
ThH0EMRT D78, Se capping % Dkl & KK EEDZIZ MBE 7 v
FCANEVL, RHEED Bl£2 417725 7-, TOfEM%E 6-1-3 Tk~ %,

80




6-1-3. Se capping D Hifids & Y Ge(111):GaSe MZhd RHEED #1452

Ge(111):GaSe 1E#41% Se capping L 723 BHZI DWW T, KA ZEFZII XTI D capping
DNFRAZ DWW THGE LT/ R 2509, K& 18h 2 IZFHF N MBE 7 v >\ [Z
AFL. 100-600°C DEWLEE 247\ ., RHEED #2824 1T7-7-, FDOHEE% 6-1-5
\ZRT,

(a)

Ty =45°C

e // Ge(111)-[112] e // Ge(111)-[110]

T4, =100°C, after 30min
e // Ge(111)-[112] (e) e // Ge(111)-[110]

T =300°C, after 60min

6-1-5 RLFEFEHIC MBE F v v S ChnEL L 72 %o RHEED 21t (1)
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() e /1 Ge(111)-[112] M (&) e // Ge(111)-[110]

T =400°C, after 60min

(h) e // Ge(111)-[112] (i) e // Ge(111)-[110]

T, =500°C, after 30min

e // Ge(111)-[112] (1) e // Ge(111)-[110]

T, =600°C, after 10min

6-1-5 KRSFEFEHIC MBE F v v S ChNEL L 72 %o RHEED 21t (2)

Xl(a)-(c) L V. 100°CDOMEZ L U Se capping 2LEE LARD . BHUVN(1 X 1)D A
MU — 7 BHER S NT=, (b)-G)L Y. 500°CHNENE Tid(1 X 1) RHEED /X% —
MBI SN, K)-m)IRT L DI, 600°CHEMZ LV Ge(111):Ga HKD
A RNY =212 b LTz, ZAUE 600°CHIEMZ L 0 #&85 L T 72 /8 GaSe 22 5
Se BWEET 2 Z L 2B T 5, 774205 Gals LU Se ZBFRICBIZEINTZ(1X
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DIZ Ge(111)H 3k TIiZ72 <, FM% GaSe THU X472 Ge(111):GaSe HETH 5
ZLEEEWT S, LLELD, Secapping T RKKEZRICKH LA THY . 1ERLL
7-#EHT Ge(111):GaSe TH D Z & R L7T-,

6-1-4. Ge(111):Ga DK EIEE DI IE

Ge(111) EiZ Ga % IML 7&KE T 2720 DFREHRE DR EFREFIZHONW TR D,
Ge(111):Ga DR EAEEIL Ga DRI U THEED S Z B RESINTEY,
TR b RVBEHSTM)R X #RETER(XSW), (K& R EHT(LEED)IC X ¥
ZDOREEIZOW TN N TE6, 7], 6-12 Thidx7=LHic, ZOHFTYH
0.7ML & X TN 0.9ML OHFER THIIN D v -3 LT B -phase & FEITAL D FRA# AU &
IZ LEED /N — U THEHE R YT 74 N ARy R8BS Z ERHEINT
W54, 2O T T4 ARy FOEALIZE 6-1-2 (e), (g)ITmLTc L DI,
RHEED TOH# A RARY—7 L L TRABINAIEETH D Z &0, Ga ZEITHE
IANY =7 OB D Ga ZEREDIKRIEEZITIR > T,

EEMRE 500°CGa D K BV 2B, v -3 KLU B -phase H12k D RHEED Z KU
— 7 BNEIND ETORM %X 6-1-6(a)lZ "7, Ga 43 Pga 2% 7.6-9.1 X107 Pa T
D FEERAE R 6 RONVLEEF L OEERZEZ VTN D, KD, Ga DFFER
JEIFRERRGE S E IR TFT L TWD Z Eband, UK ETo Ga Dk
& LHOBRPI R TH D Z L 2R 5, ZD72D, 0-0.7ML £ TORIERE
75 53RO 7= 7R EHE I LT 0.7-0.9ML F TORGEEEIE A 53K & 72 7K 353 E D
SMEIZE D, Ga DEBFHEZRDTZ, ZHUTL > TRDZ Ga K5 HE % Ga
DIECR LTy b LEbDEK 6-1-6(b)IZRT, XXV, GayEICxf L
Ga BREFEIIHE VML L TN &0 D, Ga OIGASE TII RV Z &0
TR EN, K6-1-6(a) L EET D, ZOHMEE LT, Ge(l11) LD Ga DILEN
N EREMN END Ga DBBENRE 2 Hid, Ga /3 E Pea 23 7.6-9.1 X107 Pa
TOHRMIZEIT D Ga D IML &5 T 5 F TORFEIE 225+25sec L 7eo70, &
4378 Ga lZEET 2 S RE L T Ga Z&Z 5 REHE X 250sec 8- A L 7=,
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12
T SR
ros
= 0.8
= o B
& it
< pis]
O 04 iz
#
8
02 |
O 1 1 1 1
0 50 100 150 200 250

BB EER [s]

(b)

0.007

0.008

0.006

0.005 ° °
L]
® oo ° °

0.004 ® o °

0.003

0.002

0.001

0
7.00E-07 8.00E-07  9.00E-07 1.00E-06 1.10E-06 1.20E-06 1.30E-06

Ga %3/ [Pa]

6-1-6 Ga A EHE DI IFAER, (a)Ga > v v £ — %[ T2 5 0.7ML &
X U 0.9ML Hi3k® RHEED % U — 27 238 7- i, Ga 43E2S 7.6-9.1 X
107 Pa TOERBRFER 6 SOFHELZHH L, BEREL T —— TR7,
0.7-0.9ML F T? Ga REHE NS DIMEE FRAMFRE TR, (b)Ga HEN
7.6-12.1X107Pa TD Ga ZRHEHEE DT 10 v b, Ga DAREHE L Ga 7y EDZE
felzxt LR & <IEZEL72auy,

VL EOFER G ABFZE T L7 Ge(111):GaSe DAERIZA: % 3 6-1-2 127

TO

# 6-1-2 . AWFZe T L 7- kB

Ga 43+ [Torr] 7.6-9.1 X 107
Ga 7855 FFft][sec/ML] 250
Ge(111):Ga #& Vi

Se 47 JE [Torr] 1.5-3.0X 108
Se ZRFE WM [sec] 90-150

Se capping

Se 47 JE [Torr] 1.5-3.0X10°
Se ZRFE WM [sec] 90-150
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6-2. L RCTEE 50 Yt O E s
6-2-1. Se capping Hi i D ZAILIH

Ge(111):GaSe KMl 1T KRG O DIRED/-DIC, MBEHFTTEL T 7 A
Se 7 LT\ %, ARPES HIiERTD#EfR & L C. capping Se ZWiffid % 72 D
BV %1772 572, ARPESHIERICD 232 TL oL = 3 v F v v NICTR
Blon#vz17vs. MBE # % v 32 C LEED ¥ X N ARPES #lliE #1772 - 72, &t
BHmEnz 2z v 7257 v (W) 7 4 7 A v Mk 2EEHNEC X Y fTuv iz o I+
13 5X107Pa LA NIC T 235 £Ti{T7 72, LEED om#rick vV 2EU-E T
micro-channel plate(MCP)Ic X Y #8i§ X 15, MCP O HINEE 134T 0.7kV
H LTIt o7z, 72, ARPES HIiEIL He I J:JF(21.2eV) TfT\>, pass energy
X 10eV, T AALF—2TFT v 7T 20meV DL TIT Vv, Ge(111)-<112>H1A]
(M-T -M J518) D43 & BigE L 7=,

6-2-1 12 300-500°CEVLI#% o LEED % —> %/~"$, LEED ® Beam
energy (IXHFICR L7z BY TH S, F72. 300°COEVILHE T Se #7E D Wikt
BENT, Nx— BRI R, 400°CHMLEETIX 1X1 @ LEED Y% — v
DEIEE I, 500°CEMLEECIE 1X1 EAICY T 74 P ARy P slgEI T,
DY T T4 FAFY ME Gafin L7z Ge(111)FR M D Ga moire I X 3 LEED
NE—[A]EFM L TH Y, FE GaSe D H B Se D AABLEIC X b i L 7
TLEHBIRBRIND,

(a)

Beam Energy: 66.1 eV Beam Energy: 70 eV

300°C X 1h 400°C X 30min 500°C X 50min

6-2-1 Se capping [liff D 72 O BVILFLR FE 1 X 5 LEED ¥ X — v D221t
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X0 ) 7n BV St 2 a3 % 72 1c, 350°C. 400°C 3 & O 450°C < D L
% Z %1 30min 17\ >, LEED #%¢3% X O° ARPES #ll5€ %177 - 7=, LEED @
Beam energy 1342C 66.1eV DICTHIE L 72, [ 6-2-2 ITRFT L HiC. EDFEMt
TH 1X1DLEED & —vE XUV Ve 57z, ARPES #Il7E D #E 58,
COBMUEETH N PO ED &3, £ L CAVLEIRE A E I
XY RS E SN, FRIC, 400°CE 450°CTIEE D b b A RNV B
WEPBIEE I NIz, T D729, Se WHEMHED 72 2 O BSLER 1 400°C~450°C
DY) CH B LWL, ZOEFICE W CREMZANIE 2 1T7R - 72,

.

L Cos o 0s E o [ T T 0.5 o 05 1
[A12] — K [A7] -1z [I12] — kj [A] ~17) [112] — k; [AM] - [112]

350°C X 30min 400°C X 30min 450°C X 30min

6-2-2 Se capping HifED 7= O EBALELIC X 2 LEED ¥ X U8 ARPES #HI5E
fER, (@)-(c)ixZnZ i 350°C, 400°CH L T 450°CD LEED #HZHEH, (d)-
(DI FRIZLERE O T RfHEDNE T OEH = 4 L F- 5 7 m v b,
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6-2-2. Ge(111):GaSe O EFIREE

AEDRIEE T DRI He T (21.2eV) Z W i IC T Ge(111)-<112>

ﬁﬁ(ﬂ—?—ﬂﬁﬁ)@ﬁj\%ﬁ%?ﬁﬂﬁ L 7z, passenergy (% 10eV THIZE #1T\, 7 =

N THERTIZ &2 v 2 A (Ta) SRR L X D SR D HIE A bR 72, £ 72, HlkIc

W72 —HEE RO RIMFIIS 4 RIORLdDTH Y, A v villuad AIEH
IZEREL Ty,

450°CEVILERIC X % Se #AENLEER. D Ge(111):GaSe D ff 43 fE 5 170 Gl E
RZK 6-2-3() I T, MPICRE 7T VAT v — v el 0BG %R
T, $72. Ge(111):GaSe A7 7T L TOHE—FHEHEI» LHE LN NV Vi
& D [X6-2-3(b)ICR T, (b) D3 MGG IH R T HOED RO RIRE A TH Y |
Ga BXU Se 0KMBEDOTHF LG % ZNZNOEDOMTRLTWS, MOKE X%

HHORKEIEZERL TS, £/, FHICHZET VIE<I1>//cliit 723 &
I o e ANTTOBANITH 2720, ZOHE—TIAT v/ —VIZOIRT
L9 E LTS, EBRICHETHWEZZX 7 727 LOHAD c il a fil

Y HAT 10 50 B A E 72 0 BRI IEEIC A 25, B D 72 0 R & 1R 7 B

RTHRRLTWE, MO TICRLEZTIAT vV —voT f%ils bk
Ge(11D)oXRIEM7TIANT v/ =V ERIULE - RExThHd, MD)IFzo7 YL
Ty —=vicsF LT -M-THEDOANY FEETH 2, (@B LD XD,
ARPESHIE 2> o1F b7z N v F il OB I3 —HHEE R oM R & L 8T
%o KT, (o)y (IR L7z 7 = v I HERDITEE D BHIE RS R 3 X 08— B G TGS
REV, 72N IBGAFICEWTOEREFTHEO Y FEIX L —EL T
WBZEHRDDD, £l 7 o I LICiEFROTH ERH S Z L2 K
Eﬁﬂ@r BIEFLF =7 IN/RTHDE L BRBIND, ZD720, F—HHEHET
SH5NT2 NV F¥ v v 7D Dirac cone 13 Z OHIE TIXHH S 22121372 & I\ i
%ﬂ\}:f;of:o Dirac cone OFFFEZEHEMICHE T 2ICIZTAh ) BEAER L
PEFF—TICLVHHLNICTE R LEZ 5,
. 6-2-3(c)IC/m L7z Ge(111) A 7 7E T A DE DN v FiEE X (b) D
Ge(111):GaSe DY FHEE L UL T3, L2 LB bKEENWE LT,
K((b)# a TRIT NV FiZGe(11) R 7 7ETFTATIRENR W, T 72, BRI
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[10]

Binding energy [eV]
Enerqgy (eV)

NI N -
—_—

[112] — K, [A] T

©

© o o o o o o o

Binding energy [eV]
o

0.2

0.4

0.6

0.8

1
o
W ® N U s W N H O RN WA O o N

|
[

-0.6 -0.4 -0.2 0 0.2 0.4 0,6
112] < —[112
[112] k, [A1] [112]

6-2-3 Ge(111):GaSe ®E i TD ARPES HIEHE R B X 0% — G HE &G
F (D, (ffiFE 7 © ARPES HlIEfEH, (b)Ge(111):GaSe X 7 7ET LD
BREHFELOE LN NV S, (o) 7 = v I HERL 3D ARPES #HIE
MR (DEEroELNZ 7 2L SHERFHED N v RS

88




© ®

Energy [eV]

6-2-3 Ge(111):GaSe DD ARPES JIEH5 5 5 X 05— a1 Bk
2 (2), ()Ge(111) 2T 7TEFALDE JFHE L LEL N v FREE,
(O —JFBEH R CH WA TR -7 I AT v — v,

R DORERZHMMIc A B L, DAY FaliGad Se DELGRRKE W &H
5. Ge(111)KA %I LT\ 2E8 GaSe KDY FTH B Z Losbdr b,
2T, K(a)o ARPES HIEREH 2 A2 % &, K(a)H a TR LNV FoBs Lk
b L7 GaSe kD& —E L T3, 2D Z L Hh 5, ARPES TEL LN
v REE Ge S 7 DA TR L Ge(111):GaSe DEFIRELFEHELTE D .,
HEHEREL I —HLTWw BRI LBHLIC 57,

KT, Hell i (40.8eV) TOHEIER R % X 6-2-4 IR T, RO H /N X W
Te® Ny FEGEDOFEMII AR L 22 0 . 55— R HEHE & OFEM 7Zn BT EE L v,
ABHD T ANV FREAT 5 L AEFORIREEE ST R OEH) = (k) D2
T5720, Bz kL VHCTOEHNERLZHUEST 2 Z L ICHYT S, 20D, N
NIZDX Ik HAD TS 5% TR, AFHDOZ AL FHRELT 2 LA
v P ezl d %,

T, MHICE TR Lz aIciEH T 5 L, Hel TOHEEICHIT 55580
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AR TH S, 2O LIFEZDHED kLTTFICHEL Tz, bbb
2RICETICIR25ES e %83 %, b L7z X 5 I 2 o/ a 1356 —
FHERERIC X Y 8 GaSe IR TH B Z L R ENT W5, FJE GaSe 13K %
Wi d 5 2RXILy— b TH D720, GaSe kil a 232 RotE T L L TIE S
WO LLEAETE, ZONELa DEIC2RICETRTHI0E ) »raifilic
PR D 2DITIBEEE T IV R 2 24V F —D AFHEEHV-CHlE S
LRBENRDDLEEZOND,

Binding energy [eV]

S5 1 o5 o0 o5 1 Ls 2 25

[112] - k, [A'l] _)[112]
X 6-2-4 Hell Yt (40.8eV) %\ 7= ARPES HIE#E R, X aCnd9
BUIX 7-2-1(a)th a TR L7=EERILTH B A bN 5,

X 7-2-1(a)F b TR L7208t T S LIERNM i ch v, 22 TRLT
B ECIREETE 2V, /2. K 7-2-2 © Hell eI X 2 81%E T3 BE
KLTWb, TOHEICOWTIIRE 6-2-3 TeEflliciEim<s %,
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6-2-3. IERFREIC DOV TDEE

ARPES THE L7z Ge(111):GaSe o) v FoaEucizl¥ 6-2-3 I3 X 51,
Uit UCIERFR 72088 b 2SR S sz, £z, X 6-2-2 X b, 2 DoE
Ge(111):GaSe D HI 5 b Nz =T OBILIREE ez, 72, R4 i
THIE L7z & A, BlOIZIT 2 CERE S 117z, A ARPES HIE Tl 6-2-
B@IER LRI ZTIALT V) —=VICBWTIM-T-MARICHEL T35, 7
INT V)=V ONHE»LEZ L L, 2TD M RIZAWICEMTH 5729,
[ oot UCIEFR e srdis M silF Lo JEE it 2~ L, —Rawiafie
W2 b, X6-2-4 X1V, ZOIEMRSECD 13 Hell I & 2 HIE CTIXHA L 72,

AREETIE Ge(111):GaSe @ ARPES HIE T 6 4172 T st L IEXIFR 72 28k (DA
TIERNRDBOICONTDOEREEZTT I,

Z DIEXFRITEIL ., Se WD 72 0 O BVILEE % 460°CTFT 5 LEEFFH I NS Z & 23
HHA L 72, 400°C, 450°CH X UF 460°ChnZhilkl o N v &S X O LEED ¥ %
— V&M 6-2-5 127, M(a)-(c) X V. 460°CDBNWLE % 1T 7 - 72 3UEFCIE i
D PEFHE NS X Iy FREEREL L, #izicmiid 28R L2, <
DE d IFRKFITR L7238 ¢ 13T rcx LIER Bk cH 5, £, F
J& GaSe HIZE D7 EL a 2SR L T3, LEED HIEMRREZ T2 &, K@) X
b, 460°COEVILEEIC X - T LEED ¥ % — v icld Ge(111):Ga # /"B 347 7
A FPARy P RbERICHENEZ, 2RO DIZ &b, 460°COHNENC X b &
Wi LT\ % GaSe 25 Se 2MiHEL . D7 < & bRl —H2t Ge(111):Ga 1T
fbL7zc &8l E n 5,

400-460°C @ BVALEL % D 3B oW T, He ll iR I X 2 EHOLE K¢
(Ultraviolet photoemission spectroscopy; UPS)HIZE %177 - 7z, Ga 3d fEI{ TP
HET AT PABINT7 4 v T4 VIR ZK 6-2-6 ICR3T, £/, 74 v T
4 v 7T XY KRD BTz Ga 3ds ), B LU In dds ), DT ANV F — %K 6-2-1 ITF
L3, MBXUERIY. Ge(111):GaSe D v FHEEHE S 72 400°C L O
450°CT1x[@19.04eV ¥ X 18219.58eV @ 2 flid 2~ 27 b A3l L CH Nz,
LEED ic T Ge(111):Ga %5 74 F 2K v F BN 7= 460°CaE <1z D
19.04eV O H & 7> T3, 3 DOBIBEE clEid 2 &, DD Ge-Ga D
AR I BRI 2 B 2 2 &0 X D HIC K & < 72 D | 460°CTBLHYIC
526, O, @QIFFNFN Ge(111):Ga HF D Ge-Ga fiir L Ge(111):GaSe
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H1 D Ge-Ga-Se FE A IRRE & HEHIS 3, 400°CHIEAGEL D (3)20.26eV @ v — 7 [358
EDPMEL Ny 2 27757 v B En 720 EfERFEIZTE R, fhokEaRE
LA ANLF—=DE I L O IRED Ga TH 2 LHEllang, &
72. @17.76eV 1 MBE /EHLEFECIRA L 72 In ICHK T2 In 4d D A=Z7 bv
FeE2oNn5, DE@Q% FNF N Ge(111):Ga B L X Ge(111):GaSe HF DS
IRREZ S LT\ 2 EGET 3 &\ [X1Z 400°CH> 5 460°C~DENLEIC X b 2 fF
GaSe 2> 5 Se 23t L. Ge(111):GaSe 2> 5 Ge(111):Ga ~Z1b¥ 2@ %2R L
TW3LERTE 5, £72, LOBUBLEE CTD QOMEEIRESFEEL T\ 5
h, COBUUEEECH LEED TR TE R WRREICIE Ge(111):Ga 23¢
ETBZERRBEINS, 2l MBE T Se #&iiii 71 & 223+ TldZe <.
I Ge(111):Ga D F F i > =r[EEMERE 2 5N 5,

(al) 400°CHIEA 1(b) 450°C JN#k . (C) 460°CHNEA

Binding energy [eV]

05

k, [A1] [112]

(d)

6-2-5  Se capping it D 7z 2 OBMLBERE IC X 5 ARPES ¥ X O° LEED
et E  (2)-(0) 13 F NF 1 400°C. 450°CE X U8 460°CENILIE > ARPES
EFEER, (d)-DiZzNnFhoBULHIC BT 5 LEED BlEH R,
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(a) (b

400°CHIn#E 450°CHnEA

6-2-6  Se capping Wi D 72 & OEILBR AL IC X 5 Ga 3d fHIR D EIE
T (UPS)BEIER R, (a)-(c)iFZNZ 4 400°C, 450°CH X UF 460°CELI
O UPS MIERRZ TR T, 74 v T4V ZICX VAL DI o7 Galds ), B &
WIndds ), DHEFARZ b Lo =2 @2 O-DTRL T 5, O-@DOH
AIANLF—13FK 6-2-1 ITRT,

7 6-2-1. ¥ 6-2-6 IR L7 UPSIZ LD HE AT MLDOE— 7 LE [eV]

v — 7 (0 400°C Nk 450°Chnzk 460°CIN#EL
@ (Ga3ds,) 19.04 19.04 19.04
@ (Ga3ds,) 19.58 19.58 -

® (Ga3ds,) 20.26 - -

@ (In4ds,) 17.76 - -

LEED ¥ X Of ARPES HIERER S S, MBI X Y Ge(111):Ga ~Zf L L., FExt
Rz N v PRI NS R B G o7, £7-. UPS Ot 25, Ge(111):Ga
1% 400°CEMLEREHEHC B W CH RITMICHFET 2 Z e BRI Nz, Loz &
225, JERFRELE Ge(111):Ga DE IRFEDBIEA/RIZ I NS,

FERFR Iy B ST L CHIE X L7z 460°CHIZAGEHC BT, 2 D arEic o nwT
AFAICTAR 2 72D ICHEZANFTD kek, HID~ v V7R~ v © v )
T o R EN 6-2-7(b)-(D IR T, AT ANLF(E) T 2.5-1.0eV O HipH <
T, RLT0 2 AL F —DOEAEEIL 20meV TH 5, il (L Igor w7
o [8]% a7z, XIGd 3 460°CHIEAD S v ForEi% X 6-2-7(a) Ly B
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B~y v 7% {To -G AN F— 2R CTRT, /2. K)ot Lick
M7 IVNT v =i~y vy 7o X %2R, Kbk L K)o
W@ Dol a, c BL U b ICXIGT 2 ETIREZ ZNE NS TR,

(a) -

Binding energy [eV]

........

20 08 06 04 02 0 02 04 06 08 -0 -08  -06  -04 02 0 02 04 06 08

k, [A1] k [A1]
6-2-7  460°CiREl D (a) N v F4dis L f(b)-(1)2.5-1.0eV TOPE~ v &

v R, T AR TTET. A LR TI AT v/ — v e~ v v

v 7R e ORISR T, @QPIORT A, o B L0 dICHIET 3 BT
EBEb)BLTIcKids e LTRT,
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M) X P(DEH~y vy 7RI Y, <l micx L CIERFRIC
BRIV FoEiE, EBRICET mehne 372 =Nt ET 298CTH
52 EHBHL DI, TDREUTI 6-2-4 178 L 72 Hell TOHEIEIC X Y IH
KB, kITAICTRER DSV HROBETIRETH 5 & & 25N
INd, FATEYFHEETH B Ge B<111>HM2 6 R % L 3 BxHREEZH
$5, UbEDrdo. 3ENTHEZ RNV N0 Ge S 7 K TH % Alfe
HE2EZ, dEmz{T ),

INETRLTEZ ARPES HIEHRRIZ Ge(I1)DRE 7 INT v =V %
FAWTERRLTE 2, K 6-2-8(@)iimnT L 12, Ge @(111)@%%‘%@&?‘5 X
97z =y b %L primitive cell Tix7x < hexagonal cell & 7z 5%, FH—RBEET
HofEA L7 Ge(111) 2 7 7 7 v % hexagonal cell T»H % 72, primitive cell

& hexagonal cell DFE—T VLT v ) — v ORROHEBPERE L 72 5,

6-2-8(a) B L UMD ICENZETNDI=y b ABLRTIALT vV =V &R
T, Z7IAT vy —voliliciy FermiSurfer[9]Z 7=, &4 ¥ v Fi§id
(fecc B F)D TV NT v — v IiZUITE/\HIATH b, hexagonal ==y + &1L D
TOINT V) —=VIIANAFETH 5, [110]2 5 BR7=7 VLT v — v Wi % (o)
RS ENENDTINT vy — v OIERREEZ L E, 2007 Y AT

V=V IR DERIC BT 5P =0 (bF = 0) o T A% il 2 Pz 6T 5

S1CEA B, F70. bE(E 7 13bI) ICTRE 20 T 5 %58 2 Wi (LU F T i) 11

(b)AMHNC/R T X 52, primitive cell ® 7Y LT v — v HIC hexagonal cell D
TINT v —=vHHBOE EbV/NIINE BBICR S, T 2T, primitive
cell & hexagonal cell D7 YV LT v — /@miﬁfﬁlﬁ%{ﬁ% PBXUHTZEN
ZIWRT, 6-2-2FTHih~_7=23, T FHICH T % hexagonal cell D7V LT v
V~V%ﬁﬁ%@79w7vf—/&éﬁ@%%k&m(nnﬁf@Amms
HERT R OFIR I I NS,
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(a) 23 ) (b) #om

[110] o =~/ aP: Primitive cell DFEHE T 7 | L
P Primitive cell Dtk 727 kv
aM: Hexagonal cell O S2fs 732 | /L
5 Pt

[112] af, aff bH: Hexagonal cell D s 737 /1

Brillouin zone of primitive cell

Brillouin zone of hexagonal cell -

[111]

Primitive cell
(FCC lattice )

C
®—[112]
[110]

af, af

~/*— Brillouin zone of hexagonal cell

6-2-8  (a)primitive cell & X Uf hexagonal cell T & - 72D Ge #f b,

b)ZNERDT I AT v — v OREEIR, KP4 MIC Y (% 72 12bE) 1c T

B0l g% B2 WH (TP ICE T 287V AT v Y —vE LR
ZRT . MMNHRORT P 3L H 3% %1 primitive 35 X U hexagonal
cell ZE®T 2, (c) (b) Z[110]2> b F.7- Wi [,

WG -2 CHEEE Dby IC 3513 5 primitive cell 7V VT v Y — v OWiH % %
25, THZ@ES 11O TRI P v hk, L %L, Eis 2@
23X 7T INAT VY —voWHEZK 6-2-9 IR d, - ET3E T I
TV —voWiEbEbETRT, MI Y, TIAT VY- vHiE®, @, Ok
LU0®@IE 3 Btz A L. 20O, @B L T@) i 6 BIXHTH 2 L
bbb, £z, EOMHICEWTHE =T IAT v — VIHIOAKTIEZ D
B PHEzHORL T eIt d, 7 IAT vy —vliliz&E0 5L
KX OVHORLEFT R TE L, FlZIEDOTRLAETIAVT v —VHiHICE
WTT-M A RNCED R, KPR T X9 IKEF3 20 IEE ik 7 I vT v —v
(@-@-G®)T 1AL %3,
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S

kj’:%. bl 1*BZ 1st BZOD Wrifi[X| 1st+20d BZ O W i [X]

15 BZ 18t BZO Wi [ 1s-+20d BZ O i [X]

6-2-9 [111] & FEHEIC 72 2 X 5 ICYIHT L 72FE D primitive cell D 7Y LT v
V' — v (BZ)DWiHI, Wifi& T szl sm/ho~s ik, (k//[111]) & E

$L. ENHAEY2MEED-DE T 5, Hk, &bk OBIRD RIS RT,

@, @, O®BLXUVOIF3IEXNHTH S, [-MGIEDEE. EOWHICE T
bIEEAM 7 3 2O T IAT v — VI X VR EHAeEREAHEORLL T
BTXE 5,

xic, B 7V AT v — Wil & hexagonal cell © 7Y LT v — VK
L OBRICOWTHE#RT %, Ge D primitive cell DEKT~2 F LaPE LT D
LHICERT 5,

P
a\ 110
ab =a—<1 0 1) -+ - (6-2-1)

2] 2
01 1

—_—

P
as

¥ 7=, Hexagonal cell D SE#&1~ 27 NaAAZLTD X 5 IcEHET 3,
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—

all 1 1 0
B, —( 2 ) 62
e 0 7 =
T 2T a N TERRICE T B Ge DI T ER(a=5.66A)TH 3,
% 7= primitive cell DT~ 7 b LbP 35 X N hexagonal cell DT~ 27 + L
PRIZZNZNUT DL 51k 5,

by
b? =2—"<1 ~1 1)- -+ (6-2-3)
b3

¥ 9. hexagonalcel D7 VLT v/ — VIEROT — MAROREX ZUFO X3
75,
T —#|=1bF - - - (6-2-5)

_ 2\e6r
"~ 3ac

Primitive cel(FCC #&F)D 7 VAT v V' — v O ERFR S o B IR 1L R 6-2-
2D LK HITRING,

% 6-2-2 Primitive cell 7Y V7 v V' — v O ERFR S O FHIFKAL A

XbF  xbE  XbF XbF  xbE  XbF
r 0 0 0 U 5/8 1/4 5/8
K 3/8 3/8  3/8 W /2 1/4  3/4
L /2 1/2  1/2 X /2 0 1/2
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BWHEOKRZ X 2B =012, TTX 6-2-10b)IcRnT 7V AT v — VIHIC
BIA2ABXUOBOEXIRk® 5,

6-2-10 (a)Primitive cell 77V L7 v
V' — v B s X (b)) [110]2> 5 K
7B Wi, (b) TlEX 6-2-9 T/RL
. ETYAT VY- VR R R,

A=2U-L|
=L L. (6-2-6)

a

B =2|U - X|
zﬁf---%zﬁ)

2. NP CRLAKaB LU BERD 5,

Acosa = §|b_§)|
a = cos™ 1 (%) -+« (6-2-8)
Bcospf = %|b_§)|
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B = cos™! (\E) + - - (6-2-9)

C=ZA- .+ (6-2-10)

F 7z, HEDBAR XY

Ric, RB@OT 528 s W7 ) V7 v/ —voRE2|M-T|#k0 5,

4M—F|=A+uxma---%z4n

:J&< 2 )

pr: 1+§sina
X 6-2-11 IZ/Rd3@Y., @QOT HEZBL3 7 VAT VY — oW IZBEES 2 7
INT v —vbEz25E, @EQo7IAT vy — vl DEVRL & &
> TWwb, I-MAR(THRbBE[112]H)D 1 E#H%EZ D &35,
QOTINT v —VHHOEI|X-—M|IZLTD k5 ick 5,

X —M| =-Asina+A+-Bsinf + - - (62-12)

Yo

1 1
pr: 1+—51na+—51n,8>

4 2V/3
X 6-2-11 LV . JEAHMDIILLFTO L YT b,

DzﬂM—Fhﬂw—ML--m%B)

=

1
3+231na+—sin/3>

V3
ZDORX XL hexagonal cell DT Y LT ) —DOREZOBABREHGNZTD
728, D £ TXR&7 hexagonalcell D7 VLT ' — LD ERD 5,

D _ g(3+2 sina—i—%sinﬁ)
2] e © o0 (6-2-14)

3a’

1 1
= — 3+251na+—sin>
3( N
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1 _ L 2V2\ 1 L2
=3 3+251n<cos T)+ﬁsm cos 3
=3

LoT K62-11bITRT LT, @, QB LVO®ODT VLT v — Wik T
B S 405 i iE hexagonal cell D7 Y v7 o — Vg 3 D% 1 A &3 540
LISHHIRT %,

AR, QDL HAEBD 7T VAT oY — WK 6-2- 11l RT L 5 Ic@ &
@OT VT v — Wi E DY IRL 7225 XFOHBEE 2KD 57280

£ - LIOHEEZ RO 5, KLY,

|U—L| = —sma+A+Bsm,8 - (6-2-15)

1
pr: 1+§sma+ﬁsmﬁ>

\/_n 1
(

L5,

E=2U-L|+A- + - (6-2-16)

\/—n(3+251na+i51n,8>

a’ V3
REEBRTAZBLTIUNLT Y = iE@, @BLUO®D 1 AHOEED &
FACTHD72D, OV MHEIZ :Fob\‘(%ﬁ*%_hexagonalcell@? YILT )=

JEIE 3 2% 1 EAME T 2580 IRLICHINT 5, T7h05, K 6-2-11(A)D X H 7%
K& 725,
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(d) Hexagonal cell?D
TYVNT Y — VKT
=EERmT VLT =)

T VAT Y —WE TINT S = UMRrRE T VLT S —

(6211 (a) k, =0, b ic B0 2 7Y AT v Y — VWil [112]/7F 1

JEHAICAHY 3 20t D & 3%, (b)hexagonal cell ® 7'V V7 v ' — VI
(FH7 VAT vV —v QRO & ORIGRFR, @ik &m 7 )

SN o N > > _)_ i_H) i_H):a
T VY /3o@ﬁbﬁtf%ﬁf%50@)h_iwﬁ,iwﬁﬂ:k

F27INT v — v, [112]4 D 1 EEICHYS T 28Rz E &35,
(DRATINT v — v & DORIGEHR,

Primitive cell D7 Y /L7 2> — 2 O Wrifi & hexagonal cell D7 U LT ) —
YOEBR(ERET INVT = NEDBERPH LN -T2 & T, Ge V7
TTNCET D Hke DAY FHEEDE —FEGH AR 2 62-12 10RT .
Primitive cell 7 J /L7 Y — > D%k, TOWE & hexagonal cell D7 U AT
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— D& & ORISR L RT, B JREEE To N &L Z O hexagonal
cell DT YNT v =2 TOPERY MCRERWE T U LT v — ETH
RLTWD, ZHEFEEDOEE Ge(1ID)DERE T VAT o —ZHkET D720,
FE T, MO X HI1CFRRT 5, [®62-12 DAy SR ZOREH T U AT v
— LB AHT —M=T FRbLOTHY , [HOET Y LT v — Ol
TR LIET =M= T FAOMERERIET 5, S FHEEDP B 5272 & 5
2, 3R T U LT o — CWE(©), O, ®, @)D N G AT L

®
bl
I
D g
Sy
5)
e

=
-1
=

<
1L~
‘A

E‘r| w
&
S

K

. r M
1 BZ 15 BZO [ 142 BZOWHi / _ /
* \ / Hexagonal cell ®BZ

r ™M r ™ r

[6-2-12 Ge SAZEFAMCETF 2RI ICHETET —M— T FEADASYE

W& OB — BRI R R, WG 32 7Y v 7 v — v & B R ENCR F,
BB _TIYVAT VY — v OWHTIE hexagonal cell D7V AT v —v

EDOMIGERL TE Y, BRIV FE & NIGS 5,
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¥ 6-1-12 TH LNy FigEEERD &, K 6-2-13@)IIRT L 9 (@R
BEBDLk, ORI LIEEOANY FEERELND, Kk, TO/NY FoyHk % @5
TERRLTWD, Z7IUNAT = DMEXDEAREEDOMEReEeg QLO)NHD
LD, ZDOAN R T RIS LAEAREEOBRIZH =272, D KL 9 IZER
% e T RICK LR N NG E 725,

4] 6-2-14 12779 & 912, 450°CEVLEL. Ge(111):GaSe @ ARPES JH|iE & bk %
179, 622 THRR7ZL DT, Ge 77 & Ge(111):GaSe D3 R IFHELL L
TWDH T, FEERTH LN 0IEYE GaSe HERDO AN REFRWT, KIZRT
Ge NV 7 DN RiiEE L —8T %5, 2612, K@)IZ-7 &L 51 ARPES #l
ERER Lk R LT Ge 7L DR R & Heis3 % & . ARPES HIE THAL
TIERFR AN R alZ P H TR LAY F@BEKR) E L —FT 5, OFkD
NUREEBRLIZLOEKOWRT, Fio, FEFROEEMA L CHlE Sz
460 CEVLEREEL D ARPES HIERE R (K(d)) & k75 & ARPES JllE T
SN 3EEATHN Fa, c BERdIFWITNHHFR TR LAY (@
M) e L —8T 5, QDT VAT ) — WriEld 3 Bk TH L7720, FHE
THEROLNTEEFEODONY Y kb Pl TIE 3 EIRFRE 2D, 2T~ B
TIZE VSN EREREEET S,

LI ED 35, ARPES HIIE CTHNZ TSR L 3 [E#t2H 4530 Ry

ﬁﬁGeNW7¢@E?%-E§%%O%% IZHELTWVWD Z EDRH LM

7o,

Ge(111)2:42 > ARPES HIZE D JATHIZEIE Ge(111):H[10]23HE STV D25,
SR BUTIABRICIE R Z 22\, F 72, Ge(111):As[11]TOHREIZI T & RIS
ERARVA, AEORETENIZ L S 7k EUCHE T 530 RIZonTo
AHER & FEBRICBET D RR 0 B D,
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(b)

Bindig energy [eV]
(=]

Enersy (e

Energy (eV)
&%

&
Binding energy [eV]

&

=,

-0.5 0 0.5 1 15 2

-1
[112] — ky [A] - [117]

X 6-2-13 ()Ge “AZEFAICEH T ZEMNHEEELE ZRELAD -

M— T DAY FEEEOSE R EEER, e 2 74T vy — vl

% K TR, (b)450°ChnZhatkl o ARPES MIEHE R, (O)@Dk, ¥k
DAY Fai@Fd Ui L 7=y PR, (d)460°ChnEhitiklo ARPES #IE
R, ENFAEITQDk DY F e —8F 3,
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4] 6-2-13(a)F L (b)) Z kO TLHE T % & (a)F D )& GaSe HI kD3 # LIS D
N RGHENE. BBXZOIWIR LT Ge 7SV O KRG L —E LT\ 5,
Z1E(@)F T 4-5eV [ ICEIET 2 0803 D-DB L 0@k, HKD L 51T R 2 5.
ZDHT@ Dk, KD I AR IR SN RICOWTEET D,
NSO R & REFEE S5 MO NFE L OER) E(k,) D BFRIZLL T ORD KL
2T B,

k, = —y/2ml(E; + ho = W) cos? 0 + Vo] + « - (6:2-17)

CIThIIT 4 7 v 7. m IXTETOEIEEE, EITKEREANDOE j"—@ﬁﬂkﬁ
DZFNAX—=THY ., ol I AFH KO TH 5, it\ WSS 6
FERBHIERNOOAETH Y | VlINE R mE S 'ZE 7%&?‘5
BUCAE RIS Z T AR T v vy MNERRT v v WETH D, HEF O
EHROTRLX— TV, T EESEONDI 2D, MHENDNHETD k, 134k
WRE L 172 %, ARPES JHIE TIE—MxaIthE S 7o EF O IREZ B HBE
FETATRELTBY, ZOREOHHBF NN ROEE 7 = VI L DT
FNX—FELE LT DHE. VOIILLFD XL 22725,

Vo=Ey+ W+ + - (6-2-18)
— ANV IR OETH O | a7 & THE DO =R V¥ —D AH %
FANTAY ROMEE LTERERICT 4 v T 4 0 7 SEDTRET D, £D
72O, BT FEZEBRER MOV, 2RO D Z 3 Ly, £z, EalOBHEIC X
DVl I E SRR BITIKET D,
FERFRN L ORI Ge 7SIV 7 Dk, SPEPEIRTHD Z & &, MBI XD
Ge(111):GaSe 705 Ge(111):Ga ([ZZ{b L, FERFRAN Y RFHSN A Z &, B&X
NUPS DFE R 5 & OBRLERIR T H Ge(111):Ga DIFFED I RIR & FU7- 5 5 %
F 25 L FERFRN R EBULBLERE L ORMRICOWTHLNITE 5, HDHIK
FEONE ANFH LTEBEONEF Dk 13(6-2-1TR LI X 512, VloikiFET 5,
Vol LR WIRAFT 2 Z LD B e koo, RIREBIZHIKTET 5, £
D=, Ge(111):Ga & Ge(111):GaSe 1FH£/2 D5V, TH D = 9:75@*@ Sb, €D
fEk, FCKEDART I THRRD b, ONEFDHRETLEEZ D, 2
75 350-450 CEMLBLEEHT oW TR ED 3830 L CHLVZ B Tdh 5, Al
L7EBHBICE VNIRRT Uy VERET DHZ EIETERWS, RE T v
k74 7 (Secondary electron cutoff; SEC) & 7 = /L I ¥ERL OHIEIZ LV A FEIF ) K
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HWDHZENTED, THUTE Y RDT-ABIBLL OHEFEE AR 6-2-3 ITR-T,
Lo, BBERENEL RDICON TIEFBEAHA LT, 2
Ge(111):GaSe 705 Ge(111):Ga ~REIKENENHL L TNWDHZ LA KB L TS &
& BT, Ge(111):GaSe & Ge(111):Ga TR D k, OYE DT 5 Eak ot
EXFFT AR TH D,

# 6-2-3 AP OB B EAH E R R

BV =B %K [eV]
400°C 4.98
450°C 4.68
460°C 4.33

6-2-4. Ge(111):GaSe O KA FFZ I3 2 LEMH

GaSe FBIWETH L7200, TORMEIZF 7 ) TR Rid/el, Rk
TEMWZWE T D, GaSe/Ge(111) A H CTOWrE STEM BZIZ L V. Ge(111):GaSe
& —J& H D GaSe & & DRIIT quasi-van der Waals gap 23F7E L TV 5 Z & Rl
[IENTWDZ EnD, Ge(111):GaSe DERME G RIERIZK 7V TRy Rd7e
<, RENEETH D Z ERHERIS LD, Ge(111):GaSe DEFIREEDS KUK L
BENEIDEPFONCT D720, KIEMKR FICER LRI OB 7IREL
derm 9 Do #HE 450°C MBAD b D ZfEH L, 3.4x10°Pa O — R v 7 F v
ZS(L.L)FIT 10sec 8 L 100sec #EFF, 8 XY L.L. A2 RXBH L 10min & D 3
SMETIT o T2 ZRBABITERL N 10°Pa D Main F v NI T VAT 7— L,
LEED £ X (Y ARPES, UPS B X ONSEC DHIEEIT 72, X THOLRMEICEBNT
LEED ® B — AT R /LX —% 66.1eV THIE L7z, 72, ARPES | fuLfhDwE
TARREAWE L, UPS I Ga3d dfho = /¥ —fk 2 0E L,

6-2-14 725 6-2-16 |2 FER{1#% T LEED, ARPES 5 X (X UPS OfH4 1
ZIRT, UPSIET 4 v T 4 T HATV, ROTCE—IBELHK6-2-4I1TF LD
5o Fio. AFEBEBORNEREREEE 6-2-512F & O7-, LEED BIZOFER, L0
IV T Ge(111):GaSe-1 X 1 O 8% — U 3B N 7=23, KAEHA T 10min
BN CIZAR v FRENGHL 72> TWb, F£72, ARPES OFERZ LG T 5 &
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10° Pa TIZ 100sec Z& &AL E TIXRFTATO/N L FoHis REBRZBMITA SN
WA, REFFHE T 10min OFENCIXERIT Ny ROBOBENME T L, §F
(27 =V SRR N RIFAHEE 72> T D, UPS OREREZLET 2 &
10 Pa BE5E T COMPBITRER & IEL A LB RV, L LA b KKATRH
KFIC10min ZFTETH5Z EICXVDOBLVO@D Ga3dd DE—7 BE= R /L ¥ —
fZ 7 FLTNAEZER, OO LI RE VBT X—lIC ' — 7 HNH
NizZ Enn, REDPBILLTWDZ ERHERISN D, FRERIZE > Tin4d
Bl Bbnd e —7 BRBNTWDHA, Ziud MBE /ERIRFIZHEH L7 In (2H
kTHrbolLBbihs,

(a) Before exposure b) 3.4x10°¢ Pa, 10 sec

C 3.4%x 106 Pa, 100 sec (d) Air exposure , 10min

Xl 6-2-14 ZEEZAI% CTO LEED B4 E, (a)&F&AT, (b)3.4X10%Pa Db &
T 10sec Ft¥%, (c) 3.4x10%Pa ® b & T 100sec Ftts, () KRAFEHAT
T 10min B%#%,
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(a), Before exposure (b) 3.4x106 Pa, 10 sec

>

2,

> 1 L

20

O 2

= 20

]

en 3 L

g

LS

§= at

m |
04 02 0 0.2 0.4 0.6 6
[112] k, [A-l] _, [112]

(c).. 3.4x10° Pa, 100 sec (d) Air exposure , 10min

-0.4 -0.2 0 0.2 0.4

6-2-15 ZEFTATH TD ARPES #E%R, (a)Z&#FZAl, (b)3.4X10%Pa Db & T
10sec %%, (c) 3.4x10%Pa @ % & T 100sec Ftkts, (d)KRAFEFA T T
10min fFEERL,
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(a) Before exposure (b) 3.4%x106 Pa, 10 sec

500~ 500
40| @ @ 400 - @ @®
5 |
S, 300 S s00f
a | e |
S aof g ;
2 F § 200f
@] F o,
100} 100
i X .
ol ol r_A.“'
22 21 . 20. 19 18 17 16 15 22 21 20 19 18 17 16 15
Binding energy [eV] -
(C) 3. 4% 106 Pa, 100 sec ( ) Air exposure ,10m|n
500
500 F
I 86 00 @
400 [
- 3 300
i a0 = /J
s £ [ =
S, 200 g 20
100 S
100 I /
0 lm‘ﬂ%%?ﬁ_
0 22 21 20 19 18 17 16 15

Binding Energy (eV/
Binding Energy (eV) g gy (eV)

6-2-16 ZRFRHI% TD UPSFEE, (a) % FE T, (b)3.4X10°Pa D b & T 10sec
ikt (c) 3.4x10°Pa ® 3 & T 100sec %, (DKRLAEHLAT < 10min
Frbkt%,

< 6-2-4 [X] 6-2-16 |Z/R L72 UPS O &'— 7 fi[{& [eV]

v — 7 L TR R A 10°Pa, 10sec | 10°Pa, 100sec | K4, 10min
® (Ga3d2/5) 19.04 19.06 19.04 19.34

® (Ga3d2/5) 19.58 19.61 19.63 19.76

@ (In 4d 2/5) - 17.33 17.32 -

@ (In 4d 2/5) - 17.79 17.78 17.93

® (Ga3d2/5) - - - 20.52

® (Ga3d2/5) - - - 20.98
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3 6-2-5 FFEF1% TOHERENIE R R

e e ST R eV]
FREEAT 4.68
10 Pa, 10sec 4.73
10 Pa, 100sec 4.73
K&, 10min 4.53

LLEDOFER LD, Ge(lll)'GaSe I 10 Pa FREE D EZE T CTIRIREIZE LT,
LETIEDH D HDODO, RKFHEUIH LTIk v, E1IRIED W“{m%* &
RSNz, ZHuE, KRR —nTT@ Ge(111):GaSe Digis<CH|E D72 8
RERBNLETHD Z L EERT D,

6FEDFE L

ARETIE Ge(111):GaSe DIER I X O3 i# 7B+ 73 6 (ARPES) HIE I &
STAY FHEEERHE L, B HEEFHE R L EwmzTo 72 AETHE LN
Az AT IcE & ® 5,

* RHEED »¥ % — v ic X ) MBE{#EIC X Y Ge(111):GaSe DEM A2 HEZ L 72,

- Ge(111):GaSe O K5GFEHA D b OLRF#ENE & L TD Se capping OH X % i

L7z,
- ARPES HlIiEIC X V. Ge(111):GaSe O — iR L AT 2V FiEE %
Boniz, L2PLAaDBS 7 o IHEA A VBM ICHZiE L C\72 72 %, Dirac cone
REHEHRT 2 ldTCE R o7, T2, FRloME» bR iIFF—L F =T
NIREETH D ERRBING,
-UPS o#EHR X b, SEIER L 7230kHE Ge(111):GaSe 721 T2 < Ge(111):Ga
DIFTED TR X ﬁ’bf:o CHIIFRIFFD Se WHED AR L Tz EZ b D,
- ARPES #I5E 1 T micxt U 3 [ENFRO B0 iERE X vz, Gl 7 fidetit
fEd, T Ge V7 D ETBUCHRT 22 L IC LTz, 72, TDIE
W7 0 E I Ge(111):Ga DRIERAE L BA# 32 Z & L 22 L 7z,
- Capping Se ZFrZ L 72 Ge(111):GaSe 1Z KRAZEFEIC X o TEIREI A
m&ot:&#%‘kﬁmﬁbﬁ%ﬁﬁ&w:k#ménto
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7. WAL

ARWFFE Tl MR EFr A —RIeH k¢ H % trigonal-antiprismatic(AP)-phase
GaSe 5 X F Ge(111):GaSe Ic D\ T, L FJFHFEICX > Tz oYlEic
DNT, U FDZ EZHALPITL 72,

AP-phase GaSe
FRHGRE LD LToZ L 2L I L 72,

-HiE, L 7 L ILiC P-phase GaSe & P& ERUIIIEF ICHE VAR L 7o 72,
¥ 7o, HESFERICE T 2 MHO = A ¥ — 7 (ZHE T 9meV/fu., SV 7T
TmeV/fu. & IEE /NI »,

- AP-phase GaSe FHIN/TIAI~DGIREHIC L Y LENM I N B %2R L 72,
THIZMAH D Se-Se [B]D RFETI DE IR L THEL %, 2N X Y, AP-phase
GaSe 28 Ge(11 D) HEARFA AT ICBIER I N FEBHEE IOV T, BET 25H%
o Nz,

C DN Y FEEEIREBIL T 2208, B TOERICI VT Se p BEICH
kI o8 FICHEBR/ IR DE WA R Tz, $72, SOC 2ER L 7 T sUEHE
DAY FiEE X Y, Pphase TIET-KHEICAEY VAL TW3DICH L, AP
phase TIZHEHTZ 213 LN WHIRP G O N7z, Tid P phase Tl 22/ X Ex
NIEREIN TV B DICH L, AP phase TIZZNBFOLNTWE T L DENE
RELLCWw3eEZHN5,

ANV FF oy FIRHEICE LT 6%, SV 2 Tl 15%I1% & AP phase O 7523
INE Wy,

- MBI O #HiPH N T P phase & AP-phase GaSe iICD\W\W T, HEE XU L7
Tl 2-3eV ML ERIDERIIC B WO EREICE AN S 2 e Pl
%

Ge(111):GaSe D EFIRHE

FFHERAR LY. MToZ 2L I L7,

- T f3E{#%1C Dirac cone ’F7ES 5 Z & ZHH S 51T L 7z, Dirac cone |% Ga, Se
BLOKREERFED Ge OWEHEKTH 5, £72. IRITIES<IZE Ga & Se D
THITNEL 2D Ge DFHE N RT DEMMAE S 7z, MEFHHICS T Rft
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ITIZ Ga, Se 33 £ N Ge I K DBIE DIRELD B LD RIE B L X B iR S vz,

- Y-J8 GaSe & FEARMH DO FEREEZ 28 2 72 3 AR OFE R, Dirac cone 1% Ge(111)D % i 1
A& FJE GaSe & DM AAEHIZE VAL 5,

- W ENBIEHEE OFE R, Dirac cone IFREIITHFD Ge BEL N Ga & Selc k- T
RSN TS, ZAUTHE GaSe FSRDOEIRREL Ge DY TV —7 = A 25
FIRBEDIRRIZ & - T Dirac cone 23 U7 AIHEME 2 RIB T 5,

- Si(111):GaSe <° InSb(111)B:GaSe 72 £ D ¥ 70 2 Fat-#& g O A& HHIz &
DRHHFER IR B DR 24T oo, ZORER. Ge(111) & FMR E L7z
B KUIE AT Dirac cone BRO P HUANBLILTIZ 25, Ge HARLISL TIEBLL 2
Mol

FEDRENE T X VU TOZ 2L I L 7,

- ARPES JHlIiEIC X V. Ge(111):GaSe O — iR L AT 2 N FiEE %
Bohi, L2 LA D 7 b IHEA D VBM ICALE L Tz 72 %, Dirac cone
FEEMERET L3 TE R o, T2, ERLOBAP O RIIF L F =T X
NIREETH 2 L BRBIND, Tz, B THICH 2 Ff8 GaSe HK D vV
Fid 2 ROCEFHEB 2 RRT 2R 22, ZniBEONERD Ge(111)T
1372 Ge(111):GaSe TH B Z L X Fid 3%,

- ARPES HFEIC & 0. T sk L 3 BN 7 B HERR & L7z FEA 7e fAT
R, T Ge ST D EBUCHER ST 22 L 2O Lz, £/, ZDIE
P75 BRI Ge(111):Ga ORMIRAE & B 5 2 & 2L 2ic L 7,

- Capping Se Z[RZ L 72 Ge(111):GaSe 1 KX TR IC X o TEIRES NI
W2 722 b, R L ciiZe . R b oRERE BV ETH 5,

DED#ER XD, Ge(111):GaSe 0FETIREEICOWT, FFRHEFHETELN
7= Dirac cone ZE#ERTEBIERIIEO N o772, L2 L7d 5 ARPES
TED DT O N liE 1358 — R L Rou—8 %R L., E GaSe HkD 2
RICHE TIRHE % BRI ICHERR L 72,

{3 R | D Dirac cone DAFAEZHEND D FBe L LT, ARPES HIEIZHBWT TV
NV EREFECLDE S F—7IC LV EFOBOEREINENETH L LB
2 BB, AFFETHYERL L 72 Ge(111):GaSe i BHIER4YHIIZ Se #3143 T
Ge(111):Ga IREETH D Z ENHL ML otz T20, Rl ov X & &b+ 5
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ZENEETR D,
2RO 72 08E & LTI 21X E i FeE 2> © Dirac cone H1 3 D EE 11K AE % e
MODLZENTEDLETET L, 205G, Ge(111):GaSe  ITHflfx)E 2 fHE S
., £ RIS — NEMEOITHZ LT MOS-FET & 2 /ER L7- L CH—v
WREZAT O Z DAL PR 5, LRoE2ER L, REEE I
BRALEMT 5L TT7 2V IEMEBRIEL, A=A RAEEZITO 2L T
Dirac cone H ZEE T 5 EBEEDOE FOHFELWHR T D L THRT L, DT
i%ﬁ@m@%f@ﬁ@@@ﬁ@@ BIER L OHETIEORE B LU
u& IZBIT D EMOLRENREL 725,

hffFE S

(1) “AfrERESF

(D H. Nitta, T. Yonezawa, A. Fleurence, Y. Yamada-Takamura, T. Ozaki, “First-
principles study on the stability and electronic structure of monolayer GaSe with
trigonal-antiprismatic structure”, Physical Review B 102, 235407 (1-7), 2020 (&t
HY)

@ A.K.R. Ang, Y. Fukatsu, K. Kimura, Y. Yamamoto, T. Yonezawa, H. Nitta, A.
Fleurence, S. Yamamoto, I. Matsuda, Y. Yamada-Takamura, K. Hayashi, “Time-
resolved X-ray photoelectron diffraction using an angle-resolved time-of-flight
electron analyzer”, Japanese Journal of Applied Physics 59, 100902 (1-5), 2020 (£
atd D)

(2) HR&HICE 1T 555K

(O OH.Nitta, A. Fleurence, Y. Yamada-Takamura, T. Ozaki, “Electronic structure and
optical properties of GaSe with trigonal-antiprismatic structure studied by first-
principles calculations”, Materials Research Meeting 2021, Yokohama, Japan
(December 2021) (1 BEFEF)

(2 (OH. Nitta, A. Fleurence, Y. Yamada-Takamura, T. Ozaki, “Structural stability of

monolayer GaSe with trigonal-antiprismatic structure studied by first-principles
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calculations”, American Physical Society March Meeting 2021”7 , Online, (March
2021) (IEEFER)

@ O HNitta, T. Yonezawa, Y. Yamada-Takamura, T. Ozaki, “First-principles
Calculations of Strained Honeycomb GaSe Layer on Substrates”, 14th International
Conference on Atomically Controlled Surfaces, Interfaces and Nanostructures,
Sendai, Japan, (October 2018) (K & & —F3K)

@ OT. Yonezawa, H. Nitta, T. Murakami, K. Higashimine, A. Fleurence, Y. Oshima and

Y. Yamada-Takamura, “Influence of strain at GaSe/Ge(111) interface formed through
Van der Waals epitaxy”, 14th International Conference on Atomically Controlled

Surfaces, Interfaces and Nanostructures, Sendai, Japan, (October 2018) (I -I5H¥E

=)

(3) EHN¥E - v v R T LHFITE T BHE

@O O B, Antoine Fleurence, =iff HC T, IR ZEh, N = M1 HHE GaSe
D FIRREICES 3 % 55 — R B, NANOSPEC 2021 SPring-8 = — ¥ — 17 [¥]
& BAM 2 MR ENT S HARRMEZEY S BURCRIIBEM R =
7'u — ZHEMEEI S ARy v R T A v T4 B, 2021 4 3 A
(RRA X —5FK Epiz L)

@ OFilH B, ki B, 7ues v 7V 7 =X, @RQLIH) HiET,
FIF &), “HARIC X o> TLENRE N7z 58 GaSe DETIREE”, ILHYH
frgy 2019 FERKE ARSI, dLRE, 2019 £ 9 H (R A X —FFK)

@ OFH Efl, K BE, mAOUE) hiiEr, Big =8, <Rk 2 HEihs
ZFFD GaSe DG L B IRRBICEI T 2 55— R BRI R, HAMHY 2 2018
FEKF RS, 5HES, 2018 4E 9 H (IEEFE)

@ OFrHERM, KiEMEZE, @i (UHE) BT, RBIFZEY, “Zine blende-like Ui
& % 10 GaSell 2\ C OFHEY, YNNIt 2 % 2 v L FEIFFH - CCMS & R
Je4x, P-32, WA, 201844 H (K 2 & — %K)

(A% ofth (ZEEE)

(D IST KB ZEFZ YRR IE 7 v 27 7 20 JAIST X HAREFRIFFZE &, 2021 4E 10
A

(@ A1 3 F LB B E E AR A FER AT FE L T SR 2 - WA AT
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g - XS A (WFFEARFEE - FTHERD), 2021 £ 8 A
R) FRICHEN-ERIC X 2RERIR CREGER), HARPAESIEEE 2019 4F 5
H
(@) VR 30 FERFOFEAMM, HEEE~DIEE FFFEREFE SN EET),
INES AR A i b 2 R — 2 $RBEBA, 2018 4F 11 H
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A

AWTFE LA B Se i B E B AR R BB Seim BB i s Rl s fhike 1 8%
DTIRED Y LicfThbE L,

AMEZB L TCELOMERCYEPCIREZHME I LA & 20 X 0 &
Wiz LE 9, B KEVENTTET O BIRBHEZ ICIIRIEZB L LTIHE W
27207210 T K, B R IC LY)YHE TH 2 FACH L OpenMX Z5 0
TniconT IFRHICTELRTIFEZHE L L, 4. B TR
WTHBE K OEEAIHEZGY T Lz, FAEH AL E T, T2, BIRF
7 E DRI Z 7 & NS = B0 (3 MR E D[R], S — a5
(B89 5 E AR 72 JFER OpenMX DOMES1L70 & $1% < ORRMIMHERIZE -
THEE Lz, ERTEHR L LT ET,

KB I LR OE2 S EIFEHE L L CIFE W& E L
Too BEMHALE L B E 37, NREFERRBURICIZREIERZE L LCIE R W72
&, KX CORRBNARE 252 T EE VT L, AL T3, Hl
BZEHL LTI W AREREEBIR IR LR L LT E 3, BT
LWHEITF—<fffRiconcd sHEEc i) L7,

TV ET7—=X78 7 AGERNC I iR T D E e E R,
B NDMERRDOBITICONWTE R ZTIEEZHY £ Lz, $7-, RWFEOFE
KERCHSUERICE W T RE L R PN EBY T Lz, EAE#HCZL
e

56 T BT B MENRAET IO BIE I BARIAT TN o TR AR
FiOERIRER D C 1o b LfrbiE Lz, MIEICE T 2L T
BEPEHEF L7z, ZIICELE#HWEZL T,

FI=TITNT I uY—k v 2 —ON FEBEMEE I IZEEEE O
WRHEFFEFIC O W T OB 2 S 7 IARERTCOXIGE T, WAL D
TREHEXE L7, B CHALATIHRED Y &, BEENICT> THITE TV
F L7z, LDEYVEHZLET,

Bt BT £ v & — O T E B HEAMIR B 1 I3 ARGm T L 7236515
RO EHICE VLT, BN BEDL O FTREFYNICHIGL TV & F
Lo T ZICIRSEH L T4,
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i A FLEBAE DRl

HiJE GaSe D&

GaSe DfgfE ¥ A 7' D—>Th D e-type WD EPrT — # [1]1% M2, HiJE GaSe
DHEEET VAR LT,

GaSe OHNETER % a. HIMETERZ ¢ LT 5, FIREICHV7Z5E GaSe
AT TETNOTERER A-1 ITRT, FHHEIXFERRME[ 1] % R I L 72,
F 7o, RS R T TERIIE 4 Eh D 4-2-1 ISR LT,

F A-1. g GaSe A7 7T VDI TER, RHPD o ZHWKTERTH %,
X,y ROz ZEREERTH Y, HiIZATH 2,

X y zZ
a a V3a 0
2 2
@ -a 0 0
c 0 0 20

7 A-2. HiJg P-phase GaSe O BUALHEE R TR L 7= 91 Bk &

ai az C
Ga 1/3 2/3 2.78775/c
Ga 1/3 2/3 5.17725/ ¢
Se 0 0 1.593/ ¢
Se 0 0 6.372/ ¢
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7% A-3. HiJE AP-phase GaSe O EIEIL AR T L 7= Wi &

ai az C
Ga 1/3 2/3 2.78775/c
Ga 1/3 2/3 5.17725/ ¢
Se 0 0 1.593/ ¢
Se 2/3 1/3 6.372/ ¢

GaSe D JRLJEKBAE D ER

FEJERIS & U T H S 4 2 £l 5 1 #aE (Pseudo atomic orbitals: PAO)BE %%
R R & FEERmAMBEE Y L O E L THEZA b A, T OEMREIE R 135Kk
fEDFE L LTH X b, EEMOBRTHICK LARTH S, ZOFPHITS »~ k
FT7ERICLVIEESND, 7Y I T 0 TERBEIFA CIADERT v v
TR OGS - b RE 2R T2 2 L TR I D, ZHIZRVED
7= PAO BEEIT 7Y 7 ¢ T RAER & MRiEAy, Ao RIS S & i b L 72 Hi0
A (RSB ORE) ORARES L. LB xRtk T 5 2 LI KV ARk S
7= PAO BAEAHGHN D, Z OGS 172 PAO BEIZT — & X — 2
ver2019[2]1& L TIRFENTEY ., ftENFEITINDIBEIC T 7 A A BEET —
2 HMER S 5[3].

AWSEClx P-, AP-phase GaSe [B]0 = v F =7 ICEHEHT 5720, Ga MU Se
DOIEJEBIBUI R L EM FERMEICE T 2HHO T AL F -2 L D b —HLAT
T B 2 BIREMFE LTEIRLZ, 1y b A 728 (PAO) A 7.0 bohr KUY
8.0 bohr I DWW T, & A-4 1R T X 9 7L EBAEZ F TRk 4 7 NS T8 2K
ICFB1F % P-J U AP-phase GaSe OffdE @ Lt A2z EITL, 2RI AL F —
7y b LIRERERA-L2ICZNENRT, £, BT EHR-2T AL F—
AR 2 515 5 N7z P-phase GaSe DL EMTERICEH T 5 P-& AP-phase
GaSe DI ANF—EZ L2 T LD DEEKA-4,5ICRT, IR L ZmHO T4
NMNFEF—Z(AE) 2 HER T L ictbix3 5 &, HERRES 19 HU Tt
0.7meV/fuKifi & 72 %, 19 HLA FORERE COFIR T L LA MHD = 4 L
¥ —7213 8.5meV/fu.TH 5 729, Ga-s3p3d3f1, Se-s3p3d2f1 DFLEEAEL TR L
TWwp LAl L7z, 7. BIADREREBETOZ AN F—FEICD 0T pao7.0 &
pao8.0 TDHZ T 0.lmeV/AWLA T TH 2720, 71 v b A 7 FFIT pao7.0 THHIC
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IV L T

% LTS %,

pao 7
-2363.1
X
23632 | 58988
®
YL e® ©52p2d2-s3p3d2f1_P
— {sg oo’ 2p2d2-53p3d2f1_AP
223633 | 9988850 e00000000e®’ e
S $2p2d2-s4p3d3f2_P
) ot g $2p2d2-sAp3d3f2_AP
®
EB 23634 | Vo o ot 8 ©53p3d3fl-s3p3d2fl P
S Jeo® ® ; o® s : 33 5 053p3d3fl-s3p3d2fl_AP
v $S00, 000°° q0%° 8 g s ©53p3d3fl-s4p3d3f2_P
= ®692000 eegiﬁ Q.O 8509
= -2363.5 ¢ ®éee83338888° oo e0® 00,8 053p3d3fl-sdp3d3f2_AP
= E§§88899880000°"°:::0°:o::'°. © s4p3d3t2-s3p3dafl P
"‘§§§§§§§§§333222 o0 054p3d3f2-s3p3d2fl_AP
-2363.6 | ® 54p3d3f2-s4p3d3f2 P
O sdp3d3f2-sd4p3d3f2_AP
-2363.7 : : : : : : :
3.7 3.75 3.8 3.85 3.9 3.95 4 4.05 4.1

In-plane lattice constant [A]

A-1. BeA mEINIE T ERC 51T % P-, AP-phase GaSe HiJg D
WERELET R OO N TFER-E A VF -7y b
FLCRIRUR A E, RIEREE D A v b A 7 £810% 7.0 bohr Z{HH,

pao 8
2363.1
23632 | .
a?
— s
= 09.88
& 23633 $oo, o
% *0ee02332229338588099°°
>
£ -2363.4 | 1
5 85588
5 seeesgsggg
= 2363.5 49 oo®” o8lle
= - ;gggggg999999999999“"6. O'Q:g:°88
s go o s 1
8833 §REBET Lo
2363.6 gg%“%egggggggggeee‘
_2363.7 [N TN NN TN NN TN NN TN SN (NN TN TN NN SN NN TN TN SN N (NN SN TN SN TN NN TN N TN SN (NN Y SN SN TN SN NN SN N 1
37 375 38 385 39 395 4 405 41

In-plane lattice constant [A]

® s2p2d2-s3p3d2fl P
© s2p2d2-s3p3d2f1_AP
s2p2d2-s4p3d3f2_P
s2p2d2-s4p3d3f2_AP
® s3p3d3fl-s3p3d2fl P
© s3p3d3fl-s3p3d2fl_AP
® s3p3d3fl-s4p3d3f2 P
o s3p3d3fl-s4p3d3f2_AP
® s4p3d3f2-s3p3d2fl_P
o s4p3d3f2-s3p3d2fl_AP
e s4p3d3f2-s4p3d3f2 P
o s4p3d3f2-s4p3d3f2_AP

A-2. BeA I EINIE T ERC BT % P-, AP-phase GaSe HiJg D
WERELET R OO N TFER-E2 A VF -7y b
FLCRIRUR A E, FIEREE D A v b A 7 £ 1% 8.0 bohr %,

121



3% A-4.pao7.0 TOHILERIE & P-, AP-phase GaSe HiJg D = 1 v ¥ — 7% D Bi%

SRR DL R B AE(P-AP) 19 & DSy
Ga Se [meV/f.u.] [meV/f.u.]
15 s2p2d2 s3p3d2f1 -4.135457617 | 4.37242178
18 s2p2d2 sdp3d3f2 -3.554293843 | 4.95358556
19 s3p3d3f1 s3p3d2f1 -8.507879398 0
21 sdp3d3f2 s3p3d2f1 -7.997288865 | 0.51059053
24 s4p3d3f2 sdp3d3f2 -8.160560463 | 0.34731893

3% A-5.pao8.0 TOHILERIS & P-, AP-phase GaSe HiJg D = 1 v ¥ — 7% DBi%

SRR DL R B AE(P-AP) 19 & DSy
Ga Se [meV/fu.] [meV/fu.]
15 s2p2d2 s3p3d2f1 -12.5261129 -3.9151108
18 s2p2d2 s4p3d3f2 -5.85449230 2.75650981
19 s3p3d3f1 s3p3d2f1 -8.61100211 0
21 s4p3d3f2 s3p3d2f1 -8.15315762 0.4578445
24 s4p3d3f2 s4p3d3f2 -7.96565384 0.64534827
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Ge D FLJEBIE IR
Ge DEGE IR EM T ER O FL)CBER G % 5HM U 72, SHEICH W 726G i
&M A-31C, VIHIE T XA -2 2R A-6 ITEFNEFNRT,

£ A-6. Ge NV DIETER, x, y KU z ZELBESRCTH Y., BAIZATH

%o

X y zZ
ai 0 0
a a 0
a 0 0 a

F£A-7.Ge "7 UGG X T A — X

ai az as
Ge 0 0 0
Ge 1/4 1/4 1/4
Ge 1/2 1/2 0
Ge 1/2 0 1/2
Ge 0 1/2 1/2
Ge 3/4 1/4 3/4
Ge 1/4 3/4 3/4
Ge 3/4 3/4 1/4

as

a,

A-3. Cubic cell Ge D

123

=
HH

find



% A-8. Pao7.0 TOHRILEBIK & B4 7t TEBIC B B cubic cell Ge D
ROl S b N BT AL ¥ —, BLER TERE GfF & TR T,

Fe T HLICPARL DKL
#[A] 5 6 8 9 10 10 11 13
s2p2d1 s2p2d2 s2p2d3f1 s3p3d2f1 s3p3d3f1 s2p3d3f2 s3p3d3f2 s4pad3f2
5.75 -139.92313 -139.9998 -140.02254 -140.03016 -140.03647 -140.05089 -140.05436 -140.0579863
5.76 -139.92489 -140.00099 -140.02339 -140.03098 -140.03724 -140.05141 -140.05485 -140.0584315
5.77 -139.92642 -140.00191 -140.02399 -140.03159 -140.0378 -140.05169 -140.05511 -140.0586552
5.78 -139.92769 -140.00258 -140.02435 -140.03197 -140.03815 -140.05176 -140.05515 -140.0586598
5.79 -139.92863 -140.00291 -140.02437 -140.03205 -140.03819 -140.05151 -140.05488 -140.0583589
5.80 -139.92944 -140.0031 -140.02428 -140.03203 -140.03813 -140.05116 -140.05451 -140.0579691
5.81 -139.92998 -140.00304 -140.02395 -140.03174 -140.03782 -140.05057 -140.05391 -140.0573122
5.82 -139.93029 -140.00275 -140.02341 -140.03124 -140.03729 -140.04977 -140.0531 -140.0564614
5.83 -139.93035 -140.00225 -140.02268 -140.03048 -140.03652 -140.04877 -140.05208 -140.0553716
5.84 -139.93015 -140.00151 -140.02172 -140.02946 -140.03551 -140.04754 -140.05083 -140.0540483
5.85 -139.92974 -140.00056 -140.02057 -140.02823 -140.03429 -140.04613 -140.0494 -140.0525221
X A-9. Pao8.0 TORELJERAEL & Bk 4 & T EECT BT 5 cubic cell Ge D&
RE(LETR 2 O/ O N R I AN F —, RLERTERZ BN ZTRT,
Fe e HLICPARL DKL
#[A] 5 6 8 9 10 10 11 13
s2p2d1 s2p2d2 s2p2d3f1 s3p3d2f1 s3p3d3f1 s2p3d3f2 s3p3d3f2 s4pad3f2

5.75 -139.88573 -139.96801 -140.02041 -140.0247 -140.03447 -140.04916 -140.05165 -140.0565318
5.76 -139.88736 -139.96907 -140.0214 -140.02589 -140.03566 -140.05 -140.05249 -140.057289
5.77 -139.88873 -139.96992 -140.02219 -140.02684 -140.03663 -140.0506 -140.05315 -140.0578479
5.78 -139.88986 -139.97053 -140.02271 -140.02754 -140.03733 -140.05096 -140.05354 -140.0581345
5.79 -139.89066 -139.97077 -140.02285 -140.02787 -140.03766 -140.05099 -140.05355 -140.0580469
5.80 -139.89131 -139.97087 -140.02284 -140.02806 -140.03785 -140.05089 -140.05343 -140.057823
5.81 -139.89174 -139.97078 -140.02262 -140.028 -140.0378 -140.05055 -140.05309 -140.0573743
5.82 -139.89196 -139.97049 -140.02217 -140.0277 -140.0375 -140.04998 -140.05254 -140.0566997
5.83 -139.89196 -139.96997 -140.02145 -140.02712 -140.03692 -140.04917 -140.05171 -140.0557597
5.84 -139.89175 -139.96927 -140.02053 -140.02632 -140.03612 -140.04814 -140.0507 -140.0546233
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5.85

-139.89134

-139.9684

-140.01942

-140.02529

-140.03511

-140.04688

-140.04949

-140.0532834

% A-10. Pa09.0 TORIEERIR L B4 k& TE %K IC 31T % cubic cell Ge D
ROl S b N BT AL ¥ —, BLER TERE G & TR T,

Fe e HLICPAEL DKL
Hi[A] 5 6 8 9 10 10 11 13
s2p2d1 s2p2d2 s2p2d3f1 s3p3d2f1 s3p3d3f1 s2p3d3f2 s3p3d3f2 s4pad3f2

5.75 -139.8854225 | -139.96024 -140.02187 -140.02732 -140.03316 -140.048 -140.05117 -140.0586121
5.76 -139.8867789 | -139.96149 -140.02278 -140.02828 -140.03404 -140.04879 -140.05196 -140.0591851
5.77 -139.8879037 -139.9625 -140.02344 -140.02898 -140.03468 -140.04935 -140.05252 -140.0595225
5.78 -139.8888046 | -139.96328 -140.02387 -140.02943 -140.03507 -140.04967 -140.05283 -140.0596342
5.79 -139.8893833 | -139.96374 -140.02396 -140.02953 -140.03513 -140.04966 -140.05283 -140.0594266
5.80 -139.8898447 | -139.96407 -140.02393 -140.0295 -140.03505 -140.04953 -140.0527 -140.059107
5.81 -139.8900922 | -139.96419 -140.02368 -140.02923 -140.03476 -140.04918 -140.05236 -140.0585817
5.82 -139.8901246 | -139.96412 -140.02322 -140.02873 -140.03424 -140.04864 -140.05182 -140.0578642
5.83 -139.8899529 | -139.96383 -140.02254 -140.028 -140.03351 -140.04788 -140.05107 -140.0569474
5.84 -139.8895743 | -139.96334 -140.02166 -140.02706 -140.03256 -140.04693 -140.05012 -140.055839
5.85 -139.8889892 | -139.96265 -140.02057 -140.02589 -140.0314 -140.04578 -140.04897 -140.0545414

FKA820 10 DFEFR IV, wIFhoAhy b4 7PFETHEEKEK O Z KX

(T35 CREEKRTERIL5.78AICITRT 3, % D 7= HIEBEIL pao?.0
D Ge- sdpad3f2 HEYITH 5 & HWr L 7=,

[1] J. C.J. M. Terhell, V. A. M. Brabers, G. E. van Egmond, J. Solid Stat. Chem.
41, 97(1982)
[2] Database(2019) of optimized VPS and PAO
https://t-ozaki.issp.u-tokyo.ac.jp/vps_pao2019/

[3] User’s manual of OpenMX Ver. 3.9, AR

http://www.openmx-square.org/openmx_man3.9jp/node24.html
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flix B 2 v vuEHAFH 2 Z & L 72515

Ge(111):GaSe D2 v VHILEHE/ER(SOC)ZEE L 7-31E IcBIF 5 N NI
EE R T, SHRICHW & IIA R LR U (R BB A 2 A3 IchE
R L 72 HR) o2 ALz, SOC%EFETL LT, THICEL
TX v v THBO 72, ARER O MBI IRICEL LTz, 72, 2NV ik
2ARICHELCEY MBS ICRT ALY TF 7 AF v EtERERICEL Y, 20 Fh
Al BOREUVRHBL TS, THIF T a PR LEFEBIL Tw 2, i 7 HE
FooxvFd SOC #FET 22 LickheerFo vy bo Xk icEl
LCTW3 2, THIFR 7 7TRIEHROATREN: S 5 2 b 5, R T8 7 A o i
B, FJE GaSe-Ge(111) 2 7 TRt 2 25 2 72 BR DN v FREE O ZALIZ A T

DEFHE LD SR\, ¥ B-4 10RT Az=4A CTOFF GaSe HkD NV Fid,
SOCA2FET 2 LICL DAY Vv HEDHENEETH b,
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