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7] o4 1= EASE B4 OaAdel=E TAE ALE % A25E g,

A7 Al R AT w4 vUEaAygelEs AR Fold d4 FAS T AT ANksE S E2Al

A7) B48kA) 1A A Ti, Zr, HE, V, Nb, Ta, Mo % WE o]Feld TFORYE AeE sh} o4, B S
2 olfolzl aFonyE Auw s} oot

TA T2 Az Zuf FxA 9 AR Ay ZFol(AEq)E -100 meV/M atom WA 20 meV/ MatomQl Al <=
o

o Aol i (terrace) A EolA 4 B4 whgo] A Z2] oA (AG) ] dig> 0.11 eV ©]3}

(@ 37 34 12 EAHE 3% O2asldelsz PR AlF % A25S TFHe, 47 1S 2L A%
o F% UZEAUelEE A2 goldt Ak AL HE FMANE v FRAS HAAsE v 2
() A7) F) FEAS FREANS] o BYL ALY Atoz BAsE B R ek FaE
S8 2l FAsl AATY:

ELERT

AB,

A7) 3keka 104 A= Ti, Zr, Hf, V, Nb, Ta, Mo 2 W& o]FoA IFoZXE AMEFE sl o]Ato]ar, BE S
Y Sem o]Fojzl o mRE AeH sh oot}

AT 5
A 4 goll 9lojA,
4 (b=, (bl) Fvl FEAE HHY (terrace), 5 oA (M-edge) R ZIAUo]= o A (C-edge) & T--3f
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FAFez, AR, oA7|AH(Exciton)] AAPE F e FEIY, =4, FAWHNA FAEANS(hydrogen
evolution reaction, ©]3} 'HER') Wi A& AWHS-(Oxygen evolution reaction, ©]&}'OER')S] =] w349
T 7 4AE 2gete FEWE ol &3ty FEul kS Sl JdlyA WIS st gl

A7) F 7R 2 ZE S wEA7E 2R A do|FE fZ @A vho]=(transition metal dichalcogenides,
18} 'Ds')E ol &3t glom, MDse] oY b FH7F /e 542 ol 87 H5u 3§ Aot Ao @
| Fg= 3 e},

[

oeld A% A F el AFe wuEws Agel] ostnz, Fehy APt w9 234 o FRA(I LA
olE-idjm) ghe] ggel BushA ATHUG. MSHEA 1 Sol waw, 239 B4 k9] Aol s
A 748 F Ak

Fl, Fo FE-TAALlE B4 A9 Nossh Busl AL gow, FE-taAvel Sl 7]
WAoo g Fu EE 12 FE7 AR HUhE WoS,ERE HAE Ful7h FHE o FE Aol
AY7eEd

L
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A9 dEd ¢
oye s gehd 12 BEANE 3% O2adelsE T4 AlF D A25S L§

71 Al R AT 55 "UEaAvelEs AR Aol da S THAE FaTANtss S Fx2AE

b

A= Ti, Zr, Hf, V, Nb, Ta, Mo ¥ W& o]Fojx IaFo2HE Meld 3y o|io]ar, B= S
o]folxl IFORNE HuE s} ol et

e, B U NbS, v TaS® FAE Al 2

HfSe, B+ 7rSe,® TAE A2&S TisteE T2 Zo L2AE AT},

(b) &7 Fvi F2=A 9 gl i Sde ALdde Adew wAss 9 S 2ok FRTAS
g A o] AANES Alee.

gy 53
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B oo E Adde]l AARA AARS o] 83te] o] F(heterogeneous) w& T|ZFALto|= o] HAslE A=

TZE AAT £ gtk ol E3 AA" En FRAE FALAUS = HERY g @4o] #A 3
F3ct.

of FAIg dv Ex= F el ZAE 2w

(a)= M=ol #], C-oll#] Bl ks Al]EES zh= TdF 2D-MoS, v Zdlola9 /Efes yeha
(b) 2 ()& M-oll#A] & C-ol Aol A gAdstel thefgh 2D-TMDS] HEROl thgh 72~ AFf oy =] tholoj 13l s e}
W, (D)= HEs Aol EoA A A ouA] troloj 13lS yeRdt
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T/H 72 2D ¥ Bdejnm x4 rgds fls) I/T 729 A o= seettt. TiSy/TiS,, TiS/ZrS,

RS,/ ZrS9F 22 T/T 732 A B9 745 7KW, I/ 2= AB Ble= bgdstdn. @4, T/HWH/T)
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4% 0.0625 ML H9l9] Hgt AP Eo A 4 F2H] g2 A JYAE YERIAT.
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Z42F M=ol Al 3 C-oll Aol A 2D-TMDell ek 12~ A ol A tholoj 28lS yebditt. 0.25 2
0.5 ML 5% 27} A=A},

T 102 (a) M-olA] 2 (b) C-oflAelA 2 A oUA|e H2 x| zfole] FAaAAAE e, (o)&
0.25 2 0.5 MLoOlA M-ol#] B C-oA] Aol =4 AT duyx e A AAES ey, (e F FF7e
oA, ZF, M-ollA] H C-ollA] Alo]e] i F2+e| 2= A oluX ] A #AAE Yepd,

W A7) 8 FAF

] st 12 BARE 34 DgasdelEe $AE ALF L A2Ee w3,

T
o
z,

ot

rlo

ol

47) AF L A2EE #E OBAGIEE AR Foldt Ui TAS AL FABARS Fu) TRAS A

é
ox M
lo
N
—~
=
@
o
]
=
o
0Q
[}
=
)
=}
=
w
~
Do
U
>—]
=
()
il
E
N}
(o)l
(o))
N
U
)

<
A
U= o] 2D-TMDel ofa) 49l gl 0 eV?L iéﬂ‘.% T MME‘r
T

G R T FHE TS/MSe.E FAROH, ) FoAE T B A4 D A A B W
Atk old¥ HER &4 Pt/C Fmjo] &3 FAkAY A& -85t

o3, ¥ @y no FAHoE dyadrt

AN AANA, ol® Bio] thE ¥Rt 'Ad o] dvkm @ ), o "AyAoE AA He] it AR
ohel, 1 7kl thE HAlE Alolo] i tPiAom Ad'He] Qi ASE EWTh EF ofw Hiol
oWl FAHLAE T HTL T W, o Sus wEE A4 gl @ e THesD Afshs Aol of
Ueh o pgess o P 5 glos A ovat

2 owe A o] "Zmsuol=(old}, D2 ¥V

)= =
drz 7Y SFES AndY. 165 dae B Ao ARt Abstee At

9 2 165 9427t A
R ZIA Vol =eta A =
B oagoa] go] "F& fZ @A Yo]=(transition metal dichalcogenide, ©]3} TMDE XE7])"E F4(TM) &
el 237 94 o] A3 239 S ERE K FFES ouidt). o|yd 4 yZIaA Yoz 7
A T AAT Aold T4 9 dAFo] MELA Ho A= FERE UMM, 379 dAFo] el F
lTL(Trl ayer)< 01%4. bl 54 dAbe ofdl B foll EAlghe ZEA At A FHAFS o]F A

ftllo
kel
b
o
on
H

2o S A s ek 12 3AEs 55 g aAldel=s g Al 9 A2ES



[0040]

[0042]

[0043]

[0044]

[0045]

[0046]

[0047]

[0048]

[0049]

[0050]

SIHS31 10-2020-0040687

71 Als R AT w4 vUEaAygelEs AR gold d4 A4S 7RI

A FAANA, G5 TBAGlSMDIE 7] 344 12 EAHE F2E AL+ Ak

371 shshA] 1o A A= Ti, Zr, Hf, V, Nb, Ta, Mo 2 W& o]Fojxl aFo2RY Med sk o]idola, BE S
% Se olfoldl LFORNE My s} o] golrt,

A FANAA, FE OBIALI=WB, F, MD)E Al F A3 Aol 34 9 AxFol A=A
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71 Aol dig BE, & F47F 5L S vk wEiA, ol s A1SS Fulsols xdT = 3
omn, A2FE AAAR Z@E 5 ATk, ols), "TiS/HISe,"e] 7IAl= TiSy7b FuF o2 HiSe,7b 71X AR AF
HASS 9u|str}.

d FAdANA, AT 2 A2 50 At Jde 23 Y44 Aol whek 2H(trigonal prismatic),
1T(octahedral), 1T', Td, 3R 2 4H¢] F+ZE 7}2 4 9o, B uhgo] Zn] 1Lz A1= 2 2= 77
2 759 8ol wel =e|F(trigonal prismatic, 2H) ¥ ZWHA|(octahedral, 1T) +Z2& 72 4 A, +
AHow, F4o Fiel wek, Ti, Zr ¥ HiE T-7% TMDE JA4shs v, V, Nb, Ta, Mo % W& H-7%
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A FAANA, AT R AT o]FF D, F olF T Fx& 7H= Fu F2AE, oE 449 dd%
TR R O ddSEe] 236l wep sy el AAd 4 duh 2 el T rEs WM, T/T e
WT(Es /DY 4 lom, dEldsy ofge] 7xste] 714 M 725 AANT 5+ 3ok dEse],
MoS»/WSe, R TiSy/HfSes= 242 H/H 2 T/T F+%5 Yehdin, @ Fo) 728 vebd 5 Aok

9 FAANN, Tl FrA] WH oUIAE 0.4 o oldoln], Fi FF AT Zu) FrA BA AUA
ZFol (AE,q) = -100meV/M atom WA 20meV/ Matom <= o}, o]

2 Fgst7] g8 dast dqUAE ouisiH, A7) olyA= Btk ALo|EoA e &4 AdE YERT. 3]
T 18 (4 &0 glE) HaA Alo]EoA] o]F TMDY A2 o 1A & ebdc,
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¥ 1

Catalytic materials

Tioz | 25 | A15; | Woz | Nb5z | 1a5z | MOS:| Woz | 11562 | £roe; | T5e; | Voe; |NDSe;| 1a5e; MoSes| Wtz
TiSz | -0.14 | -0.10 | -0.16 | 0.04 | -019 | -022 | 005 | 000 | -0.11 | -0.04 | -015 | -0.15 | -0.27 | -0.35 | -0.10 | -0.17
ZrS; |-010 041 | -048 | 049 | -006 | -007 | 051 | 046 | -027 | -051 | -061 | -001 | -035 | -046 | 006 | -0.06
HfS: [ -016] -048 | -057 | 040 | -004 | -020 | 043 | 032 | -035 [ -058 | -072 [ -010 | -046 | -058 | -0.04 | -018
V52 | 003 | 049 | 040 | -0:13 | -006 | -0.07 | -0.05 | -009 | 028 | 071 | 059 | -002 | 011 | 006 | 008 | 0.03
NBS; | -019| -006 | -013 | -0:06 | -024 | -028 | -0.02 | -008 | 013 [ 0.07 | -006 | -019 [ -028 | -034 | -014 | -0.23
TaS, [-0.22] -007 [-020 | 007 [-028]-035] -008]-014] -017 [ 001 [ -013[-025[-035 | -042 [-0.23 | -0.30
MoS: | 005 | 051 | 043 [ -0:05 | -0.02 | -008 | 0.02 | -002 | 031 | 081 | 069 | 001 | 014 [ 009 | 013 | 007
WS; [000 | 046 | 033 [ 009 | 008 -014 | -002 | 009 023 | 069 | 05 |-004 | 005 | -007 | 004 | -002
TiSe; [-012[-027 [-036 [ 028 [-013]-017 ]| 031 | 023 | 019 -028] -040 | -003 | -031 | -039 | 005 [ -007
ZrSe; | -007 | 051 | -059 | 0.70 | 0.07 | 002 | 082 | 069 | -028 | -065 | -076 | 012 | -0.31 | -040 | 027 | 010
HfSe; [ 019 061 [-072 [ 058 |-006]-013] 069 | 056 | 040 | 076 -089 | 0oo | -04a8 [ -057 [ 011 [ -005
VSes |-015]-001 [-030 | -002[-0190-035] 001 [ -005]-003] 013 [ 000 [-012[-019]-026 [-007 | -014
MbSes | -0.27 [ 035 | -046 | 011 [ -028 | -034 | 013 | 005 | -031 [ -031 | -048 [ -019 | -044 | -0.52 [-014 | -0.24
Y TaSe; [-035] -046 | -058 | 0.07 | -034 | -042 | 008 | -002 | -039 | -040 | -057 [ -026 | -052 | -062 | -021 | -034
MoSe; | -010] 006 | -004 | 0.08 | -014 [ -023 | 013 | 004 | 004 [ 027 | 010 |-007 [-013 | -0.21 | 001 | -0.07
WSez | 017 006 | 018 | 0.03 | -077 | -031] 0.07 | -002] 007 | 010 | -006 | -013 | 024 034|007 [ 017

Support materials

A7) dFe 256 7FA9] M2 o2 Albel o) tiRilE Fx2o HEF dUAE BoFa, &5 S AEHo=
HAE TS ously | catalytic materialse Zu|3S support materials® XA AS vedch. A7) &
Oﬂ L}E}']ﬂ' H}‘Q]' QO], MOSQ/ZYSGQ, MOSQ/HfSGz ui] HfSGz/MOSzgl ]%? o] T Oaﬂo—ﬂiﬁ—};ﬁl—g—i %?_Xé@% _—1

oA FA A, Ful F2A ] FHF(terrace) AFC]ECA 4 A 9RO 2 ] oA (AG) S Aok
2 0.11 eV ol3td = Arh. A7 A AFEE T4 FEE 0.0625 MLoJth. A7) =X #9lol A HER HH=
GolatAl AHEE 4 Slom, 7E s AR ZUHEEP e A4S 7HE o

2 g o] Aol A, VS,/TiS, (0.029 eV), VS,/ZrS, (0.049 eV), VS,/HfS, (0.107 eV), VS,/TiSe, (-0.046
eV), VS;/ZrSe, (-0.073 eV), VSy/HfSe; (-0.075 eV), VS,/WSe, (0.033 eV), NbS,/ZrS, (0.090 eV), NbS,/HfS,
(0.092 eV), NbS,/TiSes (0.062 eV), NbS,/ZrSe, (-0.003 V), NbS,/HfSe, (0.001 eV), NbS,/NbSe, (0.047 eV),
NbSy/TaSe, (0.094 eV), NbS,/WSe, (0.062 eV), TaS,/TiS, (0.102 eV), TaS./ZrSe; (0.102 eV) ! TaS,/HfSe,
(0.086 eV)7F 0.11 eVe] & 22| A (AG)E 7= Ao SAHHUY.

A FANA, Ful FxA ] FE- A (M-edge) AFOIECIA G4 WA whg-o] 12 2 o YA (AG.) o] A
e 0.11 eV o]3td & glon, ZIA o] =X (C-edge) AFOlElAM i A wHS-o] 7]x g o yx](A
Gi) ol AEiS 0.21 eV = vk, 7] SAA AREE Fa0] Fke 0.5 Mot A7) =3 W eielA HER
FZujz golstA AHEE o, T A4S M & A

ek, A FANA, Ful FA ] FHF(terrace) AFOJECIA A wHA wEg-o]
Aok 0.11 eV oldlelar, Fu) Fx2AQ] F&-o A (M-edge) ACIECA F4 8 Eag 3
(AGp) ] HAigke 0.11 eV olatelw, ZFALte]=-o A (C-edge) AFOlECA 4 LA whg-o] 32 2] oy
ACAG) el Ak 0.21 eV 5= At 7] SAA AHEHE 49 sk Jui Alo]EelA] 0.0625 M
o] 2] Aol Eo]A 0.5 MLOItF. NbS,/HfSe, NbSs/ZrSes TaS,/HfSe, Hi= TaS,/ZrSe,”} 7] ZAS B&H whEaiy]

HERS Zl=A vl§ $5% B4S AT,
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©

wpEha], B el A FA A, FulF AT NbS, ¥ TaS,d F Jow, XA A2 HiSe, &
erez?:'l ‘)l: %]KE]'
A FA oA, B Ao Zu) FZ2A|= AU (Hydrogen Evolution Reaction, HER)-& Zwjz= A}

5ol, ¥ 2o S y2AE 2xkd E A A (SR, edge) BRF ofuE, FrRAE(H )
284 s 7Hd g gl weEbA, & ade] S FEAs 1] SviEy 2o 927 HER 24
i3

to 2 oo A
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EE, B0y NbS, BE TaSE Y AlE:

)

HfSe, T3 ZrSe,@ TAE A2%S Eodahs 2040

o[o
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(b) A7) Ful AL FaTAurge] i 42 AALY AVOR BAsh: WA R T FaTAE
Wi FEAL AAME B Aolch,

Adda] Ax(first principles study)S $x9sre] 714 712 AP (AL L)) E AFL3le] o] Fojx= A

Aotk ofme AFAA AR ofEekR] Fa, YAH-HA F AX-HAA}F 3he] FE AEE vgos 3

A, AR7H, FEH B T8 45 F ATh. g Agt We] o o F mA ] ARG RE ¥
|

=%
5}4=0] Z(DFT: Density Functional Theory)o] ©]&%¥ = A9$-7} &

)

l

il

B oM = Rl 2(DFD) S AHgstel Fuf Fx2A1E A

ERERY
AB,

7] 8482 1614 A= Ti, Zr, Hf, V, Nb, Ta, Mo 2 W& o]Fo]xl 2B o &XE AHeg s} oo, BE S
2 SeR o]Folx mEoRRE Huly s} ol 4 gl

A7) WA (@elde 1
™ FxE AAT 5 9]
Fo HY 2 23 B

£ AAEAH.

A FAANA, WA () 7] E) FRA Fa WY 0ol E L AARY AVOR wASE @
Aelet.

A7 @AE= (bl) v TFERAES HWH (terrace), =% oA (M-edge) 2 ZFAUo]= o %] (C-edge) & T-H3}

]
= A 2

(b2) 7] Fas(elegts),

e (M-edge) B Z3AUo]= o A (c-edge) ol A G Anb-Go gt &AS
ALdLeE] Are g BAlstE B

A
3% F sk

O

37 AdedE] AtE E ﬂﬂ*,Mﬂﬂ“1CﬂﬂAMEilim%}””ﬂdwww<% & 37t g ds
dkar, 58], ol& ApolEe] Fidl wEt AAHOoR Eipste]l HHsH: 1o Fvf yRAE AAT = ol
lﬂﬂ,ﬂ%~%4@fﬂﬂ?1ﬂ§‘“ﬂﬂ’\“ﬂ 53], & e el We Sl des zvtdhs
Aate S FEAE AAT 5 .



[0082]

[0083]

[0084]

[0085]

[0087]

[0089]

[0090]

ZIHSd 10-2020-0040687

1 9= 2D-TMDse] HER &4

autd oz TddF TMD+= IV & F4(Ti, Zr =& Hi), %— =5V, Nb & Ta), VI & 5500 Ev= W
BIAGOIE(S, Se FE ool Zetow AL R o) 488 A3, o] 1<edge>, C-olA % Elehs A}
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