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NbS, EE TaS,®2 TAE AlZ; %

b

HfSe; =¥ 7ZrSex® T4% A25S E3star,

S F2AL] A2 U A= 0.4 eV olstelH,

A 52 AFo =) FEA HEZ ox]e Aol (AEadh)= -100 meV/M atom WAl 20 meV/ M atom?l G4
ARE-S-8- Sl F3A4):

.

AT 2
2hA|

3T% 3

o A el i (terrace) A EoA g4 B4 whgo] A Za] oAUA(AG.) ] dig> 0.11 eV ©]s}

AT 4
(a) NbS, E= TaS,Z FAE A13; 2 HfSe, T ZrSe,@ FAE A28 ¥adls FAadANs g Zu) 1%
A AAsE @A 2

(b) 7] v FZA 9] Ao 3 IS We4o]Z(DFT: Density Functional Theory) o2 WA}

e @A S E8eE A1) nE Fautguksg Zu) FxAe] AAMY .
A3 5
A 4 ol QlojA,

4l (b=, (b1) Fvl FZ2AE HHY (terrace), 5 oA (M-edge) R ZIAUo]= oA (C-edge) = T3}
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Fo) WG Zole BAS AR A AT F/ksa Qi FaE F2AYY 8], AU wE LA
i+ Nz o

I FulE o] g3
TFAFez, AR, oA7|A(Exciton)] AAPE F e FHI, =4, mWHAA FAEARES (hydrogen
evolution reaction, ©]3} 'HER') H+= AFAAJAIWHS-(Oxygen evolution reaction, ©]3}'OER')S] Zuf w349
T 7R RS ek FEE ol&ste] FEHu) WS F3 olyA WEs Hdsta .

A7 T 7R E2u] AL UEA7)E 22 A AolFE YL FIA o] = (transition metal dichalcogenides,
3F 'TMDs')E o]g3sta 9o, TDse] oJel7bA] ER/7F 7= §A4S o83 F5v §8& A7 F2d &

39l FAE e BAE 9 230 FEE s B4 P9, E U/EE oFe] 3 A3l B

Ao g e ATk BT o Folgon], 1 BES A Boks wwA Rojeltt

T HF A F el AFE wel=ws Aol oJuz, shehy A P 249 olFR AL
el ol Fuehl AFHTh MEHE 1 Fol w2y, 239 2 ] Age] thes)

0] 55l &3

(M E3] &3 0001) 1. A. K. Geim and I. V. Grigorieva, Nature, 2013, 499, 419.
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7] 8bskA 194 A= Ti, Zr, Hf, V, Nb, Ta, Mo 2 W& o]Fo3 OFoZ2HE A8w sl o]dolal, B= S
o]Folxl oty A s} o ety
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[0027]

[0028]

[0030]

[0031]

7] Als R AT 55 UEIAYelEs AR dold 94 7S T e sAaRAnes S FxAE A
Askes Al 2

wye 73}

2ot Adge AAEAL ARE ol g8te ol (heterogeneous) #& TZIAU R s 4%
FEE AT S At o F AAR Ful pRAL FRAWS, 5 WR U@ 2ol AAs
e

Bowge) mahs A9 E3E @REE Ae ohlW, B owwel RAg Ay mi P7uslel 48wy
THORRE FE Ve RE &3S Tt Aoz olsHole} wr}

M=ellA], C-ollA] 2 Hgk: AlEE 2Es ddS 2D-NoS, e Zdlo]ae] JHEfeE vEhar
(b) B (c)& M-olA] & C-ol Aol A &dstel vhekgh 2D-TMDS] HERO thgh 312~ A4 oly=] tho]oj1s)s e}
WH, ()= Hghs Aol EoA i A oluA] thoo] 23S YERit.

= 2w 2 e d Aol mE W/H R T/T 2SS /AAA )l g 2D-TMDe] o]F Al that
VS

o

% 38 2D-TDE MR oh¥ 312 Af oA vhelol 1@l e AN/ fla), DFT AS Abgste]l destgon
g HgHQ sEge Aue AnE e,

(@) A (S oI, W/H, T/T % /T e A, M', AB % AB'S W] /b4 %3o] 2eo] mesglon,
T/H F-&2& 20 23 Edoln=z Fx4 PSS s8] H/T 729 tFFo2 553lth. TiSe/TiSy, TiSy/ZrS,
P OHIS/ZrS,sh BE T FEE M B FAS B, W/H FRE AB B0 hgstarh. S|, 1/H/D)

TEE M, M, AB, AB'SH 2E TR #9E UEhith E3, (O oIF DY AP ARA AF P28

% 4% 0.0625 ML 1] HEks Afo]EoA a4 FAe] 2 A odlUAE dEiY

E 594 (a) 2 (b= 242 -4k 2D-TMD] HERO st A oy A tholojaalls Yeldar, (o) H2 A
olux]9} & o fx] Alole] A #TAE YERNH (TS A A A TMDE S TMD94 FE¥Ez a2g3kE), (d)
T A FFOZ o]F 2D-NbSy/HfSeo] FA Ao At "Wx ztol& e,

% 62 NbS/HfSe, Zule] HEF2~ oA 298Ke] & §vllsl &7 (water solvation environment)olA (a) °
29 (bh) g2 Ab %7] B2} A8 AJE#H oA (Ab initio molecular dynamics(AIMD) simulation)S ‘}eEbl

I 72 NBS, MoSy, WS, S¥ 22L& B H T-rx8 2l Eas vy, fiE2dedl (a) -7z 32 (b)) T
ZE 27 MoSy/WSep 2 TiSy/HfSesolth. 571420 A 27 (boundary conditions)o] LB ¥ 0™ (top view),
0.5 % 0.25 MLoll A M-ollA] B C-oll 9] 4 F2 FZ(side view) R Fvj &dw A7t

F2E M=ol Al 2 C-oll Aol A 2D-TMDel gk 2= b U A thelo] il s vEbdTh. 0.25 2

&= 102 (a) M=oll#] B (b) C-olAelA Hx Af oux]el H& oy Apolo] FdaAE i, (o)=

0.25 2 0.5 MLolAl NM-oll®] 2 C-ollA] Alole] F4 A7 oyyx 9 g #AE Uy, (e 7 F79
o7, &, M-olx] & C-ol|x] Ate]e] FA4 F2he] 2 A olyA 9] 43 #AE e,

WL A5 T AT e
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A7) A1E B A2 24 UZIAYCIEE AR gold A4 TAS AR FARANS Fu) TxAS A

A 2 AIND A B# o] S Algsle] HER v zFgol| ojdh
S/AANA F4°] o]F (heterogeneous) 2D-TMD & 256 7}A|&

2] grd | Z=n) Zgow glgls Alo]ES dgali= S okl
YAE o]F 2D-TMDel oJ3] =] gkl 0 eVe 2=dd 5 Ayt
TaS,/HfSe, B wAgon A7) EZus= T 2859 oz 2 gatiart Ao A5 A us

glth. cl4El HER B4 PUC Folel 43 AL B4 S5t

HAA A AA, oful Fio] g FiEI "AdA"Ho rin & o], o]E "APHog AA"Ho Q= A
o), 1 FIb thE FAE Apole] Fa "IHEHoR AA"HY Qe AR XIS S ofH Hio
o FAHLAE "yt @ u, ol 5E3] wilEE 7V fle 8 e ARl AE ALstE Aol of
gk b2 FALAE 9 M § drhe AS orEt

2 oA o "ZAIA Yo = (0]}, DE J7])”t A3 syl 165 (Z=2) Yast s ode] FHA
P42 Y FFES 9u|dic). 165 = BF Z3AoA et AES Akh Qe TE 165 U7t AA
g ZIAVel=gta A &=

B odbgo A go "F< tZaAYo]=(transition metal dichalcogenide, ©]3} TMDE X7])"+ F5(TM) 3t
vol Zmzl 94 Fo] A 23 T FERE A= IFRES st olyd & tZdIaAdel=s &
A T GRS Aloldl 55 ©d YaFol MELA Ho e FRE UMW, 39 dATo] stue &
1TL(Trilayer)s ©]&th. 7Fedl 54 A= ol 2 fd SAlsts 23 dast 3 FR72ATS o] F1 9l

o]
v el S FEAE & 5}’52.“4 12 #A15= 55 dsdAvel =2 744 Ale B A2 2gsh,
A

Q FAANA, B TRRAVE(MDE 7] B4 12 BASE FEE A 5 e,
[3her4 1]

AB,

A7) &FehA 1olA AE Ti, Zr, Hf, V, Nb, Ta, Mo ¥ W= o]Foz IgFo2HE HAds st o]ifelal, BE S
9 Se o] Folxl 1FozRE AdH sht ol gel.

Q FANA, FE OZIAGIEUR, 5, MD)E 224 T A2F Aol 35 B fadel N=eA

Qe TEE A, gl 3% A4E okl R Aol EASE Zma Aash FF T
A Kol
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Q FAGANN, Fo) FEANA ALF L A2FE AFH TEE AAN, 7] Zo) FEAS Fo02 ALEA
A7) ALEel U B4, B Ravh 85 4 Ak wed, B ougeAs AlES Suizeld AW 4+ 9
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1T(octahedral), 1T', Td, 3R % 4HO] %= 712 & gow, X do Zu) XA A1= ¥ A2 747
> =59 F3 'I}E} & (trigonal prismatic, 2H) ¥ ZHA (octahedral, 1T) +F& 712 4 U, +
AX o g, F&o EF u, Ti, Zr 2 Hf+= T-7+% TMDE dA3t= ¥bH, V, Nb, Ta, Mo ¥ W& H-+%

Q FA oA, AlE L A2Z9 o]F= TMD, = o|F T TR /e 0 3x2AE, ol Ztzte vd=
T2 E O ddSE 23 uet d9sty kAol AHE 4 k. B WA S FERE WH, T/T B
WEyske o] 2o 7|xste] 7bg okAg FxRE AATE = . 559,

W/T(E= /MWL & Jem
Z’_l

MoS:/WSe, X TiSy/HfSer= 242y H/H 2 T/T & & YWY, Hge Ful 25 Yeid 4 9o,

d

U FAAOIA, ol FEAL A AUAR 0.4 oF Jalelnt, S FA Af2) S FEAe] A ol
2ko] ( AEqan) = —100meV/M atom WHA] 20meV/ Matom¥d Ak, olwf, H2 U&= o]F TS FuisH AAA
2 Res] g8 Bew AUAT euse, 4] ouAE Hes AelEdAe] 54 AnE e, 8]
E 18 (2 FHo] Qi) Heks AlEdlA olF TDel A% AUAE vehdr,

Lo

i)

x 1

Catalytic materials

Tio: | 25z | Mi52 | Voz | NBBz | 105z | MoSa] Wz | T156; | 2roe, | Fise; | Voe, |NbSe;] 1ase: Moses| Woey
TiSz | -0.14 | 010 | -0.16 | 0.04 | -019 | -0.22 | 0.05 | 000 | -0.11 | -0.04 | -015 [ -015 | -0.27 | -0.35 | -0.10 | -07
ZrSa | -0.10 | -041 | -048 | 049 | -0.06 | -007 | 051 | 045 | -0.27 | -051 | -061 | -001 | -035 | -046 | 006 | -0.06
HfS, | 016 048 | -057 | 040 | -004 [ -020 | 043 | 032 [ 035 -058 | -072 | -010 | -046 | -058 [ -004 [ -0318
V82 | 003 | 049 | 040 | -033 | -0.06 | -0.07 | -0.05 | -009 | 028 | 0.71 | 059 |-002 | 011 | 006 | 008 | 003
NBS; | -0.19 | -006 | -013 | -0.06 | -024 | -028 | -0,02 | -008 | -0.13 | 0.07 | -006 | -019 | -028 | -0.34 | -0.14 | -0.23
TaS; |-022 ] -007 [-020 [ -007 [-028 | -035 [ -008 | -014 | -037 [ 001 [-o03|-025 [ 035 [-042 |-023 | -030
MoSa [ 005 | 051 | 043 | -0:05 | -002 | -008 | 0.02 | -0.02 [ 031 | 081 | 068 | 001 | 014 | 009 | 013 | 007
W5, | 000 | 045 | 033 | 0,09 | -0.08 | -014 | -0.02 | 009 | 023 | 069 | 056 [ -004 | 005 | -0.02 | 004 | -0.02
012 -027 [ -036 | 028 | 013 | -017 | 031 | 023 | -019 | -028 | -040 | -003 [ -031 [ -039 | 005 | -0.07
ZrSes | -007 | -051 | -059 | 0.70 | 007 | 002 | 082 | 069 | 028 | -065 | 076 | 012 |-031 [ -040 | 027 | 010
HfSe, | -019 | -061 | -072 | 058 | -006 | -013 | 069 | 056 | -040 | -076 | -089 | 000 | -042 | -057 | 011 [ -o0s
VSe; | -015] -001 [ -010 [ -0,02 [-009 ] -025 | 0.0 | -005 | -003 | 013 [ 000 |-012 [-019 | -026 | -007 | -014
MbSe; | -0.27 [ 035 | -046 | 011 [-028 ] -034 [ 013 [ 005 [ 031 | -031 | -048 [ -019 | -044 | -052 [-014 | -0.24
4 TaSe; [-035 ] -046 | -058 | 0.07 | 034 | 042 | 009 | -002 | -039 | -040 | -057 [ -026 | -052 [ -062 | -021 | -0.34
MoSe; | -0.10 | 0.05 | -0.04 | 0.08 | -014 | -023 | 013 | 004 | 004 | 027 | 010 [-007 [ -013 [ -021 | 001 | -0.07
WSe, | 017 | 006 | 018 | 003 | 022 | -031 | 007 | -002 | 007 | 010 | 006 | -013 | -024 | -034 [-007 [ 017

Support materials
=
[7d
K

A7 B 256 7HAY M2 gE ALt o8] YAl G2 HEA oUAE RAFa, S #2 AdHoe=
FAdE FE2AE gHs, catalytic materials ZvZS support materialsi= AAAE YebdY. 7] %
off YEb wlel o], MoSy/ZrSes, MoSs/HiSe; X HiSe;/MoS:2] olF% ©l& Fxv E93yo=m EAsts g

A FA AN, Fuf A 0] WHT(terrace) AFO|EONA i A Wk 12~ o] oYX (AG.) o] Hoigk
= 0.11 eV olatd = vk, 7] S4A AHed 40 vk E 0.0625 MLolt}. 7] <=3 W lell A HER Zvj=
GoletA AHEE 4 o, VE WEs ARER FujEu 3 2A4S 7 S

2 o] AR A, VS,/TiS, (0.029 eV), VS,/ZrS, (0.049 eV), VS,/HES, (0.107 eV), VS,/TiSe, (-0.046
eV), VS./ZrSe; (-0.073 eV), VS,/HfSe, (-0.075 eV), VS,/WSe, (0.033 eV), NbS,/ZrS; (0.090 eV), NbS;/HfS,
(0.092 eV), NbS,/TiSe, (0.062 eV), NbS,/ZrSe, (-0.003 eV), NbS,/HfSe; (0.001 eV), NbS;/NbSe, (0.047 eV),
NbS;/TaSe; (0.094 eV), NbS,/WSe; (0.062 eV), TaS,/TiS, (0.102 eV), TaS,/ZrSe, (0.102 eV) 2 TaS,/HfSe,

(0.086 eV)7}F 0.11 eV & = JUA(AG)E 7HAE Aoz ZA-HAT

g FA oA, Fuf F2AY FE-o X (M-edge) AFO|EoA 4 WA wh-go] 7~ Za] oA (AG.) S Al
e 0.11 eV ol3tY ¢ don | ZIAo|=-o X (C-edge) AFO]EoA S A WkSo] 71~ g x| (A
Gp)ol Aogk2 0.21 eVY & Aok, A7) SHA] AHEE $49 F=E 0.5 Motk 7] 2 "HHelA HER
Eu2 §olgtA A & don, 5% A4S 7 5 .

w3, A FAldolA, o) A HHE(terrace) AFJEOAM 4 v w29 A =z o WX (AG)
Azke 0.11 eV o)slolar, Zn] FxA 9 FE-o X (M-edge) Ato]ECA 4 A w89 A Il o x|
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(AGp) ol Hdighe 0.11 eV o]stoln], ZFA o] =-o 2] (C-edge) AFOIEClA a4 A whgo] 32 Z] oL
A(CAG.) Sl gk 0.21 eV & Atk A7 SAA AFEE 49 s FHF ALo]EA] 0.0

oA ALO]E A 0.5 MLOJTE. NbS:/HfSes, NbS:/ZrSe, TaS:/HfSe, Wiz TaS,/ZrSe.’t 737] A& BT wE3)H,
HERE ZHwj=A v -8 A3 7F,

wheba], Boubgel o FaAldoA, EZujEel Al152 NbS, B TaS,d & Jon, AAAQL A2 HiSe, Fi=

ZrSe;d 4= Sl

w3, A FAAO A, B e 2w PFERAE AT YRS (Hydrogen Evolution Reaction, HER)& ZwjE A}
|4 & Q. 53], & Iy FHv) FRA= }% TZ A ol A (EE, edge) ¥F olY}, FAHKF(H )
AE Al S48 71 5 ok, webA], B g3 S FxAe 7€ SRy 1o 4% HER €4
S Fq% 4 9n

ek, B oo NbS, BE TaS,E TAE AlE; 2

HfSe; X ZrSe, @ FAHE A25S X8t FATATS(HER)§ v F2Aof &g o)),

w2 dage (a) 37 34 12 ZAEHE 55 gZ3A TR AT L ASE 2,
7] AT D A2F9 55 yZdaAYel=s AR Adoldt 94 S VA E FARANESE S| FL2AE A
Asles @A, 2

(b) 71 Zvf FxA 9] FadAgnt
g Ao AA e B3 Aolrt.

]| 2 FAYste] T 71 A A (AL YE)E AL o] FoAA = Al
S ElR= 01[[15} A AR Q*O} A gdal, PAI-HAA DL A=A} kY] s AES vEeR 54
o] FxA, AANZA, FLH BEH & dE& Atk ohEsk AL el glem 1 F Ao AXHERE I
=38F=0] & (DFT: Density Functional Theory)o] o]&4¥+= 7 %7} 2},

az=, = T«

B el ARG R (FDS AHgste] Sl T2AS A7,
G FAAA, WA () A& S TRAS A
ASE F% UgAdel R TAR Al R A2EE TS, P AF R A2Ee §% dBaitel
AR gold Ak THE 4 5 A

(ka4 1)
AB,
A7) B 104 AE Ti, Zr, HE, V, Nb, Ta, Mo % W& o] Foizl 1Fo2iE Aeg sht olgela, B S

2 Sex. olold 2ozt AUH St 099 + Ak
W
=

271 dA (el e B=

2 3 #
D FEE AAT £ AL B W ANAAAE 16 A4S B4 GBAGILE LRTeR, ofF F o
Fo A8 % 2FE Bel 256 7S Fo) FERAE AAYFoms, AU Wl HAsE v FA

= A

A FAANA, S (b= A7 S FEAe] i B Rkgel] tid A4S Addy Avtew EAbshs o

Aloltt.

A7 dAE= (bl) S FE2AE HHY (terrace), | 4] (M-edge) 2 ZIZA U= o 2] (C-edge) & T3}
= A 2

(b2) 7] HHF-(HE2), 35 dA(M-edge) ZE ZFIAYO|= o A (c-edge) oA TR Ojgh &4 &

7] ALAL AL Bl Hleks, Mol R ColA AelSel BAGE Saugue 242 94 % A3
S, 59, 0% AolEe] FHol mek AAReR wRele] TAGE Srel Ful PEAS AAL + AL
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OHH

g Sl Zul LA AT F ATk 58, B wweAE Fel W Zule Bk zret
At S FRAS A 5 ol

aL, °lE

o3, ¥ wiel oslZ F7] Skl vhgra @ AN B AABT, 7] Ares B WP oAHE 2D B
B oune] WE % A W9 WA B WA 3 Sl bsde gl ol Bus Rol
olelg WA W FA0] AR HHFTUA Hae AE A Aol

At ow @dF T IV F SF5(Ti, Zr == Hf), VS 550, Nb == Ta), VI & 5500 == D3
%iﬂlur 1=(S, Se T& Te)9] 2¢o 2 FAHT. HER F H 2Hee S, M-l 1(edge), C-oll#] 5 Hzh AL
=]

MoS; TEE MoSe, B WS, W WSe,oF 7S HERO thak TMD Zwjol thak o]de] A7t A ¢7] wjiol, &
dgo = 714 0] ¥ Te, Re 2 Tcol tZmAUo] = Aolsta vekst ddZ TMDE 712 AXedn.
T olax M-olA, C-olx = EHEgA AlEE zZkeE ddE 2D-MoS; Ui Zdola ] AMTFEES ydehdtr. 349

3o wzl 2D-TMD= AHzF = 2]F(trigonal prismatic, 2H) @ ZWA (octahedral, 1T) +F=2 EHFHAC. Ti,
Zr 2 HfE T-7-% TMDE FAsHeE wHd, V, Nb, Ta, Mo 2 W& H-7x% TNE FA3T(87] & 2).

¥ 2
Lattice constant
Materials Structure Cal. Exp. Cal.-Exp. (%)
TiSz2 1T 3.424 3.400 0.69
Zr3; 1T  3.666 3.661 0.13
HfS:2 1T  3.648 3.631 0.48
VS: 2H  3.197 3.221 -0.75

NbS2 2H  3.379 3.330 1.46
TaS: 2H  3.379 3.310 2.09
MoS;3 2H  3.219 3.160 1.87

WS; 2H  3.213 3.153 1.92
TiSe2 1T 3.561 3.540 0.58
ZrSe 1T 3.772 3.773 -0.03
HfSe2 1T  3.749 3.746 0.08
VSe: 2H  3.355 3.359 -0.10
NbSe; 2H  3.493 3.445 1.40
TaSe> 2H  3.504 3.436 1.98
MoSe> 2H  3.340 3.320 0.61
WSe; 2H  3.393 3.286 3.26

Li e #7] 88 3= Agel 98l T-MoS,7F H-MoS,©] ¥hel s T8 42 & A%, 49944 2934
o2 Qlel =dE& adetA e9kth. Lauritsen?t Lu 5& 270 EJEE AW (SIS MoS, H MoSe, W= &
M

—OM, = Mo-ell A9 4 welaL, AA7E S e Sert 50%% ¥ e wA
H 739 M=ol A= 7]l A @z upel o] Sof 50%el 3] T4H 74S AAlgtt. &
—OM% olx ol& % Ay Aol AR HA AT

C
oA s thre 20T HERSl g A2 Af AUA Holola@e = 1(b)-(o)el e A
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[0093]

[0094]

[0095]

[0096]

[0097]

SS50dl 10-2272188

o] RE 9UZF M= Pt (111D FEW (-0.09 eV)ell vl 4 F2 ouA7t ostn], AR #%ES HER ZFujel
vlgkz el A ekl Mo] Ta, Mo 2 Ti¢l MS, E&& &2 oUvx7F 2442 -0.04, 0.07 2 0.13 eV ¢l RS e
uj &

43 2D-TMD FHvfolt}. 2 2rge) Ak ofde] o] B AY Aok & dARG. dE =], Tsaigt
Xiao 2D-MoS,ollAl 0.5 ML A& 9l tieh M-oll#9] &2 oA 2+2} 0.06 2 0.07 eVebal HILskgict,

2. o]Z(heterogeneous) 2D-TMDS] E|Et2 Alo]Ed| A HER &A

2D-TMD =rfje] &4 -9l Mol Ao, Hghss F3 5 & K5 2
B8R Ao dFdrt. = (D)ol Yebd viel ko], DFT A4 E
Eold & X A ol¥AZE Pt (111) el wls] w5 of Ak, Hgkso] bW WAt
B A AAE 1Hds Uﬂ, HER iUH Aes Slel 2Adskd = dopd v v og. o] Sl A9
2% A, oledAe shehH , B2 2D-TMDO] ElEhsell 2ES A8 Fo] A=A, 2, o]
213t A 2] HER Fv] 429 Jxé*é% Astald 4= st

EERSEE I FENPAR

2 dyge M2 o2 2D-TMD B4
wak oy} Heas 24387] 9%
=M 2 /T FREWS/AAA ) tgk 2D-TMDe] o]F Aol that fhEH XS BeJFEr)h, o
250 MoS,/WSe, 2 TiS,/HfSe, = 7H2} 1 T/T 2=elth. 0.0625 ML He9le] Blgpol A G F2he] s
A AUAZS & 4o JERAJT. = 4004
vebd wpel el FA U= olF FEEA 2D-TMDY TR
A Eu) A2 S FFe] AEE e 24 5 Atk H-7 2] VS, NbS, H TaS= vl
F2 AUuAE GERAL, TiS,, ZrS, HES;, MoS; 2 WS, 54 olF3E(NS,) ol 71 <3t AF A&
ehdo), FE-tho]dzvo] = (MSe) = FLE XA TMDA] sl T4 o] &F8lE(MS) Rl A ofst 4 &2
YA Z eI, &2 So], NbSy/TiSel &2 74 A oA 0.177 Vol NbSey/TiS,e] 7% 0
olth. 2D-MSe,®] °oFgr A¥ FEE S (2.58)HT} Se (2.55)9] 7] SA4=IF W] "otk v B4, & ¥
QAo gk 2D-TMDS] E2 ouA = A A A TMD E-o 97Hsith. B3], NbS,/MoS,= Pt (111) Zv] (-0.09
eVBET £ 92k (AG = 0.215 eNE E4 o oFalAl FHETH. weba, NbS,/MoS,o] HER Fvl 4L Tis,,
ZrSy, HfS, Bt NoS,ol FHueh Ao of Zsrehie, NoS,o ed&d AAAZ A8 4 S5 88
4 9tk HbSes, ZrSe;, NbSe; # WSe,o) Thd AXAE AL&Fo2M NS0 EFHE sl dEd 5
Ak, =, NbSl A F4& YA FF ouAE 0.218 eVEFE FWE £ 9 rF(NbS/MoS, (0.215 eV)
NbS;/ZrSe; (=0.003 eV) HaL). o] 2D-TMDe] th3h HER £%§9] ZANM A4 Edo] Fod A& Frie

i

AE AEsA dAgg. =, @ed] 2D-TMDol Al XA A Y] EdS WATgoZN FHul 5o A ¥ 5
At
2 o A= NbSy/HfSe, 2 NbS,/ZrSe.7F 74 GXH(ZZF 0.001 2 -0.003 eV)oll digh 52 2= A oy

(e}
o
oA HER FHulol HAHAS s, Hgts Alo|EeA &gshel HERol Wish 7P Fast $H+= VS,
NbS; @ TaS,o} 28 V= TMDoltk. & 1(d)ell BEAE Hiel 2ol &3 NbS, ¥ TaS,= 247; 0.31 2 0.339] &
A2 A dUAS zkE=r), Liw) Badk =Fol A= NbS, 2 TaS,9 "2 Pt/C Zw¢} v]<=3 HER &4
HolAY A4 ¢ 53 F4& Hols Aoz Yt 7] =FdAs 7 M AR7E AR A &2
74 e A (e LUS)7F o2 AR o A S HolE olfF# AYIrt. 20 wt% Pt/C(0.11 V vs.
RHE) 9} WlnLE}e], H-TaS,= 30 mA cm—29] 5L AF{F oA & At (0.08 V)E YERHT. O = &

T, H-TaS,ol WA ASE Pr/Cel AN AAWE A @tk VE TD Svle] oy gaug By des
Wl we Y el 719 @ F Ark. AAA MDE A S FF U] F4e = 4o ek kg

£ olF B-TE % PR TR Dol UERTh bS, B TaSE B4 AQNE A §le)e)7] e,
8 A7) HujzA stk SujE/ AN FHeRA oF MDY AUd AAE He Heksg B4 Aol
2 ARgsHE wBA HER Sl S 8% 4 A7t F 5 Aok

e

5y

o

1w
2o ®

—

(M

T 5(a) ¥ (b= Z4ZF 3k 2D-TMD] HERo| Wik A} olvA] theloj13lg yepdtt. 2 olvx]= -0.003
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A 2.142 eVe] W] o HH g0 eV) O 2RE 2 HAE YehE TMDE HER EviEA HEelA &
EM Tﬂre *UH & woklE F&F F ATk, A& B, & FF duAE 2AYE HAE S A
o] &= < 9It}. HERel| tigh Ate=RE e dolguol2s EAFo=N, 4

A& oA Aol (ABm) o A8 43 Bl 98 7¢d & do2 K

Agatel AA(6.2 A)HC 2 Ui 27 AEE 2= MoS,E AZAL(9.5 A), DFT AALS Z3 dele] 2(-
0.201 eV)®tl AA SF3HAl (-0.052 oV) SaS Haettu 24t Ea, Fejo] 7oA, No| =3E 17
]

Aol o) AAHE FE FoQ NON-CONA 29 FHS AR A 2AHA A% Qs NlA NCE o]
s AL WAL, Fo FROE oF DMS/MiSed B4 AT Ash AE AolE = 5ol ek
o AAAZ AEE HiSe R olueh FAE £ 94t A4S Nosel Feldths A& welEdh. DT AL

32
rr
>
o

o

Al T gskelslr] $sll T = 298 K
< ¥ el digk AIMDE AT, F JHA BE 2D-TMD =29,

Nbsz/HfSezsﬂr WSes/WSer & AASATE. AIND AlEHolAS = 6(a) 2 (b)oll YEpd upel 2Fo] | NbS,/HfSe ol A &=

FAaUAE ALA o7 FAsHE WA WSeo/WSe ol M E FHEA F5S 1 = glon, o= DFT Aty <

2] ke,

3 2D-TWDs ¢} A4 HER Zv EA9 73

HZ, M-olA oll, C-ollA] &gk TMD FHwujellA HERS] &4 X =A AJHATE. & E°], Huang et al.&
2D-MoS,o] C-olA], & S-elA+= P- =HE] o5 A3 + UdSS "I 22y o)FF FAHLEA oF
2D-TMD9] A9, AAA =23 AAAN F5 #go] 7] el 7PgArE 7 o s &g sk of
A ervk. webA, oA oA 9] HER Fm &4 BestAl olalstar, 2D-TMDell A 33st 545 =
o E oA = 73 o] & W AWYA0.5 Mo v BH AW A(0.25

] nanoribbon-type 2D-TMD2] 7FgAlglel A &Adstd HERA] thst 2 A YA E AL, WHS E
A ARRE F drh. C-ollAlE S BB Seoll o3 FUHES AAEAG. IWEAE, - 2 T-7% TMDel= M-
A & C-ANA 7} 5 YA HERe tigk Fr] T8 =88 ALz E}E Aoz AAEATE. 0.25 Z 0.5 ML
o] = wu AvgA 9 A4S, 256 M) ME hE 2D-TMDell tid 4 F2o 3x I oy A7t M=ol A (= 8)
9D C-ofl A (X 9ol i TAEJT. T TMD Fuljol] #AIglo]l EHeksrmo) N-o| 2] D C-of A of A ﬁ@ii
Fahgith. ol3le & #9419 w9 (el &) A™E + . (No] F&+5 F2S o A3t} 6ol

Je AR 0N = DE (T e, E OE FEE A0S VNS, WS, Tas)dl 444 B0
G2 FEH RS FPANGE Aotk ® 87 99 FAE FelelF BAW % 10(a) 2 (b)o] viehd vhst
Wol, ¥ A AANA Fk FHE 02 A AUA(AG)S Fuhst AXA Abelel AF AUA Aol (AL,
DE AE AT QT a3/ F dololol el AG.S @ ARy 2 HUF AG.e] T A el
oA RAHAT. AT WAL AGIE ABgol €8] 2™ & A8S Uit F2 oAzl ess

AEq7F B 23

2—4
n

AE.q7F HERO thEt o] TMDS] =l &Adel whdh 4l X7k 4 = 5& olslishs Aol Fasirh. Hehxo

NE FAE 49 A7 BAAQOBE (% 5(c), B AYe PAIHETL HR e 2-TD] Fo) 54 o
Sol mAHoR A hsdrin AkRth, ol W4 HR 6l ALe 9% 47 Qo= gsd 5
9
% 1000 F AWLA0.25, 0.5 M) Aelel S 3 Af AUAE vehdth, ol F AwAsL 4 @
Ask 4w DAk om, FHE Sat 0.5 M) ¥ AvelAnct 0.25 e Re A o g
olehz AL melETh. HER Fvi] AFA, FPgANA S FAl AHI(H R ) FE FHo|
7 wARE geA FEEA @ £ Ak £ 10dE F ER A, F, Mol 2 cold Aele] i
|Enth

2 A oA o %{ { 1 et 7] B pavh dostHor (o4 AEE Mol 4] Ao
A HER Zwfje] 79, 2D-TDY] 4 F2 Af A= Pre] 459k el ool 7174

fol
%t
o
o
=
ol
iv
:10
B

ol
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[0103]

[0104]

[0105]

[0106]

[0107]

[0108]

of gt} AAlm, x4 olFA(HEA R ox)or s F2 oA A7 Aejrt 44 &

a

L

getos, ¥ oM T b4 GeAe 47 A5 AdT 5+ ok

Ho
-
[
ool
N
2
°
>
it
v
ul
=
rlr
e
=2
il

(D w2 AZF AdE ARgstel A (0 el 77t
»AedstaL,

(2) F ZF9 7R FA& T2 A7} 0 eVe] HAgolA A H oz Hojus w2 Mudith(ge
dom gAHor aga RAgHoR).

A AR DA oA Al= WS,/VS, Sufjolt),

T oA Qe ol Weol KT £48 o Aead FAHths A 72T G 5ol NS/NbSE
A A T ORE AsaHu
2 dhtel ol A Pr/cel w7

oA sk Col AN 77 0.44 B -0.44 Vel 42 FF oAz &
17%14%% gt F2 ouAt ok Mol AE Nos,e) WAUEES ma o

UEs ued.

2 2ol 7B 9% HER $HE 4 F2 o] &8 ¢ e THESIL st 4 FHA=Z A8 TaS,/HfSe,
olth(Hl gk (0.086 eV), C-oll%](0.03 eV) Z M-olA| (- 0.043 eV)). IHA%E EF3}a, o3| HetolA
NbSy/HfSes(0.001 eV)e} #e e 34 K5 zh= FHujol vjuste] A7) g8ty Hd$7F &4"e. weha], o]

F FEEA MDY F7 2HE T O e F0) 45 AT 4% 9

1
g

k1
N2
~

(b} 26 HSe;n:m‘:

7 i 25
25, (0.96) e
0.25-406 ve.04) M'edge NES, VS,

Reaction coordination

d
(C} 2.5 HSe 10d) HiSe; ( } 2.5 25 WE(247) WS, ]
10014 Jobs T 1 L Bl —
; d : J —
sl J82 = | o= St
—0.50 TesSe; {6.18) v K % 1.5] | zse:i1m i E
27 TS; {013) — —=" HS,[1.20)
4 A : WSs; (.07) e TiSe, (107
el PR gro) | s
= 0.00 'a;'i"::m 051 | zm0m
WS {-0.11) M Se (04
025 N rose: o17) s 004 ]| T4 a -
050 § e [95 0 _sdge ——' k ne (05 1 FUE)
06 VEL-054) ge s, 0.5108 ts 0ay TErrace .
Reaction coordination Reaction coordination
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TIT stacking
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Support material
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Gibbs free energy of hydrogen on the temrace Catalytic materials
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{a) Gibbs free energy at hydrogen 0.5 ML Catalytic materials
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