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Abstract

Two-dimensional transition metal dichalcogenides (TMDs) in particular molybdenum disulfide
(MoS;) and tungsten disulfide (WS;) have been attractive to many material scientists and engineers,
as they exhibit unique structures and physical properties, different from three-dimensional bulk
counterparts. As a result, two-dimensional TMDs are promising candidates for developing electronic
devices. Since alloying of MoS; and WS, to form layered Mo,W1S2 alloys is one of the methods
to efficiently fine-tune the properties of the materials to improve their performance as part of
electronic devices. This project aims at investigating how the electronic properties of layered Mo,WS2
alloys are influenced by the configuration of transition metal atoms (Mo and W) by performing
computational simulations based on density functional theory (DFT). The results showed that the
atomic configuration affects the total energy of the system on the order of 10 meV/f.u. resulting in
variation in the total energy of MoWuxS, monolayers for a given alloy composition. The
relationship between the total energy of the alloy system and the atomic configuration of the alloy
constituents can be interpreted by the effective cluster interactions, derived from the cluster
expansion method (CE). The simulations further reveal that MoMWuxS, monolayers are the
direct-bandgap semiconductors regardless of the alloy composition. The calculated bandgap varies
1.62 eV to 1.98 eV, depending not only on the concentration but also on the atomic configuration
of the alloy constituent’s effect on the order of 10"eV. Therefore, the atomic configuration of Mo
and W atoms is one of the key factors, which must be considered in studying the electronic
properties of layered MoWuxS, alloys at temperatures greater than 0 K, as each arrangement has

very different bandgap but with slightly different the formation energy.

Keyword: Atomic configuration, Layered alloys, Molybdenum disulfide, Tungsten disulfide
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1.1 anudunuazyamngdlalumsiaualasnis

1.1.1 audAmedidnnselindvasiandosiin

fagansdnldsuaruadladuedrannludimmssuikiuniufudnmsdaanmesinsitulddige
adausnlud 2004 [1] Hesnnlassaisduduendnuaiiasanaudifiunndsanudnaudd fogadu
armudausslunnssunniusylanieud nafisduresiuiitadeUinnsananuusssdudsansey
(A authmsuauazautinididnmseindfisuuadly iusu 2] Hemnddeilianaodfiume
uAmslinumsdidnvseinddediosnisarmnamu wluss Baveunazandinididnvseindfimunzauud
Fosflvurdn JanaesdiAdafldutisairsanudasundaungunsaldidnnsotndvnainarevianaon
FesEILIATIHLAN

dwiunsldnunsdidnmsedndudinsiivesitauaundanuivnzandudsddin wnusian
aealAudazviafiduaundanuiidinig degratu ni1flu 0 eV isnaglnuealusoululnsd (hBN)
4.7 ev Wavdtuladalus (MoS,) 1.6 eV uazvisawmuladalsd (WSy) 1.8 ev 1lusiu [3] 91nnns@inwineu
i dnsiaunfaguuuidlasmadontiinvesTanaesdiffiuandsiunuszneutudulassadned
Soniansieitilaswadedudon (Heterostructure) ma%’m‘%m%ﬂugﬂLmeﬁu (Stacking Sequence)
[4-6] v3ensUsuRmaNTRneTldtoulun LAz gamaiige (Extreme conditions) [7] Fadanasieaniia
MDAV lnduar oI UNGeL LLGiﬂﬁiJ%IUﬁWiENiNLLOUWéJNWuﬁLU}J'aQLLUU%th'mmmiﬁ?i@ﬁ’i’N
woundauuuUasild faududeusasanuauniiuintu saufelymnsldedeslusssumnd Saillg
aruniaulalunisuiuternuaundsndlasnisuaunelufuvdedoniniuanaesdfuuusaaes G
Fanaosddlungulavgnsuddulauvalaalud (TMDs) lisunmsBuduitaunsnieslosiulduasiinang
wafios [8-9] anunsausznoviuiulassaisanaesdiiuvusaassliuagilildanassiifndlaseasis
woundsnudasuudadllaniagiviunvsznoudu fauidelfinis@nwinuitannsadunsizi
Tnssadredanosmaniisuasliaverinauaundsnuasulutufusnsaiunisuas [3,8-11]

1.1.2 Fagaesiifvadlanzniuddulauvalanlud

langnsuddulauvalaialua (Transition Metal Dichalcogenides ; TMDs) Ana15Us¥naulkuy
MX, 1ile M fio samlanensuddu @wlvgegluny IVB-VIB) uay X Aosiguvalatau (S, Se 3o Te)
TMDs SlAseadnandnens i szmine M waz X Sadnfusieiustlaaudideusefududu sswinedu
ﬁa@jmﬁ’uﬁwmaLL’JuLm%maﬁ%nLfJuLma'auﬁ'] fiflasadrslaeialunuy trigonal prismatic (2H) w3e
octahedral (1T) SauansnafuiinisSeshvestuiideuiuiuazsuausuluniomhewad [12]

langnsuddulawvalaialua (TMDs) mmmmmﬂﬂﬂiﬂizﬂauﬁwaaﬁmLLazImqa%ﬁaﬁ
vianvaneyilvianssenevlungu TMDs Slassaauaundsnutagaudimadidnnsedndiivanvany
\wuAy TMDs anansaiiaud@nisdidnnsedndidulanalave Aslane wavauiu Iag TMDs 910 MoSs,
MoSes, MoTez, WS, WSe; waz WTe, idlassadrswuy 2H adoslusssuvifuaziuansislans
Tasaadrauanadaguil 1.1 Lﬁ'aamﬁﬂmu%umejmnﬂui’aqaaﬂﬁa Foriunundsnuiinsuasuuiasen
Fosnamaundsnusuulinsadutosinmaundsuiuunsikasiiaitosinmaungdsuiivanaiaiy
[4,6,12-13] %ammzLm'miﬁﬂmﬂimauﬁmﬂuimaa%’wi’a@;aaﬂﬁaLLUUﬁ@@@ﬂLﬁ@U%ﬂﬁﬂ“ﬁ@ﬂdN
LOUNGIUAINET



(a) (b)

(c)

a" b a b

g‘dﬁ 1.1 uandlATIAS MUY trigonal prismatic (2H) 983 MoS;, MoSe,, MoTez, WS,, WSe, hay WTe, WanaIw
19 lngozmaudnIunu Mo wie W Lagznaudinioiunu S, Se 5o Te (a) uansnulgiad (primitive unit cell) & 2
9ERBLANN Mo Wio W wae 4 92neu91n S, Se Wio Te (Bravais Lattice ; hexagonal) (b) wandlassadadioussmudieunu c
war (0 wandlpssadradlonosmuficunu a

dmiueuideiidondnv Tanaesdifveslanenauddulausalaalus (TMDs) anludufile
Falvld (MoS,) uagiaamiladalild (Ws,) osndutanaesdfsiihiifevesiuoundsnuunnsng
AuneauAIsadnyaelassas wniouiu Jauaniianisdives a Indlhesdiuuin Ussanu 3.15 A dwsu
HANELEIR [3,5,7] uavUsvana 3.18 A dmdutuassiia [6,13] )ﬁ’ﬂ,ﬁafmwiaﬂﬁzﬂauﬁ’uluﬂa%mamﬁ]u’;’aﬂ
dosliiuuudansyld lassasawesianaedii MoS; way WS, uandsissy

@ (b)
b
.
c @ .
a 4 b d b



JUN 1.2 uandlaseasnaluy hexagonal 89 MoS; Wag WS, Wuuiatuien lngagneudiniunu Mo vise W uag
DEADURLUADINU S (a) LAMIMUIEIYARUDY MOS, War WS, 31 1 9gmauain Mo %ie W wa 2 azmeauain S ( Bravais
Lattice ; hexagonal) (b) uanslassasrafioussmufidunu c wag (o) wandasadiadenomuiiannu a

1.1.3 N1599138992naU 1UASIFS 1 UUTUNEY

dloYagaesdiivedlansnsmuddulauvalawlud (TMDs) nluaudtladalsd (MosS,) wassisany
lagalua (WSy) Uizﬂauﬁuiuﬁa%ulﬁmLﬁufaqaaaﬁmwé’aaaa MoWiixS2 @1u15avinlailaseasna
aundsnuiUdsuuasly uenandnsdiuveansuanudnduithaulaiusdassnsdusisuuuuns
fni3seznouldvarnuansguuuy mnuizluuunsdaiearatuaransagniuunasuanengld
agls sUnUUNSTRSBIRYRaNAzdIHaRoTrULYRs Tanda Ak SaarRttls uardwanaaudRnig
dudnnsefindvioli viedmindwaudn dwwasniesiiisdladeisuiunaandnsdrurosnisaas
fregeianaealifiuuudaasy MoWuS: SlonaumesnsdReaTuLAT NI B0 neuLANAN Ty
uAnIAegy

(a) (b)

=

UM 1.3 uanslasaainavesianaelfnuusaney MoWxS, 8nT1diuveaniskan 2 wiiiu 0.5 lavesnaudiien
WU Mo aypaudiniiuunuy W wagezneudvdeawnu S (a) Megnguuuumsinifssezaeusuhuud 1 (b) Medrsguiuy
nsdnSesernugULULN 2

91n3UN 1.3 JanaesllAuuudansy MoWi.S, Weanaumigdnsdiufeiiuansaiinisdnises
aynaulAaINYaNg FULUUIINNTARUALILIEY Mo Way W Fafinsdilassaiadudn n1sdnuunguuuy
mMsdnseaznsAnwInaveINsInE e neNidnedasitawaundsudadududdglraunsavitune
ANTDIINIUAUNAIIUIINFURUUNITIASES s gULuuNsTnssfiasadufunuvesnisguniy
535U AMANTUITBYIINTHUATIENAT [14-15] danadrlanavesnisinsesesnouneaudinig
a & a ¢ Y & = < < ¢ A o 69 v
duidnnselindvasiaguuutunay MoWuxS; Betuasiluuszloviegeddenisinlussyndldauly
gunsaldidinnsedndliiuszdnsnmlafningunsaindeglutagiu

1.1.4 NM5E519UUUT1AD9VBITEUY

dwFunsfinuszuuvesiananiuzvesudaudrsndudedivuudiassdunsuidam eann
Futoulunsdundsdmaroszezinauasdadomminensiunsduim fesnduilymvssszuy
vangeymAdsiumnefimsuiaumsidiuusumena Wnasnndsusuaventinlaslussfuumann)
wazuenaniuud s udufediiimmaneufiame Suasvinensmenouiiunesfiduszavanings



iiefinmszuunnmmguiaiuglusunisinuainnismaass luvisssuuiunsfinunlaeisnis1é
wuudnaeagAeuImese1avlaieniuarUsendasunuuinnittumsdng Bnslduuuinassdiag
oufumesiaduiBnmsddydmivnumsianaazveuds nilduisnmsfianeududou Tuszansam
wagldsuniseansu (edaluualulae.1998) gnldlunisfnwiuasiaunssuutananugveatnaen
aawmiwﬁN'mmﬁa'mqwﬁﬁaﬁﬁfj’uuaamwwmLLu'u (Density Functional Theory : DFT) [16] 3ansiie
nstdrnumuuiuredidnaseuarinnsanauniaiisnuunisiiansandidnaseuusazeynia d1msu
Jwavdenznafluundaly

TanapslifLuUsaney MoWu1S: Lﬂuwuui’amamumaaLL%aLsziuﬁu wnRasaRnzdiannseu
2ausn (Mo 14 8yn1A W 14 8UN1A UAY S 6 BUNA) tufedl 26 symaluniambeieadiilodlsinauiu
Judaasy LLaummﬁuumeamuLﬂmamaammLLuuaaaaa AIDE1YU MNBWAdUUIN dxdx 1 VB
wadiAudl 48 exmou JeiBidnnseuriuensan 416 eynia Jsindudeddisnslduuudiasie
powRme ST udlaiFuueanumuuiy (OFT) Wefnwszuuil Ussnoufuendeiterdumnudiniug
vosnguamiulasiaiisdanss [17] WetielumsduunguuuunsinSesesaeuuazidenlosnmdusius
seisandAnlsannsassiuguiuumsinEssernen dmsueasBenaznanisuundaluwuiy

o [
1.2 InguseaeAvaslasanig
1. LieUSUAIYRII A UNSINUINNSHANY D IanaeliA WaURATladalna (MoS,) waevisanu
Iodaluia (WS,) \Julanaosfifuuutunan MoW.oS,
2. Wiefnwnavesdnsndiunisnanwarnsinsesesneunglutudeaudiniadidnnseindves
TAAWUUTURAN MOW(1:0S2

1.3 Uselawifianadnazlasu

o

1.3.1 Uszlevinanaidniag

1. viuyuasdanudlalunamandmeusy idndvesanuzveuds Handada
wagngufilenduneanuvuwiy (OFT)

2. Andusagimuvinwrlun1siauidds nsfinwiAuaiinigaues Msweulusunsy n1sld
A1 MILAUDTIIINMFUINTIANITAULD

1.3.2 Usslewilsiagau

1 anuanunsalunsuiuatesitaaundinuainnisnauvesianaedifluduatiladaliiuay
viaaeiladald vinlkldautiniadidnnsedndfmunzauiunsussgndldanuuagiaun
gunsalfiunnsnady

2. yrwimaresdniduwarnsiaidsezneumeluuroaniinididnmselndvosanuuy
Fuman MoW.S, Wefiuiuessanulussuuanusvoudwesansisithuuudy
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Nq6j)

2.1 ngeNendunaanURLILL [16]
2.1.1 Anuvuuiuvesdiannsou

nniyiinanluunneunthAedmiussuuifoymalusimnammena msldaunisvsofases
nntuufaunsdeeyiustoslussuuaudafiisidnasous uumnuiessidsuitordugusn (First-
principles methods) azdasluninensmanoufinnoiiiganng visunsszuuenaliamsasildiasly
Uagtu msUszandldmnumnuiuvedidnaseuiadunsandinUsumealuviodfissnnumuiwiy
yediannseuiiTufuiumasinty Feanmududouveszuuaainnsuidynilaensann auise
witamuazmilsitunduressyuuld

HY(F) = BY(7) (2.1)

Taevhlunuiilsidueduiliosurgoynmealuszuuiifirnudua wu sdnveswds fnnudelies
wazidunduszuu (Plane wave ; PW) aanaumsi 2.1 H Aedadiunisiefialailou £ Aewdaanu
Alanuuar U Foflsrdunduiituiuiumisesdidnaseusuenusareymelussuy dndandoauay
didnnseuitegluaniuzindazgnauiulessunazsmeglugUvesdndiiiey (Pseudopotential ; PP) 971
msvszanaiwaseiu-Tounleuwes (Born-Oppenheimer approximation) fid1wdssnuanngdau
watvesiundvauasndsnudndsenindauedeaduiilifutussuudidnasouuonanisilimiima
nusaliue dninsamuaziian

Valence electrons Valence electrons

Core electrons

Pseudopotential

Nucleus

a a = aa o v o <, I o ¢ a
EU‘W 2.1 LLﬁ@Nﬂ'ﬁlli‘]\‘iu'JLﬂaEJ?{LLa5E)Laﬂ@i@uVl@Qiuﬁﬂ']u%ﬂﬂ‘Uﬂi'JﬂJLUUI@E)E]ULL@SNa‘iﬂﬂia@@u@iﬂugﬂ‘ﬂ@ﬂﬂﬂ&]L'VIEJlI



msUszgndldmnumunuduresdidnaseususuaniufnsnuadonia
(2.2)

wavanuAlididnaseuldfidunsiterenu avdsumnumuuivredidnaseuluguvesilaiduniu

ngnesungluguveslaviu-vueelvia ¢, ladsaunis

)= > J6,7) 23

FIUTBIBLANATOUIINNITIANUMU BB IANATEUYNUSAREFalA AU
Bianmseuriamue

[ n(F)dr = N (2.4)

anurukiuvedidnaseuluszuuTaginnnsdeuneiuvesnnumnuiudidnaseuiiinan
wiarezmoy Faanusauszanaldananuuuiudidnaseuveuiarezaeu waztlugnismileidu
AU WANUYDITEUY LazauURaus) aeld

2.1.2 nquunlateudsnuazlaiu [18]

= o o = I |
domguijuniidfnuemguiileiduueanunuiuiy (OFT)

a &

1. UNUIYBIANNRUILUUYDIDIANATOU

a &

dmivaniugiungungigudesaduysal (0 K) am1saA1uInaunuILiuYes

U
v ¢ a

3idnnseuandndneuen (@ndaniundea) 1 esendndmeuentundsauniely
(nduIfLazdndsenInadidnnsen) Wudaszaniu waznduiuaiunsasuiaméng
AMEUBNINANIRUILLLTEIBIENRTeU TuReiiflasmunuIutueBiEnaseuLazAng
mauaﬂgﬂLL‘U‘ULﬁmLﬁwﬁuﬁaamﬂﬁaﬁﬁmmxﬁu uananil Ssannsofurnmndsy
eluainanuruwiuredidnaseuldauiu turhlausemilitundu ndsuves
YUV wazau TRy I¥nanuruuuveBiEnaseuiianiuyity

2. wawufidausit
NNaNNITLUTEU (Variational principle) Wﬁaﬂmﬁamusﬁuﬁawﬁamuﬁwﬁqﬂwh‘ﬁ'
WDululaveassuu AnunuIudueedidnasouanu1sauseuIMaINANLRUILLLYD
3idnaseuINuiazeneNiitownefiy LLazﬂ%’UmwwmLLﬁugiwé’muﬁﬂﬁqm?ﬁqﬁuﬁa
nEuEIUE ULz A LB AT uTiaa I uTues

En(7)| = B, [n(7)] + E,, [n(7)| > B (2.5)

gs

v

dlo B, fie nasumelu B, Ao waisdndniouen wag E Ao NAIUTIMNFDULNY



2.1.3 aun1staiu-¥1Y [19]

nngefuniaeudsnuazlaiu danuduiusvesilsiduueandanuiuanunuiwiudidnaseu
Juaunislasiu-11u (Kohn-Sham equations) fishdniiunisiedialadeuazvilindsnuegluzuvesey
wiuredianaseu seauns (uiilazfiansanlumheezaeuiioliaunismeusuegluzlatisie)

HKS = EKmm + UEI + UH + Ul-c = EKmm +U

W 2.6)

TAINIULINVDIAUNITN 2.6 Aondaaulauvaidianasaulussuunluisunsisenseninadiy

(Kinetic energy)

B ==V 27)

drundsnuraianuavesruduiussenindidnaseurz ey lunaundanuwaniUdsy
anduiiug

WA 2 vosaunIIT 2.6 Aendsudngnieuen (External enerey) W3o1191NSUATATEITENIN
3udnmseuuiuadea wavdl 3 Fendwudndensns (Hartree enerey) 1ansunsAsenszninedidnnsou
Fuauvuuiudidnnsouads (Mean field) Jadsldlvdunsitonseninsfuvesdidnaseuumfuiiion
wdnuiesandndgasutuvunamaninatadn waznatgavinefe ndsunaniudsuanduius
(Exchange-correlation energy) #afumsiuranismeouiuimunuasdunaiidulyminguedisns
il Hhtuiilaiuuearine mnuefigniautumdmiulssnundsnuuaneuandiniusi

Wierneanuiudiuaudilandsnusaniudsuanduiug nanldindundunuiifinaanainalu
vosBianaseu idnpseuidedumioutuazeglusedviadafunumdnnsfinfuveunadmnefniss
wswdnszeuddnnseuiialumiloutuasindeufinianniu (Exchange) dudidnaseufitalunsadnu
Auanunsasglusasdiaderdulamiiouiiusigaseninaduudnainusnaoudazndneanainiy
(Correlation) %aﬁﬂaawmﬂgm'ﬁzﬁﬁﬁaudwaﬁiammumLLu'uGum@Lﬁﬂmauiuwiaw%nm nsUsza
flafduueanumunuivd@miundiuwaniUdsuanduiusutioanidu 2 wuundnfe wuUATIIALLLY
el (Local density approximation ; LDA) [19] LaTRUURIA IR TS 0 13un T UUNa s
731U (Generalized gradient approximation ; GGA) [20] N15UsuMWUU LDA Uszuailaenisaus
wanunanasuanduiusfisiumiddag Savhiundnusanidsuanduiusivsvandidnnseunia
WEARIAIALNT

B2 ()] = [ 0@l (n()di 28

.:4' h =\ Y a v v ¢ a o oo | ° |
dle &' (n(7)) Aewdsnuuanidsuanduiusvedidnaseunianiaumnuiuasinane d

M3UszInaLUY GGA Wunsussanauiimwiniain LDA lnefinsiunisiiansauniiveuiusvesniny
VUMUUBIANATOUIE UARIAIENNTS

B [n(7)] = f ()% (n(7), V() 7t (2.9)

xc



A95ulasansHlEn15Us NI TULaANUNUILLUE NS U NaI uan A uaNAUW LS PBE
(Perdew,Burke, and Ernzerhof 1996) [21] Fduwuy GGA

s a

wasendisanunadlugunisii 2.6 Aendsnudndiiiniuasa (Effective potential) usiiiowad
gavnedinndunisusy mmmuuiunﬁmmmwaaﬁwuﬁﬂawqamwaum vgnsIsenindndiiiey

¥
o a

(Pseudopotential ; PP) tfuas Tnendsarlonuiiagldandsiunsndsnudndaunatiiae
@] = [ ¢ W, @e@)dr + [6 (U, FeE)dr + B [n(F)] @10
= [, n(F)dr + = ff;d Fdr’ + B [n(7)
=F, [n ]+E [n ] EZBE[nr]

grnuImasnunnnategluguilsituueannuvuiuiuresdidnaseusiinaridiediu

dmduaunisuseRssesanunsammdsnuldanailonudaunisi 2.1 waraunisrauiiau i
anuduussingiu (Normality) ilefiansanaunislasiu-vu Tdndnnsudsiu (Variational principle)
MefnnaINTes (Lagge multiplier ; A) amWiaﬁﬂﬁmmwé’wﬂugﬂﬂﬁqEJanmiﬂﬁlwnIiﬁmaﬂﬁ

H, ¢, (7) = £,6,(F) (2.11)

Inglaviu-yueelia ¢, luaunsi 2.11 uaggnnanisluudiluaunisi 2.3 Wufunuesnism

=5

n§usatvesdidnnseuluszuuilliisunsisensewinaiu
non 1 u * o\ 2 —
E " = —EZ@ (F)V 2. (7) (2.12)
=1

wazvhlidianasoufissuundsnudutug luszvunguiflsiduusaniunuiniy nilewdu
lardunduiiosunedidinaseuaeiniiussyegdwiedialunseiuiu lnsusavesiiadasedeiufiesead
anlUAn13¢9a1n (Orthogonality) drundsaueileinulaiu-vueediia e luaun1si 2.11 Aewdanu

Alanuvasazeainea

Turlindanusnesszuy TnseEdanaundaey (Band structure) WarAIUMLLUYDIEN UL
(Density of state ; DOS) iduraldifuvesdidnnsoulussuuiildisunsAsessninafud iy
wunuuvesdidnnseudenadasiudndmeusnvesssuuiigntusiy ldlindinueiwedidnaseuly
53UV weanunsaianlgesungautinneg vesszuuladennassiunantsnaassazlasuniseensu



2.1.4 NSTUIUNISHAFNNITIANRU-TIY [19]

faneullaunsiaiu-vuanansailidymvesssuuTananugveud@dididnaseunaeynia
agluguilsiduueamunuiuiureadidnaseunds neuazsunsTUIUNIsRAaNnsiaiu-91 doadile
Aeudmauiileviv-yueedia Anuvuwiuvedidnasou waslavu-nuedaladeufinuduiusiudail

6,(F) = n(7) — H, |n(F) (2.13)
2 |

Tneiemagnasvanedanunsomunndaiuandstountild FeniinsidiBnssadneudauny
Tas (Self-consistent field ; SCF) Tnsagldusznaufundnnisuusiu (Variational principle) fowdasudi
amuzﬁuﬁaaLﬁuwﬁﬂaﬂuﬁﬁﬂﬁqm LAZNITATUINNTNFULINUBIET (iterative diagonalization) @3U
nszurunsudaunislaiu-sm Kasud 2.2 SanszuauntstamunazgnaruandasTusuny Quantum
ESPRESSO (QF) wazluundaluazioniinissiasdassains luililassadronneiiumiesneuvie
loaauluUs)iaTauasNsAIANG U INYBITEUUINETIIENTT SCF auldndsnulasAuviuIwiy

goweiuvedlaseesdy Relax
YSunnlaseasna
AuIANgNgUBN s unavadlessu —
| aa a v
AMUNUILUUDLENATOU LSUAY
INVaAarlaauANLNGRULN Y
‘| SCF
YSuun -
> ANUIUANSNIVUATDITEUU

WAANNTS

FIBLUASNBLUINLED BONFIUYDY
seuUaNAleLNY wazlalnunnmas

Ao Fadlug oyl

WIgUAUNTANUIUNSIIU
ASINDUNTN

AWIULSITINTNSEYIviaYNaLnay

ASIVADUANUAD YT

iluAwnantRoug

JUT 2.2 uansnsnszuunsuiaunsiasiu-vu melusunsy Quantum ESPRESSO Mauuumuismdsnusau
Y9438V (SCF) UarrounagszuuLiienilasewsng (Relax)



auUAnluAIuIundeanlalasias19a1nnIsHauAaIesEUULAUBlATINTSHARAaLTRANS
Biinnseind wandluguvedlasiadisuaundnnulazaunuIwiuveanIuy Imﬂwammuu%mu%d

a &

aLaﬂmauwamuuwuwﬂmauaimLuﬂuiuaum‘m 2.6 au‘umu,aa mmiau’lmmmmimuwaqmuw

@ﬁ'U'lEJIUﬂiﬂuiJﬁ’JUﬂaUEUQGLLG]@SL’JHLG]EJW]@U k lansannis

(6, |Hes|o,) = E, (2.14)
2.1.5 wasnuAnaanuazduIugalulsgiidiundu

Taviu-ueedviavseilandunduluaunslaiu-nuignuineisnis SCF lnglusunsy QE dwsu
nAnvasuanzegluzuvemanmuuataAuszInU (Plane wave ; PW) Usenaufiungufjunvesuaen
(Bloch’s theorem) flsritumausiadlinaidulunuaunis

E(k)=Ek +G) (2.15)

We G fie nnwesvedlaswanluysnlidiundu (Reciprocal lattice vector) ansnsauandnuey
vosilaiduniulansaunis

-\ N i(k+G)
¢, ()= c,(k)e (2.16)
G
We c, (k) Ao duUszAvtUaMsaznal JsRedugnuiuwivesileandunaulunsyuiums SCF tuwas

TunsAnnasdtdudsainstvusveuundiuiueed G AagRansan Ganstesuunaivadaiu-1iee
J9a) Felenulnenaauanaai

< F (2.17)

— cut

2m

wardnnwreRaluUsQldmndu k fasfinnsan (wandwmnuleviu-ymesdia) dadu k dunm
(Brillouin zone sampling) Musz1deuisveupigeayi-wita (Monkhorst-pack method) [22]
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2.2 Wenduanudunusvasngudmsulasaiedaany [9, 17]

dmulasiadredansy (uiliiluaedid) Aofaniiisrnunnimisiaamnsaegludums
ienturadlasadieiy mssasdasaidaasssniufesadromhowadiiivunnlngielfaunsa
Usznouffudednmaiumudenisidlaesnsdudisdfoddmnowadfisivunalnguasusagdnsidm
%mmmﬁmﬁmL?&Jaawaﬂ@mmﬂwmsgﬂuwé’qnmﬂuumﬁ 1.1.3

miﬁwmm%'mﬁmSﬂmﬂgmmuﬁlﬂﬂﬂlﬁ ﬁﬂmmmﬂwa@mmﬁi’wmugﬂLLUUﬁLﬂulﬂlé’fmmeiaxﬁq
dnsulasansi Sunuguuuiiiululife 2 9ns1gluduitl (Mo) wagiisawnu (W) aufudusiuiu
wihiusiuueraeuiluluaunth (Mo) wievawu (W) 3slufiieziZensuinevnen M luniomiowad
SuuBmsinGesnuyndnidmnsnauasiandy 2V e N Aedwnuszaon M lunileniowad
U @SUMglEaaIuIn 2x2x1 {3UIUERoN M 4 agmo) AwiIoNIInEes 16 39 sedmsunuig
wadawn xdx1 @dwaueaen M 16 aznew) 9i38n58nTewnds 65,536 35 Fesunuitmsdaces
Ainantnnifuaudusse

Wesnnnisitassianaedifsemsasdalaudfinnuduauluaedia Snvimheigadves
MoWiixSz {Wulassadrauvunnivdendad sukuvaninasanis 3nsinsesfiuananiunalssiuuuide
firsanlumbhesgadwinsudioaduzvuuudsriudiefsandulasasianaeds

wildluAnsfazmiiuitnisdatesezneulifenisldilsiduanuduiusvesngudmiv
Tassasedanss (Cluster correlation function) Feilnaneaiin 19y wuug (Pairs) wuuana (Triplets) wag
37 Inelasanstiaglditerduauduiusuung (Pairs correlation function) wuaAniusnTINNIsaTION
nsnszanefavesormeuansniin SeReludufty (Mo) wagiitamu (W) S1uunnsisinaiindeaiuey
ey (Mo-Mo w3 W-W) 3ndumssiungu (Cluster) waznsiisiuiinssiusgsneiu (Mo-w) 311y
NsNaug19ilszLdyu (Order) F9AMUIAINUAAIIUATS (Assigning occupation variables ; AOV) 11
dmfusmieaounudie o (uitld AV 109 Mo 1 -1 uazwes Wy 1) Iduanm AOV vessnii
wiloufuazifu 1 (Clusten uagvossgisafuazidu -1 (Orden aunurAaing ey nsRarsan
anuduiusuuugazidunisiiansanesnouusazes () fuezneuusasfisoun fiszezviariniu () wde
vn i wagyn | lensfiansansevieiineginiuaziSeninanuduiuduuugdusiu 1 daludususud 2
way 3 mud1au wnududuiie o lainflsiduanuduiusuuugdmiuusdas suduidudsaunis

M O'ZO'j U.Uj

. ' 1 N M ;
£ (0)= Hgi ={>_ M :N;; M

j=1

(2.18)

Wle 7 = (0,,0,,0,,...) ABnneivenagu AoV ynaluldagdudu M Aeduiusyne |
Wnunsevonoy i luksazdusukas N Asd1uiuezaon i anualuniieiwad Ysuiudlalazdan
Aaws -1 89 1 1udinaiissuenaedudlelisuuuunisdunguisnsiuwingu susuunmsdnseadeiuag
fleh & (0) wiagdusiuansioaiu lngmsilenlng 1 vanefssguuiiuwalidusunguvielinauiu (Clusten)

wazdielng -1 vanefsszuuinuiliunauiu (Orden) uaggunuumsdnleaiisl £ () udazduduilu

(22 — 1)" Aesuuvumsinsedlasiadrnaiiouduuuuiivey (Special Quasirandom Structures ; SQS)

de 2 Aednsndiuniswanuay k Aediwiugluuunisdugnislunmiiewad (Site) FeAogunuunis
Jaseeivirlianunsaviidumbewadualinaiioufsinsnan UL uuguausssuwils lngenvded
vunehwaaniugluserunisdsldlafnululasenisi
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2.2.1 FFNTAUIUNGNUVBINIAAIINNTVEIBUUUNGY

wianuvaInsiinferasisvemdinuseniguuuulassaisdanssuaslaswansiilivsenaudy
\usdaaes dmsuszuuiigamgdl 0 K udr msfindsnyveansifadianduninmneidesaisdaasslyl
wiesuavlunansaiudrumnianduaununefilasaiidaasssina i Auaies ndwuwednisiia
ﬁm%uiﬂiaa%ﬁaqLLUU%umazu Mo WS, @11150A1W0bANaUNNS

= E(Mo W, S,)—zE(MoS,) — (1 — z)E(WS,) (2.19)

formation
W3alain ndsusmvessruulasaidansssuwuulag amnsamuinleann

E(Mo W, ,5,)=E (z)+E (2.20)

formation

z)

o B (z) Aowdenusumedassaisiimedduudazdnsidiua uor F ABNRIUN

formation

Juegiivguwuuvaimsusenauiiu

aNa

nsfiflsiduanuduiusvesngu € (o) amnsaldduungluvunisdntosld Faiisnsduim

NFIUYBINTAAINATTVEBLUUNGH (Cluster expansion ; CE) lngldnasiuveawanmsyninailanduy
amditusvesngu £ (o) Mududsyavdvesnnuduiusvesngulundazdudu o uanadisannis

CE =\ -
Efm'matwn (U) - Z mﬂvﬂgﬂ' (0) (221)

«
idlo m, Fednuiuaninsvesngs (multiplicity) uag V. Aeduussinsvesanuduiusvesngaly

usiazounyu « (Effective cluster interaction ; ECI)

nIEmstviliaansoAnundinuresnmainldmnaniuilsdiduanuduiusvengu € (o)

PuuaNNInTveIngl m uazdulsedns V. asdves (0)uag m annsoAnnaldlagnsain

a

sUuvumsiniteseznouvedlaseaing daunsmaduseans V, Suludedddeyannuduiussening

veandanunaiinduiliduanudiniusvesndgu £ (o) erananlidisnsiilunmsinneuuiliuan

v
=< o o ¥

ToYaNSIUYBINITAALAZANNANNFNRUSVRINAY FaauuiudTuiuTILIUTaYALaETIUIUTUAY
YIANUFUNUTVDINGUNNINTAN
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o
Unn 3
AUN1SANIUNITANEI

3.1 HUNTSAN®EN

1. Anwiitugiuvestagaesiii Tavensuddulauvalamlud (TMDs) InetaneTududtduladalng
(MoS,) wazviawmuladalua (WSy)
1.1. Anwilassadrenuuundnanifuasuuuiulugeda
1.2. @nwandimedidnvseiinduasnisuszgnaldnu
2. AnwiMsasiuwuudnaesianaedifnieiznismneuines
2.1. Anwmgufilenduneanumvuiwiu (OFT)
2.2. AnwnsTalusunsy (QE, CASTEP, VESTA) 11an1stfsu nseunns wasn1sinsvyina
2.3, Ainwdouluwazilsiduneadiunzaufussuy
3. ‘vnﬁ'auvlfumsﬁwaanﬁmmgamﬁ’viswmﬂﬁi’wami’a@aanﬁ@ﬁﬁu’ulﬁ
uagviedmuladalia (WS,
3.1. nemiiglwadnndeyauaniisnisilinesuaziuniesney
3.2, UuAdeuly ndsudveevivesilafduniu (ecutwic) nasnuivesnvesnnunuIwiy
Uszauazng (ecutrho) S1unugelutigiiaiundu (k-point) wanfiswisiimes ¢ Mvsnzay
fuszuutiieliuuusaesdiussans nmmunzansunaasnnensaeuiames
4. $raesiandesdiffintuiavedduituladalig (Mos) uasisawmiledalns ws,)
4.1. NeunmEkuUIIReY UTuAaniignisfinesuaziuisorney Ivssuugididauna
4.2. MUIAUIATIESLOUNSN Y TOIINUAUNSNIY UaEAMURUILULTDIE WY
4.3, Wisuiflsunanisiunaiunuitudulasuanisnaaes
5. AnwINMsasiuwuunaesssuurnnvg d@vsunisiaesianaelfoancy
5.1. Anwin1sinaeamigadvunnle
5.2. Fnwilsitumnuduiuvesngudmivlasaiisdaaes ioduunanuLaniwesng
Insesorneudmsulasiaidansy
6. ﬁi’ﬂaaﬁaﬂaaaﬁaé’aaaaﬁa%mﬁmé’mwdm1 Wiy 0.5
6.1. S1RDIMUIBTARTNINEIU T WA 0.5 U1 2x2x1 way Gxadx1 anvisasisuduly
f0 3.1 nemsendoulutuieatude 3.2 namsdaFesidullly
6.2. HauAABKULIIRRY USuAuanfigmnfiwesuagiunitoznen svuugiingauns
6.3. ATUIAULASIASIUAUNANIY BDIINUAUNAITULAZAURUILUUVDIEN UL
6.4. AAT1¥ANAVEINITTATI RTINS I UR oMU DELEAE TATIAS1IMAUNS U T09379
LOUNSI LAY AUAUILUUYDIFN UL
7. ai’waaﬁaqaaaﬁﬁé“aaaaﬁa%maEné“mqa'au 1 ue
7.1. ﬁﬂaaammm%aéﬁmwdau?ﬂuﬂ (0.25, 0.75 Laruenmilonnituiusreznandily) veavad
UM 2x2x1 Ay dxdx1 nnhswadsudulude 3.1 Tnedideuluguiotiude 3.2
ynmsdaFeaidululs
7.2. dipupaneuuuInaes UsuAuanfigmniiwmesuagsiunisezaen issuugiingauns
7.3, AMUIUIATIATILOUNS Y F9IUAUNAINUY LAaZAMUNUILLLYDIE U
7.4, W3 UBUNANSA NS E MRS IEIUNISHALLAZ TS BB AoLTiLANAI Iy

grvaslauAtuladalin(VoS,)
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8. AT ITIHALALYDNUTIINAVDIANUFUNUTNIVUANLABDLATIAS 1 UOUNSIINY, TBIITLOUNAIL,
ANILULYDsan Uz kazanTRnBdnvsedndiudsuudadlusaudensihludssgndldau

9. Weuguiausngnunsinm

3.2 WHUSTEZLIANNANED

ANSALELIIY

W.A.2562

W.A.2563

f.A.

da.m.

n.8.

#.0.

NW.4.

5.A.

..

..

1. Anvflugiuresiandes
19 melanglududale
Falna (MoS,) wavyisany
Iadalns (WSy)

v

2.AnwIn1sasna
WUUIIABIIAnAREiRA Y
ABURILMDT

3. ymaulanisinani
MNEAUAUTEUY

4. aevianaelRNIty
wenvadaauAtuladalia
wavvsasuladalng

v

5.fnwin1sadieszuuunng

Tuguaz HeAtunudnnus
vosngudmiulasiasieda

any

6.910897@AAD LR
DAARYRITULREIDATIEIU
0.5

A

A 4

7.910097@0d0R
DAARYRITULREIDATIEIU
U

\ 4

8. IAsziareduena
YIRS R v
sdnsthluussendly
U

\ 4

9. FguuiauTIga
Msfny

A

\4
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o
Unn 4
NALAZNUIIINANISANEI

4.1 n1saneluauauulagalig (MoS,) waznsdnulagalng (WS,) wuuRITuLfen

4.1.1 Waulun1591809 MU aNNUSSUY

aa v

N1331aeesEULvedianaeilifidaney mamumumnmimmaulmﬁmmxauﬁmwwmi’aaaaaﬁa
ﬁgnamﬂauﬂivﬂaurmmuaaaaﬂLLan\‘i’lamivwmaanﬂau Tnssadasuusnliflassadweduduiiule
Falus (MoS,) wazisatauladala (WS) Ly trigonal prismatic (2H) nanaudfannivled
https //www.materialsproject.org Mnnuans it urdeniilumhogad (primitive unit cell) wag
Wunanfiennsifives ¢ sududesiitelszersyninduannninssovueusiuiumedinad (svosd

i@y sfesrarinesEnItunNsTsuYIAvedlassasawdnaulin) Javiduiiussezinadu 4 whwessses
YOI ITIUADIMAE Fuamsaeyulilifsunsiserseninstunazieidulassadsuuuintuiden
w3 lanae iR wanaagui 4.1

(a) (b)

gﬂﬁ 4.1 wanamsadrembeiead (primitive unit cell) v93 MoS; way WS, uuufinduidien Tasogmeudinunu
Mo %o W uazeznaudindeny S (@) Wisuisuruavesihomad (primitive unit cel) anlassadisuuundnanufind
ansuudumdenieiulumieiead (@he) furuiamiiewwad (primitive unit cell) wuuRatuiies (¥37) (b) Wisuifleu
svezieTTniciuredtasEwuUREna iR 2H @he) fulasaiauuintuiion (1) Fadsvezietualiiisunsien
sywinetuiu

illalassasnasuiuasniiesaa (primitive unit cell) TuduRtulagala (MoS,) wazvisaimnu
Iadalug (WS,) uansiansei 4.1
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P97 4.1 wanslassassudaead (primitive unit cell) Buduwes MoS; kaz WS, WUURITAE?

uaniigw1518LAa3HUU hexagonal
a =3.19036 A c =29.75801 A
519 Aunusaznau
MoS;
Mo 0.333333 0.666667 0.125000
S1 0.666667 0.333333 0.072413
S2 0.666667 0.333333 0.177587
wanfigw1s3imesuy hexagonal
a=313924 A c = 28.40480 A
519 Aunusaznau
WS,
W 0.333333 0.666667 0.125000
S1 0.666667 0.333333 0.069621
S2 0.666667 0.333333 0.180380

a$ruuusiassnlassadrsluduitiladalid (Mos,) uasiamuladalid (WS,) wuuiadaudien
¢elUsunsu Quantum ESPRESSO (QE) desuanilagldnguiilsdduneaninumuiuiu (OFT) uagdnd
gy LLUUé’amwaM (Ultrasoft Pseudo Potential ; USPP) wazilerduuoauuu PBE dsluifdsdwanin
LmLL’JumaimaaLuaamﬂmauaﬂﬂmmm dlawsutuiusglarauddviunisimuamdanusy
melutu Ausamdsnusuestuuiemihewed (formula unit ; f.u) ferTliuanmadnsamasnuile
YORANAINVDINGIUIINNTAIWI (conv_thr) Atiesnindusu 10° Ry/f.u. w3e 10 meV/f.u. sy
mymdeulunissassiiuunzautuszuulann ndsudvesnaesilsiduniu (ecutwfc) wdanudnae
Y94ANUMUILLUTEAUAEANS (ecutrho) F1uuaaluU3YTidUNGU (k-point) uazAuARTIENISITNDT C

4.1.1.1 wasuAnasn

wiuseendutoulvddyigalunsiunlaslinguiflsiduueaniumuiuiu (OFT) v
TUsunsu QE duveuwmnisiarsananuazidoavesmadundnanluund 2.1.5 Tnefindanudv
oo vasilaridundu (ecutwfo) luveuwansinsavewaidwiuilsidundu uagndsnudnooiues
AnuvwLdulszquazdng (ecutrho) iWureulanisiiansanveswaddmiuilsidudndiion Tnonisly
wﬁ”&mué’waaV\Igwﬂﬁmaé’wéﬁuajusﬁwmﬁu (uvauivavesmsaaulagldnguifleiduneaning
muuui) wisndudedldszoriatuagninensnseeuinnoiiiganndunulude Susiinandis
uneadesunaluszuuiingegisszuilasiaiauuusanes

BUHUNSAUINE MU INTBIsT UL o T sad ve slnsUSundsuivesnuasuuusas g
mnlassadsluduitilladaluls (MosS,) uasitsamuladald (Ws,) wuufntuiion Tneuundsnudnesy
vaailerifunau (ecutwic) faust 5 Ry &1 80 Ry Wlommilwunzaufussuu nandsudildannsmuan
uaAnafaguR 4.2
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U 4.2 Lanan15ginveandsnusiu (Ry) ¥0958UU MoS; uag WS, Wuuiatusien Ingusundsnudveanves

-

Handunau (ecutwfc) Aaus 5 Ry 9 80 Ry (syaztianlunisAmulraiiindudseana 12 wdmsu MoS, uayussuna 100

o

WINENSU WS,)

PNHANITUSUAINAINUANDENVBININTUARAY (ecutwfc) T v @uAUSEUUNUIIAIMNNTEL
A A o o 'z A a0 & | & v | o |
f9 65 Ry lnglilonassuAneonvasilanduaauiia1fas 65 Ry HuAuly nanandeusINYeIsyuUse
mhgwaataUasuslaaioenindunu 102 eV/fu. sstudmsunmsauiamdiniagldamdanusnean
vesilaridundu (ecutwfc) 1u 65 Ry

fRUUSTUNSIUAN N YBIAUNLILLNUSERaANE (ecutrho) Faus 260 Ry §19 780 Ry (4 i
89 12 Wihwes ecutwlc) tlemafmunzaufussuy Ineneunthiamdsnudmosnsesanumuiuy
Uszquazdng (ecutrho) gl 4 hassmdsnudvoovositsduniu (ecutwic) wazgnusuaily
NSouny wawﬁqmuﬁlﬁmﬂmiﬁm’sml,l,amaé’agﬂﬁ a3
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JUN 4.3 uanen15gid1veamasausIu (Ry) ¥e958UU MoS; Uag WS, Wuuiatuden ngusundanuanesnivaining
wwuuUszuasAng (ecutrho) Aaus 260 Ry £ 780 Ry (szawtianlunsmuinsiuiudseunns 3 widmsu MoS, uae
Uszana 4 whidwdu WSy

INHaN1sUSUNG I uANaaNvaInNnIkiuYSEURasAng (ecutrho) munzauiussuunuin
Afimianzaude 520 Ry 3o 8 whvemdanuinesnvesileidundu (ecutwo) Tnalondsnuivesnves
AITULLLUTEUadng (ecutrho) Sedaud 520 Ry Wuuly masandiusnressEURemiae
wallaAsuuasiosnindusu 10° ev/fu. frfudmiunsduamdnniagldendsnudmostives
Aunukdulszuasdng (ecutrho) L 520 Ry

4.1.1.2 I luligidiundu

wsfinesidAyddudaunfosiuiugaluuigiidiundu (kpoint) Feiinasensiuinmdsiy

v
@ a a

YBITTUY LﬂuqmmLmu’LumimmmLmumsaumﬂ%’aﬁqﬁqﬂsgm’auné’u NANIIAIUINALLATILLUEININ
%uﬁa’l%ﬁmmwﬁmﬂﬁﬁu é’m%’muuui’amﬁa%wﬁm SULLUUﬁI%ﬁa nk x nk x 1 AULUILAUTsasly
ﬂinumuﬂau Imaﬂawmummmwaamusqmaﬁ LUUME nk = 9 waznIzatLUUaNLInsTadua
wumu msqummum‘luﬂsmmuﬂau (k-point) RﬂLﬂumaﬂﬂﬁuﬂuL’Ja’]LLau‘Vﬁ‘WEJ’]ﬂi‘V]’NﬂalJW’JLWJi‘V]ﬁﬂ
mﬂsuumuiﬂma Msmafivnzaufuszuuadudesndu nadmdsnunuvesssuurenteniead
Weufundenusinvesssuuseniiomhomadian (nk = 9) TneU$u nk daus 5 89 15 Hauunszany

ausnasuazlianing (shift) uansfsgui 4.4
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JUN 4.4 ULanINTGnNVRINGIUTIU (Ry) UDIT8UU MoS; Waw WS, wuuiaduden Insusudnnugaludigiiaiu
N&U (k-point) nk x nk x 1 Aawa nk t¥u 5 G 15 (szegarlunsiuranin@ulszann 9 Widmsu MoS, wazUsyana
13 whdmiu WSy)

NnransUTumduaugaluliafidiundu (k-point) Wvsnzaufuszuunuindizaude
nk = 6 wuunszgldauas shift) Taodeust nk Sevhidusuly nasmdnunuvesssuusoming
waadidtiesniuduviosudu 10° ev/fu fedudmumssuamdsaniagldsuougeluligidm
nau (k-point) U 6 x 6 x 1 wuunszawldananng (shift)
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4.1.1.3 AAANINITIANDBS C

gavhendsanldrmdanuimooiuazdruiugaluligiidunduiimnzauiussuuudn dwmiuns
$raossruulassauuuinduievie fanaedin auaniisnisines c iurdfiFegnaivivioglu
svoviaiilifidunsisonseninadusnanludentiusnvesun lnsneunihiauanfisnsiined c 919
ynsiuausdu ﬁﬂﬁé’aﬂ%waznmLLaw%’WmmmmauﬁaLmﬂumiﬁ’lmmﬁqﬁmmLﬁ‘uaﬁ”nﬁu
WUy Fudsmsusuauaniionisfitned ¢ anasainatlumsned 4.1 demandivunzay Fums
avmanluuny c foaudsuwlasainlunised 4.1 1°LJL‘mﬂumuﬂa“usumamﬂmumiLﬂaauLLiJawaaLLam
AYW1513mes ¢ Lwammmwaymwamammmu) NANITAIUIUNARTINANIUTINYDITE 'U‘UG]@‘WIN
whowadiiisufundsnusinvesssuudenimihswadiiy TnsUsuAaniionsfives c daus 30 A
WA 6 A wanssiagui 4.5

U 4.5 uanansgiitvesndanusan (Ry) 1995500 MoS, wae WS, uuuindudien Tasusumuaniisnsiines c
Aaws 30 A g 6 A (szeziianlunisiunuanasuseana 1/5 widmiu MoS, uazUssanandudmiu Ws,)
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NNANSUSUAIAILAATRINITWeS ¢ TiuunzauiussuunuINANmLNgaLdAe c = 14 A laeidle

c fendaus 14 A Jufuly nasam@nusiuvesssuusomihewadiadesniduiu 107 ev/f.u Seldan
WEIUTWVRIsEUUA oM wadvasTuauA T lada g (MoS,) wazsisamuladalils (WS, wuuiady
Wenaudu Wewinmsvdsuulasialusumisiivhninanfoddy wisseznaildlunsimuiaanas
Useana 1/5 whannidy setudmsunisaunamssantayldaauanfionisimed c Wy 14 A

asunismideulunsaesfivuisauiussuunanised 4.2 uasliouanfignnsfwes c Wasudu
14 A dunseaenlumhewadluduiduladald (MoS,) wagisamuladalud (WSy) wuuiatuidedds

Wasuwlashl wansnannsnai 4.3

NN 4.2 uanadaulunuvangaueansinaessyuu MoS, , WS, wag Mo, W(i0S, wuuRadudes

agumanRauluiimnzauvassTuy

wAnes Afisnzau
W rufnoervosilasTuRaY (ecutwlc) 65 Ry
WALUANEENYDIANUMIMINUSERLAEANY (ecutrho) 520 Ry
uIngaluUTlidundu (k-point) 6
wanfiensiwes 14 A

M3 4.3 wanslassadraaeigad (primitive unit cell) nasnsmtoulumsdiassiitvunzaniussuuras MoS, was

WS, WUURITUAYY

wanfign1sIALABIUUU hexagonal
a = 3.19036 A ¢ = 14.00000 A
519) AUz nau
MOSZ
Mo 0.333333 0.666667 0.265697
S1 0.666667 0.333333 0.153919
S2 0.666667 0.333333 0.377474
uaniigw1518LmasHUU hexagonal
a=3.13924 A ¢ = 14.00000 A
5161 AUz nau
WS, <
W 0.333333 0.666667 0.253614
S1 0.666667 0.333333 0.141254
S2 0.666667 0.333333 0.365975
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4.1.2 wansaraeauduftulagalg (MoSy) uasiisdaulagalia (WSy) wuuRtuden

4.1.2.1 15985 191LaNAIUTINADNULL LA VBITZUY

nideulafivuzauvenissiaessruudwnsed 4.2 uaslassadromineiad (primitive unit cel)
289 MoS; wag WS, Wuuiatuiiendan1snadl 4.3 dnduthunsiassszuusiang s1aeddaseadianiiy
N3EUINTNBUARIBLUUSIABY (variable-cell optimization ; vc-relax) sfoUsuauanfiensfives a
wazsiumisezsealiiszuugingsumiaiaiios (wanfiennsfives ¢, o, Suaz v Al ie3nwilassaing
WUV hexagonal) Taglinadnsamdsauainuissaunisusuamisfines (step) iilodoRanainves
WAIUIINATAIWIA (conv_thr) SiAesnindusdiu 10° Ry/fu. Wsesusu 10° meV/fu. uazlinadns
aavheiflauuruusemiinsgyiveynesaeuiosnindusu 10° Ry/A vie 10 meV/A Tassadiandsns

NOUAANYLUUINADILARNININITIN 4.4

P3N 4.4 uandlassasimtiswad (primitive unit cell) MAINMINOUABIBLUUTIADITZULTDI MOS; Uay WS, WUURL

v
o

FUden
uanfigw1518Lmasuy hexagonal
a=3.18465 A ¢ = 14.00000 A
5190 ANLiU9aTnaY
MOSz
Mo 0.333926 0.667853 0.265697
S1 0.666667 0.333333 0.153985
S2 0.666667 0.333333 0.377410
uanfigw1518LeasUy hexagonal
a=31713%6 A ¢ = 14.00000 A
516 AUz nau
WS, <
W 0.333333 0.666667 0.265694
S1 0.666667 0.333333 0.152920
S2 0.666667 0.333333 0.378475

NAANSIATIES19vRISEUUMN AR AW UUIawasluauATNladalie (MoS,) wasisamuladalna
(WS,) wuviaduien dvsuihludnwautinididnnsedndsal anunsalSeuiiieunalasiaineainnis

° = @ av A Y A
1ADIANYUNUINUIIYDULLAAININITINN 4.5

22




ANTIN 4.5 WIsuiigunalasedsnawed MoS, way WS, MUURITURe? annnsinaesfisuiuaisedu

TAseadne 58 (A) s NARedY
a 2.18 3.18 [6], 3.18 [13], 3.18 [15], 3.197 [23]
MoS; dvio-s 2.41 2.41[13]
dss 3.13 3.13 [6], 3.134 [23]
a 3.17 3.18 [6], 3.18 [13], 3.18 [15], 3.193 [23]
WS, dw-s 2.42 2.42 [13]
dss 3.16 3.14 [6], 3.150 [23]

dss
a
b +—>
L a
dws
dss
a
b +—>

JUT 4.6 wanesrazvadlaTIasnaves MoS; wag WS, WuuRatuden UssneunsiSeuiisunalumsnd 4.5 lnenseu
wuuszRentamiiewad egneudileiuny Mo sxreudinRuuny W waresnaudivieaun S
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4.1.2.2 1AS9a519UOUNAIULAZYDIINUAUNA Y

dlolelassadawesszuundenisieunasuuusiassvasludviculadalus (Mos,) waziisanula
Falvlss (WS, uuuRaduiennda danthlassadiasnanunfuinlasa o undeuLay AumILLY
yesanuy (00S) Insarfiansanluuigidrundunuduneifaunnnsgalu first Brillouin zone aosiif
91A59a319UUY hexagonal (G-M-K-G path) [25] uansisguil 4.7

(a)

JUN 4.7 wansmsilSeuiivugauaniigvedlassairauvunnivisdluaesdlifisening (a) Jouaniigluyingliese uay
(b) Iauaniteluuiglidundulasnelugunnvaesdintuae first Brillouin zone fign G 71 (0,0,00 M 7 (0,1/2,0) wag K
1 (-1/3,2/3,0) (vunseninegy a way b lilidasdnignieafissuauansiianidliiugusauuunnivdsayinti)

NANITATUIUIASIAS 1A UNSIUBAL AU AU ULV DIda U vaslauATLladalna (MoS,) way
Viaasndladalvid (WS, WUk tude L uanddsgun 4.8 uag 4.9

JUT 4.8 uandlassadauaundsnuiazaamvkiuvesanurvedaufiuladalild (MoS) wuuiatude go9319
WOUNEIUTIAT 1.68 eV 7137 KK
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JUN 4.9 uandlAseasuauNdIuLazAITUIINTesda Uz T amUladalng (WSy) wuuiiduiiedtesing
WOUNEIUTAT 1.96 eV 719m KK

ansaSeuiisuaundanusenitesiduitiledalng (oS uasvisawuladalng (WS, wuu
HUAEARIgUN 4.10 UaglUSHULTIE UNATDI WA UNE I UBUA U WITEDULAAIRINNT 19N 4.6

CBM
CBM

VBM
VBM
MoS; WS,

FUN 4.10 UARINTINLUILOUNT U MoS, Uae WS, WUuitudes 1nguusssninunuulasdosinemieyngedn
YoaULIALT (Valence Band Maximum ; VBM) uazanmanuasuaupausndu (Conduction Band Minimum ; CBM)

NN 4.6 LWSHUTEUNATINMLaUNSINUTBY MOS, Wag WS, WUURITUAL 9nmMsinaeaiisuiuniidedu

YBITNAUNEIU (eV)
1A39a319 Y NuATedu
UL .
HUUIIADY A15NAABY
1.6 [3.a], 1.7 1.62 [6], 1.85 [3.b], 1.82[10.a],
MoS, L68 [3.a] (5], (6] [3.b] [10.a]
1.7 [8], 1.68 [15], 1.88 [24] 1.98 [10.b]
1.8 [3.a], 2.0 1.82 [6], 1.99 [3.b], 1.99[10.a],
WS, 196 [3.a], (5], (6] [3.b] [10.a]
1.8 [8], 1.83 [15], 2.03[24] 2.36 [10.b]
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4.2 MIANFULUUMIBaRd MU @S TERUUUTURNE

wdnmsmiteulafivnzauvesnssiasssyuui e 4.2 uazsraesluduituladals (MoS,)
wazaanuladalils (Ws,) wuuindudeludoumiug ludwdrBudunsiassssuuuuudaassvie
FanUUUTUNEN MoW(r.0S; 18091871 7 Wiy 0.5 iilefnwinmssiaesiemieiwaduualvgdmiums
ﬁi’waaﬁaamu%uwﬂu MoWir.4S; nsnaudusiely

4.2.1 MIADITARUUUTURENAIBMIBLBAAVUIA TR

n3d1ansszuvLUanessndufesadromiisieadifivuialugTuiondt “glives
waa” (Supercell) dmTudnsidiu 2 wiriu 0.5 desdnaedlassaiumeguivasigaduuin 2nx2nx1 i
Mnlassaambewadian (3o n Wudwuduun) Taeidenlilassaiauaziunsesnouanlassaing
Tududtiladald (MoS,) dwiulasaaireguivefiwadild duvdeiiduluduihldidudumisves
Tudvatuuagsieanu (M) wazdunisiiudamlesozaniu 1 azldlassairsguiesivaddmivdrans

TLUULUUSARBY Mo,W(iS, Wanaisgud 4.11
(a) (b)

UM 4.11 uansguivasigaddmiudnaesssuuuuudansy MoWiS; Inenseuldulssfendmiieivadiau
aymeNAN WL M (Mo Wi W) uagegmoudivieaunu X (S) (a) guiesiwaduunn 2x2x1 (b) guiledigaduuin dxax1

MnMIRILMIEMsinisssezneuaueaiidululivesszuuuuUSanny Moo sWosS, guiles
waduum 2x2x1 nuiniesneanudumuiazaunmsuuunnmdsilinsUuuumsiaiEeaniely
wielad (6 3UnuY) Wusuidsrrudlenanaidulassandnluassiid Sed1aedeaeliluduituuas
viaanu sg1sazansozmenagiiumdadly (Auiumdsnusmesssuusemieiadldiviiiu) fegs
gUBSIwaduIA 2x2x 1 YB3 MoosWosS, Uansiaguil 4.12

b

P

JUN 4.12 uansguiesigaduunn 2x2x1 d1miuinaeessuuLuUSaaes MoosWosS; Ingasnayd@ilisawny Mo
aymouFNRULNY W wazazneudivdoaunu S
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4.2.1.1 #aMI31209IEUUUTURANR BN EaR YU G

dledhanaszuuiuUsaasy MoosWosS; gUilasiwanuun 2x2x1 Fail 12 oznou wazHounay
wuusnass (variable-cell optimization ; ve-relax) Wuiiafulassaiisneunth svuugiinglasained
LETETUAT NUIINEHIUTINVDITTUUADTLABLadPud AN ImE e usiuvesssuu Tududtule
Falls (MoS,) wasieaauladals (Wsy) flivszneutudulassaduuudaasy dsnuvasnisiiadu
au) szuzvneszrinsezaeuvadasiainUdsunladluidntes nan1srualaTEsuaUNSIUNUI
Tassaauuusanseiinaduianiaithiidtesinuaundsnunuunsedign KK fufuuduuinvestesing
uaundanuAsundasll Wisuifisunauansdsnsisil 4.7 wagguil 4.13

3197 4.7 WiUgUNALATIEIY oI UNGINULATA IR ULAUNE1UYRY Moo sWosS, guiuasiead
YU 2x2x1 iU MoS; Wae WS, WUURITUGIE?

TAseadng dws (A) dss Band gap VBM CBM
MoS, 2.41 3.13 1.68 -1.09 0.59
WS, 2.42 3.16 1.96 0.67 1.29

MoosWo.5S
05710522 2.41-2.42 314 1.74 0.87 0.87

Supercell 2x2x1

(a) (b)

(@

JUT 4.13 Wisuiigulassaiaun UnF I uLAzANTUILLILYBIEN UL MUIELYAdUUY hexagonal (a) MoS;

RUURATULAED (b) WS, WUURITULABY 1Ay () MogsWosS; Miautead 12 aymeu (supercell 2x2 hexagonal) 719&1a
1A59a319 Y0 UAUNEINURUUATE 190 KK usiflvunafiuansneiy (39duns)
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nsiilaseadanuuSanny MoosWosS; gUesiwaduunm 2x2x1 figuuuumsdnSesidululsifies
sULvUREsT I udesdaesegUilesiaadauin dxdxl wndesnsfnelasiadisguuuunsinses
duidandnieniu nansiasmuiinisiiasssruugiUesivaduuin dxax1 Feil 48 oznou Fodld
szozalun1sduinaInueaaa MsagAnvnaveanisdniieseznousidufesiasssrud
wanvaegUluULaENaNgdnsdl n1sTaesmeglivssigaduuna dxdx1 e1avililianansadiiy

nsAnwlanuwEuinngld Falimangauiuanuidell
4.2.1 MITADITARUUUTURENA BV TRAUUIA IR UUNUGIU

mhewaduualnauuuiugiu (Primitive supercell) Fontheiwadiifivundniigauwhidully
dmduusazsUuuumsinizesesmhewadvuneivg) (Supercel) Filassaiswemnewadaziivuinuay
gilavesuaniigiiunnseiuluiliendensisuiisulasiaduazlnseadwaundsny winnssiaes
szuufenihewadiiawndnldsreznalunsdmnaiitesnit mnnsiaedasadauuudaasy
Moo sWo S, gUiasieadlurauntinil (supercell 2x2x1 hexagonal) Tassasiafsnanianusnsiaasldse
wiewadvial (primitive supercell orthorhombic) Fafiifies 6 evaey miaaL%aéﬁgaamwuuamﬁqgﬂﬁ 4.14

JUT 4.14 Wisuileumbewadvadlasiadawuudaasy MoosWosS; JUsuUiimbewadianiian wuddmviisead
WU supercell 2x2x1 hexagonal AU WEUALAMUIBLEAALU primitive supercell orthorhombic

5.2.1 HAN13INABITAUUUTURANBNUBITA VLI IIUUUNUF Y
NANI99189952 UULAZHOUARNBLUUIIA0 (variable-cell optimization ; vc-relax) wuinlina
TASIES ¥IINILAUNS I ULAL A AUIVDUBDUNAINUATINULAAIAINNGTIT 4.7 WNEILANISAIUIN

lassafauaundsnudesiasantulilidndunuduniiifiavannsadlu first Brillouin zone @@l
Y94lA398319WUU orthorhombic (G-Y-S5-X-G path) [25] wansdsgud 4.15

I 4.8 WiulEuRAlATEI1Y YT IUAUNINULALAIUBULIUNG 31UY8e MO0 sWosS2 JUkuuTIniIe

WwadvLALdnTign
v o o Band
JEERGERN duos (A) | dws (A) dss VBM CBM
Sap
primitive
2.41-2.42 | 2.41-2.42 3.14 1.74 -0.87 0.87
supercell
Supercell
2.41-2.42 | 2.41-2.42 3.14 1.74 -0.87 0.87
2x2x1
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UM 4.15 uandlasaadauaundaIulasAUnLILLLYedan1ug (DOS) ¥8e MoosWosSz NUILEAE 6 dxnaw
(primitive supercell orthorhombic) fY843UIUNEIURVUATE N5ENT19A X AU G (35EUA)

INHANITINABITEUULUUDARDY Moo sWo S, wudlassasnslnalAsslassadanuvesudvatle
Falis (MoS,) uagisawmuladalid WSy lassadauwaundsnudlofinnsananmiiowadsiafiedtuan
Wunsausmsviaienty (U 4.13) wuin MoosWosS; Ssrafiufaniaihiifitesinuaundanuuuy
assTimuminfusruave o undsnuUasunladly Tasnsldmihewad 6 ezney (primitive
supercell orthorhombic) waznueLwad 12 oxmau (supercell 2x2 hexagonal) Tinalassas1ansaniuy
(115797 4.8) dulATeEdIUaUNEIULANFUAE N ARSI YATE M BLEAETILANG A TuuA
Tynavosisuaundsnuuagsuvweunaundsnuaseiy (5Uil 4.13 uay 4.15) uandlifiuinnisidentd
nhgwadgluuulalifinadelasaiwaslasiaianaundsny

ilermnnssaesiemhaadunalgiuuitugiu lnswernsnaniimndouin NFULUUNIS
fazesilldnalunmssuadosninfe 1715 wh Sadenldnssassiemhesadouslnguuu g
dwsumsirassszutluguuuudusiely uazannsamevesiuaundanuuaziuisweuLaUNE Iy
1F91NNSATIUANNUIULVDIA UL
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4.3 N3ANIIAAUUUTUNEN MoW (1952

wdnmsmdeulaiivansauveinssiaessyuy Sraeduauituladalis (Mos,) waziisamula
Falna (WSy) ai’waan'“;’a@l,t,w%y’umau Moo sWosS; sasniigigaauunlng (supercell 2x2x1 hexagonal)
WewSsudisunalassadisuaundsnuiuluduituladals (MoS,) wazssaauladalus (Ws,) S1aeq
Saquuudunan Moo sWosS, frevhemaduualnguuuiiugiuuandioudsunalasaduasiasad
LOUNSIUTmans Il Han saT UL ‘L‘hmzjmsaﬁ’waaa’s’a@uuu%’uwam MoW(10S, 8318 7 Lag
sUuuumsiniSesernousne efnvmaiisoaudimadidnmsedndmuinguszasdvadlasnns

4.3.1 MITuunFUuuuMIInEesesnaulaefsidunnudunusvangy

msdraesianaealfeniewaddadaniinnuduauluaedfuasdsUivvaninasanizaiy
anwauglasaiwtswasinlillaunsadiungdiuunsdnissinnsinsanngluniiswadle fsi
nanluwaluuni 2.2

Tnssmsfiondeiladdummuduiusvoingulumsduunguuuunisini3ssesnouvedasaiisdanes
Taglalusunsu Alloy Theoretic Automated Toolkit (ATAT) Tun1sAruruArflsnduaIuduius lag
finsunileidunnudiiusioug @unnsi 2.18) Bsduduil 10 uansiaguil 4.16 Fudufinnsandaus
laseasamiswad 3 avnau (MoS; kae WSy ufislasasimiiewad 18 axnou lunng dnuaemig
mjaémmmimujuwﬁugm (primitive supercell) Lagyn9 Sasrarunsuaniiiululd wudiinanun 53
sULuUMsdnGesesnon uanwflsidumnudiusyesngudanianuanmsteil 1 fa 3 Adruiuaunng
yoangy (multiplicity) wagszzsinisyvingamnuduiusismannnmsned 4

0 1 2345678910

JUN 4.16 wannsiiansananuduiusuuugdmsuudaresneslumiowad sznoudniunu X (S) svnaudmunu
M (Mo v3a W) fifinnsain (i) waedezmonduafiedinluumu M (Mo vise W) azraudaduduiug () dausddudud 1 fis 10
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inlildlassafrmulsiwadisudu 53 sYuuunisdncesesney dmdvidiludnassssuuuas
AUMANTRA199 10 TARLUUTUNEN MoW.S, lngamnsaduunlinudiuiuesieudevilewwans
TN 4.9 LAY UUNNSATIALUBINTHANAIANT197 4.10

TN 4.9 LA UFULUUNSIAS B LuNUTLILeYADNR DV IEITRR

IunezRRUIBILAS FnFULUUNMTIAEES
3 2
6 1
9 4
12 8
15 12
18 26

TN 4.10 UARINNUFULUUM TIAE T UUNMUSNTIE YR IN THAN

9NTIHIUVDININEY INNUFULUUMANIETE
1.000 1
0.833
0.800
0.750
0.667
0.600
0.500
0.400
0.333
0.250
0.200
0.167
0.000

—
— | P[00 |W N [W

= W IN|W|o |+~

wanINllusiarUkuuNIsIASRiidnvurlasaimswaddiaiulaun hexagonal 6 JUkUU
orthorhombic 25 §UUU waw monoclinic 23 JUkUU ausiasatinddluasivmnsdivesvanvatesuin fegis
lssasawanagiagun 4.17
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(a)
b
(b)
b
(@
C
b

v
o

JUT 4.17 uanwiegdlasaiiviisiead ($19) wargluuunisiniSeesreuvemiisieaduu (131) (a) fegmiuie
AR hexagonal (b) feensewaduuu monoclinic () Mpg1widigwadiuy orthorhombic
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4.3.2 HaN15IRDIIEAUUUTUREN MOWi10S2
4.3.2.1 1A59a5 19N AU INADVUNELYAR VB I5TUY

KAN3$19D952 UL TaRUUUTURAL MoW(r.S, 1 53 JULUU (JULUUT 1 Ala MoS, sUuuuil 2 e
WS, wazgULuuil 3 Ao MogsWosS; iietwad 6 sxmonluuni 4.2.2.1) wazsiounaisuuusians
(variable-cell optimization ; vc-relax) szuugiinglassareiiafiosudy nudmdanunsvesszuude
summvimawaamuummmmqLLavmmmwwmmumwuawvwiuaumuﬂmalﬂm (MoS,) uazviseinla
Falna (WS) PsisznoufuBulassadruuudancs asnsafmaandnusimsiindaunsd 2.19
Tnarmdsnuvasnmaiaduldisiuinuazeay uansisgui 4.18

UM 4.18 UARINEINUTBINMTAAVDITANUUUTUHAL MW xSz 14 53 Uuy nn1sdnaesiaenguflaiduuea
AMEVLILLY (DFT) udunsuanadundanumanaindeyaildainnisiiaes (Convex hull

DNHANM T IUNE LTI AN T TAUUUTURAY MoW(i.iS, T4 53 JULUU wud1gUuuuns
213890 MRUINARDNAIIUIINVBITLUURBNUIBLTAaaLRYL (formula unit ; f.u.) Tudusau 10 meV/f.u.
whiu ﬁﬁy’agﬂLLUUViWﬁmumaamﬁLﬁmLﬂumﬂLLazwé’ammammﬁmawﬁwmﬂﬁaaLLmﬂsmﬁ’u dwnalvidivia
sUwuuMsdnBesiiteiiosuazsuuuunsinGeiliaioslunazdnsduesnisaan maansaindsny
yoansiniiigauansuuduaniugity (Ground state line ; GS line) 3eiduldensenitandaausinan
Mndoyaiildarnnissiass (Convex hul) FsguuuunsinBesesponfisiimdanuvesnsiineguudu
fananderfiuguuuumsiniesiiaiosii 0 K (Thermal stability) annsanisdunlngnquiflsiduues
ANUVULLL (DFT)

NalATIAZ19IZUUIINNITHOUAAIBLUUIIABY (variable-cell optimization ; vc-relax) "3 53
sUuuv dmduihludnalassaanundsnumudunsiwnsaiuldauusas sialasaiiamie
AE AUIAYINLILILYEERTUE (DOS) MATTEIIIUaUNS I ULALMAUOULAUNE I W iia AN
audAnediannseiing
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4.3.2.2 YBIINIHAUNAIIY

Han1sAIlAsIEduaUndsuaadunsluUTadunau [25] waganunuiiiuYesanIuL
Wy TaquUUTUREL MoW(i .S nnsduvunsiasaduiagieiaififdvesinuaundsnuiuunse
wuRgnuluduatuladalng (MoS,) wagrisawmuladalug (WS;) WiruInvedasi e UnasIuLANGI9
fu Fovinsuaundanuasis 53 JULUU uansfagui 4.19

FUN 4.19 UAnaIIUAUNEINUYEY MoWii Sz 19 53 JULUU 0d1Laninaann1sdtaediag DFT 9aduas :
HaINN15dNaeslag DFT vesguuuunindsigauuidu Convex hull Tugud 4.18 uaslduUsednuanigasinauwaunasny
WINLUIHURSITUIN @YD INSHE

MnAgoriuaundruveshauRtiladalng (oS, uasiaauladalng (W) wuuidudeadion
1.68 eV uay 1.96 eV aua1nu WU’]'WW'T‘UIEN’]'NLLﬂUWﬁN’m%a\ﬁﬂﬂLLUU%UNH@J MoWiiS, Hendaulug) (46
310 51 sUkuUlAssaiedaaes) egluyieisnand wivenuioaniudaansaiialddesnit 1.68 ev i
BMI1EIU T g9 wiendrldniuTaustladalng (MoS) finauderisanuladalnd (Ws,) dntes 990
ImamiuwusnamqLmuwamuuawamﬂa 1.62 eV fidnsndu 2 Wiy 0.667 uaranusadalduinnin
1.96 eV fisnsdru 2 69 vionarildinfumenladals (WS, Ainauseluduituladald (Mos)
dntios 9nlassnsiinutesiuaundsnuinniigaiio 1.98 ev Ansidau 2 wihiu 0.200 Heiitueg iy
sULuuNsInEesesnou

wANMNATA UM IHANLTINUIIURUUNSTABelinasiavosirsuaundanusniadudu 107ev
Fadusuduifoatunavesdnsaiunisuan lasmnteshaunundsudutudasamunisuauituags
A Vegard’s law uinuilsifurudy mnuavesmsinSesezmeuriliarosinuaundanugant
vasnilunndianan Tnedwlngiudr (37 90 51 snuulassaiedaae) Sensnin Vegard’s law
wazsnisangUiuUTindsnuhgadaduguuuumsinBeiiafiosi 0 K (Uuuuuudu Convex hull
Tugufl 4.18) nuimngunuuiirivesitauaundsaiudiinii Vegard’s law uazildnuwazldseanainidu
Vegard’s law (9dunslugud 4.19)
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4.3.2.3 AINUIVAULAUNAI9Y

dosmnnauandasaiuaundinuniemumuuturesanuvesia 53 JUuuunsindedlals
Znsuanawaianzay ms1ednvarlaesnliwnna1ediy mnuswana1siuaIndnYaE M IsIEaang
$iafu SruIneznouRentBwasT vty audinisdidnnsedndfiunnsetuiifosddeded dliiies
FDIINUAUNG I LAUBNIINAITBII LA UNEITUAILERINDUNUILAD IEUITOLANINA ATLAUIVOU
Lmuwé’mmﬁaLU%‘?J‘ULﬁwmsmﬁ'EJuLL‘anﬁ'LﬁmﬁumawamqLmuwﬁmmﬁuaﬁa@LLUUEZ‘?umau Mo, W(10S2
'1?13& 53 gﬂLLuuié’fLﬁuﬂ’lwuﬁﬂéﬁu LLamﬁquﬁ 4.20

v

FUN 4.20 ULAAWINUWVILITBURIUNEINUIBY MOoWis Sz 13 53 JULUY IdtnRuuaninasmuiaianuasuauney
andu (CBM) 91nn13dnaesing DFT Uaznaunduaninasmuniigegavelaudiaud (VBM) 91nn1sdnaediay DFT

WU MU ULOUNE 1T CBM uaz VBM vasviamuladalls (Ws)) gendnveslududtile
Falvls (MoS,) funisvounaundsnuazdsunlainusnsidiunisuas 2 %agﬂuwmﬁm’%m%dma
fofuLrdsrauLaUNd s ulneinads VBM tieadudu 107eV walnasg1ainme CBM feduau 10'eV
tufenavesguuuunsinGesifnelasiaiauaundanuaznsenusio uauasusndudundnuinninae
ASENURDMAUILAUT Tuaste CBM 11nn VBM &a 10 wih vilinisivasuulaivestornuwaund o
MNnNsasuulamwemweuaundsnuansasdudundnsuiuiiaanmsudsuulasiumisngn

ﬁumLmUﬂauﬁﬂﬁﬁummgUqumﬁm‘%mﬁfuwa
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4.3.3 ps1eRNanIsANY

mﬂmsaﬁaaﬁa@uw%umu MoWiS, fensidru x wAzFULUUNSINISEIREADLANNY WiaAnwn
aTiiineau TR BIENNT0RNd LARHANISAUIUNENNLYDINITLAN FOTIUAUNS I LazuMLaveU
woundarudateuniing ludwdasninadinanininsgitaudiniusiugiuuunsinEssesaeslag
Igitandupruduiusvengy

fanadluuni 2.2.1 waanuvesnsiindmiulaswaieTaquuutuNa MoWaxS, 8181301
Ii9nden1sveneuuungu (Cluster expansion ; CE) lnglddoyanuduiiusseninavemaanusiues

svuufiuilaiduanudiiusuuungu £ (0) anmsuadiaseiis 53 Uuuudild

NaAUN15N 2.20 uaz 2.21 laimdsnuniuesruulasiaiivdaassguuuulag anansadnale
INANUFUNUTVDINFUAIANNTT

E”(@)=E,(z)+>_ mV £ (0) (a.1)

lngaunsninlv B (z) fsfendsnuimvedasaivisaesluusagdnidiu 2 egluguves

lafdunnuduiusvengu € (0) figuiu (Zero-site waz One-site) saufuilaidunnuduiusuuug

=% a

(Two-site) 8n 10 Sudu Faddruruiladduanuduiiusvesngu & (o) Manua 12 Sudu dauansly

MANLINANTINN 1 89 3 UazA1TUINaNNIRTYeINgY (multiplicity) AIN1ARWINATSIEN 4

dusulasanistizalen

12
ECE (5) = Z ma‘/;x ga (5:) (42)

a=1

v
o Y v

drunmsiwinmdudszans Vns 12 sudv dedlddeyamnuduiusseninsvaamdanusiuves

[¢3

v ¢ |

szvuiuilafdumnuduiusvengu € (0) annisnasiassiis 53 guuuy wienaalddinismian

duusedns Vs 12 Sudu lunisudaunis 12 dudsannauns 4.2 M3 53 aun15ueeniuuuunis

° { o { o 8§ v FE /= | v a ) M v ° DFT s — A
15eshraeaiiovild B () fialndidsmdanuiildannissiass E” (6) inniian

1

DFT(1) 1 1 I

E m1§1 m2§2 m3§3 LETISY Vl

DFT(2) 2 2 2 2

E m1€1 m2£2 m3f3 ULPIST Vg

DFT(3) | _ 3 3 3. 3

E - m1€1 m2€2 m3€3 m12 12 Vs (4.3)
DFT(53) 53 53 53 . 53

E m1§1 m2§2 m3§3 m12£12 V12
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Feaunsfi 4.3 aglusy E = XV aunsom V ldarnauns
V=X"X)'X"E (a.9)

waAduUszdns Vs 12 suduanuduiusuengy wansfen1anuinmsnei 5 Wathnduluwny

Tuaunisi 4.2 ’fﬂ%l@i]ltﬂuammiﬁ’lwim‘WéJ\NWU§’JiJ‘lJaﬁS$UUIﬂSQﬁ%’1Q§HQLLUU%‘LJN?{M Mo WixS, 3103515
Y ekuUNgH (Cluster expansion ; CE) @13130AUIMNANIUTINYBITEUUTULUUNTInS B REnaulag
Ifanenuduiusvosngulnenss Seuszneusednsdmnisuay flaidusnuduiusvesnguuuug 10
FufunardnnuaNNIasYeInguLUUg 10 Sudu FsanusadalilagasiainguuuunsinEesesnon
voalAsas

Naﬂ'ﬁﬁmmwé’wmmmawswgﬂLLUUﬂﬁﬁ“}“m%'sNawamﬁga 53 JULUULALIINHU N1TAINAT
wuiidianuaaiandeusiniiaoavesAladeiideass (RMSE) 2.02 meV/fu. @13u130tuLans
Wiguilsuiuraainnisiaedaenguiilnduneaninuvuiwiy (OFT) luguvemdanuveansialang
U 4.21

U 4.21 wanmdanurenisiinveanuUUTUNEL MoWixS, 11 53 JULUU 9a8f191nNn5IBN15VE18RUY

NGY (Cluster expansion ; CE) gadunsanmsiasstnenguiilsrduueanumuiuiu (OFT) éuduasuanadundaany
Agnandeyadilaannnisinaes (Convex hull)

IINNANTNIANUFURUTTENTNINRINUTINVBITTVUAUFURUUNTTRS B eznoulae T3N1581e
wuungu (Cluster expansion ; CE) ﬁﬂﬁmmsaﬁwmawa“’qmusuammﬁma‘fm%ﬂmaa%ﬂﬁa@LLUU%umau
MoWaiS; JUluUMsdniFeseraeulng fusilmmiumaindeugaanzegadaiusuuuunsinFesid
wdanuvamsiiaduauunng ewnannanissassdiliinnweuassuuuvdnlvgiidmdsnusesns
Felnd 0 eV udnmidsiusiildaansaldviuneliinsuuuunmsinEesespounuulafiuunldundsnuves
maimfuegslsdauandifannuaios

winfiansanAduUszansoudun 3 8 12 Fududiesmnuduiusuuug 10 sudu Awansdawe

1095UkuUNTINEBseznousendanuveIn siianuindianduuinlududuusng Gudui 1 83 4 uaz
Suiudl 6 fe 7) wazlanJuaulududundan (Sudul 5 uazdudun 8 G 10 ) uaneiagui 4.22
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U 4.22 uamePnduusyavbvesmudiusiuug 10 Susu 91nNsAsnsTeeLuUngy (Cluster expansion : CE)

MnArdulszAnSvesauduRusmndAnunanndsnuvesnisiinagidanadeflsddu
anuduiusvesnguildnuavdedonsnanogiefissdou (Orden) uasmniidduaundsnuresnaiia
wfidanaadefleridumuduiusveanguianduuindedonissaungu (Cluster) siuldinludusuusng
szuvazadesnimndusigudasisiusazlunisnduiudmnivdidund g agrelsiniuduiios
AATUSTRANSANN 53 JUnuuMsIaBsasmudusLUg 10 Susuwinty

dwsuandinadidnnselind 9inwaluunil 4.3.2.2 uag 4.3.2.3 uaaslifuinguuuunisdaesd]
nafuLauABURndY YlitesitawaundsuUasundasluann Vesard’s law snudamuduiusiu
winuvesnsiia lnsguuuumsiniFesiindanuvesnsiiniduauing esndt -2 mev/fu) W 14
ULUY zAngasinaunundsaiusiindt Vegard’s law dauguuuunsdaiSesdiiingsnuvesnsiindy
UINNINY (1NN 1 meV/fu.) " 6 JUKUU 92iA19999NUAUNENUEINI1 Vegard's law uidmsuan
31 sUnuunsdnssalaseaiedaasefindolindenuvesninifainiznguiuegiiailng 0 ev (1.1
meV/f.u. 84 0.6 meV/f.u.) dilianusadnszilainduiusiudesinauaundsnuegials

aavhedmiusunuuifindanuiaedaduguiuunisiaFesiiiafiosd 0 K (GUuuuudy Convex
hull Tuguil 4.18) fsnanluund 4.3.2.2 TdnwarnsnauILaundanuiansisguil 4.23 (fieudusesu
wianugaya 1A (Vacuum leve) FefianlnglAssiuanndmiu MoS, uag WS, WUt wazi sty
seAUNEsUUnET (Fermi level) 993 MoS, uutfnduienfundsnud 0 ev)

4 o o B A @ s Y
SUA 4.23 UaRINITIUUILAUNG I UTDITAAUUUTUREN MOW(1,052 FULUUALNGINUTINVBITTUUMFAUULEU
Convex hull Iu;a“dﬁ 4.18
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NNFULUUTIAI Y097 19MAUNE19IUAINTT Vegard’s law Argasinsaundsnuduidnasauiiaai
IRTI@IUNITHEL 2 VAU 0.8 TanwaglAseonainidu Vegard’s law Jsthaun1sinasdesdmsuadune
AudNiusvesaudla fudnsdiveinmnadluiandaaseuildesurednuaelaswianan

P(MOII}WEI—.’L‘)

S,) = zP(MoS,) 4+ (1 — z)P(WS,) — bx(1 — ) (6.5)
We P Aeautfvesiandduiilliundesiquaundanuuagfiuiuavaubaundany wag b Ae
dudszavsanulas wanisldaunismasasdinanlunisedunsuansisgui 4.24

U 4.24 uansTIIUAUNEINLUAZH UMUNTBULAUNEILYBS MoW(9 S FUMUUTENEINUTINVRIsTUY
Maauudy Convex hull luguil 4.18 gadduaninavosinsunundsnuainnsmuiniie DFT dudduanidesing
uaUNEsUIINANMIRIEaes adthTuLanika CBM 1nn15AuIndas DFT 3aBunsuaniua VBM 91nn1sfuiasiie
DFT téudthiduuans CBM 2naumsidsaesuaziduinnuans VBM 2naunsidsaes

IgAnduUszansanulasdmivannisiddowerasinanaundsu CBM uas VBM flaniy
0.42 eV, 0.36 eV waz 0.00 eV sNuaIAy LAZAIAINARALAABUIINTIdDIBIALRAE NS E8e (RMSE)
0.013 eV, 0.014 eV wag 0.014 eV AMUAIAU ANUEUNUTTENINITDITIOUNS I ULAEALAUIVBU
woundsfusamdunisnanil ﬁﬂiﬁﬂﬁu’ﬁﬂﬁ’mwmi’ﬂﬂLL‘u’JLLﬂ‘UWﬁNW‘Hﬁﬁ%%UIﬂiﬁﬂ%’Ni}ﬁ@LLUU%u
NE Mo Wi1xS2 g‘dLL‘UUms%’mﬁ'mamauﬁmﬁmﬁ 0K g
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o
umn 5
AjUunauasUalauaLuY
5.1 agUnanIsAne

Tnssmstuandidiuirfanaosfifveddanensuddulanealaalud (TMDs) anluduithiladald
(MoS,) uagvisaimuladalud (Ws,) anmnsndszneviilufituidsndutagaesifuuudanosld 1Dy
Tnsea¥reszuuiliafiosd 0 K dandiniedidnnsedndiduianisfnififivesinuaundauuuunss
aonndesTuruidedu [3,8-11] vurnvosoriswoundsnuannsadaldfue 1.62 ev fs 1.98 ev
wansafiulumudnsIaINTe I TNEANKAE JULUUNM TR

ns¥ni3esesmeniinarondanusnreassuUTanuUUTURAN MoWiiS, Tududu 10 mev/fu,
dawaliasuuuunisdadesiafiosuarsuuuunisdniFosiliaios aunsouanseuduiussening
NRMUTWYBTEUUAUIULUUMINaedldmeIEnsvetsuuungy (CE) lumsvhueuusldundsnures
MaAnaINgULUUNSInGEeEnel diunavesIiniseezneNdoautRn1Bidnvselindfeguwuunis
Jasesezneu dwmansenudounupsuinduilundnuinnitasnsenudeuauiaud dnase CBM 1N
VBM 3 10 11 Fedamasiadesinauaundsanlusudy 107 eV vioduduifisafuiusnsdvesnisuan
yonanigmuitaesiuaundiuiidnuaslfaein Vegard’s law @u1saesunglanigaunisiigs
aeadmiusUnuunisiaiSesiiaiios? 0 K drugunuunsdindedug nuitAivesinsuaundaanud
Anuduiusiundanureanisiin neguuuunisinieaiindsnuveansifinsasiivunliudtesins
LOUNSIUENNT1 Vegard’s law Iumamﬂﬁ’u%’mgﬂLmeﬁmS&’Jaﬁﬁwé’mumammﬁmqq%ﬁLLu’ﬂﬁmm
FoIIUAUNGIUEINTT Vegard’s law Foilvianansaviweunldudidesituaunasnuresssuuian
wuvTuma Mo WSz lé’fmﬂ‘gﬂLLUUﬂﬁ%’mS&Nawam

i‘ULL‘U'Uﬂ’]Sﬁ]@LiENE]uG]EJlJﬁNL‘UUE]ﬂ‘{jf\]‘\]EJﬁ’]ﬂiUVlGlE]ﬂﬂ’MdﬂﬂUﬂﬁﬂﬂw’]ﬁiJUGWI’NE]LﬁﬂV]iE)uﬂaGUEN
'Jamwwumam Mo W15z mmwmmﬂmw 0K LummﬂiﬂusuumifmLimmamam%mwLm‘uwawm
nusmnENg s usInsinfiuansstunaisudntos wﬂwqmmmqﬂmaumumimaim (MoSy) uay
aawmuladalnd (WS, aunsadsznevdulanainvaisguuuunisinietasnon Favirlinnsaneuun
woUNasuUasuuladly

¥
5.2 YalduaLuy
1 ANUAALARBUYDIITNTVEELUUNGH (CE) SailAnannilasannduiuguuuuiidnaes

sae DFT dalaifisane windeinisanuuduginniudndudeuiindvaugluuud
F100IHALIUAUAIUFUN USRI DANWUSIUNANITHIUIEAUNANITINABI VD

E‘ULLUUsu

2. wilBmsAnnanudiusiuidaimaiiinnnguuuumsinGesielassaing
WOUNAIU

3. desdasanaiiouluuguiiiay (SQS) uasiUSeuiieuraiunsyinueseIsn1svene

wuunga (CE) TngnslailanduanuduiusvenguiiAiuinainguuuun1sdnises
lassadraadounuuguiay (SQS)
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AlanduauduusvaIngu

sUwuU Two-site (HenduanuduNuSLUUA)
Y Zero-site | One-site *
1 2 3 4 5 6 7 8 9 10
1 1.000 -1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000
2 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000 1.000
3 1.000 0.000 -0.333 -0.333 1.000 -0.333 -0.333 1.000 -0.333 1.000 -0.333 -0.333
4 1.000 -0.333 0.111 -0.333 0.111 0.111 1.000 -0.333 0.111 0.111 0.111 -0.333
5 1.000 0.333 0.111 -0.333 0.111 0.111 1.000 -0.333 0.111 0.111 0.111 -0.333
6 1.000 -0.333 -0.333 1.000 -0.333 -0.333 1.000 1.000 -0.333 -0.333 -0.333 1.000
7 1.000 0.333 -0.333 1.000 -0.333 -0.333 1.000 1.000 -0.333 -0.333 -0.333 1.000
8 1.000 -0.500 0.000 0.333 0.333 0.333 0.000 0.333 0.000 1.000 0.333 0.000
9 1.000 0.000 -0.333 0.333 -0.333 0.333 -0.333 -0.333 -0.333 1.000 0.333 -0.333
10 1.000 0.500 0.000 0.333 0.333 0.333 0.000 0.333 0.000 1.000 0.333 0.000
11 1.000 -0.500 0.000 0.000 1.000 0.000 0.000 1.000 0.000 1.000 0.000 0.000
12 1.000 0.500 0.000 0.000 1.000 0.000 0.000 1.000 0.000 1.000 0.000 0.000
13 1.000 -0.500 0.333 0.000 0.333 0.000 0.333 0.333 0.333 1.000 0.000 0.333
14 1.000 0.000 0.333 -0.333 -0.333 -0.333 0.333 -0.333 0.333 1.000 -0.333 0.333
15 1.000 0.500 0.333 0.000 0.333 0.000 0.333 0.333 0.333 1.000 0.000 0.333
16 1.000 -0.600 0.200 0.467 0.200 0.467 0.200 0.467 0.467 0.200 0.200 0.200
17 1.000 -0.200 -0.333 0.467 -0.067 -0.067 -0.067 -0.067 0.467 -0.333 -0.067 -0.333
18 1.000 -0.200 -0.067 -0.067 -0.333 0.467 -0.333 0.467 -0.067 -0.067 -0.333 -0.067
19 1.000 0.200 -0.333 0.467 -0.067 -0.067 -0.067 -0.067 0.467 -0.333 -0.067 -0.333
20 1.000 0.200 -0.067 -0.067 -0.333 0.467 -0.333 0.467 -0.067 -0.067 -0.333 -0.067
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= ' s PRI S ' v o = =
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AlanduauduusvaIngu

sUwuU Two-site (HenduanuduNuSLUUA)
Y Zero-site | One-site *
1 2 3 4 5 6 7 8 9 10
21 1.000 0.600 0.200 0.467 0.200 0.467 0.200 0.467 0.467 0.200 0.200 0.200
22 1.000 -0.600 0.467 0.200 0.467 0.200 0.467 0.200 0.200 0.467 0.467 0.467
23 1.000 -0.200 -0.067 -0.333 0.467 -0.067 0.467 -0.067 -0.333 -0.067 0.467 -0.067
24 1.000 -0.200 0.467 -0.067 -0.067 -0.333 -0.067 -0.333 -0.067 0.467 -0.067 0.467
25 1.000 0.200 -0.067 -0.333 0.467 -0.067 0.467 -0.067 -0.333 -0.067 0.467 -0.067
26 1.000 0.200 0.467 -0.067 -0.067 -0.333 -0.067 -0.333 -0.067 0.467 -0.067 0.467
27 1.000 0.600 0.467 0.200 0.467 0.200 0.467 0.200 0.200 0.467 0.467 0.467
28 1.000 -0.667 0.333 0.333 0.556 0.444 0.556 0.333 0.444 0.556 0.444 0.333
29 1.000 -0.333 -0.111 0.111 0.111 0.222 0.111 -0.333 0.222 0.111 0.222 0.111
30 1.000 -0.333 -0.111 -0.111 0.556 0.000 0.111 0.333 0.000 0.556 0.000 -0.111
31 1.000 0.000 -0.333 0.111 0.111 0.111 -0.333 -0.333 0.111 0.111 0.111 0.111
32 1.000 0.000 -0.111 -0.333 0.111 0.000 0.556 -0.333 0.000 0.111 0.000 -0.333
33 1.000 0.000 -0.111 -0.333 0.111 0.000 0.556 -0.333 0.000 0.111 0.000 -0.333
34 1.000 0.333 -0.111 0.111 0.111 0.222 0.111 -0.333 0.222 0.111 0.222 0.111
35 1.000 0.333 -0.111 -0.111 0.556 0.000 0.111 0.333 0.000 0.556 0.000 -0.111
36 1.000 0.667 0.333 0.333 0.556 0.444 0.556 0.333 0.444 0.556 0.444 0.333
37 1.000 -0.667 0.333 0.556 0.333 0.333 0.556 1.000 0.333 0.333 0.333 0.556
38 1.000 -0.333 -0.111 0.111 0.333 -0.111 0.111 1.000 -0.111 0.333 -0.111 0.111
39 1.000 -0.333 0.111 0.111 -0.333 0.111 0.111 1.000 0.111 -0.333 0.111 0.111
40 1.000 0.000 -0.333 0.556 -0.333 -0.333 0.556 1.000 -0.333 -0.333 -0.333 0.556
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AlanduauduusvaIngu

sUwuU Two-site (HenduanuduNuSLUUA)
Y Zero-site | One-site *
1 2 3 4 5 6 7 8 9 10

41 1.000 0.000 0.111 -0.333 -0.333 0.111 -0.333 1.000 0.111 -0.333 0.111 -0.333
42 1.000 0.333 -0.111 0.111 0.333 -0.111 0.111 1.000 -0.111 0.333 -0.111 0.111
43 1.000 0.333 0.111 0.111 -0.333 0.111 0.111 1.000 0.111 -0.333 0.111 0.111
a4 1.000 0.667 0.333 0.556 0.333 0.333 0.556 1.000 0.333 0.333 0.333 0.556
45 1.000 -0.667 0.556 0.333 0.556 0.333 0.556 0.333 0.333 0.556 0.333 0.333
46 1.000 -0.333 0.556 0.111 0.111 -0.111 0.111 -0.333 -0.111 0.111 -0.111 0.111
a7 1.000 -0.333 0.111 -0.111 0.556 -0.111 0.111 0.333 -0.111 0.556 -0.111 -0.111
48 1.000 0.000 0.111 -0.333 0.111 -0.111 0.556 -0.333 -0.111 0.111 -0.111 -0.333
49 1.000 0.000 0.556 0.111 0.111 -0.333 -0.333 -0.333 -0.333 0.111 -0.333 0.111
50 1.000 0.000 0.111 -0.333 0.111 -0.111 0.556 -0.333 -0.111 0.111 -0.111 -0.333
51 1.000 0.333 0.556 0.111 0.111 -0.111 0.111 -0.333 -0.111 0.111 -0.111 0.111
52 1.000 0.333 0.111 -0.111 0.556 -0.111 0.111 0.333 -0.111 0.556 -0.111 -0.111
53 1.000 0.667 0.556 0.333 0.556 0.333 0.556 0.333 0.333 0.556 0.333 0.333




MARIN 715197 4 WansAdmnuAINATYEINGa (multiplicity) wagseegyineseninagauduiug

dufuAuFUNUS s (site) IMUIUFUINATVRINGY TLYLYNTEN TN
f 3 Sl e £ o 4 °
K CNIGEY (multiplicity) AMUAUNUS (A)
1 Zero-site 1 -
2 One-site 1 -
3 Two-site 1 order 3 3.19032
4 Two-site 2™ order 3 5.52580
5 Two-site 3" order 3 6.38064
6 Two-site 4™ order 6 8.44079
7 Two-site 5™ order 3 9.57096
8 Two-site 6™ order 3 11.05159
9 Two-site 7" order 6 11.50286
10 Two-site 8" order 3 12.76128
11 Two-site 9" order 6 13.90628
12 Two-site 10" order 6 14.61988

ANLIN PN 5 uansnduUsyavsvesnnuduiusuuungs (Effective cluster interaction ; ECI ) 91ndagavia 53

sUuudmsunsiuamdsnurensialagiinisveneuuungs (Cluster expansion ; CE)

DUAUAMUTUNUS . < . o . ,
vesng duussandvesanuduiusiuungy (eV)
1 -2.5956483x10°
2 -1.2511860x10°
3 6.7012627x10™
4 1.4344801x10”
5 3.4521790x10"
6 8.8624776x10"
7 -5.7390089x10™
8 4.0297182x10"
9 8.5643343x10"
10 -2.6180364x10™
11 -1.8070716x10”
12 -6.9181189x10™

a7
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