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B oo A AAee] ofstd, g7] 2w ddFol Al AFer lssin, 47] SAMe] n-deprle] oply)
oF 7] e Atele] wlEf AFolA Ak A5 #gel os) frig n-F =] R A5l I A
& 5Ho=
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wy gdd HEgAe s AYste ey, (he |

, ( (D= B2 Aol oldA] zc}t—‘? EFI} Seebeck Alg=o] A (EFelA F2t
A9 71&7)el, (e) B (f)E= SLGollA] HNC, 2 HNCis SAMOl tidk C 1s 2 N 1s &

XPS 2=#Eglolal, (g)i= SLG R HNC, SAMell et epwk ~dEgdoln], (h)= SLGellA HNC, SAMel| ot ehut 2
Aeeo] G 92 (em ) ool

T 28 - 800 mVe] Ho]l ¥ HF mEoA Sk SIM o)A EA (a)E Si0, 919 bare SLG, (h)E Si0,9
HNC, SAM//SLGel™, SLGel &7+ w'le HNC,o §2he=z Algbxit).

ME T2 2% Zo] (AT = 4, 8, 12K 2 ol dAdw dZolvl SAM HEAe] Avel |28
= 49 (a)& Au/SC, 2 SLG//HNC, SAMol didk S gte] Zo] of&AS wusgk ZeolH, (b)E Ff At 3|

Hlg AdolA S gre] dvbdes ddEs 2T & e 2=z,

= 55 o 34 (work function, WF)E ZAAs7] 8] Cu//SLG ¥ Cu//SLG//HNoC, Aol thafj A #Fe]A 33

T 62 2 el o HAAjod whe} Alz® SLG//HN.C, SAMSZ FdH HA aFEMA2F (FET) FZolt}.

T 79 (a) 2 (b)¥ ZZ bare SLG (Si/Si0,//SLG) 2 HNCe SAM (Si/Si0.//SLG//HNC)S A}-&-3h
FET ¥4 o2 AL IDS-VGS ZFolH, (o) 47 AL Zole] k=24 VNP 2 EF o5 A=

SLGell ol gt
ot

i



[0020]

[0022]

[0023]

[0024]

[0026]

[0027]

[0028]

[0029]

[0030]

BIHSd 10-2022-0169931

T 82 HNC, SAMS A}83F FET #Alo® 98 [DS-VGS Z3o|t}.

T 99 (a)x SLG//HNC, SAMoll th3k EF A|ZE @ DOS W3} wi= Fxolw (b)= A E#Ho]AH Seebeck Al
o] ZFola, (o) A Hole] gz Ay 2 o234 § gk 3ke] o] o&EA Hjmo|t},

T 109 (a)E (2x2) 9 (3x3) ©9 AL A}&3at= SLGAlA] HNC, SAM (n = 16)9] Fxolx, (h)E (2x2) 2

(3%3) & A HNCi//SLGE DOS 2~FEHo|H | (¢)+= 0 eV =39 HNCis//SLGSF bare SLG A}e]<] DOS W3}
ZRoEA, MEL in-gap FHIE =8 24 0.1 eVell 7M7Y},
T 118 FF(ET) AdUA (5)E YE AozA, ()= W7 Lo wE Ao Zdojo] WMl wE FA (A

@) odA, (b= 7127 FA= WSt wE FEER) duA, (o= 2Hd N-C A" Wste] mE
F2H(A™) A ol

e DA 9 FAH e

o, ¥ @yl TAH AAE FAM B wPe 0 FASA AP@Th ae, o5 A B owy
2 Wi PAMoR ARely] @ Aom, ¥ wEel Wl ol Sjshel AlgHA @u, X wwel WF 3
A& 0 dlelA tekd mg B Sl AR @eidlel Bakel A& AR Aol A Aol

1. SLG (single-layer graphene) ¥ SAMS] £H

Woubgo] whgalEe VD &S v|ute® ojde] ®aig @A (Nature 2009, 457, 706)°l whel T2 54

A} Blg® &v]7 (Scanning Tunneling Microscope, STM)S Al&3le] wd=
ofql FA L}t SLGY HIEH FEES 7H9H FEAo] shsste] SLGe 3)st

TXE WS 7R a2 @173% @<= (well-packed monolayers) 2.2 W 4= v},

o]o]

sl7] = 1a9t ol T Y (Cu//SLeel SAM, SLGE #Asr] Y& WEre 2 HE#slo|lmm i
(Tetrahydrofuran, THF) &3 &w] (Z} &vj+:= HPLC gradeo]™ H3]d] 1:9)9F +7] 18 mM HNC, &MeA Q5

W] 8k et

2. SAM 3AJe] &9l

SAMS] A A 5w dvld (ST 2 X A FHA E3FH (X-ray photoelectron spectroscopy, XPS)o.&
glstsitt.

SIM B4 el A SLGY &2 He& INC,o S wa) Alglgoen (= T XPS 2~ E-HA A Cls 4
S 284.7 @ 285.8 eVold T ¥]Fe] zatow TAEAT. sp ol sp ol I
Z71etol wet Z7ketdnt (2 le 2 1), N 1s9 A3 oyx]= 400 eVol
A BREAT (5 le 2 16). A7 AME Ao|7} Z7hste] whak N 1s o) sp Cl 920 £3
t}. o] SLGolA ¥3t= SAMe] A EHels]F= Aolt).

)

&0l FFask3

SLGol A SAMS] BAe luk B o&] 712 stelstelnh. wluk ~EEDS 7h7h oF 1580 cm - 2 2680 cm
ol ¢ & 2D =S JEAY (= 1g). ¢ M=s 2898 33 g4 7uk B4 F8 ~d9EY Exo|uy
2D == o §7 Azpe] & = 1 o] 1 K AHANA E= A

3 & o
o BARS] SU AAAG WA Bgem, ol SGoh IAG, el MEH HHAS oluldet. 69 %@;
2D/Gell o8 ARE % AT, SLGo] /G AE Hlgo] 2 o] FoR L B AXT 1ee & F AT
Gt v 2Ae) 8ol Sl Cu QoA Si0/Si /WO SLGE AT, olF (transfer)S 58] Cuel A
Al ek A5 A7) 9e AolH, SLG ol A FAA G WME A= w4 SL6e] A9} B
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3 goz A" d HE

tlo

b A

ol

Rikes

T 3av MR TE 2% Ao] (AT =4, 8, 12014 2#ia 9ol Jgd8 dZobwl SAN HFA ] AVe] 3| ~E
WS Bl ek A HENe] F8S 64 - 93%%Th. @Y Jhex THow FAEINVS TE ]
AV (AVpew) B BT HAF 0409 S EEF330 0, oF 7] [E 1]d JeEA
Z 1
n T (K) samples tips junctions counts | AViean Ssar (mV/K) yield
(HNy) (#) #) #) O ay (%)
4 4 3 13 39 2964 -95 £+ 22 30.6 £ 3.4 84
8 3 13 39 2964 -229 £ 76 71
12 3 14 39 2964 =334 £ 91 64
6 4 3 14 40 3040 -107 £ 44 24.9 £ 1.2 88
8 3 14 40 3040 =197 £ 42 82
12 3 14 40 3040 -302 £ 76 81
8 4 3 14 40 3040 -68 + 23 16.0 £ 0.7 90
8 3 14 40 3040 -124 £+ 26 81
12 3 14 40 3040 -190 £ 37 82
10 4 3 14 40 3040 -44 £ 22 11.2 £ 0.3 92
8 3 14 40 3040 -87 £ 21 38
12 3 14 40 3040 -126 £+ 41 86
12 4 3 14 40 3040 -31 + 13 10.6 £ 0.7 93
8 3 14 40 3040 -66 + 24 88
12 3 14 40 3040 -111 + 33 85
14 4 3 14 40 3040 -25 £ 9 9.8 £ 0.5 90
8 3 14 40 3040 =57 £ 12 90
12 3 14 40 3040 -96 £ 14 88
16 4 3 14 40 3040 -29 £ 10 8.0 £ 0.7 92
8 3 14 40 3040 -59 £+ 15 80
12 3 14 40 3040 -81 £ 30 36
18 4 3 14 40 3040 -32 + 8 7.8 £ 0.2 90
8 3 14 40 3040 -59 £+ 10 38
12 3 14 40 3040 -85 £ 27 88
% 3be E o] HebAld digk AT Wale] wE AV FAE HoFEy, B oyl e] E SAS ATV}
=7 ske] whel AV &9 Fow E7hsle] ko] A Mgk (Seebeck coefficient, S = -AV/AT)S 7FAT. AV
e ATE Fh, QAR A Zolrk doldel W ZobAT. AV ATel o &4 Aol BEe 97
T ApolR AEE 4 Ak, 1 & opnldA] LA WE Alele] A S S A8 uAet g T
< AAdste Rl e 4 ol AuiH o AN dFs At ole Mol olE SANY #&
TX2E 7HG.
4. HFF HAES 53 AHg (9 s F9
Bowgel wWe @d WA dad @a Ave d@ W3s 839 9% 240 99

_7_



[0041]

[0042]

[0044]

[0045]

[0046]

[0047]

[0048]

[0050]

[0051]

[0052]

[0053]

ZIHSd 10-2022-0169931

w
oy
o
~
~
==
'S
=,
o
S
~
~
o
o
<
o
w
~
€3]
o
o
—
=
b
=
=
~
w
o
S
~
~
fp)
o
<
o
w
~
€3]
o
o
—
=
>,
)
=2
=
o
195}
tlo
I
Rl
ol
-
32

o
N
-
i)
o
o
offt
e
ot
[e9)
[ep)
o

)
]

10 7ken, 53], AR & Al vl Blei HdelA S gho]l dntdeom dddS A 5 dn
4b).

SLG//HNCy (30.6 uV/K)2l S #k2 Au/SCy (6.4 pV/K)ET 58 ¥ =dt}. SLG//HNCis (7.8 uV/K)ZF Au/SCis
(2.5 pV/K) Akole] S ghelli= 3wl 2fol7b ATk, oleh e dd Fe AAF % a7} SLG//HNC, ¥ Au/SC,
SAM Afolell A w3 S ghel zfolell =LA 71tk Aot

5. AEgk ()¢ Zo] &&A

5ol Ao] o&EAL ol S semiempirical parametric equation®® AT 4= v} (ACS Nano 2011, 5,
551).

S=s+ B8 xd

S

o7|d S Ad #7] AR A & e W d= el S ghelal, g BA Aol (A 999 4 &
= B A ek g2 wkE e gl whE S gk wWske] vjgoln

ke

ol A= CNHol A CNHo7kA1 o) &2 kel el &k dofol gk S #he] WMabrp wapdom gt

tlo

solatalt} (% 4a). olo] W B8 2 & FHE 3.1 + 0.4 uV (KnC) L 41.7 + 3.5 uV/KolAth. CoNHol

A B7F -3.1 £ 0.4914 -0.47 £ 0.07 pV(KnC) = A et

6. AX %9} dAA=o FIAA

o 4= (work function, WF)E ZAAE 7] s HN,C BEA tHallA =) Fdx B39 (ultraviolet
photoelectron spectroscopy, UPS) SAE sl om (= 5), Cu foil ¥ SLGY WFE 4.5 eVE SHEA L,
SAM BAdA] 3.8 eVE FHASIUTE. 2l 233 413 A WFe] ave ofwl A 9% n F =S
RoFE Aoy,

T3, field-effect transistor (FET) & AR&3}e] SLG//HNC, SAMS] A 325 F7l2 EA sk,

Aol a2 g =99l A2 HstE 2dd vk ar d= Si/Si0, dlolH fld

il
b
ofj
1o,
My
>
fr
e
of\
Ly
9,
1o,
:OI:,"
2
_
o
¥2
®
o
Ho
K
a®
=
=
=
N,
r_\f_l,
o,
4
&5
s
i)
o
o
o Wy
i)
)
1o,
w2
<
v
&
g
%)

Aol Z3} 2

T
)
A2 FHTH. olF, 7|RE opE "ol PIAS 147 S AASIT. 2 add A=
7 s el B 7IAA

ol7F 747k 100 B 40 pmQ) A sl o Eejetdict. mhAter FeE, At
TE5E AAG] HsiA A 2AE A AF AdEHOA &8E 712 (100 scem) 2 oF 23 EH 74 5A1E
ot 200 CellA] A& ojd® s}gltt. SLG//HNC, SAMS. 2 39 FETe Fx+= 817] & 69 Ve,

FET WS AFEstd th2 Ao upel =3 #¥ n (A8 g s5) 2 da2v] 2448 g dh3 ddo]
A= At FAA Ve Dirac EAE)E AAT 4= At} (Nano Lett. 2010, 10, 490; Nanotechnology 2015,

26, 475202.)
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I Ul’ E Ol
n= "—‘iVCNP dox AVenp

el iﬂfokﬂzﬂ‘j(‘“})
ox

AN e, ARG B GASE (eCeV m )OI ko= ACE Ame H HAL
3.9)01tk. AV FAZF d (= 300 nm) 91 FAA Hgw AolE Aol Wslo|t}, e 7]E A3 (C), h

= WH3E 93 A5 (eVs), e B £ (n/s)dl wE H=2n FEo|t},

(300 nm SiOz, Kox =

oA SAMO. R FET X5 AZstaL o] & ol &3l s S48 EE E&svh. 28d (SLG) 2 Tow>0
S Howd, o pd WS YEHAY (= 7a). o]EA oz aednt A Jyy=0S Hoof 3l o] g
od 2 52 old T HAHAAM B EAbel e =, FET FHoA W AlolEd] 93t F7] =& AlZto] Ao
gitolth, pd w32 #Rt 3 B4 Aol XA AF-AY FA (I Ves) 2 2 SAMel A 30712] A
2 g2 A3 SAHFYAT. [ Vs =dd7 a2 Aloloa] 245 AR Ao|ESt Ao 7H7 A4
v Aol sigettt. sb7] & 7hellA B = e ukel o] SAMe]l FAEW Ve SAMO] §lE Aol sk
Aasigion, 53 47 AME dol7t Frkeell whe dab gRadte] n o GERATE (% 7c). o= ghut
- Z A& Hel7t AdojHel wkﬂ‘r ﬁﬂ%‘% De7b FolA] ool WAg 4
2 A7 ¥ @A Al n k3o ?‘5}*&513 Ee7t o wol ol sdrt. AAlz aae] 1 AnglA] ek HNC, SAM
o] 7 A3}t AqUAE n = 10914 e Rdﬂg UeRdE, ol st Aol dA s B g FES
ZHET (& 7c). o2 o] SAMS| FET 54 Ayt = 8o ekt gl

ol
M
2
ki
—
&
i)
i
o
e,
%
i}
m& of

7. =302 §%=9 gap states (doping-induced gap states)

Tight binding modeldll w2, &3 AAA P Tgd5HA] g2 SLGE olUA] H4 (gap)o] 0% W= Fx, =
o= 9% (& 9a9 & d)& BoFE, a3 #9 $43 Ax A|2"2 22 o|yA| gapS THETE. o]
3k 490 d2s AA Ao A, "¥E F7F, dEFg/EH & g8 fxd =3 Sol Aok, e %
wol Bz & Aj22 HOMO (hlghest occupied molecular orbital) & LUMO (lowest unoccupied molecular
orbital)E FASTE, ol W] W= Fxo| JEgFS vX 3 AI}Ho R FaE EHERZ g,

NG, o] ob¥17] (-NHp) o] HA dates EdF2S Esto] SLGE FAdste ©4 AAet 45 A8ste] =& |
gap FEIE A, SLGAlA ofl Bt Z3] F&A] o]t oy e I A dES vX = 2
ol7} QTS FA| = 89S AV Y38 Ab initio AAE TS

57 FZA 0.1 eVell 7M7hE MZL in-gap FEI7} YEleH (&= 10), A2l AAHE in—gap FHl= <4
AbEel Aol W WA thek Bx1e 71&7] 4%, SLG EHI dAh AR} Alole] Agld wet wWabx] kgt
Axbol Al woll e 542 4 A& Holrl dojHe bl SAMe] ¥ E2 F& ouAE ¢ EH )
= Aotk (& 11). ALt A3 FET Aol o8 A& % EF9] o (¥ SLGoll Hls] Hd) 0.52 eV7hA])o] &
2} Aolo 7 gz Apelz A3 Fo] oldS WAoo R RAFETE, 238 ¢ 1 HNC, #X2+9

A o9 WY A4 97 o B7] wjiel SLGel diE ©f @ n 3 =Fo] HAg.

33
rlru
P
He
gi

)

= 9ax AAF 2 FET 45 7¥lo g 7z og oy d= F+x
o WA Tz WalE ackele] nelFT),
SLG FWHAA] HNC, SAMS] Ed F&2 = f% 3 e DIGHE st 3 A A e dx (D0S)E
FMAT (2 924 deom AN T2, B Aol Frkshd BFE o ol grom olEsa 4 A
(o)}
=

s

wel Foi, ofyl ¥Ao Bel FH AF

© -0.1eVE FHM (% 9a), AHAH o= DIGS oA Q@zAlo] F7hgkth. o= FET 43 dAS & +
ATH (= 7c). & AbE Aololl digh =38 Ae] oA o 1 EAlA o 2 A s SAMell A Ay st
1915739 I

v =Y 23 2 dA dre] 3ty gl v Far, AHZE DIGS7F A gHte] & des An
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of ] g}

8. S8 AlEH el

ofgfe] A& olgste] HWF-SA-H= HAA L S @ AEUHNAD = v (Phys. Rev. B 2003, 67, 241403)

Nle

(CLEPRY 4(E-Epo)?

7(E) =

n2kg®T @ In (T(E))|
3e dE IE Ep

§S=-

4714 r(E)= 53 A4 (transmission coefficient), EpE A 7Fed 4 AXR9 olyxA w#doely,
9 e 47 dE (olgE) H LEZF (9F) HEFo R A AZH g Fgolyg. e AAL AT}, ki BE=
T A, B A9 HEn 4, T JAE-9 H A 2ot Adr] Ehe mEW Epoll A Lorentzian

9] transmission coefficient 7] &7]& Sl a&3tct. 71€717F 7Fg2@ § ko] AXATLE, o] AlE# oA
vtayt 9o 7 H=e] Tua JEHSHH, 4F BE SANE AEH A (1)E 0.05 eVE ZPESTE. o=
71¥& Y& EGaln HAolA dta|2d 2 Ade A A8H gkolth (Chem. Commun. 2019, 55, 8780).

SANA A2 AR #ez AlEdHd d r(B)e X5 Boleu. AMdd S w2 ddg 2 <
AdE & g . 5o AlEeAdS Tl d2 wES 5] [ 2] Al

oA
rr o2

X2
n (HNC,) Calc. S Exp. S

62.4 30.6
6 50.7 24.9
8 38.8 16.0
10 31.1 11.2
12 29.9 10.6
14 28.6 9.8
16 27.8 8.0
18 27.1 7.8

ﬁs e =102 w -3.1 + 0.1014] -0.35 + 0.03 pV(KnC) = Wajglon] o] Aoz Bad 797
A3 (-3.1 £ 0.4014 -0.43 £ 0.03 pV(KnC) )3 2 2} (= 9¢).

HNCol Al 5e] Wab= 71 or7) SANl Ze o7 SaMe] w17 Fx7b thEv] mjEel glozal, dxsh 7+e S
o] SCpoll A AL} £ SANeE HEHu= Aol dFHAT). wi7FA| 2 SLG//HNC, SAMOl A= HNCy o1 % 3]

2 w9 AWIA7 Addon wgnch, plo) vkt 45 Hadels sgorel A% WAUZY A% ME
9 & gt

w8, g71e) dolH: AT 24 Aol U@ nd =3o] fud Aze WE Y Fxo AW EiE
shehs Alolth, AlEeld B S gel Aol JEAel U AN e AWHow A4 A% A
AR, 5o A gl BAE Ak, ol: Tew g ofm AwE & v,

(D) AA AxtE wxh wo] 282 9% (packing) T+22 Qg E34 d&d & dvh. IA] AHE A& 1
W S vl B2 A|2Ee) 2 gk 4= gl o] XAl Lorentzian (Zd %) 2F2] transmission peaks 7|HFS
2 AFHAT, AA A 9 gEAY U9 A o A FEASa Ao R A RHlZxo|A JF9-AIt

_10_



[0076]

[0077]

[0079]

[0080]

[0081]

[0083]

[0084]

[0085]

ZIHSd 10-2022-0169931

O % transmission function®] E.o] Wsk 4= Qlt}. o|AL EolA 7]&7]E =olal AFoA ZAHE S Y
felo] = 4 .

(2) =4 Sl gt o) F3= FAS 4 ok, = 0.050 eV & o] HNC, SAMel A n = 4, 6, 8 th3+ S e
Z+7y 43.7, 30.3 2 20.3 pV/KFtk. o] 4 w (0.20 eVW}X] =718 o S e 7ZH7F 38.8, 26.0 2 19.8
uV/KZ2 2230, gizdoz, 71 B4 do] (n> 10)9] A% S 2 1o WEo] A oEskA ek}, o 2
Y= AEZF o Zar INC o] AR ARE deolrt o &7 Hﬂfoﬂ S gtel e st wel o wigsds Ui
oh. wEbA Fe EROlA AEH S g3 o]EF S gk e Axe 1o EEAA

(3) A, EGalnzh SAM Fell ek HFo] iAWY §leo= sfef AR woll H= AFel7h s EAE} (Nano
Lett. 2019, 19, 545) - A=l o3 A Aqtshs HoFolA Atnshx] & = len e A
ol & & Uth. (Phys. Rev. Lett. 2006, 97, 216405; Nat. Nanotechnol. 2013, 8, 282)

tilo
z
of
i)
4
pass
v

9. Au/S FFAFH| vl

Hl&f+ (SLG//HNCy) B & (Au/SC) el 93 Ao A7k A= Atole] HFWolA e Al 3ol o+
shAIRE, 2 ool A= 7] wlAYFe] AN ALEel A tEvs e HxE ERlEiT.

Au/SC, AlZ=¥1€] S= chemisorption induced gap states (CIGS)ol ozl Z-¢-H=dl, ol& S-Aust &AIN A&

o] 1A &b AR AX EgelA BREH, &2 4l AFE (n < 10)91X = CIGS7F LI1 A
4

°
o ©]&3hH transmission coefficientE A ujel= BFAC] 21 &AR] (n > 10)dA= F83HA] & 9} =
A0 = SLG//HNC, Al=¥le] Ed A2 ofdl A7 =g S = gk AR e 39 *3”01] ofal Ay
Rl=

710 A AHE npe o] E o] w2 ¥ 3] (saturated) AR W AT @S g® A5l o4
A EdE G des o F don B o mE g HARAY AS ARE Fste] g A3 vE s 2
gheol S Ftol T Ade S @R Hd 5n) o 2 S e AE FAT £ v

Sl @S A ZEAR MAYSFS ofFl A 2 H Abolo] HlFH HEFONA AR Hs ZHEel o fr=
Hn ¥ =3 7]deith. 2 SHoR fid =3e ds adEe H2v A qEE Ef’é fr= 3
RS AAdEtaL, ofvl #2ke] & AME ol in—gap JEIZF obd ©F e dHEn] i) e JEk
S Y, B2 A3 dd ey do] gEAS Asiy, B do] upE AAd oA Mott FormulaE A&
gk S AlEHolAOR olgg HAYUSS A T Felsksith

el el 2Ab e A Aol Ak A= Sl ik Alej7h 3} EAke] Seebeck AlE FIA
4 o ol mt g4 7] E3 AAE Lol Theds HEE AASHE Aol
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