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(57) Abstract: The present invention relates to a nanoscale thermoelectric assembly assembled through non-covalent contact between
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of the Seebeck value in a graphene-alkylamine SAM system, thereby enabling the development and industrial application of efficient
organic thermoelectric devices at a molecular scale.
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[45] [3E1]
n [T (K) | sample | tips |junctions|counts AV nean Ssam yield
(H:N s #) (#) Oav (mV/K) (%)
n) (#)
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 | 249+12 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 88
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 86
18 4 3 14 40 3040 -32+8 7.8+0.2 90
8 3 14 40 3040 -59+ 10 88
12 3 14 40 3040 -85+27 88
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M*E“ B 5dd wabgd n=102 7 o, 53], 7ARE 3F 33 Foll Bl 8
Hl&f gl A S ghol Atz o 82 a4k & gl 5= vt (24b).
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53]  s.AHgS)e] Ao] o EA
[54] Se] do| ofEA)-& ol 2l ¢} -2 semiempirical parametric equation &= A g & 4=

2T} (ACS Nano 2011, 5, 551).
[55] S=Sc+pSxd

[56] AZIAM Sz A 771 s ZHA] Gz 7hde] vl e kel A S ghelat,
Aol (A e el e] d HEi= whA A o) 2 Wk vy ol uhE s gk
i 3}e] vl Foltt.

[57] - g o) M = CNH,ol A Ci)NH,7HA] ©f &2 H-2bel] thaf -4 A o]l th&k S
ko] "ot Ak o' TS ERlskith (5 4a). o] ol thEk 52 Se 4L
3.1 0.4 uV (KnC)t 2 41.7 £ 3.5 uV/KO| AT} C(NHLoll A 357} -3.1 + 0.4 A
-0.47 £ 0.07 pV(KnC) 152 A k= A1}
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[59] 6. A Tx ¢ dAMH T AAM
[60] 2 &= (work function, WF)E 27 35}17] 918l HN,C, 3 &Aoo afl A =] 4

F A A} 738 (ultraviolet photoelectron spectroscopy, UPS) 545 sl o
5= 5), Cu foil 9 SLGS] WFZ 4.5eVE SA %9141, SAM &4 A 3.8eVE
FasshoITh. bk 3 A5 3 WES] Zrais obel P o 3hn 3 £Y2
S8l Hol i Hlolth.
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TEE F7FE 543t FET A4 of 22 2 =)l A2 e sbd
2R mE A 7E 315 SiSI0, Aol ¥ flell ZLE (3 nm) R & (60 nm) w5 & 52
M 2 DAl oal Alztetaint. o] Holl PMMA 7] T1ejd A5 5 =
&L o] Si/Si0, Aol H &2 HFHA . o F, 7182 obAlEol] Ho] PMMAES 14]3F
ot AASG T ZF e R = Ao E E 5 Aol 7F Zh2E 100 40 um<!
AR el e el o et mpA o w B, e 3ol B
7NAA FE& A7 AfA 1A 225 A AF Aol A 2wk 7F (100
scem)® OF 23 -9 7] of| A SAIZE F2F 200 °Coll A @2 ojd = sF¢lth. SLG/H,
NC, SAMC 2 A | FETS] F2= 3H7] & 69 YR I

FET ¥ 2 AR&-8hd v WA 2ol wheh =3 2l n (A3t 7l el o] 5 5) 3
=] w2 EsoF 248 B o] 9l s T4 Vew(Dirac 1 E)E AA S

= 1T} (Nano Lett. 2010, 10, 490; Nanotechnology 2015, 26, 475202.)
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A7 ep AFF FRE F AR (2GeVIm )OI ko= Al E Al of W F3&
(300 nm Si0,, Ko, = 3.9)°1 . AVenei= T/ 7 dox (= 300 nm) 91 F- Aol 2185
Aol E A kel Wglo]tt etz 714 A3t (C), hiz W EHE E7 5 (eVs), vis
Blo] S5 (m/s)ol] whE #| 2] SEiojt)

£ g o] Al SAM S & FET &2 & A 2138151 o] & 0] &3] Ve 7433 B
Foloh, Z2ef 9 (SLG)S Vew>0S B, o] 3= pd =88 vepdlth (=
EH oz AR UTHA V=02 H.ofoF 3t o] = 2] ol 3 B &2
&7 A A = WAkl o jF g, FET S804 W Al o] Bl 23 7]
AlRkol Aol A 7] witolth, p&d S TRt g A Aol A A e
A A (Ips-Vas)S 2 SAMell A 3070 9] A 2 o2 5] el A S A = ot
Ins®F Vosiz el Q1 2o 2s Abololl M S48 A of Alo| Eof 22nof 242}
453z bl sttt k7] = bl Al BH1e 5= 9li= vlke) o] SAMC]
AW Vawi= SAMO] 3= Aol vl ste] Zhasigl o, 53] 47 Ak Zol7}
Z7heell et Ak Faskol n @ 5238 E YT (5 7o), ol 5= Bk g 4
5 1g) Aol ARGk 4 AbEe] Aol 7k ool utef o4& d st
sobA bl A A i A7 WobA Al n g o] g AL E7t Y ol
o ettt AAlR Lo ef 321 78] 2] X of H,NC, SAM €] 37 Fg <}
A= n= 10014 FFE Aol & e, ol d Aatel A st &

k1
e
ot

o

~]
—~

d).

1

—_—

(o]

L
Ju e of

o

m



WO 2022/270876 PCT/KR2022/008807

g 2tE 9] F28 FH I (5 T0). tHE Aol SAM®] FET 54 23 & 89
L EFLE 2

[66]

[67] 7. =38 0 2 f %= 3 gap states (doping-induced gap states)

[68] Tight binding model®l] W=, ¢+ A4 2 5 5 %] o8& SLGE oy A
A (gap)ol 01 W= 2, =5 U 92 (52 9a9] wHbA H)S HolEn) 1
Ao 5247 A A| 28LE 218 ol 4] gap2 RFEUE o] 28 -9 d 2=
A Aol JA4, M E T stelE el 4 3 e o8 rRE = sl I
T mH e A S22 A 2% HOMO (highest occupied molecular orbital) %
LUMO (lowest unoccupied molecular orbital) & &/ ¢tc}, o] = 1l o] Wi =
o] YA WAL A0 R A= EREE 2Hg-ght)

[69] H,NC, 9] o} 7] (-NH) 9| A4 A= 58 F2HE 53lo] SLGE A8k
A 2p ek ”i 2h-g-sto] A 23 in-gap S EIE A8, SLGo| A o} Fl
WAbe] =] FEA] o] gk ol x| e o] A deol dEFe A= el
I FA ‘3% 221& FA}sl7] 9138l Ab initio AlAHE =3 5FA T}

[70] E2] FEA]-0.1evell 7H7FE Al 2% in-gap A EI 7F Y EFRE S ™ (5 10), A 2 0]
A3 E in-gap A Hl= € AFEo] Aol ¥ WAl gk Ao V=] Ak,

LG I A4 A3} Abol o Ag] ol whet |ahA] ekt Alibol A ol ¥ &=

J2 A4 A&l Aol 7t doj e whet SAMO] t] 2 &2 o A &

A= o] lthiz Aot (3 11). AlAt A3z FET 2 ol o3l 24 ¥ EF ol 5

SLGol Bl &l HtH 0.52 eV7FA) o] -2} Holol] & Fi-A} 7] %9
Aol 2 QIgk Zlo] obd & WA A o2 HojFErh 23] 2] v 1] HNC, ¥-4H9] -5
ol WA A dA7F Y B7] widol SLGOll tial o] B2 n & =57 0]

v
X,
o

¢

we, i
N,

)

[71] % 0a

(o3

[72] SLG ZE o)A HNC, SAMY] &¢] &2 =
A star 3 LA oA el H = (DOS)E F7HA T (5 9a0ll A A2 e
AN 72y, & Aol Z7FsHE EFE Ul %ol 3o = ol Fdlar 7 A=
-0.1eVE 24 ¥ (& 9a), 434 © =2 DIGSE] ol #] Q3L Alo] F7}ekt}, o] =
FET -4 1 A X188 & = ATH(E To). € A& ol g = F L9
ol&EG LS v 7J WA A T 2 A2 7] SAMel A Al shE B S22
S ==

AA} o] skt b Ao 7|1 & 8far, Al 28 DIGS7F 3o & A
1%ﬂ@tﬁ%ﬂﬂ&%

[73]
[74] 8.S°] Al E oA
[75] ol o] 2] & o]-g3to] A=F-SAM-A = HA3HA ] S ¢h& AlEdeldsd 5= )

(Phys. Rev. B 2003, 67, 241403)
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[76] ,
N I Ir
T m2kg*T dIn ‘(:(zg))l
3e JE E=Ep
[77] o] 71 A ¢(E)i= 3 Al 4 (transmission coefficient), Eyo™= 5 o 7} 8F ¥-A)

Aao] el A o], I B M 717F % (o} 2 %) B 8% (91%)
Bo0m 8 ARG 4% oIt e o] Aok kyiz B AT A B
Aro] | =Zn] gl 7= Ao By A £xolth A7 e u=d E,
ol A Lorentzian X.%F2] transmission coefficient 7| = 7] 3= Seol sl &3tt}. 7127 7}
7kt 2 S ghol AT o]l Al g dl ol d el A= npetat 99 F #=ro] AL
7145, & BT SAMY A ZY H45T)E 0.05 eVE 74 3t} o] = 7]
U} & EGaln % 3HA| o) 4] HHe| 25k AlH o A &89 Zho]t} (Chem. Commun.
2019, 55, 8780).

FPN

[78] % 8b= FET S A -2 AE g2 Al EH oA H B)Y &5F2 Kot
AR S g2 A # dA 3 oF 5 k. S Al E oS Tl A
a2 8] (3 2]00 A sk

[791  [3%2]

n (HLNC,) Calc. S Exp. S
4 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

[30] BS e n =10 Ul 3 + 0.1 4] -0.35 £0.03 pV(KnC)' 2 H 33 o, o=
7] A3 (-3.1 £0.4°1 4 -0.43 + 0.03 wV(KnC) ") 7} 2 gbc}

[81] H,NC ool A pse] Wsl= 11 &4 SAMI g2 &7 SAME] 3 7] 27} Tt 27|
ol Ao ZA, MA e} & SAMO] SColl A A 9 F-& SAMO &2
Az h= Aol JZHu) vpzk7A] & SLG/H,NC, SAMOl A = H,NC,, ©] 3
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[82]

[83]

[84]

[85]

[86]
[87]
[88]

[89]

[90]
[91]

(1) A A Jx= 2 2he] 234 37 (packing) 72 = Q1S 5344 wd
T du}h oA A E AL B S 9 B A AEo)] kg 4= gl
o] /A Q1 Lorentzian (2 #l =) 2.2 transmission peak & 7| WF o 2 2 & 2| 7
AA AR A o] A o= HE A A S
2 =o)X 7F-9-A|QF 2 & transmission function®] F.QFo] M3 5= It} o] A2 E,
NA 712715 Fola Aol Zas S 4k dde] = = 3

) =4 Soll g ref gav= FAI = §1th. =0.050 eV 9 @ HNC,
SAMel X n=4,6, 8 th&k S 4L 22 43.7,30.3 R 20.3 wV/KSATE o] 4 1]
(020 eV7EA) T7FE Wl S 3k 2H2F 38.8,26.0 R 19.8 pV/KE FHAFt
A o= 21 FA Aol (n>10)2] A5 S 4k 1o Aol ZA &&E8hA
g skt o] A= AEZF Ul 2F3L HN,C, o] ¢AIQl A& ol 7} ¢ #7] wj<ol S
ghol rel Wslol whet of wighs| A& vebdith, upebA] & Aol A A d 4 S
it o)A § gk 7re] Axi=ro B3-S wels 4= Qi)

(3) A A, EGaln®} SAM 1ol et A Fo] 7 §la- 05 sto] AE®] &l
== 2}o] 7} 918 9= AT} (Nano Lett. 2019, 19, 545) -5 A =Fol] 2] 3 )
At sk ol A AASHA] &8 4 gl o FEE A AR fIjlo] | 4

21T}, (Phys. Rev. Lett. 2006, 97, 216405; Nat. Nanotechnol. 2013, 8, 282)

Rl
e
net
o
i
e
of,

9. Au/S T A9 I}e] vl

B Ff (SLG/HNC,) B 3 (AwSC,) HE9] 47 A& 479k A= Abel 9
oA o] A5 3ol of EahA| v, & ool A 3= 7] & WA Y F o] Al
Abgel A thaths Ale H 22 g1t

Au/SC, A 2= ¥l 2] S3= chemisorption induced gap states (CIGS)®ll 2] 3
H9-5320], o] = S-Aush 99l AbZre] €17 FhalG A Qo] A% & ol A
Hl EZ 5, -8 o7 A< (n< 10)0)] A= CIGS7F LA 91 AFL2¢] Z o] 9
9] &3} transmission coefficientE A Wl 5F= #EH o] 71 A Q1 (n > 10)0l| A =
Q317 ¢t} oo} vl 4 © & SLG/H,NC, Al =8l e] A3l 52 ofwl A7}
Lk g o ® Qg AR W= gl o] Aol ofsff <},

A7)0l A Ak B ufe) Zo], B ukdof] ul = 3 3} (saturated) F-AF2] A
A @ 1 A= A dgE S 5o, By
nE dA H3A e He- Ads Sole] glet Aaf vl R AEe] S gl 3
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