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ok 190°C WA 9oF 220C, 9F 190C WA ¢k 210TC, ¢F 190°C WA 2k 200T, <F 200C WA ¢F 250TC, <F 200
T WA <F 240C, <F 200C WA <F 2307, <F 200C WA <F 220C, 2F 200C WA <F 210C, <2F 210C WA
oF 250°C, °F 210C WA °F 240°C, °F 210C =] oF 230°C, °F 210C =] oF 220C, °F 220C WA °F 250
T, <9 220C WA <oF 240C, oF 220C WA 2k 230TC, < 230TC WAl <F 250C, °F 230C WA oF 240C, T
T 9F 240C WA ¢F 250C &% WA FaAE= HY F Jdo}, old AgHA & 7 U},

Spge] del s A AYe Agsgion,
o Ayl AgugddehE SAsA A8 & ),

ok, Belel thstel AACNE ol gl T FAHoE AYHAW, 5] WA B9 olHE F/ A
o a7 AAldlel #FEE Ae otk

e
2
>
PL
fr
Y
1o
HE
rr
e
Lo
=
0¥0

[2A)e]]
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[0061]

[0062]

[0063]

[0064]

[0065]

SIHSd 10-2022-0152723

<AAld 1: CulnTe,/SnTe Yi=T-ZAQ A|Z=>

1) &y dolil(oleylamine, OLA)(Alfa Aesar, 70%, tech grade) 25 mL % <2€©}d|Adl(l-octadecene, 1-
ODE)(Alfa Aesar, 90%, tech grade) 175 mL &3+ &Mo] CulnTe,®] AT <l T2 olAlH o] E(CulAc),) H F
ol el o] E (In(Ac);) (Sigma-Aldrich, hydrate, 98% reagent grade)ZS &3fA1Z1 ¥, 500 mL & A+ S~
A (three-neck flask)ollA 100C, ¥ ZFAdoA 1 A7F ot AbA 2 FES AASAT. Cu(Ac), ¥ In(Ac),

= SnTe 1 Eof dia) 27t 1 &, 3 &, 5 &, 9 7 29 HZ HUlete] st & vlo] A3A=2 399 =T
ZA AEE BHEQoH | AV YreTFEA AMEL CulAc), E In(Ac); A7FAY & w9 wa} (G-Cu:ln/x:yE &
Wtk (x: FE oA HOIEL] & v, y: QAFoIMEHCIESY & u]). HE3, SnTe 1 & diste] Cul(Ac), ¥
In(Ac)s & 22t 3 & ¥ 5 & H7star (CG-Cu:ln/3:5), Cu(Ac)y ¥ In(Ac)s & Z2F 5 & 2 3 & H7lsle
(CG-Cu:In/3:5), Y724 AMZS Azt

2) 19 &M B 2
2yt wkgo] &=
Eoz AFsta 94
Az Tt

3) 2)ol A Ax¥ CulnTe,/SnTe &29] o] {71&S AAS] Hste] IF 27, 450TColA 30 &+ &<t oJd

% (annealing) A TH. o™ E B¢ Shzg 2o A (Hot-press)olA]l 600C, 1 AIF T 22 A A s
He 57 A4S Y3 A3 nekoz g,

aL, o] A& 550TellA thA] ©f
&

=
a S uj, SnTeo] ALZ 9Fo]2 X3} "kLo] thal FHEA Bi, Ag, Cu, Cd, Hg, Pb, Pt, In ¥ Sha
# 4= Qlt}. Pearson®] HSAB(hard and soft acid and bases) o]&& &uj, Zzt= % o]29] AF 285
2 24 -
T2

AHE3kgith. HSAB o] & o= RE Z Ab(hard acid) el (d: Zn , Sn ) ZaA71(d: 1) &
=

A Adstar, oF Akl ¢d, Ag, Cu) %olee okadv (el Ac S} At Adtatt

rlr
=
tio
e
i

ol

ATt ® 1S #Fxste] AWetH, SnTed] CulnTe, 29 Yol A3 932, o]0l A4 WE2 4 33 Sn

& 919 (ingoing) ¥4 (Cd”, Ag' 2 Cu)BT}F Ac o} o Fg A9l A-917

%
tlo
of

2,
o

7] e, od, Ag 2
Cu’ obAlHO]ES} Ze oF Ak FEZex(complex)d] o8] $AUHE WSo|th, FAE ko] (Sn ) (LA,
Ac)e] L i A FUORRE Yoo WEHEE I £ k. EYoAE, 54 EARZ ]
Cu(Ac), 2 In(Ac),Z AEFT. a7 ¥ 1& Fushd, In' & 2 o2 759 Sp” 1) Kert AA43] o

2 g & gk,

=1

o
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[0066]

[0067]

[0068]

[0069]

[0071]

[0072]

[0073]

ZIHSd 10-2022-0152723

* 1
solid E=8§ E =8¢ E="Te
CuE 5 X 103 2 X 104 -
Infs 6 X 1077 - =
CdE 1 xX 1028 4 X 10% 1 X 10%
SnE 1 X 10 5 x 1034 -
ZnE 3 X 10 1 x 107 -

= 2%, CulnTey/SnTe Yi=7-ZAe] F3A28 w4 (TEM) ARloltt, & 29 a ¥ b2HE AARY AR IZ€ =
o] FAHASES AT & A3, = 29 O)EFEH FH mm 2719 Y YA THA ZHITE o]FIL U
e Qg = o,

= 39 a+, CulnTey/SnTe Y=TzxAle] ZAH AW(ZYEZ)S st 3ids TEM AFdolal, = 39 be, =
39 ad o] a1&F] oMk (fast Fourier transform, FFT) & 4a+= CulnTey/SnTe Yi=7-FA 9
XRD =4 ZAiolt}t. & 39 bERE|CulnTe, ¥ Sn0, A elglon o= % 439 XRD ©lolg oA CulnTe, %

rm
S
>
N,
o
. f
[l

Sn0, Aol #EH Aol AxFTH w 4pES Fxabd XRDO A AL Te SolLS ¥IeE T AFE
(space group) Fm3mZ 2zt SnTeo] FCC 94 (rock salt) %<9 w&siA dXghs gelst 4= v}, 28y o
25 2 40° (20) oA, space group 142d €1 AW (tetragonal) CulnTe,o <3t ¥ 37} #AHL}, o] =
3 43 Culnless SnTee] 24 T2 HAHS 78, Te o€ Cu'sh In” ol

sited] AE FCC F+Z2YS Flslsitt.

rlo
9.
-
o
@
=
o
=
@
a
=
o

= 5%, CulnTe,/SnTe Yi=+-ZA) 2] STEM-EDS(Scanning TEM-Electron Dispersive Spectroscopy)E AR&3F A
A A2 A CulnTe, ZH T ©] CulnTe, o] EH|SF A Cu, In 2 Te YAE dIFE X3sta A5 HER

b FSetd, el TEM, FFT si®l 9 EDS #4] AZZK-E], SnTe A HANA Fol2 A3 vHgS F3
CulnTe, U= AR o] Fox L3 i%%o] HAAE AL #elsa),

<Ad4d 1: CulnTe,/SnTe Yx=TZA9 7|2 EA =F>

Ao 1o 4 A2 et & v]e] AFAZ Al ZE CulnTey/SnTe Y%A AE 2 IEE X 42 SpTe Al
A71A BEAS =AY (= 6). FAFSR, CulAc);, 2 In(Ac)sS SnTe 1 Zo tis) 20 1 & 2 1
=(CGCu:In/1:1), 3 & # 3 &H(CGCu:In/3:3), 5 & % 5 &(CG-Cu:In/5:5), 7 & H 7 &(CG-Cu:In/7:7),
32 95 B(CGCu:ln/3:5), @ 5 & 2 3 E((G-Cu:ln/5:3) H7tsle] thekst & v)e AFAE mEE =
T2A AES ARSI, = 69 a ¥ e, ¥AY aXoln = 69 b B &, AW A aXola = 6
ol ¢ @ g, YA Y Zolw % 69 di, CulnTe, ESnTed W= tholo] 1S vEldl W2 %ot} H|A
gt AW Alges AFA = vle] gigk Weksk FAE YEREYE. CulnTey/SnTe Wied2A412] A8 2 AW A4

o AgHA 2 Sleol Mdtel RS FAsRYom, PAYoR ATA] B vk Fohgl mek A 3
AW AT SRS s,

il =}
o

%

371 & 29 & &9 54 AAlAM = Culnley/SnTe Wi=r-2A9 A2jo] %= 2 o] g=rt AW EA &2 SnTe

_12_



[0074]

[0075]

[0076]

[0077]

[0078]

[0080]

[0081]

ZIHSd 10-2022-0152723

BHop 2A3eS YEyth. o]ASe F2 CulnTe,o] Tl Feo] o3t Ax g]o] Aoz s wasis o
Uz ey g3 o3 Aoz, AW AFe F7F 3 CulnTe,o] Tl FHo] 23 X e ygoz <

62] dE F=3hH, SnTex 180 meVe] FH& W=0S zkx|ut CulnTe,s= OF 1 eV WAEAS 2zt

A4 P o 100 VYRR AST 5 Ao,
FAGOR, AW A% Pl e AAe BE FEYAANS /Mo FYHU. ® 69 bE FE|ol
Mys, P 4Ae mYFol 9 Sules] AN Azelth. Culnle, mHZ] 9@ AUA FEPL »

ol 12 N
o,
p‘h

ol
-
rr

N

| #1381 olF(heterophases) 7 Alele] xZ®lA dHE F3 HdE ZE(transmission probability)S

B39 87 4 28 Fasic:

e

[+ 2]
AE(E,—E
I, = = T . s ) . (E‘:Es)
E} sinh” 2wyaf2m" (E; —E) /i) + 4E(E; —E)
AE(E-E
== - . [ 3) & [E >E3]
Eésinll‘j[%néq('lru*[_f—EB]:’h)+4E(_E—E3]
B7) A 204 B AW o], me FE A%, wi W FAEEEF et A4 88 T A 19

f

Fermi-Dirac 29| o=z Faxtt, Axt= T 69 boll YEFWHth. oF 100 meVY AH o)== (G-Cu:ln/7:7
Ui z2A AEe 7P Ak 7] A= CulnlTe,®F SnTe Abelo] X®ld A8 o7} oF 100 meVlS

etk 2y g 295 FA) = ARl ARG ZfolE vhEITE. A7) A Ao ALtS 9l
o, 9" g Elfraction factor(f,)E AFE3IATE. 7] fraction factor® AA ZAH ol gt IL =
AgHe 55 7Hgske] 7@ gro®A, 6-Cu:ln/5:5 W& A4 f, % 0.7, (G-Cu:ln/7:7

12 sto] ARg Aol 7 2 skt whebA, A AlgEe] 2 CulnlTe, ZYSS S olvA FE A
shelst 4= Addch. AW A FFoR s, (G-Cu:ln/5:5 A& AHEE IR A 22 Snle

S HE zrel oF 1.8 mi/mk 258 <F 2.1 mW/mK 744 Z7bsha).

N
r«O
s
tlo
ol
o

d

X2
M= AMe]o] T2 (em™) o)X= (cm?/Vs)
uncoated SnTe 4.781 X 1019 6.976 X 102
CGCu:In/1:1 4.481 x 1019 5640 x 102
CG—Cu:In/3:3 3.147 x 108 6.933 x 102
CGCu:In/5:5 4.448 x 109 3.823 x 102
CGCu:In/7:7 3.504 x 1019 3.270 x 12

<Agd 2: CulnTe,/SnTe FoJA YxTZAe 43 EA 4>

AAe 1A A=A ohekgt & vlo] ATAE A ZE CulnTey/SnTe Y%A AME 2 38X 88 SnTe A

29 €4 548 ST (= 7). =79 a ¥ o, AEE Jgzola, & 79 b, A dAERE 29
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[0083]

[0084]

[0086]

S3IES 10-2022-0152723

K
o
i)
t
rin
H
oft
)
hinss
_>'i

=
=}
lo,
of
iica

N

JEgs IHYA g2 SnTeRtt AP, F EAEE(k)E AA9}
Z Y57] $18, Wiedemann Franz W2, k. = LoTE AL, F GAEE (ko)A AR}

(k)5 W A dde®(x)= = 79 bl FAE A3} o] A Ao 7o HAa dd

rr
Lo
)
2

e R
>
b
ki

EEg 71538tk Cahille] Relel] waw SnTed] HA AHEES 0.44 Woks el vk, = 79 bel wh
2H, 2o giiEe] vnT2A AEddA Ax dAEEE °F 0.4 WA ¢F 1.5 WikKom, i 2EdA
AR EHEEE HAh dAERE 7tk ol#dt Ax dHERS AT A 2 AR 9 o=
FAEY. BeE Aol AR YAl YA o]FsE E=(traveling phonon)?| Ateo] BLES Exe u &
TEH BEAY &3 duds Aol2 A8 E=o] A4 A o] WAL, olelg thE Ei=o] 94 Ade A
S doy|EE AEd = ATS U 5 vk A7 A Ee SRS e X AWERHgA g 2
= o A A Z(mean free path)E RHEW, 0|22 G ofollA] A=l ooz 283 & gy, & 79
bell A VERE vhel Zo] AAY IHE MEY A EAETAE B 2yt o)A AL Azl X5t
T3, = 79 bE FuEhd, SnTe ¥ CulnTe,Z EE3sh= Hl#2 2 <] Klemens ©]&o 7|Wsle] At 4
E%+ SnTe XUy H] [l

AU B4 e Ao® Uehon, o] CulnTe,®] HEE7} SnTe Bt} %7
E

49 B Az oL A

R

<Agd 3: CulnTey/SnTe Y=TFZAY €4 AT AF(21) 53>

A 1o A AzE ohke = vle] AFAE AlZHE CulnTe/SnTe Wi=t3a] AE 2 IHE A 2 SnTe A

=9 dd Ao AF@GDE 2dd 1 2 29 SAES ez ALEdn (= 8). = 89 ax

T 2YWEZEA, CulnTey/SnTe FoJA YA 9 44 4T Ave 823Kl 1.68, 54 2% 37lolA H4t
=2 3s 7HEE st 9 A A9 6-Cuiln/l:l

AMEY (823K A 1.8 mi/mK )& <135

0.7 A=A &3 E243 &% gigoa 74
AMEFE G-Cu:ln/5:5 ME7MA S7Hler, CG-Cu:ln/7:7 AEL W& 3}
CG-Cu:In/5:5Htt 94 A% A7 w$krh. G-Cu:ln/7:7¢ & 7] A3e 3y u R & SnTeo] A st=
o S HHE 2P, wEkA, G-Cu:ln/5:5 MEo] 823Kl 689 A dA AT AF #E 7H

0

2
—

T3, HER B oA ASsE AR S Fa v A% AdREE, G-Cuiln/5:5 AE B CG-Cu:ln/3:5
AEe] dlojee] M} Fo] (6-Cuiln/5:3 AERY H2 A& &% 5 ek, webd, Cu 5 n9] o] &
A Cufl el In o= wBoh ot #2 Zo] Cu el In 3 Bok &2 Aol Hle] dd 24 4] ¢

oFg Aol AL EF2lsTt. & AMd EH dd FRAYGe €A AT AF HuE T 89 bel YERIT.
CulnTey/SnTe Fo] A =Tz 823KolA] Zt Fko] &2 & 714 =gkt}. (dS B (wle YiBdo] BAE
SnTe Y=TF2AE CulnTey/SnTe FojA yx=Fx2Ad uld]l @ s AF7F 2ot o A4+ ZHd

CulnTey/SnTe HAAA UegZ2Ao] FZ71 7]£9 vk E@o] E2lw SnTe YegZARY EH A AFE

f
b "

UegzAe 94 As A57F 873KellA 1.0 zTeZ 7|EE oy, F dAEEE 873KelA 2.0 W/mKE, 823K
AAld B dAE] U, oA FF2F Aol dd AT dAAS xS
bE Faustd, Z 7149 Cdle/SnTe ZE YA}e} wlwste], 2o CulnTe,/SnTe
A e) 823Kl M) 2T #k B2 e (eF 370K WA oF 823K)ell el st 2T grol Hf =& A& Al
Atk ®E, 29 CulnTey/SnTe WmZ2Ae] &% Frul(eF 370K WA <F 823Kl Ht 2T #%e A7

S

B wAe Ad FRAG gutt 2L FAT + Uk,

xRN

Mol A ol @l o8 Culnle, 3& FAste] AT, HSAB o B, A9ty Ay © T o)Fye] 7=

2)
A A2 Fol2 A gAAA Fad Aoz vtk CulnTey/SnTe oA U=tz A4 Ao 7l
B
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CG-Cu:In/5:5 Y&

5

L

L

=

=

H

e
[=)

AA Y F8 9 Culnle,/SnTe 1}
3}-9] M

FE A

3

R

=

50% 2

ok

o]x <¢F 100 meVo]t}.
-

)E APREAIA A A

=

=

SnTe Bt} ¢F 40% WA

o) O

& Aol Ao (

JAako w2 SnTe$} CulnTe, Abo]]

1

o

=

I U R U e oo W Fol
g W Ew Eor d oK o =S =
~ 0 TH ~~ “_H_”
] S EF g
w8 g TImo gl
dﬂoe o K - b w . o = X wﬂbt
2 W . AN T SR -
= "o ol <o B 0 o] & mumr.,
o AN w - o BN o ® T M o
oo B S M S 3 - ~ o "
N "N ]M ,umoul \W“ B A -
e T 58 i T
3o oy 2@ oo NS s
B %D \w Ht oﬁ B T ﬂ_wﬂnw o \_IJ_OI ,.M_l 01_ T i y
L 2 W T oo X = o X X o i
Tz LEEEz® <XEE 3w
K & o & = — e
so M & mum B g M %L mM mo B gﬂa W o “...M.._amm
Fo o3 R AE B T E 136
I:LQHU M dﬂ,ulmﬂ” ]ﬂﬂﬂ/x\mvl . M,o Sy
o . )
ipsETiz® STEIE oz g 3
oo oy =2 S P o ) A~ , s B
Rw 5 T SN oy GEZHy T 23 )
TRETIE.E SETLE Z. 5 %
TEBE YL 88T Pegd® ¥ 5
EREs % FEelirEr -8
w O W WiﬂMduA JXl:tﬂoA ﬁu!,@ S
I O Ll T
Fomoo % g M Fop o T
S % -~ B oo N B g 5
o MI# o] o ~ Mrﬁ N Mu ) Aﬂ_ ) mm z
oo O oy B C o o W e t B 3
Wi G EEsgT ZEITE R ff 8
Erx om oS ™5 F SR o E g
2N - P _@ﬂ@mo% MH g s
—_ i) ~ =
J%Mﬂuﬁﬂﬁmﬁw Tl %%%@& mow_n = @
~ o) W E ~ of W :
) ol N~ I i ol :
3 oF M Eww T * T M%uﬁo# T B TR a
zX e HE &9 F TPs L T
oy ® S 2 KO %o g =0
& W Gl Jg s Z W o - o = 3
EHOR o M o W _ ® N T 3
= = = T 0 = 2
se iy TTE fEugc S i1 gefage
7 ) o — Q " < =, T
of L =0 o LR S 3 . amv “
oo o <~ e % B, TPy 57 ® 8
o < B0 - T X N s
WX Hr m»nm °
T o w " oW .M T .F ™~
N o ﬁ Mool o Powo ®BEX M H_
W oo Mo N s N TR K D E AT

[0088]
[0089]

_15_



ZIHSd 10-2022-0152723

_16_



ZIHSd 10-2022-0152723

= CG-Cu:ln/1:1
= CG-Cu:ln/3:3
——CG-Cu:ln/5:5
e CG-Cu:InT:7

Intencity(a.u)
t
.. .

20 30 40 50 60 70 ' 80

theta (degree)
‘ (#34-1498) CulnTe,
| I | | 111 |

a I

‘ (#46-1088) SO,
|ll ‘llllllllll

Tt:l,‘ ]

e
Fete® ¢
w:*;é‘s_lﬁ

Space-group 1-42d(122) -
| Sgpr::: Fm -Swr: i(6225) == tetragonal
| e a=64700 A cell a‘iaé%i
v=27084 A* b7k
! 0.8 ¢/a=1.9987
V=477.27 A3
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k1
N2
%]

Region-'[

O Region-1

O Region-2

200 nm -
= _ Region-2 i

Sn 816 45.98
Te 41.07 49.39
Cu 1913 0.62
In 17.80 0.32
o 13.84 3.69
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k1
N2
()Y

el

12F
10}
08
06L
04}
0.2
0.0

Resistivity (mocm)

sdmem

T T T T
- Uncoated SnTe
CG-Culni1:1

- CG-Cutin/3:3 ®

CG-Cudln/5:5

CG-CuIniT:7

“300

500 600 700
Temperature (K)

800

900

—_—
(2]

~—
s
=

05

Powerfactor (mW/mK?)

0.0

e
il

“_;g;j. §

L L n n

,{:ifi

"300

_—
D
S

500 600 700
Temperature (K)

800

900

(b) 200
160

120 |

Seebeck Coefficient (uVIK

T T T T T
Pure. Multi-band
——Fillering, Eg=0.1eV. 1, =1
——Filering. £,=0.1eV,/,=0.7

(d)

CBM

500 600 7oo 800

Temperature (K)

400

SnTe CulnTe,

E, =180 meV

VBM

Low-E holes —

I Eg~ 100 meV

0.96 ~ 1.06 eV

E,=

High-E holes =

LX)
e
=3

141 .

1.0}

08|

0.6

LAm4dB

Resistivity (mnem)

0.4F

0.2¢

0.0

T T T T

- Uncoated SnTe

CG-Culn5:s
CG-Culn5:3
CG-Culn3:§

3

" e

2=

o<
o -

-

a

o
T

-

~N

=3
T

PP

"
"o

@

o

T
nA49

LB ]

Seebeck Coefficient (;V/K)
o~
o
.

300

500 600 700
Temperature (K)

400

_
(=]
—

28

241

204

16|

PF (mW/mK)

L
" v
qai

4
e
.48

" e

PO | L
500 600 700

Temperature (K)

L
400

1
800

900

500 600 700 800
Temperature (K)

400
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EH7
(a) 5 T T T T T
-- Uncoated SnTe
-- CG-Cuiln/1:1
41 m .- CG-Culn/3:3 o
= - CG-Cu:ln/5:5
R - CG-Cu:lln/7:7
< 3 .."'-
¥ F i
E ??? .'"I.,
= il .
=2t 1 x: i !
& . tif
il oy
300 400 500 600 700 800 900
Temperature (K)
(b) 3.0 T T ———
— Pure SnTe
25 ——  CulnTey/SnTe, 6= 50 nm A
——  CulnTe,/SnTe, 4 =80 nm
— Klemens model, /= 30%
20 E
3
_E_ 15} E
=3
w10 J
05} 2 T
e
0.0 1 1 1 1 1
300 400 500 600 700 800 900
Temperature (K)
(c) 5 T T b L) v T hd T
-l Uncoated SnTe
4 [ --y-- CG-Cu:In/5:5
i B @ CG-Cuiln/5:3
T 4. CG-Cu:In/3:5
" sl ) .. ]
E 4 : Wi,
-3 * .4 4 - "m
32t T : et .
“ . ) f "i.i ‘ B
16 ?‘¢ a
1F e E
0 1 L L 1 1
300 400 500 600 700 800

Temperature (K)

900
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(a) 2.0 T T T + T (b) 2.0
1.8} Uncoated SnTe [ ] [ JzT_max (@ 823 K)
cG-Cuiln/1:1 ] zT_ave Ref. 33 -
1.6 —m—coe-culn33 L 1.6 -
14 —v—CG-Culn/5:5 ] Ref. 53
= - CG-Culn/7:7 Ret. 55 Ref.24 Ref. 54 .5 Ref. 15
1.2} 4 12F "o 7 & -
2 2 ¥
w 10f 1 = 3| e 3 % 2
N N : 3 7 ] o
0.8 - 08| % Z 2 é‘ E -
£ H 2 £ S
o ik 8718 |5
0.4 E 04} & 2 = o B
- 2105 3
o P E 5]
& 3 il i
0.0 0.0l—<

"300 400 500 600 700 800 900
Temperature (K)

@,

-- B - bulk-MH
v - Culn = 5%:5%

2T comparison

1.6 - Cuiln = 5%:3% 1
«  Cu:ln = 3%:5%
12 .
ks
N
08} -
0.4} g
0.0 1 =
300 700 800 900

Temperature (K)
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