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stk 102 & HZBA7olE utdte] F2 A =5 Aagos AHsta 7|9S 700 €9 & Z9 1‘5011*1
15% &t AxAZY.  dRZB ATl E “4“#94 A N, 2B vrroA] FPFHATE, o] F,

Torr) &tollA Co (20nm), BCP (5nm), Ag (100nm)E& =24 oz AF2fste] 247y AAdESs 55453 94

sl

o
o =
~
A
=
&

4 "9y

XRD L 40kV A9, 200mA A7, Cu 3 4=, Cu Ka A (A= 0.1542mm) 9 Aoz uEy 34
=471 (D/MAX2500V/PC, Rigakw)& Ah&ste] AIvh. GIXRD ®le st 2d47] (D8 DISCOVERY,
Brucker)E AFg3to] AQtl. SEME S-4800 3]E}A] slo|HAE 2% AN AS AL&ste] F=aagtl. SEM o]v| X
o] JAF A7) EX9 AE S Image] 2T EHO] (W5 IHRAY, https://imagej.nih.gov/ij/)E A3}
o] Aok,

UV-Vis-NIR &4 2~ E-L Cary 5000 (EHE) EFFEAE ALEste] A, Fidd AdEHL A= 3
IE 7] A2 ARESFE nF900 7]7] (Edinburgh Photonics)® =73 3t}. TRPL 42 PDL 820 #o]#A A~
=gtol¥ 7} A&E PicoQuant FluoTime 300 (PicoQuant GmbH, & U)& AF&3}e] =3 s3itt.

H2A o)A tho]o= (A = 375nm, HA FWHM < 70ps, WHE &% 200kHz-40MHz) S AFE3le] WEZS A=A)7)
I XPS % UPS A& ESCALAB 250XIZ F=3J3litt. J-V 54 HdF AgdolHoA Fxz2 de §fE317]
= 2 S

glal aEFD FURE AEste] LR A9 FeH vhx gRe Keithley 2635 A A2 54

B v FHAYANIYAATANREL) A HAE K65 HEHE Si 7l A4S AMEste] B, o8 &
2} &8 (EQE) =32 QUANTX-300 (Newport Co.)<S A-&3sle] F3)atgitt.

gl FzBisbolE dhue] By 24

r.l

olgde] EH #H2BuATl0lE

k1
1

25 XMW, pristine AFA LA FH Fr]o] 5EIH
o2 7n0°] XFTH AFA &

% 19 BzT ‘;1 no] %% Eﬂiiiﬂolé u)ato] uﬁsﬂ X A B (KPS) S AFEEre] SnT v 7 =
= 1022.5 eVell f1Xge, 7Zn0
go] Zrbete] Wt A0 BEsl Z7bste] Zno] HEH ATt E Axje] AEHOR =AY},
HZHagtolE uiute] wHE zn A4S Slshs] 9la) olux] Bab X-H AW (EDS)S A, w42
B Zn Buou o] Zrbte] wet zn 940 A4 wWEgo] ZrEgith. Zn £ FE(at.%)= HET, Zn-

2. In-5, Zn-101A ZZF 0.0%, 0.9%, 1.7%, 3.6 at. %= ZAAHACH. Zn° (74 pn)e] o] & WAL sn” (115

j
pmETh Zom | Sl A mH kel ] B Ale|Eo] F¥3 tlAR o] e},

ole @ A3 HzurgtelE ATAGNA Zn0el o] £5hslol Znt Snol ks FU A Aolol o5 Zno] =3
S22t E wute] 4EH oz AETYES e,

= 5% w, Amnolol= kel AE £ 44 Aot Aznzstels AT S 10% WIS 4 A%

X
/120 pn'Q) WlEET Hm3 Zn-59 AS 16 BE/120 pm B A = AE WA o] 6.46%2 F

&l
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[0091]

[0092]

[0093]

[0094]

[0095]

[0096]

[0097]

[0098]

[0099]

[0100]

[0101]

[0102]

ZIHSd 10-2025-0069472

T3 vaate] Zn-59 A$- 1.64 %% 725t (a) B YA 277 F748AckD) . Zn-59) Z7He 9 A7)
Zne] =g o wiukel ek A A7t HAHAGE HERIY.

olgdo] E3H HEHATo|ES ZHA HYF A

HZH ATl E AAol Azl HEPLS o)L F7] BEIXE g Asis Az Wy o9 wAYUEL 533 4

5 AT, Zno] =Y FHRH ATl |EE AAo AR HAS HTHoT EU £ .

T 68 X, X-A 3E(XRD) HE B4 Ay zno] =HE HEHATFOlE whubol 94 wAZE Eldti(a). Y

2o o) o] WAlE HRZBATE Azl d-7H4S TAAIZAL Zn B WS 50704 XRD dEe] FdlE(100)

A3 o e FFEOR OEHUTHD). 1 Zn B vE 106l E At eAZES e I R X
A7) wEel oleol AAel (T RAR Folrk Axtel d-uFel WFF & Aot d-A(AA

s}
stebvle), Az MEE 9 Wy 44 4718 F 200 skl

X2
Perovskite d—spat[iz;; (100) L[zu:.i:; ;Brj]in Avg. ﬂ.E?;}]ite size
Control 6.320 1.39+0.168 772
Zn-2 G.301 1.37+0.214 788
In-5 6.284 1.35+0.112 B26
Zn-10 6.292 1.38 +0.123 B25

Sn7|Wk HZH X TP ES] At FPAdE
Eo] ndlgs -r]OH 3X3X%X3 Trui’““’ TAl 8k
3.7, 7.4, 11.1, 14.7 at. %3] HZBEX=F}O)E

A FEE AYET(= 7).

th. Zno] T HZHT)o]
3| =% (at.%) 7} 44
Aen(A)E 7}

%= 8% BW, /n =¥ s%(at.®)7F TAEFF HRHATto)ES AV o8 YR} H2HAdte]E x|
Ggol A er felsiths Aol LPE}%B} B dlEwe vlags W Zno] =gE FRHAIPOlEE 7n
=3 5% (at. %) 7} =71l wEk v 28 g A (exothermicity)S HEATH.

AR A A F oluA 717 (CASTEP) S Abgstel BE 715 o2 (DFT) AMtE wdsl Ax WdE il
teh Zn =g o) 9 ARG

= 9% EW, Zn-1¢] A Aolr} Sn-lel wlel] #7] wiiwel Zn =g wrb Srbeel whEh Axke] A&Hl 4
S AgEAY. 7 In B sEel wE g4 A9y (A)e By wEk(A)e] Aozt gAlel hadly] el A
= 5ol 23] mdd Ao AFHAY. o] g5 At B ALES AMEete] Sna no® tiAshe]
o] Fol At

X T 10cE KW, Zn B 8|S 5972 Ax WEFo] 743l o] Zn B v]g 10%o] 4 =718+,

Je2)oF diz (v atd) Afele] AxL Mg E& vlashy] 9l S4Al
5 : 5 = sk izt

7n- 54 (100) A8 EASHITE.

= 11E B, Zn-5 AREATEOIE vpuk jzta} vlarste] vhekeh AR Zhmell M smell #= sl glo] o]
Hrh(a). Bex WA Fao] Ao maw AF UFES 20 wale] 7]&7]d nlEdth. Zn-5 Hm BTk
E dputel A 7]27]e] Adigtd fET ARBATP|ER ok Wkt 712719 &9 #E 1 Wl lF
S dehiEY -5 sz savte|E duke Az Wge] gk Aoz vEEthb).

= 125 BY, In-5 dRH2vbolE vpute] A Wiy g} ek Ag ghol 1o 7P S Aem Sl
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[0104]

[0105]

[0106]

[0107]

[0108]

[0109]

[0110]

[0111]
[0112]

[0113]

ZIHSd 10-2025-0069472

S2F A Ino] =gE HRBATMO|E wiupe) 7n =g gl weh A E AT

ARdd2: BFAA HE 229 FAA B4 Y

A2 AE A Al2te] g o= PEDOT:PSS/ITOO S2d tixa¥ Zn-2, Zn-5 ¥ 7Zn-10 M2 H 27}o]E 3F
T ZUS FAF A Anjds AREete] UERATH(E 13).

NE 220 Ae W=E = 144 W ol & 2AEH(a) 3l Taue SX(b)olA AR W=7 U= gk
tjste] FAAG. ® 152 2 = 15b8 HW, ti2w, Zn-2, Zn-5 % Zn-10 HEH2PO|E uiukg o] &4 7 A
Z 2ol W FHAA ~HEY] oak A4 AW oA Joell A ztzt -4.94, -4.70, -4.74 R -4.74 EvO.E
golgdn}, w3k PEDOT:PSST 3 #|2HA710lE F555 Alole] VBMLS IV Fdxt B3wle] dAx 7jA dux=
ARt Ao 7n = & g Aol SQIHY o= dHZBATto]Ed A PEDOT:PSSZ2 A& o2 dyA] &4
of ArId&E UrEMdB}.

X 32 tETH Zn-2, Zn-5 % Zn-10 &Ake] TR-PL 39S ®ate] #3d(PL) 9] vzl ¥4E vEkd
Zoltt.

2 3
Perovskite [:;i] Al []:';] A R’ ‘[I‘]:;gl
Control 6.136 0.912 20.77 0.086 0.999 8.173
Zn-2 11.55 0.967 81.01 0.071 0.999 16.37
In-5 11.58 0.941 64.18 0.092 0.999 16.26
Zn-10 4.092 0.891 18.83 0.132 0.999 5.994

= aAe] 3R (PL), oldaxdd T3 FgeEiE I 9A4 FE(tE ARk
o

AatE B 7)o #Ué 1L 7n-2 @D Zn-5 HZHAFIO|EZ} Z47F 16.37ns L 16.26ns 0.2 tiRTRT @R
o =), olgs FUkE A e A Wiy At dA|she ATeln, o] AX} Wy o]ge] E
2 AHe 8 Fdo=ZA v AL QxS JAYSES UE 2 HEHA 288 48 5 dSS 9grs
=

T Y, PEDOT:PSS/HZH7lo|E 2 M2nsztolE/060 AFe] rAXE ZA4stm ofdl 1D A BRI
Apgstel BE Al Aelol HA AolE ANHA. okl FHANA Liz Aele] HA Aol di= et
A, i AEel s,

quench

Wl S (d)E gz A$ 210nm, Zn-5 HRZHAFFO|ES AL 240mmlE QIATHE 17a). Mol F
2ot % Zn-5 HEZHATOlE ZFZE 64.18ns E 29.77ns ©]al AxLe} Aol WA= HEB AT E/SE
(PEDOT:PSS & C60)2] 45 Z+7+ 14.86ns(t WA, e-, #l°]), 31.64ns( T #A, e-, Zn-5), 21.67ns( 1 BA,
ht+, #le]), 31.80ns( T @A, ht, Zn-5)2 2 FFAHTH(E 17h).

01)1- o

g
). ==
K3

= 17cE B, AF 32 dol(Hole)= 165.2nm(ZET)o A 306.4nm(Zn-5)%2 =718+, dAx} 32k o]
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[0114]

[0115]

[0116]

[0117]

[0118]

[0119]

[0120]

[0121]

[0122]

[0123]

ZIHS3d 10-2025-0069472

(Electron)7} 270.8nm (&) A Al 307.9nm(Zn-5) 2 2718 AHT AN o] SZ9 A4S e,

o]#3 Zno] =3 FRBATI|E A H B4, 5
T4E HRB2TlE B A Zn o]29 =gl
2]

e AR 2 AY TAE AR st )

F

[e2]
-
S8l el AZlel me -V 2 2 Ask A A% 54 FAs.
Agol AANALE thebitka). R Tic
a 258 A4F o3 A% @ol 29 ARAAE aFe-A=F AYAY A AT =
AAA ERE o1 8F AAGel FAM. -5 249 ol A%RE AFE ol A% MPFo] Fadtt
Age vhehy

T 198 B, Zn =9 =% (at. %) Wl PL AE7F 2718k Zn-5 Aol A 7 e AEE Bo] wuale] A
3 u]

= 20aE B, dlolojx Aol St whel J-v Bl AF SUtelA wE HAdd SkR AEEo] V(E
B oA @A Adshel SlEnh. Vol M AdtE Ef BEN)= = 2008 B9 Zn0 HE 59744 #aE e

U] 7.64%1016 cm Q) TIZRTHTF Zn-5 AAe] Ed WEE= 5.03x1016 em O.5 YA UEREkT},

WE PAE ol B3E Aznsstels wuke AF Wmk e vy ot ¢ A% W

g, Zno] =3 E HRHAIl|EE 236k AAte Az WY EY EY] dRdle ol Y ®EE dAA
Wl F¢ 2FER(E 14a) B F2F(PL) 2FE-(E 19) 71e] sz ik, =Ry

2us duAE ZAEI

% 21& BWY, YR, Zn2, Zn-5 % Zn-109] A$ $24ulE YA (EwE 44 119.0, 117.4, 111.1 ¥
113.7 meV2 AAME™ Zn-59] Eugte] 714 Skth. Euglte] WS5 d2 B avlo|EQ Bt EAdo] =3 o}

M A Aele] A £4o] WHeS oviw,

o] Zno] =gl FmHAFPO|E wpuke] vk Azl wiyge] Aol Bu gt o3 A g R EYY WEe o
& ATl FFol dgS woETh. olYd A= Sny|Nt HZBE TP E Hhube] A7ke] In o2& FUhEh=
Zol FAA 54 Fdell AN dFE v As AT Aot

- .
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[0124]

[0125]

[0126]

[0127]

[0128]

ZIHSd 10-2025-0069472

#% 4
] Cal. Jsc Jsc Toc FF PCE
Perovskite i 7 i
[mA em™] [mA cm™] V] [%] [%0]
Control 20.66 21.44 0.590 65.87 8.320
(Best& 21.95 0.583 66.92 8.560
Avg.) (20444 0.986) (0.585+0.015) (68.28+2.270) (8.144+0.191)
Zn-2 21,21 22.96 0,604 71.46 9.907
(Best& 23.30 0.620 T1.31 10.30
A\-‘g.) (23.04 £0.921) (0.609=0.012) (68.40%+3.200) (9.580+0.372)
Zn-s 22.65 23.19 0.632 73.66 10.80
(Best& 24.72 0.649 71.02 11.39
Avg)) (23.80+0.677) (0.637=0.010) (70.74+2.199) (10.76=%0.255)
Zn-10 21.53 3075 0.618 57.39 8.420
(Best& 24.35 0.549 69.14 9.250
Avg.) (23.35+0.676) (0.569 £0.026) (65.06+2.501) (8.633+0.292)

49 % 222 ww gz A9 8.560 %9 PCE, 21.95 mA/cn <] Jse, 0.583 VO Ty, 66.92 %9 FH&

=]

(FF)<& YE AL Zn-5 &A= 11.39 %9] PCE, 24.72 mA/cn’ <) Jsc, 0.649 VO Ty, 71.02% =4 & (FF)S YE

HeaAe] GE S4el ARHAG. 53, A5k ARG oA,
1 x

53], flelA e AR WE
o) Axte} 3= 7n0 HlE 5%7hA4 M rshd A g2 A (FF)e] k= ct.

) ok F8&

4% 9% 7t

B

T 238 BHY, URT AAE 920 moll A AL Fdd o Ul & (EQE) 2AS YElT. vhA | 7Zn-5 AA)
350-850 nme] A = WA F A a8 (EQE)e] STt

245 HW, 7n-5 229 3 2H A A ASHI =
T AA(Hlontror = 13.98%) Ht} Yo} 3| ~Eg|A| 25 A H AT}, o] Zn-5 HZ B ~7lo]E ubutol Azt

o]& o|Fo] Z+4AF 7] uwjFo|t}.

U A

rr

Y

ek = FA Al B EE o

Ne

27 oR L 258 RHW, xR, Zn—5 2 7n-10 2AE s F71(25° C, &% 35%)° ==
oh. E2T 229 Zn-10 Aol A ZhzF 180% - 90E-wke] %7] A™ £ (PCE) ) 90%7}=] A 8}% o
] Zn-5 oAb A %7] A %i& A&(PCE) Q] 90%7HA] Ast= = AlZto]l 3504 o] Z# Zn-5 2AFe] A
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k1
N2

1
(g
~

..........................
a

I
Zn° + Sn* — Zn®* + Sp2t o

El:#i z

3=

o1 10-2025-0069472

E02
Pristine precursor Zn powder precursor
—— 0 min —— 0 min

E —— 5 min E ——5 min

s B s

c c

o o

- - e

o ]

7] (7]

Q2 Q

< = | : <

400 500 600 700 800 400 500 600 700 800
Wavelength (nm) Wavelength (nm)
E03
Zn 2p;;, ——Control —— Control
n 3d
Zn-2 ——2Zn-2 8 52
—2Zn-5 —Zn-5 s

- - n 3d
3 Zn-10 3 |—2zn-10 342
s s

2 o

[} [7]

c c

2 o

£ =]

1018 1020 1022 1024 1026 1028 480 485 490 495 500

Binding Energy (eV)

Binding Energy (eV)



HGRINT Ak 013 | | ol

ZIHS3d 10-2025-0069472

gl Element | Wi%  Weight % Atomic %
| ZnL 0.0 0.0 0.0
i SnL 13.8 14.5 15.5
sn ! IL 813 85.6 84.5
| - ‘ - Total 100.0 100.0
,;’;.::'TE?“Z’?L?SJ” s i i
(b) Element | Wt%  Weight % Atomic %
ZnL 05 05 0.9
SnL 15.0 145 15.2
sn ! IL 88.2 85.1 83.9
i o Total 100.0 100.0
(C) Element Wt%  Weight % Atomic %
| ZnL 10 09 1.7
: SnL 169 154 16.2
. Zn sn ! IL 919 83.7 822
- e ‘ o Total 100.0 100.1
o e o U AL WAy
(d) Element Wt %  Weight % Atomic %
i ZnL 22 19 3.6
. SnL 19.4 17.3 17.9
g zn sn | IL 906 808 784
B Ak . Total 100.0 999
s D v g
E05
@ oo (B) 700
s8] o =  Mean
- 600 4
L 40
9 71
-~ —
© ] e
£ o w3 E s500-
5 5 "% 8
o 4 : w Wy
S t202 £ ) _
E 3- 3 3 300 - .
o w
- 24 |
3 19 200 -
= 11
0 T T T T 0 100 T T T T
0% 2% 5% 10% 0% 2% 5% 10%

Zn powder ratio (%)
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(b)

g‘ ——Zn-5 i

(100)

—— Control a

1386 138 14.0 14.2 14.4
20 (degree)
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(b)

AH (kcalimol)
da

3x3x3 supercell

QO site1 @ site2 () site3

I-
.
x
.
.
Fa
~
~
-
s
-

Number of Zn dopant

1-1.5

-2.0

0

3.7 74 114 147
Zn doping concentration (at.%)
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EH9

Pristine FASnl, (Control)

Zn 3.7 at.% FASnlI,

EH10a
Zn-10
— J | 1 N .
L
L1
el Zn-5
E L 1 '} A
/4]
o
E l L Zn-2
| o | L

10 15 20 25 30 35 40 45
20 (degree)

_19_



EHI0b

0.0030
e
0.0028 @ Control
0.0026 -
% 0.0024 ]
8
E 0.0022 a
=Y
0.0020 { i e
et s
0.0018 Siaca 000139+ 1 62228
Romet Sim ol Somon ETIES
ot nsres
0.0016 w:u:-‘:uxc- o 85
Al FeSame 0 s
0.0014 T v v
04 08 08 10 12 14
4sinf
0.0030
ooozs{ @ Zn
0.0026 -
% 0.0024-
o
e
3 0.00221
[N
0.0020 q yraThW
Imees BTTH02E 3 112
0.0018 4 Sope 001304 112184
Rsmcusl Sumof Squams LE2ITER
i atsaes
0.0016 s osrrs
A F-Sauare 87306
0.0014 1~ : - - + :
04 08 08 10 12 14
4sind
EHI10c

Bri-COSB

Py-cost

0.0020
@ 2% .
0.0028
0.0026
0.0024
0.0022
0.0020 iR yearms
i i
0.0018 ity ottt
Aesidual Sum of Squams S EACATES
0.0016 Pty P
Al R-Saawe 08088
0.0014 L : . '
04 06 08 10 12 14
4sind
0.0030
o0o28{ @ Zn-10 i
0.0026
0.0024
0.0022
0.0020 4 ;
S =
Arnarzart BIRAIEL=1TY
0.0018 S fomheia
Foudum Som of Scuares
0.0016 Feanori
o.001a L
0.4

-
ST
1 L

Lattice strain x 107 (%)
5

1.35-

—a— Lattice strain (g)

|

4 6
Zn ratio (%)
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Intensity (a.u.)

ZIHS3d 10-2025-0069472

Intensity (a.u.)

t=1
Control i
3 !
i Zn-10 @
Zn2 @ |
Zn5 @

0.995  1.000 1.005

Tolerance factor (t)

1.010
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Absorption (a.u.)

(b)

{zhv)? (eV cm™)?

Energy level (eV)

400 500 600 700 800 900 1000

Wavelength (nm)

Control
Zn-2
Zn-5
Zn-10

Eg: 1.353 eV
Eg: 1.343 eV
E,: 1.339 eV
;x/ E,: 1.340 eV
13 14 15 18 17
Energy (eV)

B e
4.15eV

LT ]
4.7eV -4.70eV -4.74eV -4.74eV 4.7eV
Sey 494eV T iiciciellieeislincis ] ”
P —— 80
SR - .0 -
-5.50eV

PEDOT
Zn-2  Zn5 Zn-10

Control
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Z=H15h
— Control Control
I
——Zn-2 —Zn-2
o
3
o |
%' —Zn-5 —2Zn-5
&
2
£ |
——Zn-10
|

170 165 160 155 15015 1.0 05 00 -05

Binding Energy (eV)

EHI16

1

: Control
- : e Zn-5
E L
_
=}
£ 01.
2
w0 4
= ]
&
E ‘
-
0. 0.01-

0 50 100 150

Time (ns)

_23_



EH]17a
Control
Ag
C¢,/BCP
Perovskite
PEDOT:PS5
ITO
EHI17b
(a) ,
PEDOT:PSS/Control
4 PEDOT:PSS/Zn-5
Z p4
=
1)
g
E 0.014
50 100 150
Time (ns)

EWH17c

]

o

_—
-

PL Intensity (Norm.)

=
-
i

o
2

o ControliCgy
o Zn=5ICg,

50 100
Time (ns)

400
— 350 -
£

£ 300-
£

= 250 -
200 -
150-

100 -

Diffusion len

50 -

B Hole
I Electron
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(b) 0.74{ @ Control
e Zn-2
@ Zn-5
0.6+
o Zn-10
=05
S
0.4-
——n=1.305
0.3 ——n=1.593
0.2 - .
1 10 100

Light intensity (mW/cm?)

=918
(a) 400/ ° Control
@ Zn-2
@ Zn-5
& @ Zn-10
E 10
<
E
2 —— &= 0.996
D14 —— a=0.997
—— 2 =0.999
—— a=0.996
0.1 . '
1 10 100
Light intensity (mW/cm?)
EHI9
Control
_ Zn-2
5 Zn-5
©
- | ——2Zn-10
=
w
c
2
=
|
o

700

750 800 850 900
Wavelength (nm)

950
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EH20a
10° 10°
& Hole-only device a Hole-only device
E ITG/PEDOT/Perovskite/P3HT/Au E ITO/PEDOT/Perovskite/P3HT/Au
v} G
E —— Control E —2Zn-2
> 2
2 1| g |
% 77777 % ] B :
£ Vie=5.35V| S N 13y
(3] o
Ohmic TFL Child Ohmic TFL Child
102 T T T T T T
3 4 5 6 3 4 5 6
Voltage (V) Voltage (V)
10° 10*
a Hole-only device ¥ Hole-only device
E ITO/PEDOT/Perovskite/P3HT/Au e ITO/PEDOT/Perovskite/P3HT/Au
o Q
E Zn5 E Zn-10
= 2
N e n= g [ n=
§ 103 ----- n>3 _§ 1084 ~—---- n>3
.é. ----- n= ! .E. ----- n= ]
£ =" Vg =4.60V E | T ceme Vg =5.01V
5] o
Ohmic TFL Child Ohmic TFL Child
3 4 5 6 3 4 5 6
Voltage (V) Voltage (V)
EH20b
8x10'6 -
T 2
O
=~ 7x10"¢ 4
- Q
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