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R WA R=, 2t2 =502 H, F, Cl, Br, I, CFy, CCly, CBrs, Cls, ®X (., SH=A]7]0]1L,
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A, B, & C=, ZH7 SdAoR, EASHA S71u B Gy oFE7I8 Ao z2A, 7] G b7 371 A
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H 5
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A7 AEE Rl Ald HVMAE Egshs dHZBE2Tl0lE FE o2 RE AV AZE R AlE HIMAE A

A7) 88 4 L B8k selA,
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M-S CHNH, , NH,CHNH, , Rb, T Cs o],

2+ L2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+

Cu ,Ni ,Co,Fe , M ,Cr ,Pd,Cd,Ge ,Sn,Pb, Eu =& Yb o]y,

=
rlo

A7) SR Fgul 2 FHEE AL, ArBAvolE AE Az WY,

A7) SFE AFA e A, H2BAT0lE FFo] Al Wy
AFE 9

7] AEEFEor AE AZMHAE AATSE A od¥y AL £dses A9, HEZBHAIl0lE HE] Ax W)
LD
A3 10

A7) od® FA-L 100TC o3t A FAEHE A, HREH AT
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, Arjeo] glolA, A7t 7bsdk 22 frdlok(propylene urea, PU) H7HAIE AH&-g
o AEE HAZB2Tto|E A5 Alx ¥4I IR PU A7l digk 35 AA S ] siefeolt),

9l Aol 9loiM, 247k, PU HZMAIZE AREEX] 22 MAPDL; B PU H7HAIZL
AH8-¥l MAPbI; EE (MAPBI;-PU); PU H7FAIZ} AREHA] &2 old® &7 o]%¢] MAPbI; EE(MAPBI; (R)); 2
PU H7HAIZE AREE oJd® & o]$9 MAPbI; EH(MAPbI;-PUR)) S FARHAE WA (scanning electron

microscopy; SEM) o]m|*]o|t},

s
a

Do
o
s}
=
)
[N
rir
e
e
Lo
e
!

= 39 a WA e, 2ol A AAldel deiAl, MAPbI;, MAPbI;-PU, %! MAPbIz-PUR) EE9] X-A 3H(X-ray
diffraction; XRD) Z2#>%; C 1s 2 N 1s9] oyx W X-A F¥A 38 (X-ray photoelectron
spectroscopy; XPS) Z~FEZo|t},

=49 a 9 obe, B A Aol 9lelA, NAPbI; B MAPbIsPUR) EFo] AJM-7 A3 &4 ~FEH
9 AN A 3R (PL) ~FEf o),

% 59 a WA dE, 29 o AAdel lelA, MAPbI; H MAPbI;PUR) EEe] /N3] & %t (open—circuit
voltage; Vo), @& HA¥F(short-circuit current; Jg), SXE(fill factor; FF), @ H= W37 & (power
conversion efficiency; PCE)elH, &= 59 e B &, B4 o ArJod] SlojA, MAPbI; 2 MAPbI;-PUR) Z&
o] AF{F HWE=-AL-V) FH4 H HAJ Ao FH A 5 FA &8 (external quantum efficiency; EQE)©]
=

T 69 a 9 b, B o AAdel glojA, MAPbI; R MAPbI;-PUR) EFo] Al2BAFO)E B g A (PSC)

ofAo A =4 —Kek(J-V) FA; 2 X7 B ulolmE3 AEE(time-resolved microwave

Foue
conductivity; TRMC) ¥4 1= o|t},
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AN AANA, PHEA GAel FHA EFE "ol 2F(R)"9 foli vhRA gAel Eald /A
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R2RE, 47 5gdow, 54, 49 £
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R A R'=, 217 Sg5o=, I, F, Cl, Br,

A B, HCE, 47 BYAowm,

BA g (L 277], EE s (=0)0] 1L,
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wele] o L@clo] ojA, 47 MU feol AL AAAE 4714 & Ak
wele] o TR YoiA, A7 MFLgeo} AR BAAE ALl LAY F AT

ol oA FHoo loiM, AV WNEFE Rl AL H7FAL Hi= ok 200C WA ¢k 350C AY F
S}, ol AgE A & 4 Uk, 2] A Fddlel dolA, ] AEH ol A HIMAY HEHS
200°C WA ¢ 350C, ©F 200C WA oF 330°C, <F 200C WA ok 310, ¢k 200C WA oF 290C, ¢F 2
WA eF 270°C, ¢k 200°C WA oF 2507, ¢k 200°C WA oF 2307C, ¢k 220°C WA oF 350TC, ¢ 220C WA
330°C, °F 220°C WX ¢k 310°C, ¢F 220C WA ¢k 2907, °F 220TC WA ¢k 270°C, ¢k 220°C WA ok 2507C,
oF 220°C WA ok 230°C, °F 250°C WX ok 350°C, <F 250°C WA °F 330°C, °F 250C WA F 310TC, ¢F 250
T WA <k 290°C, °F 250C WA ¢k 270°C, °F 270C WA ¢k 350°C, °F 270C WA ¢k 330°C, °F 270C WA
oF 310°C, ¢k 270°C WA ok 290°C, ¢F 290°C WA ¢k 350°C, °F 290°C WA °F 330°C, °oF 290TC WA ¢F 310
T, ¢ 310C WA <oF 350°C, °F 310C WA <F 330C, %x 2k 330C WA <k 350C AU 4 o}, o9
A A Fe F ATt

o

Jg 3 19 o

0

el o F@elol YoM, A7) WEHReol AL HAAE SN duse st o4s Tgshe AY
& 9l
0o -
H 0
N.po § o
NH N
HN H NH /g >:O NH
J ® 07N o N
H -
H H H
N_ _O N__O N\]&o
{ NH NH NH
F FaC o MeO

Zdd w2 Iyl AL HrbAl, sb7] g8t 424 BAEHE JFE, 95

, AL
7] geky 5EA FAEE sgtee VI Aol S Y] ASEHe Ad AUHAE 2¥ehe dRB At
olE AES F5d A B AV AEE R AL HIHE Eets HEBAIM|E AFoREE Y] A
el AL H7HAE AAskE AS Eeshs, ARBATIE A5 Alx WS Al

Ny
A7) seha] 4 L 3hek] 5oflA],
NS CHNH, , NH,CHNH, , Rb, = Cs 0w,

2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+ 2+

Ne cdL N o, Fe, oMn”, o, pd, ed”, G, snT, PbT, BuT EEE YbolH

290 Al 1 S0 FRAE SR et AAE AP Agsgont, B Al 1S9 ) 49
Uge wael Al 2 HHelA 1 due] AgEHE BAs 489 + Ak
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Eele] o TRl glojM, 471 M 8.ersh dEgEE (ChNLD i 8038 ZEob|tH (CHIN).D I
T ATt

2o A el oA, 47 NGE 2.2 =8k (Pbly), FSheH(PhCl,), Ei= HEEhy (PhBro)d = vt
ele] A FEdel lofA, 7] SA2 Fgvl 2 FREE D S

2o d Rl glofA, A7) SH2 gl FAE= Ad 5 Ao

e o Fdddl oA, 47 AFH el AD AHAE ARk AL od® $AE E¥she Ad
AT}

B0 A Fedel lejA, 27 ofdd FAL oF 100T olstelA FAHE AY F Lo, old AFEA
B& Atk 29le] o el el 471 ofd® $ oF 100T olst, °F 90°C olst, °F 80°C olst
EE o 70T ofstel A FAEE AL F olov, ofd ARHA & 5 vk wde] o FAde] glolA, A
7] o d® S ok 60Tl TR Aol M AT 5 9l

o A Fadel oA, 27] old® T oF 30 & WA o 2 A T FIHE AL F don, ol
A=A S g vk 2o A Rl oA, Y] ofd® T oF 30 W WA of 2 AF E= oF 1
AZE WAk 2 AR Bt SAEE AL S glont, od AFHA &S 5 oltk. e A 7R glojA
A7) old® B oF 1 AR 30 & Tk FAHE o] A w5

[HA]o] ]

AAd 1. 3F AEd HEZEXAFE F9 AZ

2,2"7, 7" -HEZHI| (NN -t]-p- &= do}n=)-9,9' -AF] ZH| ZFQ (2,2",7,7" -tetrakis(N,N'-di-p-
_9_0

methylphenylamino)-9,9'-spirobifluorene; Lumtec Corp.), ox3 weotRF (methylammonium iodide;
CHsNHsI, Greatcell Solar Materials), £9T3 W (Pbl,, 99%, Alav-<d=gx), Z=dd Fdof

(tetrahydro-2-pyrimidinone; PU, >97.0%, TCI), C(>99.5%, Nano-C), % n}AFFZ =2l (bathocuproine;
99.99%, Alavi-L=gX])2 7] Z4zke] FEAolA FHst AFESFA T

e A 2we 95 6.0x10  torrRTh Ze telom Ay AW AFEATH. VAI L Pbl,E Z7+7}

L

i
ol

1

175C 2 350CelA, 77t 1.4 A s 2 25 A s EEZ A4 350 me FA 7% Ao EFFH(co
deposited)ste] MAPbl; ZES A X5}, 5.0<10° torre] &% 3pollA MAI, Pbl, ¥ PUE 27} 345C,
160C, 2 72ColA, 22t 1.6 A's ., 1.0 As 2 0.2 As 5 24 330 me] FAZ 7% Aol 7
3lo] MAPbI;-PU HE-S AZ&AT (= 1 %), MAPbI; 2 MAPbI-PU ZEE ZFolAd 1.5 A7+ &<k 60T
4 ofd™steo] MAPDI;(R) B MAPBLPUR)E ZH7h AlZ=sgict. 7F &4 S
FH Ao AA mlo]a=wel ~(quartz crystal microbalance; QCM) AN 2 EUEH T

AAY 2. AF A" HZB2AF|E HFARA AR

]:
a

1B
)

Fole 22 A 2A

o}

O

32
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g # ¥l (pre-patterned) AUF FA A3E(indium tin oxide; ITO) 7]#& %S3 A2 Z(sonication bath)
oA o]aZzd AdAL(isopropyl alcohol; IPA), o}bAlE, 2 [PAS] =M =2 Z+7} 10 & B9 =32 oz AH
@ F, AuA QBN 3 AR ol AxAAT. BE FHS I 3 98 6.0x10 torrmth 2 ghEo
2 A% AW AT, AT & Ao ~AWR-TBE 0.2 A s £5% 8 me| TAZ 7w Aoz &
AT, 7 HZB~Flo]E Z=(MAPbIS(R) 2 MAPbIs-PU(R)) ©]3F, Cep = HFAFE &2l (bathocuproine)S At
S5Zo] Ud) 242 0.3 As 2 0.2 As ZEZ, 20 nm 2 30 me] TR /W Jow #apdon HA
Atk Ag AFL 0.1 As WA 1.0 A s £EZ 100 me] T2 ZHEAT. 7 B 23 &1 2 T
£ 27 Ak BAE N9 A% vhol A=) MR mUEHA,

[H23]

<H|ZHAF}0|E d59 A FX & >

H2exdlelE dEo] ¥W HH= A WE FAF AR dulA(field emission scanning electron
microscope; FE-SEM) JSM-7610F(JEOL, Japan)& AME-3te] S43I5ict. A2 B ~7t0|E HEo] A4 FHE Ni-
ZE Cu Ka, WA (A= 1.5418 A)& AF&3te] ¥ X-A 34 (powder X-ray diffraction; XRD)S A}&-3}od
~7MatGrk. X-A FHAA B3 (X-ray photoelectron spectroscopy; XPS) H©lolE]: K-} (Thermo Scientific
Inc., U.K)E AMESte] #5330, AL A-7FA34 S ~HEHL2 Ao 7|3 o] utet MEo] F3%(F,
% FH=)E ALstr] #1860 mm BaSO, ZHE B 73 o] AE HITACH U-3900 3A1E A3t 53181
o}, A4 e #F (photoluminescence; PL)
A}

HEHS TP B ZF 9 2 7 (Horiba Model Fluorolog)$
fste] A=t PL A4S 93 RE & S

o >
o
AC)
N
R)
-
2l
=2
2

v Lol 2 A MAPbIs(H]ale]l 1), MAPbIs;(R)(H]atel] 2), B1/E+= MAPbI-PU(H]aLe] 3)o] FHAl A = Ak,

<HlZHAgto|E A B4 A 9 w>

e

=B 270 E B A A (perovskite solar cells; PSC)] AH UE-A(J-V) AL 150 W A= HE 7]
Bk A B2l o] €] (MeScience, Korea)Z 100 mW/em © AM 1.5G %A} sFell A 7122 (Keithley) 2400 22 v]E] S

S35t A2 FAEACE. PSC 9 F A &S (external quantum efficiency; EQE) =ZEZ-S 300 W
A= #W27F = K3100 EQX 7]17] (McScience, Korea)E AF&3te] 300 nm W= 850 nm WA S5 ATt.
b §3) vlo]A2 3 A==(time-resolved microwave conductivity; TRMC)& 7FH8-& ZPQﬁﬁP\]%ﬁ/—Eﬂﬂ A
HE-vlo]A 2 (microwave) ZEH A|AELS ARESte] F5skgler, Fao AL =y A oA dva
(NREL, Golden, CO, USA)e] FP-TRMC 71712 7]¥to & 3}, 550 nmol A o] 3 ol7]9] AS-, 20 Hzeo] WhE &%
Ff (355 nm, 410 nm WA 2,600 nm) Nd: YAG 7|WF Y= #lo]& A]2~®I(EKSPLA, NT340, ]&Folyo}l)o] A}
|53k, FP-TRMC SA 2 £33 W& o7] 34 (excitation fluence) ol FIFAT (¥ =A: &5

| B2 /WA (1) - Fy) = 3%10° B2/ en'/D2).

ﬂ!l

_4

Agd 1. HEHAIIE Do B4

A 1-1. FAAREY 7 (SEM) £

PU H7HAI7E A7t dg Agdl 53 HA7H7E AdA7bEA 82 4E A
(scanning electron microscopy; SEM)2.2 W|udt A3} %= 29] bE #H=x3shH, MAPbI;-PU &9 At
A7 HAW 450 nmzA, = 29 a9l MAPbl; &9 Hyt Z2A-AH A7|7F AW 150 nmel A} wlwskH, PU # 7}
Al =l ofsf slzr2gte|lE dFe] A A7)V Skl

=, F& ofdy WAl Fo] MAPBI(R)(E 29] )9} MAPBIPUR) (%= 29 d)7F B old® @A olda {4}
g FHE et A or ) i HIHAE AT A% G old® wAlel o3 2B TtolE IAE
o] RERA Wb FRlEA kit

A 1-2. X-A 3EGRD) &4

= 39 aZ F=x3sH, X-A 3™ (X-ray diffraction; XRD) 418 o]&3}o], MAPbI;-PU(R), MAPbI;, = MAPbIs-

_12_
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PU DEol Asshs 28 A4S 2 XRD HES 2489, 2 dznaglolE 489 2

3l7] A 19 418 A2 (Scherrer equation)g ©]&3le] FA3TH:

o,

=l 37]

rr

A7] A 104, DE AR =Hede Ar|olal, K= dukdo R 0.892 FH3IF FxY A edxteli, AE AMRH
XA WAPAel #34(Cu Ka; = 0.15418 nm) ©]i, B+ ek w9 339

rEE
)
¢
—
-
=
=
o.
—+
=2
o
ot
=
o
oy

maximum; FWHM) gtolar, €& 7zt v)=9} wedg veja 229l

MAPbI;, MAPbIs-PU,

2 MAPbIs-PUR)S] (110) =9} A Axtd A4 37| Z-2F 35.909 nm, 50.908 nm,
2 53.908 nmZA], &= 29 SEM dlo]E ¢} A sl en, PU H7MAl =90l 9ste] gH
.

A744de vehhio.
.

2 ~7lolE AA AAu ##sle] MAPbI;, MAPbI-PU, @ MAPbI,-PU(R)S] AlAkedl 7Z%(110)/7%(310)+,
Z¥7y, 3.419, 7.062, 2 10.7182A], PU H7IA E=deo] 274 W3S HASA &a dd3iA 244 43S =
S ERI% 4 Q). HRHATlOlES EEEHA kil o] PU HTMAIE A ASH] fgk &5 E ofd™o] AA
AL FAANIYE F718Q #Ela A, H2ZBAT0lE AXE Y3 PU H7HAI9le] F5we 2 AHA Y
gt vpgA gk wjgke] {2 7)ok qiTt.

Age 1-3. X-A FAA EF(XPS) £4

X-A #FAA B (X-ray photoelectron spectroscopy; XPS) HA1& o]&sle] F& A ojdYd] o3 AF PU
A7 A el AAE Akt = 39 bE FEsHH, C 1s9 o= 9ol ~286 eVell Al MAPbI;S] C-N AF}

Ve E ga vas MAPDL; FEolA 58 A Ed ] YEbsth. MAPbI-PUSH |l A ER 2 ~285 eVoll A

MAPbIz©] C-N A #dd &4 335 vehdin, o= o vobrk MAPbI; 53 L5k, MAPbIs-PU HFol

PU H7HA19] =92 YehgE PU9 (=0 A%ty #ds ~288 eVol X &4 3317} Yelwth, NAPI-PU D23 &

7] ~285 eVollA MAPbI;S] B4 T3 E vlehdlE MAPI,-PUR) ZE ~FE=|A PUd fFstE g2 937}

AR, o] & ojd¥ whAo)A MAPbI,-PU ZE9] ZF PU H7FAIZE AAHN S-S on] ).
=]

o)

Ir

&= 39 c& FEshd, N 159 oluvx] ejolA ~399 eVellA PUS| ofn|= 2g-7]o} 3
oA MAPbI;SF ¥edd HA dae] S7hd R 4 ojd¥ 9 Fol A= Aol

MAPBT,~PU Z 29| 34 o ojdd w7} MAPbI, R2o] that Hx} glo] PU H7HAZ AAS = A
ct.
A 1-4. AYA-THAFA B4 £4

T 49 a2 FZsPH, MAPbI; 2 MAPHI;-PUR) ZE9 AA-7MAFH (UV-vis) T4 2¥HEZ BA Az 7}
]_

H AA 93E ~401 eV
dx|skglth. ool wef,

ekl

o
Lot

B BFoIA Fo ATE ~753 molA WakA gom, ol PU A mSle] sRB slelE AEY F5 =
oNsgel FFS vAA $eked etk AP, BES FE 400 WA 650 mn WSANA ek ol

% 49 bE FxetA, AA AE] F@F(steady-state photoluminescence) ZFEHo|A B 4= Ql50o] MAPbIs-
PUR)® ¥3 A== A4 Hol(7 nm)2t FWHM(~34 nm)9] 7ra EFelA] MAPbL;o] 93 ZAEHT} oF 3 u] &

2 #FHen, o8 Tkl PU H7HAS ZSlo] dlzBAdle|ES] AA S FHAIvE AS AF
o3
DA

A4 2. 2B 270|E HES EFete HEAA Y 24
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A 2-1. BT AT 4

# 1
27} Voo Jsc FF PCEpest PCE 6 Jse fron nar
[V [mA cm ] %] [%] [mA cm ]
2 Alof] 1(MAPbI;~PU(R)) 1.15 20.36 0.78 18.31 17.52%£0.5 20.36
Hl e 1(MAPbI3) 1.05 20.66 0.79 17.17 16.53+0.3 20.61

PU A7 =9 axs zAsH7] 98], 170/ 2-TIB/H| 2B A~ 7F0] E /Cy/BCP/Age] p-i-n B T%2&2 7+
z719] ¥ AgH H2EsgtelE gdAA(PSOE Asdtt. = 5 2 AV ¥ 1§ FEsA, PU H7 kAl
T 2 AAR Adke] | PCEaes = 17.17%(MAPbIs) ol A 18.31%(MAPbIs-PUR)) = S7FE1 o | J 2 FFRol &)
Voo7b 1.05 V(MAPbIs)ell A 1.15 V(MAPbIs-PU(R)) & AFE Zo] F& PCE 34tel 7]odsta vk, = 59 co] EQE
2~AE-LE PU A7 EQJo® 700 nm F-2o) FRFETL o FUkskE W-vis FHE(%E 49 a)9h AR A
< ®Qlth. SEM, XRD, ¥ PL HoJE (% 2, & 39 a, ¥ &= 49 )oﬂfq stolgl ups} o], PU H7bAl wlo] ¢
s As Axvh A ARl FdE = 27 gl RS sk AFAF hel vilsk, AdA o
2 PSCO Voo % PCEES FFA AT

Adel 2-2. & TV &4 % Az 29 vhola2s AEE(RIC) 24

PU H7bA Z=glell o dal AT Fas AFAs] dstel, H(dark) J-V S 2 A7 &3 vlo] A=}

AE % (time-resolved microwave conductivity; TRMC) #A1S 4=3)8}Sitt.

T 69 aE FF3A, AAld 1(MAPBI-PUR))S E3l= BlFAdA9] AF 72 Hlmd 1(MAPbI;) S E3H3}=
Blokaxe) AF grok oF 10 v A Yok, PU A7 2ol 93 /e A3 o A3 dxy)r iy
Ho g & 59 Voo ol 7ojstes dal AZdES AAAHSS 45, =3, 550 nmoll A AAd 1 F vja
o 18] FHE=(R)7F 2H7F 0.9754 R 0.97382 A, A BE FAE SF5EAES 31T 5 2l
* 2
AN 1 vl 1
(MAPbI;-PU(R)) (MAPbI3)
olF% (m V' s 0.53 L1
T avg 320 ns 165 ns

HZB ATl E Yola 3 of7]ld Ast Aol AAF AsS A Y8 TRIC 43S 71=8%d. ds)
ANFo] olex =L FHe I oy Al AXE ARF oFF WHIRREH F5EHJoH | TRMC 4L 3 o7
213l 550 nmoll A &A= ATk

= 69 bE FxEHE, AA 1& xFE HFHAE v
T A

| =
ae®l B ZHZF 320 ns B 165 ns®A, AA 15 3k BFHAACE © 21 s

A& Ao ARe AT 98 Zolw, welol Fahi AERoke] B A4 4 Ax Be] /&
Aol WA B4S WASA %nA e FAR FeE A4 WHe] bsathe AL olHd & US
Aelth, aelme ool 71&d NGBS BE WelA dAHel slolm @R o] opyl Ao ols|sobur
At olE Sol, gAgown Ause] g 7 T4 ait Base ANd FE Qo nAsAz Bird
Aow APHe] Qi T4 LAEE A% FH Y FE Yok,
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k1
g
[\

(a) MAPDI;: As prepared

(b) MAPbBI;-PU: As prepared

ZIHSd 10-2025-0075419

(d) MAPDI;-PU (R): After removal

{
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k1
N2
(VA

—
<V
g

Intensity (a.u.)

—

(b)

Intensity (a.u.)

—
Intensity (a.u.) 3

(110)
(220)
MAPDI;-PU(R)
J] : After removal N (310)

MA Pbl,-PU l
Jl._: As prepared " A

MAPbI,

l:As ptepired L I
0 15 20 25 30 35
26 (degree)

MAPDI,-PU (R) C 1s

: After removal

MAPDI,-PU
. As prepared

MAPDI,
. As prepared

280 282 284 286 288 290
Binding energy (eV)

MAPDL,PU (R)
: After remova N 1 s

MAPDI,-PU ‘

: As prepared

MAPbI,

: As prepared

404 402 400 398 3%

Binding Energy (eV)
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k1

)

—
Q
L —

— MAPbI;-PU (R)
— MAPbDI,

Absorbance (a.u.)

Wavelength (nm)

(b)

— MAPbDI,-PU (R
— MAPbI,

720 740 760 7é0 800 820
Wavelength (nm)

PL intensity (a.u.)
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(b)
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