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= MAD) % PbIzE EE¥H(molar ratio) 1:1:1% DMFell &3f3te] FHISHITE. o]olA], 45 F2%9] F|2H ~7)0]

= 1T0-=Z®E 7]Fol] 5000 rpme] HEZ 50% F¢F 23 FH3F T,
Olvﬁ PEDOT PSS < E’%é}% M0-="H 7132 [T0-Z"H 2 71%S AlA|(detergent) Z M3 7 obA
© R olazey °Li%oﬂﬁ 259 Agsta, 1 F 100 T EA a5 ¥ Fek X% the, PEDOT:PSS
(Baytron PH)Z ITOo| 4500 rpm©. 2 40% B¢+ F7] FolA 23 3€ste] A %315t AZE PEDOT:PSS =<
x3eteE 1T0-Z'WH 7192 (2]/IT0/PEDOT:PSS) o] 725 7HZIth. o]olA|, HEZH A7to]E A4 &do] ¥
A HZBagolE AT myEe] Fz2WAA 20 mg/mlel [6,6]-F9-C61-FHEIZA HwE oy
[6,6]-phenyl-C61-butyric acid methyl ester) (PCsBM, PCBM)E 1000 rpme. = 40% &< 2% YT},
T, 100 TolA 10% &<t 7Fdste], B Iwe] PCBM 2® S5 Egets dlmHavbo]E Hhuk(e]dl, MA
ZH IO E whuh) g A 238 T

~

i)

R, 2 EHO WA H2HEATIo|E dhEts) HluE 98, dRBATMlE HgA] g IYSS v 3 &)
EOHH 100 CollA 2% FoF ojd® 3 5 FzzwlAlolM 20 mg/mLe] PCBMS 1000 rpme2 40% &b 23 7Y
gato], Hlal dZHATke]E whuk(o] | RZH 2~7ko| E W) S A2 3Gl

=

O
-
=

oA AzE B el MA HZEAFlo]E dhute] ojdy] A7 W] wE Aw ®glE 4 S5 AFEF
gsielty. 1 A3E © 29 vERA.

2w B e A AAde wE dZH AT

[

=)
=}
o
i
ol
P,L
N,
fo
ot
il
2
)
o

T 29 aE ksl ojdy N7FE(0%(s), 2%, 5%, 10%, 16%, 20%, 2%(min), 10%&)o] w2, CA 2 MA
E uiubzo] Ay 3 ARES UER L, X 29 b 100 TollA thdst ofd= AMERE ojdH s
<

% 29 aE #FxshdE, ofdd Alzte] AojHe uwel, CA HZHAFL0|E utute] A= 71E & SA] dyA] B
& (reddish brown)ollA tt=a BEkg-(dark brown)l. & ZAel7l W3slga, MA HZB A7F0]E Hlgle] Ay:=
= o E uhdlo] ¢bA

2}
tf3 BEleow HAs] Hsts AS Bl 4 gk, oA E Ao wpE A HEZH T}
il

3k HRH ATl E Ao R HH

= 29] b xS, 37 E 29 adlA HAF vl FAF ARE VbR HAT F A



[0063] wEbA, o wgel wet, s|ZBsvtelE wpuke] A AR Azte] AdHES S 5 Ao

[0064] T, B oaygo] N W ZHvto]E ubahy) (A W RHAvLe|E dhuke) ojdy Algte] mE XRD WWE <15
o 2 Askes = 39 vepdn

[0065] E 32 2 wde o Axde] wg dlZzHagtelE uhake] XRD HE S v EHelth

[0066] = 39 a¥ 100 ColA] 2% Fok ofd& @ CA & MA HZH2vte]E viubse) XRD HEES Yebd 2Ws v
Uaz, = 3] bi= 100 TellA 105 &<k ofd@ 3t CA 5 MA F| =B 27bo)E vpubge] XRD HHES vehdl =i
& ekt

[0067] % 39 a5 FxSHE, B dde] @ MA HR2HvlolE vhube 28R Fok ojd R Folk of gesol A HEE
9 F(peak) & WEFHS Q1 & qlvk. v, CA HlRE A to|E vtk 935 YEhA ¥ As 998 F

7

1 %
9Jt}h. o] A= MAI-PbI,-DMSOo] HiX|H &= Ao R Aoz HEB AFlo|E AFA oA BT,

[0068] weba | B odde] wE MA S Z2EATbo|E kS PAJTte) glo], #HZHATIO|E ATA &N mEF A ¥
A% PCBMO 2l3] ze] fujEe] Fubo] xAdge 3eldd 4= uf. oA E wo] wE MA HZEATlE
A4 A4 2 g & HZ2BadlolE ayAdes AT & IS ot

[0069] T3, &= 39 be b, 10 S odW e CA B MA HREATPO|E vpubE S B of 9wsolA vAE U
ERA] 2L, F Jlel 94 335 (dominant peaks)o] 14.2es 2 28.5es9) 4 YEPES o 4= Qitl. o] AL
72 YR E W ooko]l LW EhE (CHN:PbI;) o] (110) B (120) #=S(planes)el siF3th. =, 10 &< 100

TollA ojd®gd ol <dl, CHNHPbl; H2H27l0]E AAS ¥3shE didte] FAHJSS AT 4 9t}

i 2 odbgo)] w2 MA S| ZEATolE dheke 31 vl CA 2B AFPolE 8hEk no f 58 deld
AL, ozl E Il we MA H2H2Tte|E diubo] (A H|ZHAvtelE whe WY} o £ AYAEE Z
E AL YeEhdg

[0070] wela], FEHoR AV & 29 & 38 A W, E i) mE MA HE2H ATt E whEke g2 H Ag)
OJE MFAl & IHF Aol FAE PBMS X g8t =W Tol o 3o fujEe] Fto] AAF o], H=zr
2FbolE ubto] 9443k HE B AlolE Aow HHS] walehs #eld 4 oy, 3 Gzl PCBNES o] &
sto] HEBAFlolE whake] AX o] 2XH 1 o & FHR2BAFlE 2#edS(grains) S AT F UL
golgd f glom, MA FHE2BATFolE wgo] CA HEHAJIOE Wt B}l ¢ e AAAS YeidS g
T Ao

[0071] ojoj A, B o] wlE MA HEZBATlO|E ko] FEfE FALAAAU A (SEM) 2 QAAH AT A (ARM)S ©] &3
o] Flatglet. ®e, A47] CA slZB2vto]E ubuke] SEN B ARME E<91ske], MA #|ZH2a7bo]E whubul Hla
sttt 1 23S = 49 YERdTh

[0072] T 4¥ Byl o HAAjdd wE dl2H 70| E dhake] SENM EOAFRM oW A &S vER EHo |t}

[0073] T 49l a ¥ b 747 CA 2 MA HZEATlo|EE dhEbEo] SEM H OARM(AE) olvAES YERa, ¢ ¥ die
ZbZy CA 2 MA H =B 2~F10lE ulukso] It SEN o]v| A &S yERTE

[0074] 5 49 g 2 pE Hz3d, 2 g wE MA H 2B 270l E ukule] CHNHPhI; HZH AT 0lE 5L 1
pm WA 2.5 ume] Z7|oli, CA HEZBEAFIOJE dule]l I ¢E5L 100 nm WA 200 nme] A7)E ztE= AS
e1e 4= Ul =, MA F2H AFL0]E vhuke (A #H|ZH AFlolE whub Wl o] 2 ad9E W A AAA
S UehllE AL &g 5 o

[0075] wE E 49 ¢ 2 48 FxshH, CA HEBATFlo|E wkule BRmEy thE F7]9 Ze aflES z2te A
S Fogk 4= glrd, wbd, B oubge] wrE JA HEBATbo]lE whake] 3uk SEM o|un|x|ol M dAASA AT}
AR HlZB 2Tkl E alEe] e AS 1% 5 vk 9, MA 2B 2dko]E ufuke] A -
AR Hl2 B 2TlolE O Q1E2 #ddta, 47 #RBAFtolE e viE (bottom) Q! I1T0 ZY 713 AHe
PEDOT:PSST ¥} ®(top)5<Q! PCBM Toll A3t AS &AT = ). o3 B dygo] f2H ~71o|E dhuly}
AFE A & Wetoz g AASS 24 &= #HZHA70lE AAY 7193 4 AUEe Zd a&7
9l M3} FES FEF F ASS vl

[0076] 5, 2 oA, dZHagbo]E ukek o] DWF gulirt Fslry] 9] PCBM & 5& Faoptaly] wlEel,

_12_



[0077]

[0078]

[0079]

[0080]

[0081]

[0082]

[0083]

[0084]

[0085]

[0086]

[0087]

ol
oF DMF L7} Fold =2 o}—t— FE = BHEA ATHn
(e}
-

23S 9 5 ek,

T, % 49 07 A% FEA W AzusAlE ot
g & gk,

AR W 1349 Hl2Hxgto]E dwhabs of7|d 4= 9l
= 3lzd"H A = (hysteresis)7F GAE = ASE AT 4 Qo).
P-H

, Zet2~Y Ee]XZ, Spiro-MeOTAD, P-DTS(FBTThy),, %

Qg AV EHH] R A AR E
o2 Fol, WAA-A MRHATE AL

Ay = -1 1
, CH;NHPbI; 2 PCBM 9lehE Alole] ¥WH HEHS A2 4 Jda AR 5

B=Z % 50 et

L 5e Uyl bE ANdEd e 2B dlolE wukEo] SEN o|H A&

g o] 2L,
PCBM, g PHT/fre]& o] &3 5¥ FonRE Alzd &

<3tH] 9:1, 8:2, 7:3,

iy
o
i
o
=
H
=
S
fo

N

3
rlok

-1
f AmnsslolE uutse] ww GE SEM oW XSS vhehdt.

% 59 a WA 4 FESE, o AEE o8 AT,
AL F9% & u, Fehsd HelZol F9, 200 m A
AL &gt 4 9. &<l P-DTS(FBTThy), 2 Spiro-MeOTADZE

olE 1#e =7]E 300 nm WA 1 pme 371% 2v= A
Hlo] X P-DTS(FBIThy);, 2 Spiro-MeOTADS #E =& 74

C"L:_‘ P_DTS(FBTThg)g,
weo) s ZpovtelE whubse] EW P SEM o]v]

2

S yEhy =dolt),
d¥= Spiro-MeOTAD, e PCBM/f-2], f&

2 1:1¢] PCBM/PHTY EFEES AFE3t] Az

H2H A7l E ¢S 500 nm WA 1 ume =7]<)

500 nme] FH|ZBEAFlOlE ¥ 715 YR =
Zbzh PAE =Y FoRFE ] HZH A7)
gelg & ok, &, 44

o
U= = T
v ogARA e Az dznsztels v

i)
>
j m
=}
)
[>
iu}

2ol i PElw CA dRHA7belE )l By o 2 A7]e] 3 A Al (crystalline) H|ZHE 2T E <l
o] ¥y veElvdEs AL g 4 ).

%= 59 e ¥ (& FxMAE, PCBNE Y T& FAT B9, 1 um WA 3 um 27]9 & 244 2 S7HE ¥
g2H2l0lE agdE A7lE vEds 49 ¢ dnk. ®=3, PCBMH frE] AEE @ ol &3 By, S,
PCBMC. 2 W S& AL A7 Z” 5 Aol #8 AEE Y9 wiAAA od™3 49, PCBMTre = 44
Y FoRFEH FHR2HAdtolE el Bk ¥ A, 2 um WA 4 um 2719 AR 2dUAES A=
AL FAg = Jrt. &, A PR Z FAY Y Fo2RE A7|7F 2 FHEBAdlolE ag9le] dA
HE E1% 4 AL, PBUH AEAE A Edete IWFTOENH 2R dtolE Ecle 1 A77F 4
AAE s AT 5 ). webA, 2 dio] upe), whEziel AEAZ F4E FY T FA shelA, 1%
ARA HAZzB 70l E aERlES AT 5 S FAT 5 Qo

Aole aEAES AT 5 e FAY 5
o= TJElele] A7E 24 e AT 5 AUk,
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[0088]

[0089]

[0090]

[0091]

[0092]

[0093]

[0094]

[0095]

[0096]

[0097]

[0098]

[0099]

[0100]

S550ol 10-1835233

2Bl E/PORIE AHT T, oF AMCE Hstglh. w@, AHE MZu2IlolE/CBI Aol Py
FOUE FAL F, oF FY @riFor HASYT. 1 A%E ® 6l vean

T 62 2 dtyol o Ao wE H2HATFolE uhuke] 3 duy ou|zES dYsly] 93 m=Holtt
= 69 ax= B ddo wE H2HATbe|E vk (B A& 3 9] AFM o|n|AE JYEellal, bE AFHE HEA
27to|E ulbdbel] gutl ZevjE =X 3o g3 dAn|A oju|xZE b

%= 69 aE FERIW, MA ARHAFFlE wiuhg (BR AHF 3 PCBMC FRBAT|ES] FAA g
(orthogonal solubility) wi&ell, MA H|ZB ~7}o]E Hluto] w2 H ~7}o] E /PCBMEZHF-E PCBMo] 7] &wj=
Zglol ofg] Meld o=z AALA, old wel, A3 Zow FEg gl AAY JEREE E0E 4 Q).

Ee, = 69 bE Fxetd, dARBATP|E/EG EEv o] g3 oA HEBEXTIE RlES =9
A B A0 g (PL)o] UEbeE 1 4 9lar, Wb, ZERlEel s PLol vEhbA] e85 E1l
& 4 k. @Rk opyz}, ZElEe] FETE ATl gl i i o] HZHA7bo]E vpuko] SEM S ARM ©]
MRS} A RS G 5 Qlvh. oju, P Eeve] T 29 ﬁ?ﬂ oM Eelmel A wu o g
71w, e a2 RE 9] PLo] dREATlolE upupow et fol ofs] e ar, ofdl mef,
PL 21552 2 Wi wE MA H2H g0 E vhubo] g2 E*?}O]E zaﬂou e = ety webd, 2
wrgo] MA HRBAvtolE ubube w@Haglo]lE ylEe] A= AAEC] dar, o 1Ed AAE

PCBM EA1E3 22 39 5 A EZo] golaiA IFT & 91%% gol1e 4= it}

Hop FAHgo=z, 59 iﬂr% *é‘ﬂé}ﬂ &, M= oA ‘;‘ Zo] CA 2 VA HZB ATlo|E uhutE o

(steady-state) PL @ A]7F-

T 72 2 odge o Ao mE H2Hagto|E ko] pL ~HEY S HYsty] 93 ZHoett

T 79 av A A 9 o CA E MA HE2B2TL0|E gutEol HA-dd PL 2FERS YERY A, b AT

3 PL 29 EYQS Yepd,

= 79 aE FF3H, PCBMES AR &2 CA 2 MA H2H 2A710)E HarE2 % PCBMo] A% CA 2 MA

HZBA7l0lE wtats wWU ¢ We PL AEE UEUE AL g AT}, oA HEZBAFlo]E whuts
25E PCBMO 29 As} o]Fol] 23k PL &340l 7]Q1gke}t, FE3H PCBM A2 = A& 3FA] 48 MA ¥ 2 H A7)o]

PCBM A& 2 AHsA &S (A HZBAF10|E viuts Hr) e pL A EE YellE AL

791 bE FEshd, AR el PL AFEAME A7) & 79 aE FEste] AW vieh T A e
T AS I S glnh AHeR, PO AF S AIFEHA 2 MA HZHATIOIE MEeE CA dHRHA
o|E ¥tubEdt Hlaste] o whE SdE vehlie As S99 vk PL S3= HEH ATkl E/PCBM R
A elA | =

@ (exciton dissociation)ZH-E 7]¢lgt}, MA HE2H AJlo|E dhubo] X E¥ PCBMS 433 &%
SkAA]7]al HZH AFFo|E 9 PCBM Alo]e] Ad+ ¢ whE BE Frdlth. o4& PCBMo] H=E

of
18 4
il

T
Y
ol
o
N
2

S A7 SAYE EE BPeta, AznsstelER A AFse] A Fo
S, Q) AN olglis el PCBMS] A3E el e ofvige,

ol w}e MA = 1-1 7holE wiere] AA bgAds #Rlshy] ff8), 150 TellA 52 s}t ojd® 3t (A 2
HRZHATIO]E dtul=o] XRD AFE

I u%m L A
5
S
In
2"

k=2
. = =
3415%*% -ﬁms ait}. Sk, 200 T X0l tpekst ojdy] Al7tEe wah 7FEdsh CA 2 MA FHZH ~7)0]
wuks o] Ael gkE sl 1 23E & 89 YERT.

ki
oo
rlo
o
e
o,
lo
A
g
g
31

il
o
fr
|z

)«
N
Y
o
[
=
=)
1o
12
Y
r o
o,
oX,
o
i
o,
ol
N
Ho
ot
ki
=)
o
v

T 89 ax= CA 2 MA FlREAFO)EES XRD AFEHS YEMIL, bE CA 2 MA H=

AEHS Yeph, o= 200 CollA thekdlh ofdad AJZH(0E, 3%, 4%, 4% 30%, 58, 2 6%)d wE CA 2
MA HZH 2T EES] AHE YERd AR E|T],

Fxstd, CA H2H2~7Fe|E ubukl oF 13zso|A 22 935 YE=

13esoll A 932 YehA &SS Fask & vt 13wolA e 3= &4 Pbl, JIAE YEf L,
Ol AL CHNHPbI;S] E3E omsict, = 2 o] A FHZHA70|E vl (A #HZH A7lo|E whuba)

gel, CENEPDLZE Rsl e, 7] % 39 b2 FEdhel MW Hsh gol, £aW wHomNE WA

2}

12
4 oo
o 1o
o o
- il



[0101]

[0102]

[0103]

[0104]

[0105]

[0106]

[0107]

[0108]

[0109]

[0110]

[0111]

[0112]

[0113]

==0ol 10-1835233

0|ﬂ

Qe FAY 5 Utk
E%, % 8] bE FEFHW, (4 L M Azn2stolE wuEe 5 AHEYS o]dY F, (A MEnitolE
Spube] Fwb WMSE wE, B owwe] W ZnsvtelE ke wygls FYEES vehe 3 F 9
o,

Bk olUEl, & 89 ¢& FFEH, 200 TolA oJd® Alto] F7igtel wiEl, CA Fl2BA7t0]E dhdhe] Ay
= AR A2 9 (yvellow7F 5= 2S g0 4= lrh, w2 o] MA H2H g0 E Bhfe w218 A7)0
E 49 #Y va Be S g% Art. o] AL (A FHZH ATt E whuke 200 Col A
ofd® Ajzte] F71Eel| wel HER ATt EVE HAl EallE o] Phl, E Al 4295 YERE ofn] st

Wb, X el WE WA MEH it wule 958 A4 hgAS 23, oRe B el Hmnstol
E whvte] ek Efi(charge traps) Sl WAL A+ AeE HAY 5 AL v @,

EE, AN ART M AZD AT E wik] dRulES FHee], AEnsvtolE B A P

oh, 71014 AZE MA HEHaFo|E uhube] okRuE(Al) WSS oF 5X10 Torrd] AEoA A Zute] o
Hsped, ube myshe B owdgel e dEnsvtelE B A4 (ol

3, MA B AXDE A=A 7] MA Bl FX]= 110 ' E f-2 7]3/PEDOT:PSS/CHNHsPbl; o 2B .27}
3}

A7Vl A28 MA Bl AR PCBM =3 Al 55 717 SEM 2 AFMO. 2 #Ql3titl. 3l CA HRB A7)0 E
kg o] &3le] A3k CA Bl AA12 PCBM F3 Al 55 SEM % ARMe = Folsigitt. 1 Z3E T 99 e}
A=

= 9e B gl o AAlde mE B Ao SEM B ARM onA &S YERd =woltt

T 99 a @ bECAZ MA HIY AAE ZF7+e] PCBM SEM o]u]AEolx, ¢ 2 dE CA 2 MA B AAE 7Hzte
Al€] AFM o]m]R| & o]},

%02 FEOW, CA 2 WA Bl A5 Al FRES CA R A Bl WA Z17ke] popMe] Bulg 2o F3
9o AW 5 k. oled FrE gady ¥EL AW A3 gol, WY A4 e ¥ A=E
$Aste], Hoh aRHOR HE Be W E5 ¥ 5 QA s, ool slelshel, HRAAeN AHHE FA
e ZU42 & Ao

el d AAde] mE HREATtE g AAE UEE BEA R, b CA 2 MA A=
7zt 3 A ERF A ](CA device) Z MA EJF % A device)®] MRF-HE-HY
Bzoltt. c= CA 2 MA Y ARES &84 LXES AW A% 2ei=ola, d&= CA
& g}
e

o

SE

2} A= W3k &4 (Incident-photon-to—current efficiency) (IPCE) ~HEHS A9
2 f= Z24ZF H(negative) oAl A (positive) vlo]oj2(bias) 2 Aol A F nlojojaz
BlY e &g J-V S CA B AR L MA e AR 9 3 AH A ASE AHEr] 98 g Zo)

E I
nE T mA/en’] | Voo V] FF [%] PCEGa) [8] [PCE aerae) (%]
CA EjSAA 18.07 0.92 71.60 11.93 10.82m1.11
MA EjSAE A 22.41 1.00 81.34 18.27 17.43w0.84

X109 a WA d& ® 13 A Fxshd, CA HY dA &= 11.93 %9 &54, #2-A% dF(short-cricuit
current) (Ji)=18.07 mA/cm, A& (fill factor, FF) 71.60%, % Z-A7% HAF(1,)=0.92 V& YeERl= A
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2

22.41 mA/cm 9] J., 1.00 V] V., 2 81.34%2] FF& YE}

L
L

A

o)
o
el

A 7F, CA #HH=E

ne)S

=113
R |

MA FHBEATlo]lE

of w2

(power conversion efficiency, PCE

2Tt E

MA el

b ek 109 d).

}

L

P B A%

&,

I

flol

Hd
uhs} o],

2}

L

400 WA 750 nm HLlelA FHo ~80 %o]aL,

tel A7t /iAo,

=13
ol

A9 HAF Z7hol AFAGCE 109) bk AA).

MA B2 ATlolE

o

=

IPCE

gl w

+ 9.

]

]
gl

&

=13
=

B

R

R

'_YO]

e

[0114]
[0115]
[0116]
[0117]

i

folm

o}
HH

0

[ o

i
ze)
il
~H
£ 0

o}

X

AL
00

+1.1 VollA -0.1V

TC =

7hel mpolof s s

=

o

EEREENE

L
o

olvje} whoof

8
0.1 VellA] +1.1 V&

HH o
gud

RLN

g

o
=

j=1R=13
-

p

‘—6’/\/\:’1‘
=

o)o)

}

FH2H Tt E

1=l g A= HERlA

°

=

SEE

]

%
<l

2F

]

S

001:

[0118]
[0119]

ol

2 H AF}o]

Ao

=R

HZH AT E 1
HZH 2Tk E 1791 o) A

o

.

L
L

1

~

ewaq 2
Z

)
244 A7E

Hlu}
—

=
p-

=
=1

1=
O,

HEZH Tl E

Aol 7}

=

=

L

i

HlZBaglolE ag9le] A7

F7loll A A&
7}A] AL,
E e 44 2718 2

o

=

]

o)
R

e

[0120]

0
o

, 2% F(PCBD ¥ 11

H ZH 270 E CH;NHsPbI.

1e Eeda glon,

o)
R

El

R
B

e

=
[

PCBM Alole] A=A} o]Eo]

=i
=

1l CHsNH3Pb1s

3]

3

o slZBagtolE B HAA(CA B )k HlaL

= 7E

% 47

2l

2
oy

=113
b |

o] HZE AT E
o] A9 55% ¥ E& 18.27%9] $-=3F PC

=13
=

128l g A A% JERR ges

i, ofw &

]

o

P
T

fo13
=

]

0

o
ojp
=H

p
€3]

O

¢

B

0
o

[0121]

B

K

. mr

l

[0122]

ol

1 AT el T 2o

53

B

_16_



k1
N2

1
(g
~

CH,NH,! +Pbl,

-
=

Spinning

25

b C
Without PCBM
Annealing b )
&S &
=== |
CH,NH,Pbl, @ Complete film
Recussor: i Merged (Merged Annealing)
PCBM spin-coating Annealing

Os 2s 5s 10s 15s 20s

2 min 10 min

- na
wn o
Il 1

Absorbance (a.u.)
o

0.5

0.0+

—— Precursor perovskite

—MA perovskite film at 100°C for 2min
p— CA perovskite film at 100°C for 2min
—— MA perovskite film at 100°C for 10min

500

60

700 800

o ' 900
Wavelength (nm)
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oin
]
Jm
9!

k1
N2
W

\L P A
= CA perovskite at 100°C 2 min 2
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