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! Lev Perovski
2 Perovskite
® Organic-Inorganic halide perovskite



e ®

‘DQ B S ~— et ° ®
Gl 0"T°—o AL® A
s 1 @ | (. e

(%

9@ S 1 ‘_. po . . = X

9 T ‘k 0_‘0&‘ ¢ Methylammonium
! ¢ H ¢ .

* ‘ » 1 & 4 i [ /‘L%:\
Ogg P A OQQ — 699 \' N ‘ C

DIPBXs gccin | ol g ABX3 culSag lisbo 51 slolor b (V1) S

a5 Wgdse Sliiay | Jbsegie TIO2 4 i (55, 2 (2Sugn Sodyss sl Jsbo Ysons
S olsea L Collugn aY g spdise plil 4Y Gl Gyl Sl e 2SI JE! 5 oloe
2 &S ghee LSl b Gollugn el sbdshe ol b oS oo Jos 5 3l Y
W, 93 005h o b ylisle ) g a8 ol caslice 09l el coliiul JSdieg e TIO, LQQT
g 2Bl so BT (o pud ColSug py DI gosle jo L glas 4T Cunl plediaslis el pl g
4 el GSan )18, (pl 51 (B0 )ls 929 (5550 b 395 oo sa (gly o g Loy iSdl (gl o2
Sl oSl sl gl Slasbre il TGI8 Glaals 4 bge ol ué Condy Lbls
Mua) "l 5 Jesd 5l slalais sloais 45 canl ools lis Tosay o pawigel e S 3
Gl s s ol LSas 3,0 asnl s 4 (MAG 5 Py o) © s sbooais b (Vi s Vi
9 Pbma) L9515 350l 5l (U slaals (onl pogdle aiwd oS 5 (pl )0 39290 Sloais
Lis b 5 sl ab Wed LSas als oo 55 (MAL g Pbye Iua dep) ” o> s 5 (MAg

o do 0lSg p LS 5 0 cle e 4 V] aiS s olml g slaad j8 Ges oS slajl s

! Mesoporous

2 Intrinsic defects
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2 Deep defect levels

® Open-circuit voltage (Voc)
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® Nuclear magnetic resonance (NMR)
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2 Time of flight

% Electron beam induced current
* Thin-film transistors
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® Fill Factor

* Photoluminescence



SYIVAE [y meV ply s @ (Bp) bopsnsT (Siws 6551 5 (Bg) )y S5 MAPDBT3

1.0

MAPDI3

= (P e P e e [

S 3 s F¥E N\ meV

sl

L8] wloasT cowsay VY)Y £ +/-\ meV

— 'M R BT 07
[ MAPDI, - MAPbBr, i
sk Vv Eﬂ’gzg"ment 08F & Experiment
A ] 05:_ —_— MOdel
= 06} =S -
Q . a 04fF
S | g o4f
< g4f < 03F _
i ;T\ Continuum 1 0.25_ " W Continuum
0.2 L - :
[ S JExcitoni 3 01F } Excitonic
i (T xcitonic (B) 1 :
0.0 i RPN 1) S e R bl o o Bt © 0.0 e i ‘oo
15 16 17 18 19 20 21 55 94 94 o8 28 b7 48
Energy (eV) Energy (eV)

1151 MAPBBr; s MAPDI; S5 slaasy as ie cib (F-)) JSo

By p scas )5 0 L s ol Sy Seai Job F-)

sl @l g Ve M sgas 0 MAPDIs (g55k e LSl 6l Jb sladel> 39450 Jsbo

Job polie 3l 58,5 b polie cpl [VA-VY]caw) sas 538 Tum sga> ,5 MAPDI3,Cly
Al oo obsS 39ii Job ¢ Jgere,gbas [VAailb o (Vo nm s505) JT slablo s ,o 39
- oo ol oplams mals | oy T )b mess cplplis g ools zaldl 1) b sl el ooS 556 Jloss|
“dele 3985 Jsb 0gd (ullwyn SlaS F Jeld Saldggigr Jobu cand o Sles 4 e Wl

D8] 500 s 1)) el b (1) Jol> 5 5 5 (1) yoe Jsb basst (Lo) b sl

Lo

e

0=V



9T sla el )b awn ol jb g Gllae slos (e Coli s s e o T g Kp alaly (pl yo

Bl oo Callug p 6 sle slaali g LS j5h ojlail o Kook £65 9 (e 4 aunly p

MAPDIs oS 5 33 CIEP g g5 (S51g 0-)

st ol ;o a5 gondysr gl dshe ;o wiyls ilse Jb Jal slo iy beglSuy 4z )5
5 oya oaxms Jlis! oole asile g3,5lee MAPDI3 Y i Say (HTL) 6,85 coains Jla
oY G 5s%eal st yon Jobe S sl b sl sln oo 5 ST e LS g5
e 5 oY T 5l e LY 1S 3,55 1, 7000 o535k AU MAPDIS/ TiO; o,4> Ul
P olf g S eSid ,SiLis 4S5 0is S oanlive TiO; s MAPDI; S jiie b ,o 5 4>l
JIP egs s, MAPDI; (oS 5 g co soliinl TiO2 Y 3l a5 s [VV(F-) JSa) el n
e sad Gog Foml el oo csalin (o -F-)) USS j0 a5 jebles s o plis 0es

€ .0 &) A )

393
-ii:/—/-———
CH,NH,Pbl,
5.1

Ti 02 =543 >
h+

Au ~ FTOGlass

-1.3

Jskeo 63,53 315 15505 (<> AUMAPDITIO, (ys5anh (s yo5 sk S 31 cglolaz b (ill) (F-1) S
Il o i 1) (SO Sl L olas a8 G 0590 (Gou 9>

! Hole Transport layer

Z Etgar

® Heterojunction solar cell
* Laban



59,550 5 1, o i el 0,8 g ST gla ol (gl s lislo ol yo a5 MAPbIg casY ¢ azily

e s b

MAPDI5,Cly oS 55 35N £ 5519 5-)

3l &Y ol gt y95 slaJshe yo Slilygish o Slae a5 wlos,S Gi)liS (il Sen 5 ' J
o LY Ylacisy see ALO; L sdstiegie TiO2 (sjlwimiil> b olg oo |, MAPDI3Cly
Bk 5| o9 S Jl o8 wisls las T3S Sagioh 5 obymgiss SalS 6,108 Bk Sl eg)F
Y bl o AVYlopd o plml Jsdbsiegye TiO2 Y 5l S MAPDIGLCl Y
5 g a5 oo S o Jes N g5 bl eizmed 5 w3ls ool olsieas CH3NHgPbILCI
&5 M a5 ws S samlie (XPS)T X anil g xSUlgish  ovrwcinhs 5l oslitul b (2l Kan
S5 )y BB a4 axg Lo pl oS cll VY eV sgus o8 b g sad 5 08 515

Iv¥lead coS 5l ooe N g4 Gblaymw p 2155 (V0 €V) MAPDI3,Cly

oy s 5 jo eS| (S (5551 V-

Gl 2 @y sbedshe Sildssisd o,Sles )0 GuldS Ll o etenST (K (6551
Blojyes 4 SSU lae Jlesl b e Qdo 31 o IS jsbay ol c0lKug, slo,lisle
o 50 oS | JeSis Gl 05 ce sl (gieST) 0 b -y xSl Zg5 L g 08 (g Sl
Sl Deb e pattin (S 55 b aS 39y 00 st 4 bl lp SIS (She S labls,
@ gl o 5 oyh> —09 580l zo5 m HsS Wsm meSd sy 23Y 65 cogReST (S

s JS5,3 9 % il s 4y bagygienST o K 65,30 o3l bl el l5T sla Lol

1
Lee
2 Transient Photocurrent and Photovoltage Decay Technique
3
You
* X-ray photoelectron spectroscopy (XPS)
® Wannier



Jsb b aslin ;3 (g glas) ojio 5 (95U (s Lagie alold yuily slayginST 5 i s
a>ly Jolw Job a5l pog gl (JSS8 slapginnST jo Ll coul 55,5 aSid wxly Jolo
O3S 51 i o JS558 gt (St 65581 gl el O 5l 5SS L oSt
"o o Biee US55 lapystnsS] 258 g0 Dype ety o1 58 ladalo Gilar 5 0og 5l
=S ol asgi (ST (S (5331 )l 0925 ST olge (S5 5 Sy 55 S L slabile,
3 g co 03] et oo 4y dlisly uiliiioglgisd b [Yf]k_g..u.btm Sl (Sl L sl
lg oo sy Slge 15 (5558 (b Fuse Kl a5 wiols (yLas L2l San 5 lslul e 144+ Ly
St 33 IY0ls3 5 YA A sgum jag elas U ily 95 51 GlagginnS] adys 4 e
g5 50 I lge (Sies (65,30 ol T olge 51 a8 Loy 2ulSas sl sl o b g
19 6 5eS s (Saw 6550 iy g9 laginST [YFlewl oas 315 Ve o1 e meV
G,k ] alﬂ 3L ol ool olawd 0gi o el o5 (s (555 .[Y&]x)b (Y--9A meV sg0>
“OgS|Hga (Oldlhas Lol aigd adgs U1 sles ;o 0y80 =5 xSl g5 (55 Wgm eSS
Sy sl 5 colugpn slbotale o |, V-0 meV s 655 L) ily sle
Cns Sligen Js a4 35U sles o ulugp LS5 50 VA YV aas o olas 6Ky
ol s oo Lo ST sla el 4y b s solod Loy 0,8 5 09,550l gge s o
ok Bl 4 el gly ad G e biolwy, yo i S5l a5 S Glos oo
O &5 ST gl Guila; lg a cud)l Jle sla g xSUl JUT cely Wl o (5598 (S
tilesy (glogs iUl Sig o 0y il ) slogys xSl ably oy Bloyess (s)lp B 5l (5099
JoSas @b 51 tlaly (0 5 plase gy JUisil (Al 05, oo )18 anlb g il o

223 5 S e e b ol 15 ST s 45 igigh i sz T3 5 LagiS]

! Frenkel

2 Bohr radius

® Hirasawa

* Wannier-type
® Relaxation

AR



S S 29 et Slp 6alS g, So el | g Camd S S s Wilg e Seigd dix

Ll (g slalisle o Saldysisd 9 5,98 oS sl

ColSlwg p sacas y jo S Slg,d b Shg A-)

4SSl B elys (ISl p0 08 ad jeh ST g Hehm B 90 4 plgise | Loty
B L ss) coly B SE gl SIS s @y oS wesee 25 ek 635 0 o) S e
NSRS N At TNEREWA N | S £ IO E R IV ER I o
-0 o8 b Cod (g st ye sladsble ;5 1) FF 5 Ji Voo Sulsgisd sl el b
sgax oy p 0 MAIT JT Gla JsSge a5 sims o oylis oo plowl (g ki Slawlxe o
S YO MEV sgu> Loy T ol oadgs — daBas (iS55, 45 W ,ls alols o 5l # A
MeV) bl slos 1o obo,S 655 b dnglio B «S>8 1S wd 65,30 ol LTV el oas 005
Dgad g Bkl ol S r by Glgee | Se Sl s L8, cnlple col (V7

PR R e ¥ . . V. :
.[Y’\]o.ﬂoo; i 1y (Ve v Kosgas )Y sles o G aSUNLL 56 a0 U1 sloo jo Lo dadgo
MAI JsS9e i 2 51 (20« ndy il 5 SoiSlg 3 (Sg 09,5 cnl ()55 4 Lo (s
LS"’L’ > g u.{.z).aSﬂ 9)5 6L°°}9" a5 O}wb.o 00 (wd> s@‘ﬁojy.c el wlS.ws).’ )L&Lw 5o
Llod 4 a0 0isS co ess J GloeslS is > cle & el (oSl lae g Leo

i lis 093 5l (18 S Sy 8 (S lolKwg p a5 09d oo (i (S

oS58 51 b & g0ty MAPDISLCly (oS 5 (6l |, > S S0lgs cals (23l San 5 5

! Tetragonal

% Frost

® Monte carlo
* Juarez-Perez

'Y



55 MAPDIGClx oS 5 sl Ve v dgu adye 51 S5 SIS S pslles cull 6 (So )b
Sldlas [YY] (0-) USE) aboe ialidl Voo oo b Seisd SiuSily cod a5 ws S
Olee g lgie 1y Il slopssls 4wy (ol glaahalss o5 wipo e Glid
» Sl la Sy lyios dhewy nl 4 4505 ol Sgigh (SKiln b (S xSl

Dol pudaid oS 5

107 3
106 4
107 o 5
3 10° 3 slope
10° N i 1.1120.0Z
3 104 Sr—rrrrr—r—rrrm
1 5
E 3 001 01 1
w104 3 [llumination (sun)

1031;
1021;

10" Trrrrm—rrrrm—rrr—r Ty
10" 10° 10" 102 10%® 10* 105 108
f (Hz)

MAPDI;,Cly colSuwg s sl Y SUN LSS 5l oSG 20 (9598 b (20,35 i Ceowd o381 (0-)) S
L¥vl6e MHz Luils 3 50 (b Gad s p Ko 580lss col (bs ygum S

sl S NH,CHNH;" 45 CH3NH;" 5 GIT Joge Lzl puss a5 Wols i o, en 4 \99
“oo 13l oS (B BB jsbar )T Sglite JoSUge sla orkilgs cle a1 (S STl
)...,l.. Cos |, S Sl o S5y 50 SN a4 Pb ol 3ls s a8 wisloplis oyl uimen om0
3 D] ) US) wis gline So0S, b SNTT g PO gy (sla jtdad 1 cams e )3
SSox G99 obzr S8 wlewy sadle S5 ColSugy andys sladske 5l gl

Len 5 gili 0 se Slabad ol 65l g oosk 2alS A e Sy ol 45 5 se cdnlie

Ywu
2 Shao

'Y



¥ (alh)
- i~_
§ 2 ? ; *iiifi‘
& 10 ) % gf SRk EEE
2 - % - MAPbI, e, €---o
E - @ - FAPD, ‘f{
= - & - MASNPbI, {‘}
= 10"t
()]
3 Wrag .
— 10 ] “‘.i“-'-
e R:: e ™
s el
% 2 = \-.>V ..' .'
3= 3 ==
10 e ‘
¥ g
10 10°
Frequency (Hz)

Sl GerYase Gl 5l (i conz 2 (A) (93 low yis () 5 Sl o Sl () (P-)) s
v¥] MASNHPbI; 3 FAPbI; MAPDI; 5L slaasy

0 3 Ll . ' . 1 . I

2 —1—W/O PCBM , scannmg from - to + bias <<»1,d
= —p—W/O PCBM, scanning from - to + bias _g:f> q
4 F | —JI—PCBM 15min TA, scanning from - 1o + bias -:f:'] / /

| —p— PCBm 15min TA, scanmng from + to - bias ap

i —<]— PCBM 45min TA, scanning from - to + bias .~ »
6+
L —p— PCBM 45min TA, scanning from + to - bias 4 J / {

Current density (mA cm~2)

o0 e b 1 e b 1o o 1 o I g 1 3 1%

0.0 0.2 0.4 0.6 0.8 1.0
Voltage (V)

5 4i35 10 S 4 (V) 45 PCBM 4 (sl,ls g PCBM Y (g0 (1) olaksd gl Sisd bl (Y-)) JSis

g Sodo (ke bl 3l gy Suz S @ ng g JB g glacdin ilead (5l o 5L aids YO (T)
Irflams o olis 1) Sall

V¢



Silow Loe Iy Ccollugy olge jo badilojw g mdaw (59, 0 ,b o Jul> casslasl sls a4 551,
\ . PN & 5 & . A o e A

ol sy ol plas g ool (o)l IYFlaia s s ladsle ol o st ol
Slony Bd> i cplpla g 00 o 51 DL ST cnl Wl oo beolSug 59, 2 00

& 3o iy FO G 4y Sl S5y by PCBM 4V ctlil L bl s ol giss

B> 4y yomie yol ol (V=) JSK0) Wil 5 )5 4l g sojlail 4y )b oaislail plo a4y 38T 6 jrals

2Bl Cews il 98 003k slhls MAPDIS (suids js5 sla Joko as ol jicplay 9 ouds diloy

oo JT g0 pud Gudld o lSwg y sewS 5 5 Il a-)

Jraiia 1) Sgd oo Collugy aY w58 4 e &5 gl sloanl (i 5l (29,5
l, &)l @l s (UV) uanl s il weagh, dos godS Jole L oo [¥0]wilos S 5 a0

50,5 (B e oy p 4y Jale

(9,9 Johuw dxlad )'T,JL‘J 5 oSl ..\...sT)B Jsb jo Cusb, a4 bbeoKug py cunlus cle @
55 2o (MAPDI; o 57 e sty ) Sxllasyy w055 5 458,515 b o 2! (st

1808 &) ) Dygeds Sugb,
CH;NH;Pbl;(s)>Pbl, (s)+CH;NH;1(aq) (V)
CH;3NH;1(aq)«>CH;NH,(aq)+HI(aq) M)
4HI(aq)+0,(g)«>21,(s)+2H,0(1) )

2HI(aq)>Hy(2)+(s) ()

! Fullerene
2 Phenyl-C61-butyric acid methyl ester (PCBM)

\o



- e 4li>de o5 Jsblen 355 o 4 5 HI 5 CHgNHy MAL 5> 4 i Y ol ST
S50 5 DSt jga 5o GleST 2STs gl (o ols sezs HE aypmns sl ol 50 055

Sydige 45 |2 g Ho 4 HI a5 cesl UV s > o oleantigiss (25T

5 ey alaime S 3 s cbe wnTb b cusb) lls slyrgct b bl s ol il
SLETTO0 sgam 55 Cusb, 53 MAPDI3 (oS 5 45205 Ygoms 5y o0 plovl (205 55 o 9
LA el ssaline LB 5,5 4 0,05 sloged 5 5 ColSug aY ) i b ol ol a5 568
OSan 5 "5 09,5 0t walss (gudyon Job o35l azgs M tals 4 jmie collag i
15 558 L8 5 e A MM Y0+ o Cusliess b TIOo MAPDI3 4 G a5 wisls oLt
(0 AV USE) al e Lials oy celo VA S 4 YO € glos o 78+ cusb, b lsn

Gian e LB sba MAPDs oS 5 4 glaie gloald ols Lii laayY XRD' (o531 [¥0)]
5o ol o slaald (I -A-) SCs) conl Collug p lisle 458 saoylis a5 wileaus
s (V) 2) (V4 Y) Slmio 5l ol 4 bgrpe colKwgp 4325 51 o OY/FC o YA/ XTIV Ly,
(YoV) amio 5l oly 4 glae YAIVO agly jo soos ald g PV CR TN oo PRSCES AN §
el 12 5390 cl 58

Sy oolial Jliagie b 5 51550 TiOp WT 5l Ysans (s 50655 sbosbo 5o
- U0l sl 5 O LialeST gl CancdblS sh ik g sl FIY €V (g 55 B L glosle TIO,

oS0 addllae b L en 5 ¥ g S o Lyl SO slaaist (ialaST 55 s oSy 0um sl

495 o ;o MAPDI3 Y ols )18 51 o wisls las (UV-VIS) i sleloges ¢ XRD (sl

ISl @8, sl [YPIA-Y US) 095 oo o PB4y oSy oS 55 el VY oo &

! Glovebox
? Niu
3 X-ray diffraction pattern
4
Hydroxyl
® Hitoshi

‘1



Tio/CHNH PbI, (& :\ ";bl TiO/CHNHPI, (!
—e— before degradation iy —— before degradation
—y— after degradation for 18h # —— atter degradation
5 :
. =
2 E
s 2
= ®
: £
g =
<
L A L A A A PR PR Al
€00 600 700 200 30 32 34 3% 38 40 42 44 45 & S0 B2 54

Wavelength/nm 20/degree

MAPDI; 4Y i e (©) 9 oS0l 95 (3l o () g g Cagby jo Colllugp (ol ol > (M) s
Lvol pos ases 5law g 3 TIO, 40Y (55, oads Slesayy

awl,s T 8l p an peeslSo 030 S oolaw] TIO2 5 ColSwgy 4Y 0 SDS3 4, Y, loy!
WD (B p Ojgeds ;58 Gl S Y )0 450
2I=l,+2¢" (V)
3CH;NH;" < 3CH;NH, T +3H* (Y)
I'+L+3H+2e «3HIT (V)

Sedise o Slolay Gl gzralals (23l s 4 5 easiadys HI
355 Gy Aslan L1, O (il Jole | codalS AMX culSig 65l (o sl

N VR _
V2 (rM+1%) ¥-H

! Goldschmidt
\R%



5000 5 .
il
RL ) ()
4000} :
3000} |
> i W
® § i
2 |
2 2000 | ! Rk
3) -7\ g
£ ¥ oyt
1000} Wi
_(,f,_)..,r iwﬁJmﬁ‘J‘M 1*-"' AR SV -«f‘-« 1 1 1 L
(o), ! "?w*«"mw - L] 400 500 600 700 800
] R e R i Yol Wavelength / nm
10 15 20 25 30 35 40 45
26 /degree

(*) 035 MAPbI3 (). SB,S3()) Sase wil> slaayy XRD slagSl (0) 5 i b (&) (A-)) Jb
V'Y )| uw) Sb283/ MAPb|3 (a) ‘O)L’ szS3/ MAPb|3 (f) ‘()5) ué)M ) 6).;)‘)5 Ceelw VY )‘ L}“") MAPb|3
Sl jlas alolidl TIO; (5,5ksil slodg 2SIl (55, 2 0ol <y PBl (F) 5 (g (om0 53 655,18 el

I¥eI AMLS o5 ool (om0 50 (6 00eS5 cel VY 5l b g

Sl jbsle Sis glp aidlb oo X g M A laolSol> jo oy gladi Ik g Tm oA ol o a5
S Callug LSl Gl gl oo e piliel ele bawg Sar glad ojlul colSus
e polie s b colugyy cn il @l o2 sabar el Sl ilysl Jele (Jlowl
Jols gay o5 sla ol sl IYA YVIogi o 0)la Gialidl 4y poeie t i385 sl ) g < /A
SN** HN=CHNH3z" CH3CH:NH;" (Cs" alex;l 555UsS <yl MAPDI; olSug oS 5
odle LYY Al sles a1y 5l B 5 6ok i lo b wigd oo adlil oS 55 4 Br™ 4CI
UL \)-.‘9 SOWRRACSRLG Sl 5y 2 JLed g Les 1 e 5B IS (g gt n
V) Jgaz j0 a5 jebiles [FY]ws S ) 1, MAPDX: (X=CI, Br, 1) bl sles Sl
oS 5 @b slos 4o el S @ a3Y aibioe Lialidl o lE des LIl b g oo ala>de ()

ks aSe 5L ol ls MAPBCls s MAPBBI; 5 565 oz ,tslo (ol ls MAPDI,

L Weber

YA



LEYIMAPDX; (X=C, Br, 1) oS 5 clos 4y il (6,5 Les (gl ol pyolie (V-1) g

fian Sy g ol )y | Joh o2
5 (K)Lo.b Sladads 03;
3
S A) (A%)asty
MAPDCI;
> \YA/A oS Pm3m a=a/sYo VAY/A
(04
a=a/s00
B YYY/A-) YA/ 55l P4/mmm YA+
C=0/5Y
a=a/svY
y < \YYA S5 Sl P222, b=0/sYA Yov/.
C=\\\AY
MAPDbBr3 _
> YYEA S Pm3m a=o/1-) Yov/.
o
a=A/FYY
B VOO/-YYF/A oS ez 14/mmm oIy
C=) V/AYY
a=0/Aa¥
v VE/0-) 00/ ok P4/mmm AVQ/F
C=0/AS)
a=v/ava
1 < VEFID Sishce, Pna2; b=AIBA- AN
C=Y\/ATA
MAPDI;
> YYv/S 5 Pm3m a=g/vya YOY/D
o
a=A/ADD
B VEY/Y-YYV/E o555 k> 14/mmm A/Y/7
C=1Y/504
a=A/AS)
v < VY S, Pna2; b=A/6AN 209/0
C=\Y/PY-

V4




100 Cuble Pm-3m
L Tetragonali4/mem
(2]
£ 3
a -
e NT—
= /7 \.,\\ e
a \ —y o
& ' o
b L_/ ‘\\._ \\
- \ N
¢ \ . 220
£ \ N\ oo-l‘l 222
110 11 310
ooz | 110 211 ( i dl!
202 ,‘
J 112 ﬁ 200 A |
,l’L i L J'l. 213 }u\
10 20
28 (deg)

YAl MAPDI; oS 55 aSo g (595 ke slasls (sl ondbdumlone (Sl 95 5 ol (sboald Codge (Vo)) JSCs

-] 5,5 @l MAPDI3 (oS 5 (Saped 5 oyl hamsin | Labe £,8 o Ken 5 | Sy
SYL slabes yo wals Lzs DSCT 313l seiwls 5 50UT g XRD sla 3BT awgs IS cpl jo Lo
Cobn (V=1 USS 090 g0 b (eio 4 SalST ol (a5 oz SUSLe (0F °C o3
w0 Gl ) 955l 5 oS B0 Sy LSl ol ool a5 laals
B3 GPa 5l S Led cos MAPDBIs (oS 5 slp wisls olas lagT cnlpesdle [14
Sl b 7S A Jlidcod Jeke e alS 0sd o VJS\;Lg YIN GPa sg0> 10 g oolog,
Sl o bazy cute  SoaseS lawg oad sbml o) e [FF] a eols coni PHBrs g2
Saldggisd o0jb nlply 5 Collus, (Sdg il 5 (Sl o She (V- JK0) Lo 5 jLid

YA oo e 1,3 il o 1y S 3 ) Jils 55 sl Sl

2,05 oS by Syl 2ble, MAPDI3 (sl ,sbcSS 5 jsls s inls Las o) Som o | Sgmms

ol J31o 50 LS sl cel colSugp aY (55, p e (b oim ol LFO] (VY=Y US2)

! Baikie

2 Differential scanning calorimetry
¥ Amorphous

* Pisoni



Slml g WlgT o g 00t iy o] ()0 Sty Lo )T (T o5 (Sl by Jds 4 g oy

a5 8IS 1, Slilysish Slib ae Jsb (nlnliy 5 90,5 (Sl sla

C (oI N) posgel e sloyslS .V » GPa () ¢ yho () HLad ;o DFT 5IPNMa aSils gum 5 (V1)) JS

moaie gloul g SanaS Gl S ol jo .wisd oo odmlive POBIg sla gz gowia o 4o (26,0 D o S
L¥fl] Dgudi o0 00 by d ,Lid Cod b g g

£ 8 (———f——tt————————t
16 ¢ '
14
~ 12}
¥ 10f
€ o8l
= osf
¥ 04]
0.2
0.0

T
e

(@) i

T
1

0 50 100 150 200 250 300
Temperature (K)

5, GJ Lol @ s MAPbDI Sebiom (@) eSS (@) sladiges u;.’.)‘)"’ &L;LMJ) k_,;"l.ae c;i""“".’b Y-y s
5 U ,lez 4 6yl Canly 5l Sl IS 0 Slo gy (590 g alednliiwsds 5,k Jow )l co e
[eolans o plas 1, 18+ K sles

AR



G395 sBdglw yo (Fullwgp la s lu 5l oolaiwl gailv Ve -

SlaloSs) (gandygr Jobw 50 poigel e wopm adle oS3 Yoo Jlo o )b oyl sl
&y alsKS, lsicas MAPDBry 3 MAPDI3 LS 5 5l Il o [$95]ce 8 )13 oolinulsge
Collugyp Jolis Gl XS, god s> Jobw o 0l eolaiwl TiO2 slaog xS 0,5 ulas
ey, o LYIAY eajb s <18 V 5ty Y mA/em? L ,> DAL mle cuds 2SI L MAPDI;
s 5kdg Bra/LIBr ey xSUI g MAPDBrs collugpn «uS 5 b uiomen 0l Jol> ) sUN
5 ) Al Y o5l o ek 4 e a5 wb Jols OF MAJem? 2eS L,z 5 /AFV
clle gilwags 9 PONO3), oS5 hwg Jodxiogie TiO2 4Y zhw 2ol L o) SKen
LeV]ws s 3,155 7810 s V¢ mA/emPas 55 a1, Jokw 083L 5 obisS” Jlasl b ,> {MAPDI;
a5 5L 000 MM zeesb 5o VO X Vol emt Ly 0ds cuye 2olusy Y sl
) 5 S OF MM zgasbs 10 VO X Vo' eM? Lz ey sl s N719 wilsSs, a5 Js o
Veoogam baiitdly (o8l )l le Sudg SN o CalSug e 28 Sle 4 a5l
A odaliv Jokw 003l gl do o A sgas o 8l Jolw ols J13 Hlids, oyme jo Al
IS aal (HTM)T 6,0 oacms Jlil osle <5 b aole cads 2SI 00,8 e 5%l Lo Jlo S5
oole ylgicay SPIrO-OMETAD" oS 5 3l oalatul b i3l )Ked 5 0uS s Byl Sy 4350
o8b sl oo LA wsls Laali3l 78/ 4 1, mp-TiIO/MAPDI3 Jsbo 053l w0 i sias Jlis!
-V USE) Ws,S eslainl Guilassl mwca s 5l o Jghe Suldgsigd 003l g TIO2 Culs LLs )|
OB ey S50 (VUM o VNV o /F) Jodxieg e TI02 calidee Cwales aw |15 ol o (VY
L £eenm angys cwles SUUT 56 o TiOs Jdsciegse aY s b sl opl o bl oé,8

O3S & (5058 st o 003l g WIFMA/CME 0L 2 a4 e &S WS )15

YIm

2 Hole transport material
$2,2',7,7'-tetrakis-(N,N-di-p-methoxyphenylamine)-9,9°-spiro-bifluorene
* Anatase

Yy



adal ) eizmen (V) JSE) o YO NM L FO« zeaob b g sl 70+ 5l Liw (IPCE)'
(Usg) TobsS Jlasl b, IS 5 aiges gl 5 o0l oali joi @ad al3dl e (sowiione
Sl eosl o (Sob Lall g Bl sl jo (610l cel B0 3l o eizre 0l cuslin
byls 0 Joho 6l pgas o Glools g )15 cpl jo aldl a0 K onnline 28l b Jsle
Collugy oS 5 5l aline JLlo b ol )53 ol 10 (6,500 09,5 el oaid (3155 oLy,
ohS o3l 9 dse sl w3 4 |, LVIE o YA mAJem? 5lie g 09,5 esliiul MAPDI3LCly

6,500 slog S rizman 033,56 &) Jsko 6,lul a4y bgs o slools geed 09,5 ol Lol [YY] s 5

(9) [r T T T T ™3 (gﬁ.")
3 3 105
107 F
z i E 10
= 10°F (=)
@ E
g g
3 £ 10
[ 3 -5 2
10°
10° 3
, 10’ N 2 2 L |
0.0 0.2 0.4 0.6 0.8 1.0 0.0 0.2 0.4 0.6 0.8 1.0
Potential (V) Potential (V)
(s @
o - —~= T T T T
E ) 10° R ,(T;)t = o .
8 W, -
1s e
s (Y) \
4« & ,
E o a ) \
F3 \, o 5
S i E ~ 3
8 100 g §
= - = 2]
s s a2 £
®2 - \
w E—1 \
& fex10° =
-4 L)
10 \ <
8 \
7 &
6|
S|
J ) A : . N
0.0 0.2 0.4 0.6 0.8 1.0 0.0 0.2 0.4 0.6 0.8 1.0
Potential (V) Potential (V)

(@ VFmMm (¥) o YA MM (¥) +/F mm (V) TiO; Culrs s p (uilasal lag S o3lail (V¥-1) Ui
3 ol slags el Sl eadzlZal oS 5k Cuglie (0) (bl GlagySojll Jsbyo (S0, Gk
o5 sl pSolwl l Jol> (o, L) [blie byl 5 (awsy bshd) oS 55k Cwglie (@) Sob

LPAl iy, o (392801 ae Jsbo () (ol

! Insident photon to electron conversion efficiency
2 Short circuit current density

Yy



N
o

R 100 F ®

£

3] — e

E 15 ] * 80F Kl b

et J_. = 17.6 mAlem’ g )

% 10F v_.=838my 1 4m = BOp > ]

& FF = 0.62 O g

E n = 9 TC:"O = (_B 40 rg ), e

9:_; 5| area:0.207 cm’ 1 E

g at one sun é) 20F .“.' J
0 i g i A (4 JL TN I IS TP T 0 % P e LI/, WAV |
00 02 04 06 08 1.0 300 400 500 600 700 800 00 02 04 06 08 1.0

Voltage (V) \Wavelength (nm) Light intensity (sun)

obyr 6,8 (@) MAPDIs cylSagyy b o ula gandjox Jsho Siliggiss sloaasin (VF-1) IS5
ol I8 @ 5 298 geedsk 5l b ez IPCE () uditons (bl 55 5l (a0 o S558
LFAL 5 o 5l s lgieay olisS Jlail Sgigh

20- —=—P3HT e PCPDTBT
—4—PCDTBT —v—PTAA

16-7vvv

AAA A 4
vvvvvvvvvvvvvvvvvvv
v

0 02 04 06 08 10

Voltage (V)

0y 03idd JUl (6 youly calizie Slge b (S0lSug p (o y95 SlaJokw 59 - Lo JBs Sloges (VO-)) UK
I\\] PCPDTBT .PTAA PCDTBT P3HT

‘P3HTY PTAA youds Sl ey iles ST solaiul o> camo Jlal olge o
mp- TiO2/MAPDI3 suois,95 Jobow ,o0 PTAA oudy coslatul )50 PCDTBTi «PCPDTBT'

ol Salggies sle el b (Y-1) Joaz o [NVOA-Y JS) sls oylas (AVY) 1) e85b o e

! Poly(triaryl)amine

2 poly(3-hexylthiophene)

® Poly[2,6-(4,4-bis-(2-ethylhexyl)-4H-cyclopenta [2,1-b;3,4-b]dithiophene)- benzothiadiazole)]
* Poly[N-9'-heptadecanyl-2,7-carbazole-alt-5,5-(4", 7"-di-2-thienyl-2’, 1’,3"-benzothiadiazole)]

Y¢



MAPD(11.BR)s o g5l ColKagy 3 ooliul b 1S58 60,15 58 el 0sd o155 L Jskes
Ses 5 g bawgs (VYY) wlice 003t HTM lgicas PTAA L ol ,an MAPDIs (sloes
s 3485 5 ool 1T 31 St lon & ot 31 osliid U ol G ol [N 5
9 100 Cogb, 4o 6l 59, SO YD Cogby 10 61K 5, Foolil L o GUI sles o
log] (28l 470 0) 09 0 bai> (93ar Jolo 035l UYD Cogh) 10 (650055 59,00 Coledye
5 okl HSle @ ) cosb, 4 (x> /Y Hlade L) MAPD(l1xB)sslaJsbe o5 ol
5 45 ol talS czge p i S S sS slaeil by glasl plrale ) aisls Cound ()T o5
Olyeesd (225 Hebar (VF-) JSD) 098 00 (oo Il )Ll 4 565 )k JL L Sl 50 18
ools 15 abal, b X ail 0oy b (Eg) MAPD(IsBr)s ol sloary (s )ly S5 o 8

:[A] D9l 0

E, [MAPb(Il_XBrX)J =E,[MAPbI3]+(E,[MAPbBr; ]-E,[MAPbI; ]-b)x+bx? (¥-1)

eV il s el,l BV e X o 3 By a5 LIS 0l 5o el | i el b T s a8

5 933l 25 Sigots (F)) Jgad WAL el sy Y

Eg(x)Zl.57+0.39er0.33){2 (f-V)

FTO/bI-TiO,/Mp-Tio MAPBI/HTM/AU Jskos (sl saal Codas (olss3ss sl el b aodls (Y-1) Jsor
IV

HTM Jse(MA cm®) Voc (V) FF (%) PCE, (%)

P3HT VY8 “ VY YYIY IV
PCPDTBT VoY “ VY FEIV BIY
PCDTBT Ve ld -/aY YV £y

PTAA VEIf e Vi a/-
HTM (50 gIA “IEA OYIA Y0

! Bowing parameter

Yo




- = s
g g =0 (W)
—_— w4 'c
’g' y={.06
a2 /“ \’_013
\8 x=0.20
£
A
N x=0.29
}-.- — Lag o T TR il
A v=(.38

3; , xr=0.47

=1 /

(8] o bkt
sl x=0.58
85| <

5 Y ¥ L r— i 1
§6.20- x=0.71
gus.
£ s10f 9 ‘
i 1=0.84
@ 60sf o
go.w- T
3 2 x=1.0
o - o
5.90 Aomibobintuelombondomtocbontandeed = s st L, “—
00 02 04 08 08 1.0 Z5 B0 RS 20 A5 MO 05 NS
X ZTheta (Dogree)

Vie oINS o IVY /O SY /YA YR Y e NY /08 ) @ e XRD lagSIl () (VP-Y) IS
(Yeoo) 2o 9 (YY2) 9 (+oF) 065 )z sboad 4l o oo SlaiS, 5 CH3NH3Pb(1;4Bry); (x=
38 9 (YL) (14mem) os8 )lez 58 (Vo v) amio [0 oSl slaylo 5 g5k o el (©) (Y0 = YVIO-Y\©)
oy exSe b (55, al) (oS Al aSill sle el )by Laslonss el iled () (Pm3m) 25

Al CHsNH3PB(114Br)s 2 X oS 5 5l nls

SR ook Sallugn Y CodlS Sene wiejls Jsl o 0 sondyeS sk o0il Sl
@ ol lp plioee ol SS9y 5 oS e Ay b g (g lrosi> e sl
bags JBn 56 5l Slasa¥ Ghgy alos )5 1) galiBee slo b cenlin St Colug y a2

A\l



T T T T T T
(110) . |
* Solution-processed
=)
Z | (220) i
;: *
Ju]
E
E i {3%0} i
ﬁ *
£ Vapour-deposited
z | 5 I
L i X 1 A =
10 20 30 40 50 60
26 (%)

L8] L 5 Jsloe 58 5l ouiiags culSwg n sloas¥ XRD 66l (VV-1) JSis

e s Sy | Sy O3l Y SLasaY Gl Gy, onl 0 - 0d e Ko g 5
oo a3lo sl 5l baolital b ba T o osliiul PBCl Sase s MAL JT ace 95 Jolis 5,
Jss [fafassl, cass 700 51 Giws oo3b 4 FTO/bI TiO2/ MAPDI3Cli/Spiro/Ag LsLu b
QY 69y 2 @b g Lo B 5l eaiagys MAPDI3Cly colSug sloa¥ XRD (6631 (VV-1)
o 4 odband Cullugpn sy ol (YY) (YY) (V) +) Bl sleals vas o las 1) FTO
Oy slacaadse ;0 FYIVYC o YA/FY AFNYE 6llg; 5o Jgloe 5 )b 50 51 Slasa¥ g, g0
OA-Y) U asilh oo 5590 cnly syols LSl lils JLEle g0y aeo o lid 5 ool jalbs
Y mhaw 358 0 o LSS cpl o a5 jeboles aas o olis |, laaiges SEMT gl
3 SEM pslai cunl 535,50 sbeails ojlal o gesleaSs ide clls [Bu 38 5l eadags
e )l 5B g Joloe 5B et e (SulSugp Y wiss o Ol ladige (o550 ahais
—Y g, sl okl b ooads agy Collugm Y 9 Gl YV M g ¥V M sgus jo Sebes
~a¥ gy 4l sl S b 5 Jshe wdss coslie 5 0392 SIS SISl b8 51 Sl

! Liu
2 Scanning electron microscope

YV



Goyb )l Gl 0SS g, 4 MAPDX3 colSugn sloasy ol jo o)l (g golaill 4d,0
5 o Sinysh Lol b e dngs CHaNH3X (X=1, B, Cl) 4 Pbly ols Jslme Jlisay
Ddos Sollgn 4Y (G59ls8 )50 40 ob Dlati 4y e By, (nl o by 1S LB s

ColSagp &Y 4 oliws lp 1) (Pl owdige) Pl 05 g, b sl 61y o )Ked 5 ' 95>

,Lm )L’ _,' "DL.J 09

Jsbe 56 51 LS ¥

Ag
Spira-OMaTAD

Perovsiote
Compact TiO,

FTO

I sl 5 1 s Y

SR

J;\* x) ‘v" , ] Al !‘u"

| st 588 5 il v

-l 5B 51 Slasay by, 90 4 sudangd CulSlugy slaasY Lo, ahate 1 g mhaw ISEM pglay (VA-Y) S
Ifa] s (o) 5 slome (5

! Jeon

YA



100 °C
. —
ey BN N\
« 8

L' b 100 °C

ColSg s Jolxa 3,8 ks Sz Sy lssy ile 36 4 gyt oS50 9 519 ¥

L8] e85y 5 puses ColSuwgp aY ags slp Pl cwdige oy, (VA1) S

Sl 5L LSas &b 5l el ,olE DMSO! wisls olas o (VA=) JS05) 08 )5 a ol ST
- P> 5 (b oslal b a1 [0 Tsjlwl b a1y collug 5sb o, MAI-pbl,-DMSO
C Sy 5 (KO« NM) qusds aY LSt g iedes o lado s 0438l g DMSO 4 GBL™ (slo
o i 5 (TIO2) 9,5l oama JLisl slaayy o (x=+/V=+/10) CHsNH3Pb(11xBry) <olSws 5,
L i, em o gy Yo VY Jlos o ol s LVFIY 035 4y 9 Vo MM Cuslies & (PTAA)
FTO/bl  TiO2/mp-TiOo/MAPDIa/sprio- ,Lslw g glad> ego Sloiia ¥ o, 5l ool
s, PO ol jo g, ol o [OV] asssls Was ) /00 a1, (5,51 hows o534 OMeTAD/Au

L) Jslagnsin! 5> MAL Jole 1o (05 &)l 5l ey g 0ad Slisa¥ Jodieg o TIO2 Y 5
S5 CBeSs ($hsIshee b calug p Y g oad jabse agli Fe o 4y (Ve mo/ml il
TiOz 5 4ty a¥ 5 50 59, = |, Phlz slaa¥ (uSol g5y (il sl (@ -V e-)) IS8
=S 5 oob oS s MAT 5 doe gl )0 (6,518 5l a5 8 (Jde
= oand SLadaY Phly 098 co onus IS5 ol j0 a5 jsblas s o lid MAPDIg oS 5
JSisan barpe (o) 5 (o) (T (00 )) Dlmio 5l Al Al ke hls kS aded (s,

e TIO; (59, oo GLida¥ PBla 4y by, o XRD (65501 (S ezl (g5 i izl

! Dimethyl sulfoxide
? Gamma-Butyrolactone
¥ Burschka

AR



Intensity

(<) (1))

% ;
A € ;- =
Nqgap - * o T T T T
Pbl,/glass 1.2
S 08+ -
¥ 04 =
00
CHNH,Pbl /glass ' ' ' ' ‘
@) 09 =
o (3) 0.6
2 £ 03 -
Pbl/TiO,/glass 0.0 T T T T %
12
* —
g o -
+Ti0, CH,NH,PbI,/TIO,/glass g oo -
0
T T T T ! : d :
o 100 200 300 400 500
10 20 30 i 40 50 60 Time (h)

F0°C sles gV e+ mW cm? oot by, cov ey cudS b Suldgeisd (slo ol ,ly s (&) (Yo-)) IS
el 039y dudw slo LED 5l slaul,T (5,95 auo 5 00 (6 S 3lail LSS el 90 40,5045 j9bas [V i

@ o8 ko jhan g JB8 (JARL TIO, 5 ased b 59, 2 PBl aY oSl 95 Jln slagsl ()

LoV MAPDI; colSug p oS 5

b il oS5 LY (o) «ansd 5 (Al pogd (o ill) MAPDI; SLisaY slo by, dulin (Y1-)) JSi&
LoV FTO &Y 535 g9, 5 GBL > 5l solaiwl b slal> 0S5 SlasaY (5-z) s DMF P> 5l ool

-olas el pl o Phly g5k jlisle JSCis 4 Gleie a5 il o yiion il alB aw glyls

3 Phlz g,6l Olxan o) coge Y ;) Glacas J5dsie TiO2 jeas a5 ol ol odas

Yo



s MAL Jslxo )5 (59abss 5l g Pbl 4y slate ali j50> (rioren 05dpe Blide Slex
O o lp 5 £ S v loy Dae a5 Cewl (pl samsylis MAPDI S 5 LSCas
Sl 4 Pblz JlS pads hoss ln it ooy 5 005 S CulSugpy Jlisle 4 JolS
Sabains 555,158 cov 1y ol (Jokw nl )l (w2 slp 09,8 cnl el oY oSy
g 00 slasgss 5l Jol> 1-sun Sliss, cov celw 00+ Sow 4 FO °C sles 40 50,5
Oley 35 o 1y Jobe cul Selidssisd byl et (A1 -Ve-1) JSA ol 3 ai
The 5l Giom g oo cdlive by Jokw Jse jo ialS gl oo alaxde aS joblen o o ol
&l palesl co 4 sl asl PCE a5 ol 53 a4y 03 09 o0 Lo 55 (65,80 o oo3,
4 e a5 (PCE)' (65,50 o oo3h cdl .ol ool (3,155 TA Lo lal o el azils 13
20l 0018 Zers (Re)| (6lpe Conglitn (2lS 4y o o Jsbos (FF) Sy ey 5 Voo 2alS
Slp Jsbe 023l e 6,55 5 ColSugn (659058 )90 e J50S OB (pl )0 eizren el
D> 50 MAL 5 Pbly 51 sl (glalo oSS (39,0 ol (o)l55 (slal g Slaia¥ (s,
8 jebolen s LY FTO (5, » (i3, (a5 ids s, 4 3 0b 4ngs DMF(GBL)
MalS g, ol 4 ool ags MAPDI3 Y 558 oo alasdle (5= 0 — 7 — < =Y 1-)) sla ISt o
A oo olid gl o090 5 slad> 0 ST o9, 90 auglis LoV] el solas gy Iy Yy e
Mals FTO a¥ 1) o 5 oads Sis (5 ,55>05 MAPDI3 slocS ol (slalo yogs b, ,o 45

(oYY -) Jss) Cawl 00l ool g

. . A “ . - e. . & A\l
e 5B @ H0lS 0938l Gk 5l ColRwgp e (Koek g e (sg) OKee 5

oSS 5l ool b (glalegs Slzsay s, L T [aY]wsls @) DMF- MAPbI;

$o90e a8l Cpm sladily §r0 5 S yp als olail b cullug Y LSiS 4 3340 PbI2(DMSO)

! Power conversion efficiency
2 Shunt resistance

* Dimethylformamide

* Chen

AR



sk S5l 4 3ise IS ol o] it 2oy (PL) ollaslyish ot 5 ol s Jobo
Jsko 5L & 3ge 15 5 o] it i (PL) (litioslyins i 5 ol as o 5
W TNV 035l § (V) wsSan el sl b (g o5
ITO /PEDOT:PSS /PTAA /MAPbI; (280nm) /PCBM /ZnO /AI(100 nm) 1)
a3 e plis | VA0 MMz b b 55 4B 55 ploj 4 atly PL il (0 -YY-)) IS
el PL 3l POI,(DMSO) tlSagy Y oS ogege b 05 co odalice a5 sboylan
Al Ve Gl ool adl fal B PL ol (ol e laceS 55k rals Ly adpdy &5
5] 5 Laags a5 o] 2ol oS 5L LtalS ) Sl (VY- Sy Lhedls PL cads
o yolsS Lo Phly sl ouds bows colfug p Y gl oboul ailes o (50l slo mi 4 atuuly
S 38 5l eads LSis colug sy a5 J> o wenl YV NS Sloy <ol b ol e Job
s ol axil o AYY NS o\Y NS slo jae Jsb (slyls s 54y Pbl;(DMF) (Pbl2(DMSO)

(o) )

10' 4 60 =~

* Pbl, —Phl, <

2 0 & TR L) —— PbI (DMF) 0 2

._-S- ° I'I)I,(I)M\()) 3k I’hl_,(l)\l\( ) ’,0

= ® 440 2

E 10" 2 o)
=

z 3 2} 30 8

- [ =

. ]

> 10 2 §

‘2 = <20 b

s <1t =

s R-|

‘E 10 10 g
—

- | ——— =)

-9 "" A A i A 0 A A ‘6

0 200 400 600 800 1000 400 S00 600 700 800 i

Time (ns) Wavelength (nm)

Los Pbly 31 ouiangs oodiaings CulSasg s casy (PL) Ll o uiluioglsisd 5 i cinbs () (YY-1) IS5
) zsedsb b e ald o oloj 4 aiesly PL sl 505l (&) PI,(DMSO) 5 PbI,(DMF) wons ool

Sl mgedob L O MW (g b adlisSy ondl o i) o 5l cilizie culSngp slaasY 51 .(Y#ONM
Loy] oz solau! $YA/A nm

Yy



SIS, ont s> slashe 55l )3 TIOz 4z ST.ank oo ol (b 8 S 53k 5515
L TiOz (3,5 cnile ln ok S 0 S o0 Wl ) by 28 Jo Ve 3l G sl
a4 ALOs 3 oY LTIO, o5 (3Kl b s oy awdys> sla s o AlOs
s Voo o a3l Yoo MV sgam b e ulowl g MAPDI3 Jolis Jskos ,o Be+ MM colies
S (ALO3) Lwsl sl o oz, bls [YYICal 2al3l /318 & VIF 5l onsl Jso mesipoe
039 TIO2 51 YL Jlww o] Lisle, Jles a5 [OV]aab oo V-9 €V o0 s)ls S5 L @ile oole
leis Liogll cnl iy g Goy53 o] 0 atili s MAPDIG 40Y )3 550 oy iz Sl (sl g 580
ALOs s o by 2SIl 5 0iS oo Lo MAPDI3 sl,s ' g30 ,Lisbos ol b s o 5 (lsica
losls ubyy (YF-) US3) Wsd e Jiie FTO 59,80 4 MAPDI3 Gy b 5l i
VM GE G MAPDIs o ey iSIl 5o S9i Job cpley & atuly @i g Guiliciaglyiod
adgi g o oolitl Luwedl ale oole 3l a5 olfin i 09d co cmge peol cpl [VV]as 3158
S G Jewily yo 1 diceglT 51 ool .aslb pdy sl YA mA/cm? Sor e s
Gordys> Jobo anze fals jolaieas ol oad Voo jo (Ralpdl Yoo MV oy o 5 00 o

0aiS s ST Y 5 (MS-ALO3) Lol [LsLos plgie aY g sl (o> g, ¢ culSug

Injecting Oxide Non-Injecting Oxide

Jsko 5 (G Ceows) Jordoeiagso TIO, (bl 2 (g0t jon Jshoo 5o 4L JWil 51 glolsz ,bo (YF-1) S
LYY i)y e ALOs bl (g0t o>

! meso-superstructured scaffold
2 Non-injecting

Yy



aY 5 ALOs Y cubrs giluaigs bawes [0F]as &l 10-°C ol sles o TiOz o8>
Gowdye> Jelw yo 1-sun lisg, o 210/ 005l 5,65, TiO2 6,4 cuSaw o1
033 cpl ol 53w p3Y L00] (V- SE) ws Lols ms-ALOs/MAPDI/Spiro oK »
obsS Jlail &y poditns (Wbl 51 a5 0 drilone -V (piomie )3 (29,5 Ol ainiin 5l 6551 s
aS o ool lad cawl oals 5155 09,5 led lawgr a5 (5,50 dlae 0 g culs (Sl
(Ol diy alai) LI alads 5 oad (6,503l -V cmie o0l il Sl Gy 9 Cup>
oSl e jo Jie sl L0%]s ls ms-ALOs/ MAPDIg/spiro 1L b sla Jgbe ,o bl
mW/cm? oy ain 9,5 olg (FB-SC)' obisS Jlasl & pudites (oLl 0 o mV /s
Hlas oy T Ll (YO-) ) 090 AIA mW /em? (s Sga 5o xSl 50 5Sed ol Cawsan\ VIV
odds (g S ol IV s 5l ol AL O3/ MAPDI; /spiro-OMeTAD  Jolu IS alads wals
Qe S, (VO V) LL sy oails 6 Soslail JIS aass b (+/VF V) FB-SC cyz o

63,8 )55 ohd allie ;5 a5 710/ ook a8 wia,S JVarad by ] ol by el 3313 o caslis

- (U) (u:.ll)
T T T
—e—lightcurrent| | | ~ _ RN
—=—dark current| 20 ,-‘-x-x-!:l:lzl:l=l--q:'-._._.~. —v—ht-TiO,
20 -_—o—o—o—o—o—o—o—o—o~.—o—o—._.‘.\' W\\ —e—TiO
j-0-0-6-0-0-0-0-0-¢_ - —
S N\, = -ove. v,
It-TiO,: i Y It-TiO;,: e \V
— J,o=21.5 mA/em® \ 10 F Je=200 mA/em’ e,
€ Ve=1.02V @ — Vo= 1.05V ey )
b 10| FF =0.71 £ FF=0.72 N, X
£ n=159% 2 =153 % \.\
~ Y
= '\ ‘E’ 0 WL
0 ht-TiO;: TiOx:
Jo=2L1 mAfem®  J,. = 15.4 mA/em’
Vo =097V V=096V
o FF = 0.59 FF = 0.56 5.
10 F “10F n=120% n=83%
u
\ N 3 | | \ A 1 A ) ¢ A L A L L ‘
0.0 02 04 0.6 0.8 1.0 12 00 02 04 06 08 10 12

Applied Bias (V)

Applied Bias (V)

a5l ooliial b snd asgs oTIS (i b soudyon sl sk 5Lds — ol > slaaasin (Gl YE-) Ss
5 Sl a0 5ldy - b, e () (omb Les (IE-TIO,) 5 YU Les (WE-TiO2) « 8,501 (TIOy) 00 i ey
oI5 IETIO, (9 2SIl oscas JUsl 4Y 3515 &5k 5)eossl (e 3VL hls oondys Jobo sln (2lets,

L00] colSug p aY culbs

! forward bias to short circuit

AR



N
o

-
o

Current Density (mAcm™®)
‘n w

-10

—_
o

" Mesoporous Al,O,
| Scan rate: 0.001V/s

—a—FB-SC |

o

Direction

LFB-SC
scs

oo | NOWY M |FF
(macm™) V)

1937 13.73 103 067

19.38 894 0981 049

L

A

0.0

0.2

0.4

0.6

0.8

1.0

Applied Bias (V)

i b 5l oas (6 S0l 5lls by cslam i SLls by wilewy ok (b 3T (Y0-1) IS
G ys> sk sl AM LS saligiluancds andyss 555 Lot paiins (bl & olisS JLasl g oligS Jlail &

O8] <1V VIS Sl s § £ 0 M calesls J5edstiag o (sLaeglT (51l
00,5 el sl W e cpdize 00] cul LU clls 0oil Glp 95 eSS jorn Widg:
azlye SN (s s 08T 5 0o bl ISt bl b (0051 soms e ) oy i
S5 g1l CH3NH3SNls oS 5 [oV]sgs o o)z 0 b pp VT b altes ol a5 wins
SE L MAPDI3 pawye oS 5 b dslio jo a8 ol 20-1M jo Ol ad S 5 VY BV gl
Sl Spe 9 00game fols ibg sl o)l sl h 50,8 Slal> VOO eV )y
MASNIBry oS 5 51, (LOIVY) 035h olime o yiien 5 03,5 oozl CH3NH3SNlgxBry oS 5

209l Cews @

Y-8 8V g,lg B lyls Cs3Shalg s o o cullugpn oSy 5l cuiixe 5l 29,5
odle ¢35, P CuddS 3 am a5 wisls Las Y ol XRD il oy 5 b Lo T LFV Jass 57 oolaal
05 oanlive CSl S )5 4y 3latte SrgS Loy als S, Ladd CS3Sbaly oS 5 &y Loy yo (sloals
o8l pl (YP-) S0) sl Joloasas JSCid adgl oole 4y ColSug (Lol 5o 4y bogy o aS

A 00l Zes (> 1 pm) aasls 55 o5l b Cs3Sboly T a8 59k Jisle 4 5 Il

Yo



s (@) (h

T —a CHNH,PbI, film _ |- —anoriented film
? ¢ n
'g
. =
J L T'E-J A A - |
i P, =
~+—the CH,NH,PbI, film '@ |—-—the oriented film
' left i b for 60°davs] | left in air for 60 days
eft in air for 60 day si[ | CH,NH_PbCl, k= Cf'
_J! Lok ' i - — Jia :
S 10 15 0 20 30
260(°) 20(°)

S sSI (O) 05 oo ounlive CSl 4y 3laie (SosS ald (WSSl g5 il s 0 s Sla jo LY (5,lapSS
6] amo e olis |, Phly 4y gl Jgame b L (glsa ;5 odibcs )logSs MAPDI; aY Sy oS3l 5552 bl

dlaie 50 ald SO e, £ cdS 5l o MAPDI3 oS5 4 Gleie XRD ads jo a5 550,09
XRD ol <ol b oyl .ol o0lSug oS 5 a2 ooimoylid a5 o eays Pblz a5l 56 o
ald pl jeels oDle MAPDI3 a0 oy 5l o asan g0 Lad wols olid Saw cpl 4o dwgn jgba

D9 oo odalivn laore (glan )0 ol (6lugSS Cullug Y (o

o3 CainSL FAPDls slaayy Slasay slp was 65,500, oo 5 'S Y10 Jlo o
P98 o ad el Jeld 8,09, cnl LOAIWAE 1Y /) 0ojb b Joho colo 4 Goge 9 ks &8l
15,5 sl> DMSO sls JsSUge puiins JsSgar Jobs Lawgs (CH(NH2)21™) sy powisons]
ol 25 STy Gl (FAL S0y pgatsinel 058 L PDl2 (slo gy ot o 50

Pbl, DMSO+FAI—Pbl, FAI+DMSO1(removal)

05T e b ) LSlog ;S «(VVYV) ez 5 (5 50h sliwly L FAL slaay 1S5 4y e 01,8 0l

Pbl; 1ozl PHI;(DMSO); ShaS asps (sl s BLSIPhly oy ghans 5 550 sloails L

! Seok
ZEAl

1



ol S5k sy 5 095 8L iglg5 o1 45 sbn (] & g 555,5 J> DMSO s 1,
TiO2 59, p 5 03,5 J= DMF 5 1) j05 cpl Collugpy Y aups glp 0ged Sis 1) oo

oY ol gy 21y Jobongn! )0 MABr 3 FAL Jolore s ais S0 Slasa¥ Jodsiegre

A Agd ColSugy 0,05 sloged Y oS 5 (play g 00,5 Sl Glas

Sy wlS an ol SLaS 5 4y (CS) ayje gowe o3le 50,8 adlal b ol Ses 5 ' Lobe
Jsks 02l g1 o8 5,lauly aSl (AYV/)) cesls oiVh ool Lsas a5 aisle owdyss ok
ool [0a] ol ol S comlus 3o cole Lulys a5 cuils gmeS g3 calbl
o 090 |, Cs(MAG17FA083)1-xPDB(lo.83Broa7)s (IS p,8 4 aigslS aw slacalugy
4 3390 (FA) portianel )8 5 (MA) poigel Jie {CS) o5 (5051 s 3l oolizasl b iols | 8
Oeime g idly ol YN Sl s a1y Joke ool g ool coaSL CulSug oY cole
Ll @ aisslS aw slocoSugp ol sols 158 1 7A 0o5b Jok 0,85 cels YO 5l o
Oldas g o P> sla o oo | 51 Slbl o sl jusie Sllog g a5l 5l >
SeslS 5I (So 8 Wl a9 iS5 sk cal alaln 20 Lol 2 558 b Sl

3y 9 S,z Glal> g Gibe (b w0 (V) JLSle b Seiw jeudgp 09,8 VAV Jlo jo
Collugpm sl [0 Gaae sl a4 alily ali JralS ¢ poeew jo Blol o slayes (oged

(ERIRRCAL A G5l baws 003l 0,65, Sl 4 3990
FTO/bI-TiO,(60 nm)/mp-TiO,(150 nm)/perovskite(500 nm)/PTAA(50 nm)/Au(100 nm) o)

S36 Y @5, p 1y YA o> Cad 4 DMSO: DMF (sl > ;5 PBBI, Pbly sl lay]

03502 A (glod 15 59, Y &S IPA ;o Iy Joloeo Lo 0305 i > Slasay¥ Jodsieg e TIO,

! saliba

v



(&N

e
n

Iy caate o580

Normalized absorbance
o
(3]

PL counts (Normalized)

)]

" 1 i 1 i 1 1 1 n L i 1 A 1 A

0 200 400 600 800 1000 1200 1400 200 250 300 30 4C0 480 500 550 600
Wavelength (nm)
PL decay time (ns)

() -0 Jo 5l 595 Y () 555, S (V) abolidl (V) sibgnanl 5 12 Jslone i oo (Gll) YV-) S
zoedob 5o xSeslal cnlond J 1S g Bus Collugp slaan¥ )0 Gloj 4 dtly Guilaiaaglsish sla giovie
Lre] cal ooy plswl AYO M (6,25
25 00,S adlsl Jsibgpmen! ;o0 MABI [FAL Jsloe 4 (=0 Mmol) calisee polie L1, 04 oo
I Jsbomasm! ol Jelowe i cads (I -YV-Y) s .ass 87 SlasasY PbBr; /Pl 4Y (59,
SlzgeJsb jo I3 Cd> slaald ol 090 oo cdmlive S (pl jo a5 el len amo oo ylis
I3 o pled 5o, V CdS 5l s g @Bl olidl s > oley iol8l L YPY nm o YAY nm
Nl gl b sl an Jed 5l Gaes lajly 4 alily sleall LSCis ol ool Jiag
2ile Sy &Y 3 it oS53k S st o slite sladlSyle 5 lagsslS
oS Sl & Glhils (e plas g ol s o e s (Ale plaST aS sl pl 4 S
G oy 2 ge ColSwg Y mh )0 0 slapsl Glglhd ogmg 05l oo LolSugp 4V [ Bres
S b el 4 e g 0ad TIO2 5 cullugy S pin jye 50 ol slaesl b o] 668
ol 1y ol 4y dtsly Guilicpnglgigs canbs (0 —YV=Y) S 098 0 Jobo 033k iul38l g (5550

el 00l 53l (0-V) alayly Jawgi PL flos 4y atsly Ol poss (0 -YV-V) IS jon000 0

y:Al e-t/Il+A2 e-t/‘tg (&— \ )

YA



a1, PL gy 2olS il oo PL Taily jos Jsb g obisS sae Jsb cui i Ty 975 ol 4o a5

@Y PL il 04 o 00ls cod il slocaS 55b 0 T oS pals g il ue slacaS 550

ol a5 I ys 55 1Y+ 0 NS Wil e Jsb 5 VWA NS obsS yes Jsb slls I3 Jolts culSuss s

A 0010 s ColSgp Y (Kool (iulidl g o s clale ol 4y Gos 4 o

gy Sl gy Al gty Jsle Gln @l Sldlas Geluly o5 LTl

5o 1 ccnl ool o 158 IYVE sg0 j0 g,k (6500 oS eo3b jlade iy MAPDIZLCIy

.[?\]o)b 3529 035> (! 4o Glddoy plol gl (g0l 035 o2

Cellwgy Dl a¥ (JlisaY slamg, 11-)

plnl b 5o (liugn ot o5 sladske il 5 00k (8l Bua b s slaiags
el 0,y iz loa] i 5 ,b 5l Sl Oils slaasY aige ol deo S0y, 5l (Sl
Bu 3Bl Sl g Jelowe Sl GlasaY oS g0 4 Collugn e Slasa sla s,

el 00l Byme Jlozlay 0wy sl Lisle Slisay gla g, delsl jo .aigd oo guadls

Joko 3l SLada¥ sla g, 1-1)-)
Glal> 50 (OSSD) glal oS5 g, Sz 4 Jsbre 5l culus, Lsle slesay

258 o plwl (SCD) glailzdl 5 (TSSCD)’ i 2 (sl yogs (TSSD)' oo 5

(OSSD) (glad> yocSs Sliias¥ gy 1-1-11-

! Short PL lifetime

2 Long PL lifetime

® One-step solution deposition (OSSD)

* Two- step sequentional deposition (TSSD)
® Two step spin-coating deposition (TSSCD)
® Spray coating deposition (SCD)

A



GBL &sliie sla Ml )3 1,PbI2 I Jso o s MAL ST 5o S5 lojen jsbas lal () cnl 5o
5 d9den Sl L8352 hey 4 cele Sy S35 2 o 3 035 J> DMSO L, DMF
JyuS pae Jds a4 i, onl 5o L[FF (QIFYA-Y JSs) 00,8 oo i)+ +OC slos 4o alosl
Y gl Gibs 9 (S ek Sgne jsliieds () (I b ead fol> &Y CodsS 5 5ok S39l92 90 2

noslosiy Jolome 59 Losisgsil 51 eolitnl b 5 o i slagts, 5l e 5l el alos

[9f-57 yal 09 eoliu

(SDP) o i Slias¥ b9y Y=1-11-)

MAL Jsloeo j0 &Y cpl G 098 o0 Sl Y i3 > g,y 4 Jodie b mase 4Y 55
S b (g LSl 4 B 00 5 oo j5abge o lojie 15 (Jgbignsil )0 oot =)
e o aY ;a8 Sley e b 1Sy sles poss b g, cpl 5o L8000V (YA JSia)

20,5 Ui Olgee 1y Y pj 69y (olwgn ok Caz g ojlail w5 o )18 by pgl

(TSSD) s o slads> g Slisary g,y ¥-1-1)-)

Sy 2w F A e 3 09,5 > Jsibignsnl jo 1, MAL s DMF o 1, PBl locul (bs, ol 5o
g @Y ) 0l Oyl 5l e (@ VAR JSCE) 99 oo plonil (p85 2 GlasaY [lais e Y )
Oogy cnl LEV-20 felogs o ade T adle s colSugy aY ep 50 Wosle s S4i
-0 00wl SDP g, 4y Cnd (6508 jlen o0lo jlaie 3l 15 ol a8 podyyg 80 ¢ 00l jlows
5o W Y glgeas Ghgy ol edeliwsd sl g cunl (JpuS LB g, aioren 04

i 10595 cwlie CedS Sl Gand 95 sla Joke



(SCD) syl @2 yb 31 Slisasy Jog, F-1-11-)

5 & & < ‘ . o B3
9 MAL sole o Jolome (g, cpl jo ol &l e 5 59,b lawgs )L ol sl b,y 2!
b, 5l eslizad L Ve mg/ml S cdale L DMSO L DMF 5 Y2\ Jga e 4 POCL

[PA]s5 5 o Sias MAPDIGCly oS 5 ooy Sldas 3 w5 995 oo SLasa¥ (s paul

Hb 50 51 (Gliday by g, Y-11-)

S e (DSVD)' S 55 ancie 55 g, dw & 0w 56 5 lSug Ll Slesayy
a by, ol aslsl o sei e bl (VASP) Ly S8 & Jsb=e 5l Slisay o (SVD)'

leads salo C)“"’ )La.o‘

(DSVD) W& 50 o 90 lidas¥ 1-¥-11-)
o 1B Al & O+ mbar) S5 o Alflas ace oo 3l POCl s MAIL g, -ul 1o
Bt = )9-"’ : ) T &R 9 ) 9 SRS AN

A3 50 V05 (Sg) e g 0dd 0300 ygae (Seelpw g g0 (YL I T (Jge Sl b s

Ifal

(SVD) ousd ¥ st LiSAY by, T-Y-11-)
MAI § PbXp oS oo Sliias¥ Bk o,k 5l Y 4 ¥ |, MAI 5 PhX, (X=1,CI) s, ol o

JK8) wigd Collugn job 4 howd B &igd ol Eou 5l e g 00ls plmil (Jgy0 1S

Iy #al (o -va-y

! Barrows
2 Dual source vacuum deposition (DSVD)
2 Sequential vapour deposition (SVD)

€Y



(!
( é (Pbl, + CH;NH,1)/DMA

~ Insita
dipping reaction

3 @

—

One-step coating
- ——

=

6 Pbl,/DMF é CH;NH,|/IPA

4% 'M

Two-step coatmg
T re—

lal> 099 () slalo oS (Al (SlasaY o) Jsloee 56 51 SLasaY slabg, 5l slojlgg b YASY S0
DN T y50b5e ~ o252 (Sl a9 () 5552

(&) (1)

Textured MAPDI;
—

Organic vapor C)
7 Inorganic film - Inorganic film - /
Substrate ( Substrate Substrate Substrate rf

B Sl (035 5 (oags Slasay (Gl b S ) Slasa Glags, 5 sloylsz b Y1 s
IVYI VASP las aY (2) oy

£y



(VASP) )l SwS & Jodoxo )l Slisasy MT)S Y-Y-11-)
0O e g 00 (i3 > SlasaY s jee 4Y p5 59, DMF o Phl Joloe lail ¢ g, ol 5o
MAI Lo b N2 jaus! o fols POl aY s 05 co Sz adds VO S 411 -°C gleo
s Joibgpanl L 1, QT (O Sl o (VA SD) 0gd oo o 1040 gles o

IV¥Tsgs o cxy Toazme g 05,5 Sas

S8 slagiy, pled b oot angd gy sy aly gord s sladshe (7)) Jsoz o

el 0a 158 a0 o YL glylo aST sus

0dl yo,l55 alite glo gy 4 Collugp Slasay 5l eiST as glagy Olehad ool 5 Lzl (F-1) Jgo

ol Somidysb Jakw sl Lo Jsc Voo | FF | PCE
ey (mAem?) | (V) | (%) | (%)
0OSSD ITO/PEIE/bI-TiO,(Y)/MAPDI 3. YY/VO VAY | YO/ VN
xCly/spiro/Au[74]
TSSD FTO/ bl- TiO2/mp-Tioz/ MAPbDI; Ya/A VoA VY \O/E
/H111/Au[75]
TSSCD ITO /bl-TiO,/mp-TiO, /[FAMAPDI;. Yo VAN | AV YY/$

(Br/PTAA/AU [60]

DSVD FTO /bl-TiO2/mp-TiO,/ MAPDI;.4Clyx Y\/0 YR sy VO/f
/spiro/Ag [49]

SVD ITO /PEDOT:PSS/ MAPbI3.Cly /C- Y-q VY | YYIY VO/f
so/Bphen/Ca/Ag [70]

VASP ITO /PEDOT:PSS/ MAPbDI3 «Cly /PC- Ya/A -JAYE | oY VY/
s0BM /Ca/AL [73]

Y




2B sy sl Jabes L 1Y)

ool 2 Gollagn and et ladshe el sadosls las (Fe-V) JS& 5o a5 jsbilen
ColSugyy oS5 NP Sl 0 gl ge aSle PN L NHD &5 90 4 sKeals oS wisy
e [l a5 a5 izl ool o 08d 0 SlisaY ZNO L TIO2 wile N g4 oole S5 (59, 5
Poi- JLsle )0 058 00 s pslanz 09Ul 0gd o0 oaill Jsh &y 553 45 (e 5| el By yxe 35
3l g eals gSlisaY (PEDOT:PSS L NiO aiile) p gg oole G (59, p Collugp S5 N
5 g JLSle @y LSl Gl shioe yslae oy 355 00 saill g8 S5l @ oS (e
sl ooliials o ' o fs @Bl;0 b g aV s bl (lSag sladshe (b 5 3 )ls e
Ngd oo (saiich SygKgin 5 lanee (sla lilo 4 53 4 CulSugy il a¥ Glaay

Aloads 0ols 7,8 Jloz! 4y ba Lzl ol aslol jo (Ye-) JSS)

. Metalanode (A)  Metalanode (Au) Metal Cathode (Al Metal Cathode (Al)
HTM (Spiro-MeOTAD) HTM (Spiro-MeOTAD) ETM (PCBM) ETM (PCBM)

Perovskite (MAPbI;) Perovskite (MAPbI;)

Perovskite (MAPblI;) Perovskite (MAPbI;)

ETM (TiO,) ETM (TiO,) HTM (PEDOT:PSS) HTM (NiO)
| Transparent cathode (FTO) | Transparent cathode (FT0) | Transparentanode (T0)  Transparentanode (IT0)
Glass Glass Glass Glass

Oy BT

P-i-N e LSl (0) Pri-N S sSug o Ll (WD) (gous 55 slo Jols (>1ib 5l sloloz b (Fe-Y) S
5 SN ggi o pay slallu oo 4 bg e P gl N oles NP Sy gSugie LSLu (0) N-i-p s [LiLus (2)

Ivsl coilp g4

! Scaffold
2 Planer

123



o 5L V1YY

03,88 1 & Mols 5 g haws b (g 55, 2 CalSugyy 3l Y o] o a5 bbb
(z 9 V) J58) Wad oo 0duol el jLSLo (‘oa,z_é o2 4 TIO2 aiile) Wgds oo Slisasy
B30 JpuS a 5ls YL ool g pio b 4 olows jlaiea baylSle ol o Lyy v-]

il oo livo 5 eeiSs SalS sl a4 oliws 5 culSagn Y (6355950

Joding po (6 38 ST poliwl o (9 Swg y (guiye5 slaJobuw Y-1Y-)

(J5deeg e TiO2 Jio) Jodiiiagie (318 apnST 5l (Sin)ls (59) p Collugp sk (pl o
Cewylo la Jodzs 21 jo ColSug y oole 3l (6 lade Jlasay ol 3 s )0 0gd oo Slisasy
(o g G -Y o) US) amd oo | ignpm aY JSis o] 53, 2 CalSug ool ke g 03,5 Sois
Ol S5 A e g & 5 S CalSlug Y Culs @80 S @ ool s,y onl b
ZnO (Jxdoxiog e N £45 TIO2 (g5 oo oolisiwls g0 B)laie (38 (gloannST doxjl 008 o 0L
oS oKm LA -YALs b 1) Jsdsciogro P 95 NIO g N £45 ZNO slaalis il b g Joulseiog o
JE 5l (Sl 0gzg e aSl JE gl e 50 0gd oo oolaiwl Jodiiegie TIO2
S oges ool 8 Jdieg e Yl solatwl JJo (s Sete TIO2 sole J21o 51 (6,50 ¢ CulSug
G5 JrS a5l I nl sl el cel Collagny aY puilas sl SRR Sl

83 o 2l 1) (bine Slaki aile) (s35l53 )50

el plgre (o wg p (o ye5 sl Jolw Y-1Y-)

D on oolul Canls lgieds JZdiegie AlOs | Jxliegie TiO2 sl bbb cpl jo

A0S o Joe (B laieay Bro g cad Y — eV sgam 0 55,50 BB L gile sole Sy AlOs

! Compact TiO,
> Capping layer

¢o



Gk 5l oSl Jaml Jadsig e sla ol o [0¥logs oo Slasa¥ (T s5) CulSuyy o5
S Grizmen S pdyee e JHRgre TIO &Y 5l Jrsw LS ColSagn Y
TiO; 5l o] ,0 a5 Glaahd & cos (Voo) 5Lyloe 5Ly 0gb o oolizwl ALOs gl
5% bior IR 58 Joke 033l Grizres el jiin Slgg Seedoniz eadoslitul Jidieg e
4 s Sl el ColSg  oole 1 VL gl il 515 aSl s @ lsboplyse sk
g5 oobo Slyiea oo 5 LIl Y lsiear o Sl oole Gal by S el oy JUil Lol

b 6)5—‘@'? YY) JSK8) woo oo Jlail asdad 5l il a0 | S oSl )L g wiS o Jos N

ARD 0 ul.wa aS el J?Ll?f-a.@j)ﬁ T|02 u.uLw‘ » Slalad )‘ )Jé’).u.’ )J‘).’ 0 A|203 ) dxlad

Ivylew Jodsciog o TiO2 G yb 51 JG! 51 5y calSang o 56 3,k 51 0y ,5SUl Sgas

0
o

¢

-
+
a4

)

oe

[ ]
&
- % ®
iy
"‘:f\

‘e
(0]

> 0@ ;
*

ececeTeve
.2‘

e e v e
m'd

AlLO,;

e e
C.B. —A
C.B.
h
@ (eV) ¥ o
————— V.B -----V.B
o V.B. V.B.
V.B, s— @ V.B. o u
TiO, Perovskite Hole-transporter ALO, Perovskite Hole-transporter

o) TIO2 L oads i Cullugpy (Goudys3 Joho G 50 3L plral> g JUsl 51 slolgz o (FY -)) S
oiles (Jg5 slwo plo b oo o> g pgi 0 plo b o yg iU (Sl Co) AlO3 olsl (095 Jsho g (o

[YY]JJ‘OM oals

€1



PS> Jas

Sl y95 s Jghw 8 Sdoe g (So 38 )1 g 5Ll

1Y



doudio V-V

Slasle p @Sl EVolae ()2 & o 9 008,53 pme aplyer il s Tl Jad (ol po

ROW PRV PUE VPRV Jpes

N

N 5o Gand)ss Lo el alie slass 5l L zaedob b (ologsish Jold (gand)ss b
Bgdgo w32 o) 97 S JsNse Lawgi o598 5l (cam 1) Coul (o) (59, 5l i e 92
S @ 39,8 a5l5 b ol jo5 5l ol 2l 6l (1) 52 (1950 51 (6y508 e Jobo (V=Y JSC0)
1ol o S 5 alaly b e mhans 2 090 b3y

t
cosa

WS oo i |y by Culis 4 lga 5l glaY gy il ol (Hls aid o b alal, )l
Dgd oo (Gddib alus aw 4 (to) \5.? Slgpodg Cwalns cans p ad g3 cab (V-7 JSS)
Sy Omey gdaw jo 090 g0 00ld LS AMO L 5 098 oo oaiel il 8 b (9> 5l 2> b
s o s AM 10 L 1) b ‘b\;.l'lt_,’.o 39,8 (o) v p Ogec jobas a5 0l je (slagi

G (5358 gl b Jblite a5 Sl AM L5 Jutas (slsmgu] (sl Jsane cieb -=—=1 1,5

ty cosO

AM 5 AM 15 Gl 55 o (=)= JS3) Conl O = FA® oy s Sgas b &y Cod 05>
el AM L5 a5 clo sk 033 oS o3l gl o sl gl Lol i ooy gl 1
- Jsite el (AM 1.5G) Sl AM 1.5 Cilo 555 o ity yo5 il 99 i o0l (gl Lol

wy + : = Enn . é . .
el Ve 2T T ol SIS Gl S8 5 35500 T4 s Slio sl s sl

9 V/O-YeV 6))"‘ 00gdsme 4O as o),,f‘se )|)9 ‘52),9 g'“L, ERPRC PR M)ﬁ" U""’L’ )bs"u

wolSws (lpy (AMLSED) quiis AMLS Gl 3,05 1,3 £+ o=V M zg0 Jsb o0gaa 4

! Atmospheric airmass (AM)
2 Integrated power density

¢A



(&) 95 b i (D)

w : Visible Infrared —>=

Sunlight at Top of the Atmosphere

1
'
[
'
1
'

5250°C Blackbody Spectrum

Radiation at Sea Level

Absorption Bands
H:0 co, H50

Spectral Irradiance (W/m2/nm)

250 500 750 1000 1250 1500 1750 2000 2250 2500
Wavelength (nm)

LT a5 o) 5 sinjlp il ) ool gsn sl el 5 (655) el (1Y) U

to

Airmass

2.

D)8 (St 090 Loz 3l aygly 4 o gmosgs o po . o cuslins 4 g9 (Slgm 0395 51 (slolge b (Y-Y) S

S8 oolatuls jge s cwae b anl b g5 0058 peie slopinn (5110 a5 (o, 9 oS
oadioasSly ;e AM 156G o Lol .ol 0 95 s 495 Jolis ladd ccado cpl 155 0,5 0
S35 59 0aiiS 5 e Il oy Slges leoliws sl (nlpls 9 9,5 g0 5o 5 1) 92

SS 50 Gy cdiSablal s> egdleds wuli o> 5l paiis lagiy Jull b opl ojle

mw

U T s S LS5 g I el il oyl o] S yo Bl o (glaz ) Y/0 amio

cm?
o e . . “ e “ Y \ ES e, sl
ol il 3 ol (g5 lade 51 lg JBs pl ol pansS g (SSL o i 5l 4L

IAY] sl o 5SS s #o v+ K gl slas b (VOVIY 25

! Shockley
2 Queisser

¢4



Ly ol ygs pogee o SO p 6550 Gl S el 93 zoedsb b IS (59, 65 1SS

.[/W].\;wsn ) aaly gillae

, Mmax - hey2dQd Hanax
Jam 1.50‘):21 Co :f

W
- S(1)dA=1000— =Isun (¥-1)
. 5 m
pin 2%(exp () D

Amin
WIMPINM a>ly ooz zoadsb o3l » 9uiyos slaosiss 55l ol J&z S() ol 5o o5

Min=YA* nm alal, pl e eimen Sede odwel 5 eib b as ool

sl Ay 55 Lasg o

Jols Joe a5l (S35 5 nToluil plsiioe iliee slaty) 4] Gandyos sladshe o33l
. 1 3 A 3 3 . Y o

ool s Jols au ks JAD AFlcal oo (gonis 95 sla ok 033l s (sly o lasteul

ool godygz sk g0 0sh> 5 05l S ik Jleiol 5 ST ads e bl Jolss

e 95 ol oo Cnl i

J=q (Rgen ‘Rrec) (¥-%)

wix e @y oyio -9 38l g5 o5 £ 5 Roen ‘(q=1.602><10'19C) O ol e &8
Vg 08P b oadanSiln jb gl oS 55k (IS 25 Rree candys 5l (6998 slagysisd
359 by sladobe ook sl cnl el Joho s a2ly p Jobo 5l ondz)l> b2

gl o dpmle Jol 3lg - b > sloaasis

"2 S 5 MSLE G5 Bl Y (il (saryen oo (M) ol 003l 0> alxe sl

S kS o ) ele

! Spectral irradiance
2 Detailed balance model



ool 3990 x> (nlplis 5 Sguse Culd Gllo gud o> sl o

g9 itz @l U enl s o plsteay Lt oBuisy S Jold sandyes Jole e
sl 38 o Bl 3 @) 0 i — 5 1S

(Rrec=0) o5 505 o Jal> oS 5550 51 (06 ol igeiws sl B 90 ¢ Jslos @

St ol e 59 58 el ys> 5 (G 0> Joke @

IAVIAS o s 05 D0t laly b G ) oo (99,0 558 i @

1 E>E,
a(E)= { 0 E<E, (£-Y)

LS s o)l (S Q3> oole Ll oo 9 (B) 09,8 (5598 55l 4 Jokw 0 i
see oygigd Bile g digd oo Johw i By (6)le OB (65,50 51 i 65,51 b (699,8 slaygist
5ids 5 oS 05 co wd Tizme (N'€) 0ya> - 93801 g5 G eabinlder (5ish 2 ol 4 S o

PN 1 _Eg
Ligd a (§y9laes Vg_?

Do god oolaul dul y95 555 (50,5 S peie Sl 5,9 Jlpl e 5l @
Iy 09d (Sl W carge Wilgh oo )l BB (5,50 51 den 655 L salbnda (9598 @

S Jie 50k el slaygigs |y il Blal i (65 5] Wilg¥ e

(A5 ,/\f]é}&u’.«o 25 O ygeds (M) eadciy yas el o3l o> 4 e YU sla o8

Pout _ J chg

ul—

Pi Jamis

Gayma b55 Jlail ol Sz 4 85 Gl 555 gy endass oz Sz Joe ol o o

(0-Y)

AM 1.5G u».JL) C;“).J w].SJl EY )9_\ 6))" J.)J.A.: oo)’Lg Ao ‘J.M5§ 9 SJ.YLM w)m u»Lua‘ »
et il s VTE BV (ATA M) (sl B b Ll o 0 5 5 canl ZYTNE il

o)



VIO 8V Tsgam 5lsi SI5 L MAPDI3 culSigp G3lr a¥ b oo sladsho sl oo
B ey 0w sk 083l aniy (F-Y) UK LAY ATl 1Y) sq0 003l oles o>
Ao ke 4 gy e govie alb L amo e lid 1) ] o atd) IS4 LAl slle, e (6,1 BB

> g0 50 0 e o 1) Eg=VNY EV jo NU=/YY ags lads e pl il ain 05k

A oo Jus o 4 MY Jlaie By > 0L E; - o

Ultimate efficiency (%)
[
(=3

0 05 10 15 20 25 30 35 40 50
bandgap (eV)

TAA Bl o 6,195 BB 51 sl o (o33h aieig) oles 003k o> (Y2F) s

SOy 95 s Jolw ¢l32l g 0 ,Slos Jguo! ¥-¥

[ R PR V- B CEONE PR W SO P Y RO PV SREL S SRS SRCL V| B PRV SR PL R e
Sy o) pae SGaieils gand e Jobe o jolateds a5 ol a8 e SO L2

s s Gbe) Jlgs e oS Ceul slosle Bluyond it Bloyood Slge Jold (008555 slaJobos
LL ogsd @i b oS aies ol ol Il olge (nl -cunl asginns (65,51 BB l)ls <d)b
b s 5 05,5 alin o, s & b,y 31| bl s oS pliee e
03,5 Jos 0,8 4l Sy plgieay byl g jo 98Tl JB Gl aisd el Ul L glosls
983 dlge Cudibo g ke, Llg 09y0 o 4wl o0 058 g 9 XSl 09 d oo ool 0y

oy



0558 L 15 3515 (6l 53U Slge 5 i Sleogas i 5l )ly S 5,5 S
Anion 00iiS pond el ol izmen 59l ool i aillel oo Wlo (g4led B 51 iy (65, S
49 4z .S adgl wilgl oo Ll @3l Y Gl sund e Jolo G aS cul b >
008 T Glp byt Joke SO 50 b vales adel g iin Glyz 0ed i (g i
Sl g e ige SBe; olye 5 e g e 3 @5 4 55 b RS slags S
00> ollu, L osle G g (N g5 00lo) ol 9 xSl Hlley slhls eole S pn oS Wigu o L
Shlo oole Caans 4y ()58 b aize Sl (sl )b oS Wg ol jo a8l o 3l (P gg cole) oL
g3 oole Cuoms 4y ooyi> 9 N i oole Cuams 4y b9 xSl o) Lbogs b Hblie plin oUls,
a d9i5 4 hlei N ggi oole (sgm 3l byg iSIN PN oBaisn JoSis 3l 51,8 auS o &S > (P
sk 350 30 Woyiz g gy oSl (nl ((oSo g Sl Soia JL lls a5 3lo Pggs oole o
2,105 052y (S e 5l gt ] )0 45 WS e sl | s 4l g digd e S 5k k5
ok Cete jebar Gund s> Joku 5l Gl N g8 Coas 5l 2,5 4 o i8N S5a5 e o
ol el oo Yol e Ojged o> ols Cuws Gl Cde 4P gy G &S >0 090 0
A2 oo JB N £g5 Caano s |y Lo yg iS4 0 o oloml J3lo SO oSUl lae SO L OB
059 (U9 pameds ilo ool (Sb oBwigny 4l o (Sl )b g abals (pl o (F-Y JS2)
g 5o g Wgbgo a Sl iilu, lg 4 b Sl g Wsd oo 0z PN oBuisy bwg b
- on 3588 S ol 1 £33 b oo 2 Lay S () 3535 e sl 1 Lo or s
Ceons 4y Loy 20 d0me 055 51 655 sl sl s oo 6yslanz ()1 Slae b 5l g S
oS lase S5 ol o ol laeyis a4 b oS S5k 5 ndyn Jske N g 4l
O9ekes (e o8 Wgmy ¢SSk (oD )95 Sla s 390 )0 wsd e Jlosl e (nl (2

o dgy pimmod Db oo 4SS | 5Kes o Nign Hlsis S ol ige 5 e o Sbul P g N £

! Homojunction.

oy



p type ntype (Gl

vacuum N EVd(UUm
D
p (I)II
E E

C ’ c | E
el

E

(w)

Eyocuum — - .
} Built-in
(I)l‘ ;

PN g sl 651 S5l (9) P 3N gg sl ynns 55,31 515 jlges (Gl (F-Y) S

aS 09l obul (CAS/CdTe Jlwo gl ) alizxe 0lge L P 9 N g5 Ul o 59 o Wilgs oo
cde ay )b Gl (55eel (a5 sl sl 55 090 ce 0ul L osSeals B gy ol
S5l gl Lo il o 3Ll (yeSenls o g ) ;500 oole o b e w3ls oole Jlas!
3ok il 58y Sl il e 5l ey iU iolas aS Wigd g0 il (glaisSay slge oyl
Shls eSS, 5 SSE ) ((ullws n ot 05 sl ok Jio s s ot o> sla ol
Oldee adgi (sl (08 51 et Sl poms b (gandye o sk j0 aiius 55enl oS wigy
Ol oo sely CS i A po wsSae Sy yo |y L o Jels S 898 o colal Sl (SO S
Gy a5 cabaigs oole 93 5 558 LIl WY S de G 0 il e S bwgi Glae
O o3 & e el ol Sed e ol Wigd e oagels (HTL) 05 5 (ETL)' ¢y 5501 oaiiSTo
5% 4zl b aglie 009 oo 0atiSlaz Vg0 b S it glaj e j0 il eole o)l 5 tils) g
OMee Langs o ja> g Layg Sl 09 oo 00l 558 Joho a2 & (alln a3 o0 &) PN oy

! Heterojunctions.
2 Electron transport layer
® Hole transport layer

o¢



o Gg ol sole g5 ) | 513 sbluyns Y S o] 45 a5 5ed e oael Prifh We
bz Jsrne nalpla g Conl Broe (50,8 515 SLIo P g5 Y 0950 sl P g5 5 N g9 Y50
3 ol AV o 5 sl 5 B Jole Sas By 5 N gyt asle il ooy oS
g casasl, 3o o ol sage 4l Jolo 1o bayg iS50 )8 oo Codgine pl b
o lodal ansgn S 15 sbloyess Jsb 5o 1, A Glase P g N g5 3l
3¢5 4 bgy e SVl G 4y SO Sl o ol lawgs SIS Azl jo je5 (il Jawgs cadolo!

g odwline (I -0-Y) S o Prisn Jobo (65,1 155 s o 0uil,

ol oolos L ool Loyl ool Ll Prirn (gon o3 (sladsho sbosliel (i 31 (S
(o -0-Y JK&) og iSUl g 0,05 5 (9,8l caisSTas aVes (Jlad oobe s3> L,z 5l b Jolw

Sl oo il )l Slonssd SOy 0,50 dalsl jo aS conl sad LSCas

9 S9der 2oz g Ol ) A Cewl (gl Jobe lol Ceend Yl s Sl Y ()
Sty oy 33 3 Byt e Jalt il e 2 (ol obigm iy 5250 sl
Aol o2 0 bale b g 4Yg0

ol Giile; Jlg el canlio (5551 slojls b slaoY Y ol (ETL) (59,5801 osisSTaz 0¥ (¥
ol bl Jld Y e b g ) sl ol cad b e g Jd aY ile, Jlg Soop
S Tz b eole 511, (Lao i &5 6) Loy 2501 wilgs o g, oima JLaml 4Y il

e glls sl boyas b Ll L3 4Y aslen &Y ol IS 5 b (HTL) 0,0 casSTas ¥ (Y
Ll Jlad oole il Jlgs 5l 5VL il lei g Jlad ool 8yl Jlgs 4y Soop syl

5o 55 39,58 90 S o e )l e 4 |, ok 45 aiten laaibly lasg 5SU (F

S Bz cnlple 95800 )y Jsbo S5k S 5l ol yo3 55 -y 05,805 (YL 09 2SI

Y Intrinsic semiconductor

oo



ol Blas Wb g xSl 5

Y95 65,50 slasly Wgh oo (59l 0aiSTan ywe lawgs sadady sla,l (o, S cpl b
@l 6l Olrie 955 45 WS oo sl 1) (J9)3 Gl Gandye> Johe yo coaiiSlaz Sl
St 5550 555 slo foges 5 lSiusg sys Jsbo 3 sles b O-Y) IS5 ool Lo bl
255 oo )18 g plawl 0,8 oaias Jl (6 peuds oole 9 TIO2 (4 Jled oole amo o olis |, QT L
e g plel Gk 5l boja> 5 THO2 sk 5l eogigd b auSiln oy xSl Lzl cnl )
Sordyer ol ;o eolitul 590 alite Slge 5351 515 Jloges Wed e S (21>

ol 0l oalo ula.v.’ (;—Y) Jiw o u,-*-‘li“’j)"

(S 95 Jpbos ¥olon £-Y
Slp s (plidyg) Cod PN oBlign 300 o sx sz wole Gb 4 (st e Joke
p3Y sshate ol & 055 (55l Toasme ayl (1-F) doles st yss Jsbo ¥oles & pbhcaws
Gy o5 | 055 g0 a3l 85 033L plgreas a5 Jobo (EQE) ' ()15 (cagiilyS 033l & jbe o

APl s

(&

-

La g =50

ayi> 535

La o d>

IART S 5Smg 30 s 93 oo Sl () 5 (85531 315 sl (Gl 51 slolaz b (O-Y) U

! External quantum efficiency

o1



Energy (eV)

-5.2
3
g
3
(@)
=
@
b
(w]
<104
EE'Ls Organometal' Perovskites ‘ Small molecular HELs Polymer Inoréanic
HELs HELs
TAA] colSg p (s0sds )95 slo sl oaums S5 cilises slyal (65,50 55 jloges (F -¥) JSii
A E
E.
E;
&y
e ale a5l alisshhe AU cas S5l e5el el
i — 9 35S0 oS 53 glgil (V-Y) JSis
R R
EQE: R - rad | -, non-rad *-v)
rec Rrec +Rrec

g g0y abaly 4 e £V dobe cwngisl

rad_pyrad (1-EQE)
Reee " Rree pop (V-Y)

w Jsbe 5 09t o JenS i o odil sl 5l Jols ol5T sla el oS 550 &5 RIS

. R T . . pnon-rad . " . . .
Sl o Jol> ool oS 550 (A5 755 Riee e el 0,85 — g xS CLS 550 e

oy




5 o8 el Mgl 5l oS il s nl 51 e S dgdioed S Gigish lagyT 5o a8
Deboe Jie jsh slaggisd 4 Jol> 655l g Wedoe S S5l L slauls o5 wes s g
ST sla el a5 sas o &) (oo a5 ol (SRH)T Jlamos - IS 98 oS 556 500 Jle
ol MWl acsl o el 4 ol 3o 10 (gy0h sl et 5l AU sleo i jqax e 4
39> 3lile (6551 b (551 hlo slapygigd 45 wims o &) (SKip 5 witad oS 55k ol e3> S
ol o3ls las oyaz — g S oS 55k o5 dw (V-T) S5 50 aims oo JUil 555k 4l 40 )
ly Spginst L3, 5 jpax a5 Coul sndosalive (LlSwsy 9t 0> Gl gk o
(#-¥) akal, ;0 (EQE) 1 o35k ol o> ools J13 LIAY A Togs o 65, BT cands s
Wl b Ll ales @lgys a5 35dse Jol> (olKin (008505 Jobe SG i o>
53 b ol oo ol [AF] s ss- IS5 0o S)ke 4 b @ds Jobs > (RIT™=0 _ia)

Oole Sgdoe ai8)F A 0 (gl e oo Sl aeigd BT il Lol plgrear (p2b BT
Sals” a5 [AY] wiS oo cons (VRS)T (S9-S5 59 09 alaly 51 Bl 51 (o206 S 550
- oo Sl 815 55 (1) Jsko mloond Sty o] 2 odle Lal sl ol g i b aolie

[AFloga

d_2Q¢n? oo E*dE
Rigc_ h3c% fo G(E) (A-Y)

E_
exp(k—TD—l

5! °~**i’6)91&°-’.> 5We V wiomed 09d 0 (2,8 ol Llujos ol j0 9 p=qV oadaly cpl o

b s 5 oy sisd agsly o] o a5 ol lab asl; Q5 ¥ K s Jsbu sles To o Jskes

IAFlead Q=n mhavse Jlslo b Jobo S sl digd oo 2,5 Joku

! Auger recombination
2 Shockley-Reed-Hall
% Van Roosbroeck-Shockley

oA



ezl JJS &5 a8 el pl Lhedls bod ol glab als o (F-Y) alal, aslen olidg, Y

S ol > (ol e slaygigd 5 L plp egs

AP a1 colows par ils ol 5

J=q(R gen-RE0-Rpo %) (A-Y)
- 20, f@ ©) E*dE 271n? fw © E’dE Bty
hc2 EQE)h’c q
0 eXp(kT) 1 (EQE) eXp(ch)'l

kTC

. - E
ol el Jsho 51 eainis pslaazr 3Ly VT 5o a5 ByrqVokTe (imy t5 00 (V=70 )5

oS o 933h 3 Dygods |y Vo= dobie ouilel co ol pl 09 oo 00l ‘_J—l o] (090 o S

qv q M
etyesp (1) <0 Ao () oo () (1)

C

cdl> o glasl by J&> Jo ees,S eolatul olidg, cov Jo-Jo™lse wayds 5l ol jo &S

:J.J‘so Cawd 4y i abaly 5l 09l aeS sund o> Jolo ;o Sl a> Ul oS ol SO

2nn? © E%dE ©
| e a(E)o_, (E)E (OY-7)

EQE)h’¢c L\ (EQE)

( Q ) 070 exp(ch) 0
J}lw S5 Lg\).g wb A>3 09 oo 0dusels S y 9> Jst ‘)‘t:.lj —Ql,{):? doles (VV-Y) doles
ol B g 0p walys S L plp EQE witis b bS53k ples (] j0 a5 g5

PRV PESIPR S POWEIE W LA | ESR Pl O]

(Jsc) oliss JLail (b 2 JB V-F-Y
L5>)L> LAAS‘S:LQ é""““)‘}‘ﬁ)"Jﬁl’“ ‘°ML§)9|CA>QL’)>)|U) OLéjsJLa.Jl L’)'>¢5JL§>

IAFlogs o ools 55 alal, b a5 asb V=0 oot Jlee! Joko

o9



* 2Q, (~ E2dE
Jse=q f a(E)o(E)dE=q —— f a(B) —x—~— OY-Y)

3ly 7 sl 4 Glyr g a5 By el Jsho I eadisjslaez 5Ly (Voo ) 5yl 515
iCbls ulem (VV-V) doles ;0 =0 (ol J1 3L cpl ol J=0 o 09l cos
- Jsc
Voc—Van(J——H) Of-v)
0

7 85 ol Voo Gal3dl sl 435 oyl ol Jsho G 3By Ve(=T) ol 53 o5
a2 b i Vo 853 535 sl K5 4 e SIS 1, Uy oo A(E) b S
il ef S 53l le e 53,5 4ieS b IS ol sl EQE i3l Voo il gl (s
5 S)lg BB DS a4 Ll osil cnlpliy Sedoe FSG3P (LML v Vo 5 9 pdyoe O)90

— 0 ey oy alaly 5l g 098 oo 0ol Jily OS] (1 ogd co b e Ll 5L

LAf]T

_ Eg
Voc_(q)'VLoss (\ O—Y)

(FF) Sy Jole ¥-F-Y

2l b Jloe! Jsko & (25 Sk o5 385 sk (25,5 0ls5 o 90 (FF) (Sady Jole
) obisS Jlatl 5 3o Lyl 5 Jsho 31 25,5 oy 4 (g evasli P aisiy ol &)

FF=—==F— (\F-Y)



Vm 5 dm orodol> s 15 abis o 5y 5 Gby> I o @ Vim 5 I akal) cal o
Sody9> sashe )3 (oope Sl ((Sady ele (AT JS2) conl Jolo (29,5 (g8 it
Lo 4 9 0392 bogaye (Bg) Loy 5,155 BB (izon 5 (PCE) Joboo (55580 s o33k a1 o
Jole sl oojlny (gt yor slaobe wpdoo S0o3 Pnoay P jlade az a5 wao oo ol

it 5 5 FF Sy

selosaatesealanestonnalonsstohesls

TIT T[T T ST [ ST ST [F V[T r[rerr[rey
I I I I I 1

00 01 02 03 o4l 05 o086
L
N

Vm ‘\]m ‘\]sc ‘Voc ‘)S alag; g-.!.99,c 9 )LJ9 _UL’J} ‘5”.1’> (T (A—Y) JS.u.:

S 395 Johw (6551 Jaoud 003k F-F-Y
o] (PCE)' 5551 Lo oajly bawgs laJsho 1508 5 (ulSwgyy gandyss ladshe 218
=B Wy 5l o e Jobo 0Lz B 6 xT sl &b ) esil (ul st oo et
ez Sesdse 5 (V) 55 —plz JBr s 5l slaiges (A-T) S oo s a4y Jlos
srSoill by I Jse wmsoe paled 1) (plidy, Lulyd Cou and e sladshe sl
315 S s 5l ol sl o0t Jlegl oz 5 5y 4 el olisS sl gl s 1o o

2 Sl p S S g dle jbslae 5o 5g (Voe) b o Wy 050 0 ! sl Johw

! Power Conversion Efficiency

AR



LAY 058 o dnlie 5 doles Lawgs (65,31 o 003l s 5l (S 5SU loe

m

PCE= Pou =FFxV, x]

- P - oc " Jsc (\V‘Y)
99,8 59 Olg5 Pin adb oo (olidg, Cdl> )0 eals (aseine )i alals )0 (29,5 Ol acien Pout
sk 035L 155 gl Pin 5Jaibil e ool gindsyor Jsho S 5 castie Corlus 4,

ol Ve e mW/em? gai 9>

G395 Jobw (69920 Joo B

$H9 055 Siledae 0sdse Silge 3920 Su L aS Ol pie SH L plEes ) o sl
Sy Jobw S adg Gl Jshe o5 ()6 2 0985 0aibl Jshe 40 590 e oS
G, Jokw lawg aib Ll 6398 49 o aS By [AFlass o k) s SO asle
A lasgs oadiadss by b opln 1S bz cJlowsl Jshe o 50 058 00 adsi (S SU 0l

LAY Tead (Ip) o by sl (I1) S iSlged

qv
1=1-1p=1;-1, (eﬁ-1> (VA-Y)
oo Ty cali K g (VF XV C) (SuiSIl JL q esoms glesl oby> Tp abal, ol o
Jow andl el Jsko 5l oads 6 uSo5ll 5s Vg (VYA XN+ JIK) (pslS oo pr Jsbos
30 4S w0 ) o0l (gl Jaw dobie 4 (VA-Y) dobee oy b sl 0930 90 ol 5 5,80
awslio cud 5 4 Ran 5 Re crimmed ol Yo ) s 6306 Yoo 5 ol Jlows] yex51e 0

La¥Tesls 5 medlss o] edss 4 aalsl ,3 a5 wied ' (55lge 5 (5

q(V+IRs) V+IRs
-1 > - \4-Y)

I=1}-1 (e nkT
1-1o Ry

1 . .

Series resictance
2 .

Shunt resistance

1y



S
D
<

[30] Solsggs Joke (slp oadosls Jobas (s e Jow (A-Y) S

Sil3e 9 (5w Cewoglio V-O-Y

el (3l lacueglie o lgs SN Cde 4y (guudjo5 sla ol 003L ¢ Jobo 0,515 Jobo )0
“Jue (Rs) (s cnglie 5 (Rn) (slse Cunglite & jg0as (-Y) S0 5o lauoglie ol il o0
UL 6l (5500 e g 392 walg Colein (silge Cuglie T el Johe SO 5o g so (s 5le
3y 28l L 5l 8 Ay Cunl Sho bl 6w Cenglite a5 Jlopo wiS (oo eal 8 0L >
Siin ble GalS carge (6w Cuglie SlBl 5 (ghlae Cuglie alS 05l cad 0y (g
5Ls b Grals (L3 (slge Cowglie azsliz (V- JS5) ol valys ok o5 acin 5 (FF)
o ala>do b8 (alS el (g Cunglie Gial38l oS S0 b oo 2alS (Voo) Jsbo 5l
Voo )0 iy 4 -V gomin ol oSe Sl ()85 5bay (g5lse 9 (6 slolunglie jlade 05l oo

L8810 - -y US) sl oo cows 4 Jsc

1y



A
, Rsh ials
Rs aals”

vV v

+l)k

—o— 100mW/em”™ illumination

_6 A L L
-0.1 0.0 0 1 0 2 0 3 0 4 05 0.6
Voltage (V)

Js\

Current Density  (mA/em z)

ol 559 3 5 5y -l JS Sloses 5 (Ren) s5lse 5 (Rs) (s Conglin dlons 0o (1+-Y) UK
Lav] Jlows) cdl> 5 lacglis

¢



pow Juas

9y J)b 6&4.1’9 ‘sabc\.oa:b&.o
1 9 PRPORA 6u &
D aannd o)

10



doddo V-V

sy (Sl 5 @lisle CobsS aSul 4 az g b wns,S o)Ll (N-)) ie o o5 aisSiles
s MAPDX; _ulSus, sloasy IS cpl o 10 asl e atesly Slisay sem 4y ulSag
Gl o i glals jegs 5 (slal> 0S5 SlisaY by s, 4 (X=CI, Br 1) MAPbI3.0Bry
Sl b SLSTIO, yed g MABT PDI2 5l (0lSwgn o0t y55 sladshe Guimmen 5 loas¥ ares
s TiCly o] (50 DMSO § DMF 5 739/8 sl b Yoo iy, &8 15 (6,005l Yo )3
oesl L' S5e o858 HCL 5 TTIP PBCl MACT o g Jsibl Jsilis ol o908
S S5 pg) oS 55 PCBM g P3HT JAA 5l i ol L Lafs &85 PBBI, o 784 51 i
(MAD) w05 posigal Juie 51 I8 ol olol Gide j0 uized 0l ooliiwl [Le Y (b 48,4
aolol jo o solaiwl I8 pl jo eadyiw MAL 5l aslsl ;o 9 739/2% pols b Yaw oy pb &5 10

oad aislsyy oyl pbaasie Huzes g La¥ s b be, MAL (oS 5 i by, 7,5 4

(MAL) 3509 pguignl Juio 00lo i siiens Y-V

5 4, b S e ] (o] Jsbe ,o Fr WE%) (CHaNH,) T el Lite Joloes VY10 M o]
O 89y » OO J 5o Jsle (pl a5 Jlye al eols 18 & ey ()b 3
g (0] 50 OY WE%) (H1) ®Shag uus el 10 MI cails 13 (+°C slos ,3) cnblise
e b ol () (6 pmd Cgmy (03,55 e Sele 90 3 G o a8LL (] @ o kad o lad

RUWIP-S S SES PR W WSO R O DE P PR L;Lg)b‘” oSyt oSy SO 4 L

! Merck

> Sigma

* Lumtec

* Methylamine

® Hydroiodic acid

® Rotary evaporator

"



(< |

b alols cogms) otns () +°C (sles 5 CHaNHp 4 HI (309381 (ll) MAT ool iony jiias Ul pe (V1) S
&gy 008 1505 lawgs 0+ °C sles yo (5luSas (z) <5l Lslgs

5 (5,09, 00isS s ofiws bwg (gilwSis) Pl yiiloy anlg IS b aw 5l e

O-F JS5) el Cowsts MAL (55 ais 0055k 505 ¢ 51 il (g0 b gty

! Diethyl ether

v



6‘41:)-0&’ u:,s)d.g(:l BBF A | ‘SLQJ...JLQL,W&“,B), a¥ s Y-V

Y ml o slaS ;e MAL 51 VAY mg 4 Pl 51 $£Y mg ol MAPDIs oSy, a0 i ol p
28,8 1820 sles o cmablin jep (S5, p Celo ) Soe 4 g oad J> DMF >
s Toae 5 00 Lge %005 L 1 (Pblos MAD) Jpe o 24 5553,5 Jslona 53 58 s
bd 5l eolasal b oaslsl jo .83 (18 V-°C glos jo cwnblian o 59, p celu O Oow
Sy badl FO S ¥ 69y g ot S Joloe onl PTFE(4.50m) (S5 s
V%0 loo o Eloamino 59, p LAY gilocSas o SladaY aids 5 o Yoo v 25 >

Al plxl a0 0 Sus

90 bl 5l il jo .ol solaiwl L8 GISTL jo 00l S g, 5l o0 MAPDBI3 &Y i ol
Lglse valy S DMF >\ ml ;s MABr ;1 V1Y mg 5 PbBr; 51 Y8Y mg slis SLelS Jslowe

A eolaziwl wials

Y ml o slas’,2 MACIH 51 #Y/0 mg 4 PBCly o4 51 YYA mg laol MAPDBCI3 Y s ol
w8 S 1B V-C sl o cwnblion ien (g5, » cele ¥ Cow 4 g 0als J> DMSO M
Ord S35 » celo TE G @ Tousme 5 wias bglie 100 b S0 Jobo 39 58 (ans
oyl PTFE(4.5pum) S5 ps il 5l oolainl b s 285 )13 V2°C glos jo punblice
aids p 90 Yeor 3z Cepw bl YO Gos 4 4¥ 5 55) p g 0ol S ol
A pll 4a 8o T e 4 VV-°C sleo (o floaxin (g9, p LAY giluSis wb glasay
oole i y0g ez Lol s oolasul (g5le Jolore sl 55 DMF Pl 5l ol jo ol 3 45 03Y

a5 ool DMSO i _iad Pl 5l aisad S o] 4o LIS

TA



MAI solo &J;".'"?,. ) ‘5)94-‘99.6 OLO} ).H-i-f Lg MAPbIg M.y }-A-;-M‘ \-f-Y

) e s Jool> Blas 5,055 Jelxe 5 0uis J> DMF >\ ml s Pbl; 51 ¥£) mg la
5 eolainl b aslsl o .28,5 18 V-0 sles jo pusbline b g5, » el & Gon 4 Joloe
Ladl Ve o ay aiss Y 55 (g9, » g ool old Joloe ol PTFE (4.5um) Sy i3
Sl (S5 asdlo,68 G0 ay giluSas ol gladay adds g0 Feve s > Sy
Sl Glas 5y o Jalore J310 0 loasY ol o 0l bl aiBo Ve o 4 V- °C sloo 4o
sV o) lize glagle; ;0 Ve mg/ml clile b o a0 Jsibg sl s MAD sy padsel e
J ey K, a5 ol cssliv Jole jo Ay (g gabsd 5l Lol o jgabge ag 8 VO
J31s 50 T eole slaJoSUge 3585 samoylas oyl a5 (Y-F JS&) oS oo juds (slosed 4 0,5
L syotbot 5l L aloldl baiges LAl oy p tle a0 ol qas bas 4 Pl
e 4 VeC slos yo laagy [V > o el 5l e ol aels Ly IS 60 5 Jaibig pg!
clroled b agdo VO ¢V iy 4 g 9abse ol L sladisge ol Sy agds Y-

W 5,li5L DA3 4 [DA2 DAL

s = H T

44444 | j Y A ittt

L .
TEEEEE ( ) i ( ')
1 +H

e < H &J
M

eseas hum

+ - T

t 11

44 hes

e +HH4

| - pan

i i

[ +H

- -

jmi

L

1

=

11

6 |

]

TTTE

MAPDI; colSugp a0V (©) 5 adad (9, » o SlisaY Pbly 4 (Ll (Y-Y) JSs
—abgs yloj yuti b PbBr; adgl colo lawgi MAPDI;,Bry sbday poew Y-F-Y

MAI Jolxo 8 (559

G by glloses ol SlasaY adl gy, p A8 g 490 v 5> S bl

14



Jsbgpan! ;o MAL Jolows 10 oy o plosl 5] G 50 V4 C glos jo aido Yo oo
5o Vo€ loo j0 aiB0 Ve o 4 LY s 350 j9abge Vo mo/ml clale L OT g0

W 5,356 DB3 .DB2 DB (clasls;

5 olos b s 8 BISLL 5 ead S5 b, b sllas s 55 DD3 5 DD2 DD1 (slasisas

5O LN Apd 4aBy o je0 Yerr 5 asl Ye w55 4 PBr2 g Phly Jolxe i > Cao iy

el 00l g aws sy ol s gl il b (V-Y) Jgo

($y98bgé by, 4 o dgs MAPDILBIy colSing p sloasy i la el )b (V=) Jga

G ey Qe 5 g0

Foovrev/min Ve S| Yoo rev/min <Y+ S

Y DB1 DDI
. .Lﬂ.
Sosthst ) [T DB2 DD2
(min)
Yo DB3 DD3

MABI: Jolxo ;5 (5)94bgé (sloj wuii U MAPDIG,BI sloas¥ piuw Y-F-Y

MAI
Gz g by 4l Ve S 4 g 0o 4gd DMF D> 4o Pbly Yeo Sy Jsbo )0l o

slos jo aado Vo Lo 4 by gllucsiis ol Slasay aild (gg, p aBSs 5 j90 Feee
Sl Hs Jgbargn! ;0 V) Jge s & MABF IMAI Jaloro o 0 plosil g1 40 V- °C
Soe 4 Blgs g oads jgabse Jslowe ! 5o Phly slaas¥ anslsl jo i ags V- mg/ml cale L
alisee (5 9abge slagle) 5l saians sladiges diod Cou gl S5l V- oC sleo yo aido Y-
P90 S 4y a>gi b aiol (g 13565 DE3 (DE2 DE1 sleoles b oy 4y azdo Ve 4O Y

il X=Y e a5 el ol sl Vi)



5 obes b Jy J8 SISTL s eas S5 39, b illas lads 55 DF3 y DF2 DFL slaaiges

(Y-Y) Joo jo ol agd 4a8s pn jeo Yevr 54l Ve i3 4 PDly Joloee 352 Cep

] 00l (g dws Y ol i sl il b

G y9abbgl g, 4y oal dngd MAPDI3 B colSugpn slaasy i sl il )b (Y-Y) Joux

G ey Qe 5 H g0

Fovvrev/min Ve S| Yoo rev/min <Y+ S

Y DEI DFI1
. ,u.
Goskst dad T DE2 DF2
(min)
) DE3 DF3

S 3% (PO gy Sl jogd ey a4 Cullewg yy Y e B-Y

MAI oolo gy cdidé yusi U MAPDI; &Y yoww V-0-Y

5O (mblize 308 (59, » Celw wiz 5 ool J> DMF P> ml ;s Pbl; 51 £2Y mg Lol
A il Jsloe ol PTRE(4.50m) (S5 ey 5iid 5l ooliial b s 28,5 15 2+°C sleo
ey bl O Sl ay (aied L) JRRegie TiO2 ¥ 5, » Jsbe Gnl G
GilocSas LA o SlasaY aids 5 190 Fe o oy bLagdl 0 g aids o0 Yoo o Lis >
Al plol 48,85 0 Dol 4y V020 e g 4a B0 ¥ Do 4 F40C leo jo Elvazian (g9, ooy
9 Vo e bz glacdale b ol e Jgibgpngn! 1o (MAD way pogel e Jolowe
asl Yo 5l s g oo asu, PDl2 a0 55 (59, » Jolore ol 51 Yoo Ul s 0 ags $-mg/ml
30 by e o cplilm s SlasaY agl Yo o 4 aiBs 50 Feee e Lo
Feog Ve Ve,V Galises slacdale b ondiags glbaipe; wiad Sy dids O e 4 Ve +°C sles

S 6,356l SA4 5 SA3 SA2 SAL L5 4 mg/ml

\Al



¥ 53695 ¢ MAL Jolxo (5,105, (yloj yadd ULMAPDI; &Y jiiiw Y-0-Y
Pbl,

4 « MAPDI3 colSug sl 5 Pbla g9, MAL Jolore coilil lojcsne z5b (o) o yslaieay
Yo Oglite caslil oy b g IPA Pl 0 MAL Joloxe 51 Y mg/ml LSy slacalé b aiges
ol b ladigas .ol ploxil (V-0-Y) Lidn Billae JSlisaY g, aial aislo a il £ 9 ¥ Y

Abb oo (V-0-T) iz SAL daiged ailie SB2

Sy oloy yaads U MAPDI; 0¥ jiiew Y-0-Y

V alize MAL clale g0 b (V-0-Y) idu )0 sabosls 7,8 by, 4 MAPDI culSug, slaasy
Collugp @Y Coy gloy .ad ags (SD sladises ) T+ mg/ml 4 (SC slaaigas ) mg/ml
5 )+ O w3,y 4 SC3(SD3) 4 SC2(SD2) SC1(SD1) slaasy 5l V- +°C slos ;o MAPDI3

A eadais 48,35 10
P oY1 yuds L MAPDI, By ag¥ 3w F-0-Y

peo Yoo v 35 2 ey bl 0 Soe ay (it L) Jodsieg s TIO2 a4Y 135 (59, 2 Jolowo (!
—amio 55, bay ilecias [A0]us SlesaY aids 5 g0 Fev e Copw b agli 0 g aids
Jeie Jolis Joloeo ol ploxil 42,80 O Sae a3 V+ +%C s g 4280 ¥ oo 4 ¥-°C sloo 0 €lo
v mg/ml cdale b oT g0 Jgibgnsn! 9 (MABry MAD) sy posigel e g s pouigal
SESRR SR SRYT] IVOURIRV-PUPS RN BUNR T SR T A 2 T 3 ) PRV PSSV PRSP PNCIUN P 0
aaids p 90 P 25 e Ce bl adli Yo 5l G g ous ats, Pl 49 505 65,
Coy adds O Daw a4 V%0 glos jo by al> ol 5l g ol SlasaY a gl Ve Sow

\Al



SEL ooy as «:) g 1V ) V) ) O wlp e Jee slacaand b oadiags sladiges casul

(Y-F JS5) s o,liaL SE6 o SE5 SE4 SE3 SE2

3
3

38335

(%) 5 SE6 (8) SE5 (F) SE4 (¥)« SE3 (Y) « SE2 (V) MAPbIs, B ulSisg  cloas¥ sl (1) IS
Pbl,

S 3z Gl yogd gy 4 MAPBCI; a¥ jiuw H-0-Y

4 b oslitwl 35 OMF & i) DMSO' 5 s P> 5 PECl Yo o Jolons ags sl
& e 25 > DMSO Pl </0 ml o POCly Kyaian jo4 51 YYA/Y Mg lal jglaie oyl
Oy 89y 2 OOpp J 0 el G g ol adlsl DMF Pl <10 ml Glas Jgloe oyl
Ses Jglgpon! 0 MACH Glas K5, o Jsloes G 28,5 13 V2 °C los jo canbline
5O 4iBo B Sae g odd oolo 18 Els axis (g9, p alolddl 4Y al 4y Y mg/ml cdale |
YO ul PhCly Y o 8 5l ey o0 Sz 1Y+ %C gloo 10 4880 O o 9 V= °C sloo
dga5 yolate a) asl Ve loy ClldS 5l o g ool aisw, POCly 4y (g5, » MACI Jol=e
90 FO U 9 4\.9.»30 29 YVoeoo u,w.‘>).‘> Lngu.C).w Li (PbCI2 L MACI 6L‘°J95J5-"
sbo o £ls aman g9y p Sl Y ew ol SLisaY 4l O Goe 4 plaS e asdo

A CSu 4i8s O Sowe a) ¢+ °C

! Dimethyl sulfoxide
2 CH3NH,CI

Yy



SrSo3lnl sy g Ol 7Y

ol Yo laasy LmQT IEWINIPLY Ls.’.L“ui’B) e g GEL.'LJd.%Y MTJB Sl S e Q%l X
Dilodds 8 yme wilazs 518 S g oS Ul 5,90

oSl 8 5 Al SIGT Y-

S5 Jelo 5 65k dlge (o3l LSl phaanie sl ol ) (XRD) oSl 30
30 X g5 5) omablineg xS zlsel il XRD slas uSojlasl ulol el 556 slalgle
(F-F USCE) wi s sgae led [0 (golul a5 el Slo Lol r:jl;;....iﬂ > Job 0350t

A Al oA 2181 3 A4S

XRD (s uSoslail jo il slaanTs i slo,lsr b (F-Y) o

~0 Dol slessl LSas a4 o ulpls 5 oolog) slge (gysk sleasid jo kadd ouisle Jls
- oo 00ls 'S el L (Oh) s sk Slis e Jolsd g oaiile JSI5 aygly oo bl s

10 g0

n7»=2dhk1 sin 0 (\ —V)
Dyee] sia " e bl (0, K 1) 5 STy agsl; 0 oslgilsan Slmio alols du (/YA A

s aloz 3l 0lge (650l LSl 4 2y guie Dledbl lgs o X g3 il cads 5l oolasul b

11 I
Bragg's law
2 Miller indices

A&



: ¥ AL ,
3)9] Cewddy 0>y Joho w9 S ok ojlail iS50k 5B

o, Lole ol Gl g diwe oS b (065 ) LS Lo sl colSlug pn Q3 slaay IS -l jo

1 _(h2+k2)+12 oy
dhklz_ a2 c2 -9

1 (KPP
= (¥-1)

2 2
dpy a

5 daly) 5l e B A (xS g (365 )k e sl 4 bgy e (V) ooy Jshe oo (ioron

105l oo Cawd

V=a2x¢ (£-Y)
V=a’ (O-Y)
o, by 5o 3B L 35 ez 56 el sloals o (B-1) 7,0 abal, 5l eslinal b lacS el o5l
2 Ll 3p5g 500 G555 51, alal) 53 Cal 0x3085 (prass (V-1 b)) " Jlam ¢yl
g alls ojlailay (3l s Sabig g ond ad)S a5 50 5 15 o5l Jla - (gmslilyy abal,
Dy eV sgi oo ools cos 33,5

D 0.890
B BcosO

=)

kA .
ﬂcos@=B+48 sin 0 (V-)

So K X g5 3l als aygly O (FWHM)? ald arios ade caas ,o oS sl B Laslg, ol 5o

! Strain

Z Crystalite size

3 Scherrer

* Willaimson-Hall

® Full width at half maximum



5 1S domlns jolaiets ol Y (55l S 40 5,5 € 5 gaalsb A~ IAY) Sl oy
3l 9 998 o0 oy FSINO oz Pe0sO loged Tl Jlom fgumalihiy (bg) 51 S 55k o3l
Sgdin drlne D S joh Lawgts ojluil § (25,5 w3 @ o T 5l (558 5 loged codb 9,
(Model Bruker, X g, il olfiws oy 5l oolizal b iy ol 5o 30 cloas¥ XRD 5,JUT
Bruker Joo X g, (3l ofiws 4 9 Ki=1.789 A 290 Job L LS ag) b 500 AXS)

i aloil Kg=1.5406 A zg0 Job b o alg) 4 54500 AXS-B8-Advance

(UV-Vis) ol d - 5o al i Y-5#-Y
wdlizee a5 Sl slajls Bl 5l 5l 6)e leylds els b idilé- Sre axl miwial
S 5 S s Gl g, ol amo e Cewddy Blge Jg STl jLiSle 5l guses )| Sledlbl
zoredol o 50 (A) Ll @ised SO p0 09500 LI 4wl 5 il Gladiges Cix sla Sy

mo3lail) (699,9 95y Dal lo g 0uls g pSoslasl ol | T jo AT el e 0ols iy Aol b pane

I
AW —log(T) =
0
& sliges | E(= ) 550 5 Top o5 ©od b g g5y oS alfin ' pndd -1 ol 3o
g wales [p(1) s glyls ST P S o ygue [ cwls
Iz (D=Ip pe®! A-Y)
IS L (695,853 aS ol (O-Y JSi) Sl AV (6550 10 diges 0> oo a(E) ] o a8
PhY) b w5 ) e 51 558 o iz oole bags sl 38l55 o oolo g Sl

e o |y dged Qi b 29y 9 (6999 Sl n (b @ (m ST gl

! Beer-Lambert law

\a



-al
I, 10)-1,e

1 cwls 4 gy g Iy oas b s e 5l slo sz b (0-Y) S

il 85 pj adaly 598 (R) oSl 9 (T) Houe (A) @ (e

A+T+R=1 (\--Y)
3 53] Cawsds g5 ol ) aiges Ld o po (A-Y) alal) 5l soliwl b yuien

o(E)=2.303 (=)

S awlre slp ol Slge (5,l5 BB sl Caws 4 BT ol 5l Wlgi e S (6,500 i yial )
2358 oo oolitul | Sl abal, 5l laaiges (5l

n

ahv=A(hv-E,) A\Y-Y)
N g Jiiese coli soe G A (6398 (9598 dwlus V (SO el h daaY Cd copoa ol o a8

\
b Ceand oLy Lol o T YL oy oy a4 pulins o€ g puiiens slablo, o sl

(s (] o (F-Y USL) 55 eesS ) ladised )l BB Gl e (655 Hemme b (gmmie (0
Tl oiws S 4 2dz 5 69 b slag S ojlul lesliiul b baY (5 5 (els>

Ao o, » (Avantes Spec 2048 Netherland 4 Shimadzu 1800 (sle Jow) UV-Vis

1 .
Tauc relation

\a%



(ahv)? (cm?eV?)

/
/
/

T T T T T T T
140 145 150 155 160 165 170 1.75 1.80

hv (eV)

S ol 5 s (65l55 B by sbls o Sy glys o8 Sl loges Ky (B-F) S

(SEM) o9y (9 559 @ 9Sawg ySue Y7

$U olal ;o slasigled e g pshw haasie @lp e 6)lHl (chugy (P9I sy S

el 0ol ools Las (V-Y) IS j0 oo (] lesanz 51 slo e b ]

Electron source

I Anode
Condenser lens

Il Scan coils

Objective lens

.._~OSE detector

Sample

DV YT SEM ang, (55,5801 ogSans ;See 5 <l32151 sl o o (V-F) S

Gl nSS uiz l pleld SO a0l Yooro D9 oo g 9 ,iSl ae yo  Sg xSl aSS L

oSl Glagmme Lawgs 5 003 el (5T LS 0aiiS 3 paite Slapwas angs 9 2SN aS L

YA



Bl iz WS co Colol diges 4y gy a5 289 090 o0 Lrail> diged alize slwond (g4, 0uisS
el caas el 5 5 (Al Sledlbl g aiS oo j5ue digas I (Sliay (S9SN 5 am0 o0 £
i diges bawgs 4l b wileie ol 3liss A Loyt o5 (BE)' 95 e 00iSTy i 4 o
5y 0ddode 58Sl ety sl SEM slacs yoSoilail sl a3y by ol a5 09 o
Sgdige 0aal (SE)T a3l (39,80 45 iS o oS 1S (5331 b (50l 5 axily palS ool
b celie slasly 5o Loy ISaT (b gt oo 3l ST 5Ly ISAT S ey a5l slagyg S
oSy it Glagli )| 5 gl slacwa () cnl 0 xS e 8 Ased (5, i
Aty oo Sy IS0T 4y a5 a5l (sla g xSI s (gL ;—‘-’L’ 3,518 b 090 a5 slosle
2 e agl Goysdl Col e g S9SNl $in Lawg digel mhaw alafiaakadi Sl LSl
Slatises o 4 (g S a5k aSalSin [V Vlogd o sy iges oSuagSon pgai calais
Solys iged (55, p OS> 4y ;o8 g Al e Aiged (59, 50 WS (o0 9,95 2 Lluyeni b 5 Ll )b
Gged gl (5) aBbpens slagyg iUl (nl b oad o0l (Gam (958Ul &S5k o 5 cnl 4 0
SEM Ul plxil sl jskiie ol 4 b silss nsal z9d5 (95 o0 wrge g o3l aiSTs
Sy Sy 4 welie JBSH L o)d b M I SHL Aley S Bl bog Ble U sladiges

25 on sl Kigad 53, 2" AT 5T (S
S5 oSy S soolliws 5l (lwsn S3L ey igdsdse (owyp sln LB cnl 5o

VEGAWTESCAN-XMU 4 HITACHI S-4160 sk oo (FESEM) oo oS  iug,

WA 635 e SEM sl 51° silawsms l5dle 5 51 ool b baails o3lasl .ol soliceul

! Backscattered

2 Secondary electrons

* Physical vapor deposition
* Sputtering

> Digimizer

va



(AFM)" o051 (59 08 95w 5o y1 9Ll P

S9n PPy S rasgezme ) Sl (chugy (B ©sSws e Hezmen soil (5950 ey S
3 ot g GaglS sl 5 Sl RS ol oSy San ol bige Sl g,
PeSg S )5 55k Sl lojlaz,b (A-T) JSh aiS o ooliiul diged mhaw slagaily 5 (S
5 S5l So lal e Se3p Ol by (03l S eSg See e (LA ) (o]
e sl 4 dg0mms sail (g9 58 Se oS Tyl S (oo (b3, | Wigeld o slag]
SIAFM oliws 1555 (o0 1,8 oolatuls 5o slag) (Lsd oSy S 51 500,08 e (S 55l
S5 4y e | i 4Bl (555 Sy IS (g0 (699 iges i b 5SS S5 ke b
oSaie j5d $98p bwg (Sades e aiS oo 03 Vb S 4 1) 15T 5 958 00 Jloel SinglS
CyloaSs Coli b o led dwlre 1) g Ailgh o 5l K0Tl 09 o (g S 05l 5l K0T s o0
S0 el 5 95d o0 (Sl mhaw gy SiglS S bawgs mhaw (Sl (rizres 5 g5

alaly L (A) b (5:Slo 6325 055 S o3l (lgion 5 1 ek 655 5T a5l eolanal L

1Dgu g0 Ry 5

J SN (i Xeve)” (OY-Y)

)l Xave 9 JuuSs uall jo gl I Xi AFM joai 2 j0 b Sy IS slaws N adal) ool o

AFM oKws SO 5l eolaiul b aasges mhaw 5JG1 LIS cpl o .Ce ARM jgad jo gl by
LAFM oledlbl 4l 5 b p) wShe ojlail ol slil (Veeco, CP-Research, USA  Jax)

el Cawsds ProScan f5éle 5 5l eolal

! Atomic force microscopy
2 Probe



Photodetector

' ™
?— Tip Atoms

‘T‘ Fonze

:zggilﬁﬁi

\_ Surface Alams

DT ARM o3l 695 055wy Sue olKiws 3 slo oz b (A-Y) St
(J-V) W - ol 2 (b aasin b-F-Y

aSonl Gl igd oo amslin K008, b (PCE, 1) (551 o 003l Gayb 5l s yss b ks
lo g oS oIl (puiS Jolo el ilisee sloolSitolol jo (o pSojlail llyd (yogr Gy
(gdiye sl Jokw (S oslal gl b,e o lalinl Wed o plal o lailinl Lyl co
(Lsun) \-- Zn—”g JS e ol 0 (AM 1.6G) Sk> AM 1.5 ASTM G173-03 (slsecsss
SaSl g 92 (sl oalp Mol Wil g3 lawes oads JuuS o luliwl il 4 by e cads ol .ol
1-sun b, e 5ldg — )b > s mSoslasl lawgy (sl je Jobo <SG 005 .l 4> lawgs
5 d9be Jloel Gundyon Jobw 4y 55 Sl Slosgaze s pSo3lul cnl sl w5 on xS0l
AT ol 51 onaliamsey giomia Joloss b 33dise S sty Jolo o 4l (3)L0 oy
sk lssis olys il g ews 4 PCE 5 Jsc FF Voo alazrjl 5055 sk sloyial
5 (Model: XRE, Ivium) cliw! geusls olfiws G 5l oolatwl b LI57 pl )0 oo a5l gand o>

Gy 5 &S p8) Ve s mMWIEM? Sus LAMLS suds o, 1S s 95 Joko jladnnd olSiws G

AN



WAl oy ol Y

(OCVD) ;U law 5Ly cdl 50T $-5—¥

ol el 5l el e Jsb s S o3l (ol labg, o pisaead 5l (S Glylae 5By <l 5L
olws 5 o> heb Sluand ofiws 6550 L W0l ST wles G Giales]
Slggisd b axd)S )13 b5 8590 syl Sl )3 Jobo (o9, (nl 5o 095 o0 plowl Slivlgnily
Gy 8l £ Jelod 09h o0 2 lejl Sy S8l g 00,5 gals 1) g8 e 098 )30 (WU

AR oo Cawd Ay ol yes Job 4 axly Sled]

@ oy xS e Job 5 Jogeyd 5l eolainl 5 oy s p Voo (g s QD)S] Cews 4 b

““’"gs“ Cowd

KgT\ /dVy\"
v () (%) AR

" il jJGT Y-$—¥

i 5 T ol el S ST L S5 e (sipeiSS Ss ciged U
SR oolaiuls o0 (sl yo> lashe alejl (S92l 5 (Sgr slayld; shls Slge 5l (slosgusme
SzeS P Glahy, 4 5k Jelod lp &5 ol Glodazmy pia e ys> oo 025 o0
Dsbie 5y i S Yaonn (63555 Jiow cpilial (mimcinl 13 s ([hs mls Lags

web o o3liind Vs = Vo MV sg0> asals jl Ygene 5 ol o .ceul S5 arals L (AC)

boalie oS3 (295 Olr JUSew s ss 1) o Olgiee Eob s 2 Lo 4z S

! Open circuit voltage decay
2 Impedance spectroscopy

AY



- o0 ol piaan ulogel ar ats o1 56 g ol Oglite wlgs o asals Lol o ls (684,9 JLKams

ins el 02l 58 (AC) glice S uilongel JUisl s (A=Y IS5) 593

\o6-Y)

- <

el Lalies Guilogel Z 5T 4 a5

o | — Ertzrval e
: e urent =
w D
=] =
= =
o =
E _—
o
Tirme (5]

b oy 5Ly P S L aseine (uilS 18 S5 0 uilaal BT les @ atwly sl s 5ol (A-Y) S
LYo o] sgi oo oanliv @ 36 s g lg anels b cwgiow (b2 gl UK g oo Jloel Vi asslo

139d o0 485 5,0 115 Ojgeds (5895 sk JWy JUSe

V=V, cos ot \7-Y)
oSS T 50 aS sgi e ealo @ = 2Tf L a5 cewl glaggly iS5 @ 5 aals Vg ol o a8
g dalg p) O jgod (699,5 JUSew (pl 4 (b el ol

1=, cos (wt-@) (\V-Y)

29 aidgi ) bl JS5 4 gl ala, 5l eslina

el®'=cos ot +i sin mt (\YA-Y)

1
Euler’s formula

AY



e e 5 S8 ) (68959 9 (> 9 sl k) oyl

V=Ve®! (Va-v)
[=] eiwte i@ (Y--%)
199 g0 0010y 5 dlolas b il ol by

VvV, . .
Z=7=I—0e1®=|Z|eL® (Y\—Y‘)
0
O y0h Ysars |, uilogel o)y Sy € 51 Lbals o 1Z] amdls ojlwilay «uilael s o

eosbse 5 i sloadlie (VoY USD) seb e ool ialed | CewSsSol loged 45 g Moy

Ngds oo 00ld WS Z" 97" lawg oS 4 Caad s loged o uilal

7 =|Z| cos @ (YY-Y)

7'=|Z| isin @ (YY-Y)

N 1z

Zl
Iyeol ylop & pgots jlan uilagel Lioles (Ve-Y) s
519 o S (guilasol Joo V-V-F-Y
3 iS55l 5 JEl Cosslie yela b JUis! glaceslio ;5,5 Joe sl o oxdly slaailole
aild G 0gdh oo oolatul a5l L 0p3d (sileJoe lp 0gb oo colitwl R (slacweglis

- S i jpe 4o b JLQ_,,,] ‘oﬂf‘sﬁ Hy8 dsllass g0 u..g[f)e LngLg):fo)’b.S‘ 3 oolaiwl b aS” Jgomo

! Nyquist plot

A¢



G397 G sl uilagel Fuly Jolae Jlae cenl (guidyss Jobo (59,0 sballa,nd slo
O Se b ey S e 50 o b bl il (2 -V)-T) S8 Gillae SISl e (lSeg
asbd &5 i So g Ceglie So L St e 5l ey i8I QUL JEST 0gd ce (g5l s
acgomo b aS ol Cuoglio G Jolds Jlae iomen 098 o (5l Jue Wiloalds dy o2 4 (53l90
“oe Gy el b 5o e o0 GLAS ) s (g5 Cuaglile g odldy (5 jobay (L
L Bl sgome Vb GuilS 8 58 o plops (nl 9 005 (o0 4otz yw RC 52 5l a5 wad o0 (li glopls
Jlasl o Ojgod il YU (ublS )8 50 15 el Rs (g Coogliae casms)lis aS 00,5 alad
Sley ol adaly sl oolaiwl b oo o |y " (Rm) 5L Jsl Coglie 0 plopes a8 .aiS o Jos obigS
S za (W -V)-F S8) CandsSol oo 05 deulbre 1) 55 cud )b lss oo (RC)
-V ) Y°9’. ey |y puilagal ools jslaie oy s cod lo 4 1) alals o LS 5 a4 by e
3 83 oo Glaled (il )8 5l (b Sjgoa | 5 g (T leddlie a5 s o sinled (7 )
Cowd . il Jli8le 5 langy et 8 Slaye J8las o3l 51 eolaiwl b uslagel (slaools ¢ Jos
ol yo ,had 5l coads i3l e ploes Z-View B 51 (il sla,l58le 5 5l eolanl b osl e
g .qﬂb.o Cewd 4 o..ﬂjs 2 Sloy ol o plops aiy aladi LuilS 3 51 g R Cuoglin laas

Sgi on dmle 918 10 35 M).b% S 3l oolazl

Lgl.a:‘;w L oS 0 oolaiul Ls’é‘ﬁ slable giluJae glp k> Sl sl aS’ S8
ShIs 03B 2 sz 2 el o ol JSU slagysle jga> ol alins gl o 529, 0L

iasdge ol o g 5o J\ ol e S35 LB, 4y o a5 W o L @i@h Az )0 Wi

! Charge transfer resistance
2 Bode plot

Ao



) (<)

7
10*4 R=40
— 6 R,=1kQ
CPE, =2.3"10°
% pr=1
R.. =6kQ
10°+ _ Rec
<ha CPE,, = 4.01*107
—= pe e
ﬂ - :v Prec™ 1
.I N 3 [ ] . "on
-. - [ ] .
102 3 .I 2 -1 & . L]
- ..
14 . L
101 T T T T T 0 T T T 9 T T T \I
10° 10 10° 10° 10 10°  10° 0 1 2 3 4 5 6 7 8
Frequency (HZ) z (kQ)
Rs R-Tr R-Rec @

N re—
CPE-Tr CPE-Rec
) — ) o—

0a g jlwdds (uilassl Jolas Jlae () 5 991 )i (©) «annSaSOU jlogas () (VYY) USSS

139800 0313 ) alaly b el 51 Ll uilagel 9t oo 3o e (CPE) culs 56 Ll Ll

1
Zcpg = m (V¥-¥)

ol 4 bgye Jomie a5 Sl laggly 4 bgye P g Fcm2gPt >lg beoh SO T ol yo a8
S CPE uilagsl el caaay |y (o28ly o5l govie U 0s o0 b lalisee asan ;o oS 55
Sy 3B 0sd ooy Y vas 4P jlade az e plply el =90° X p 5L el o el bas

(CasgSOU S )0 (s0g0e L) Culls puoles

! Constant phase element

A1



eyl Juas

9 wg p S3L sy o g gl (o aaks

AY



doddo V-F
Lgbie 5l oslirad 5 laia¥ slo ol pais Jobs 65| Glasay g, el ot cal 2
“aY 6y 9 ISl ely Cwl a8 S 18 )y p S 9550 (Dl p 3 Y ool
oot polas (XRD) ool 55,1 bl slasll] Goob 5l coddidngs ulSmsy wils sla
sl < (AFM) (ool (59505 95w Soe pslal «(SEM) (cag; (59 2SIl 058y Son awgs

4 00w i MAPDX3(X= Cl, Br, 1) 2wy soasy 3JUT quls Y-F
Sl o I SLasay g,

MAPbX3(X= Cl, Br, I) culSus, sboay Sl 5 ,bdle plsd cmyp 4 side ol o
odl Aol edls (Y-V) idu 10 lagy] jiw oz 70 a5 (glal> 0SS by, 4r oo augs
MAPDI; ¥ XRD sl ,3 wasse obis |, ba¥ cpl XRD slacab (\-F) & canl
AFVY) LFY ) YY) YY) (VA1) O Y) d0) ) Slxio 5l il sloald (Gl -V-F ISs)
W yeam 555 Lz 5 LMAPDI3 eyl bl LSas 4y bgsye (F-F) 5 (FVF) (VYY)
;MSJ., a di.v...q ¥+*) 9 o) VY (Vo) Slao )’| u*";-’ sals (o -V-Y) JS,,; I
I ool sbeals ( -V-F) U 4o ciomen 58 so oddlin oS 51 53 MAPDBrs culSug
Gl duglie 05 c0 003 MAPDCI3 colSug py (coxSo (LSl 4y bgypo (Yo 0) 9 (V0 0) Slxao
sl oi, MAPDIs 3 MAPBBI; culSs sy XRD (531 15 ans so lis loay XRD
(Pbly 5 PBBr, ) culSusn sboosle s & Glate o8l 4B md (glal> oSS g, 4
Jsloes SLasa¥ L aS lals oSS s, 5o 45 ol Conbly ol 5 (S ol 45 595 o3 oomlive
e o plos! (MAPDIs s (sl MAL Pbly Stie) ColSiugy osbo i 55 5o bgliee Lol
Collug s sloasY ;o Phlz 4 POBr2 oloS 5 g ol ad S0 Sdgpm a0 ColSug Lo
S3b Y Sl andl il cabs (s oSl siles 3L wonds LS5 MAPDI s MAPDBr;

AA



=)
S
T =)
o
# N4 # #
(&)
: —
| g S
> | = 1
Q _
=) =)
.2 = a (o
3
o (6...0."

r . v e R ey
10 15 20 25 30 35 40 45 50 55 60
20 (deg)
als (#) g pe dle MAPCl; (z) 5 MAPDBI3 (<) MAPDI; () culSas 5y sloasy XRD cals (V-F) IS

2wl POCl, & 3lee

MAPbLX; oSy sl 5)ls B g XRD (663l slaools 5l & 5 (5,50 slo il )y (V-F) Jgu

Sl sl il
s Sry | Soske oS T . s>y Joho pon>
o (A) .
(nm) (nm) (x1073) | wsk (A%)
a=b C
MAPbI; | VfYA FAISF “IFA oo ke | AIARY | VY/OFA 291/ Y
YesX SAis a=b=c
MAPbBr3 Y- /7Y Y.V $-
25 B/avVYy
MAPDbCI; Uy FAIVY - DIFEY YANID-O

Collugp @ Glaie (Vo) g (Vo) Olxas 3l oly ald g0 Ladd (z -V -F SKs) MAPDCI3
Vi) Jge s Y| ol o POCI3 osle s 4 3late boals Lo g &)l ,5a> MAPBCIs

J}l?m 590 MACI °‘>L°g}i"$"-f~ )| (S Yo clale 4 9 0395 owlio LsBlS o)".xi‘ 4 MACI: PbCl, (5‘)'?

AQ



O-F) Jsoz o <l oY MAPBCly olSingyy & MACH JolS sad o (sly cusl
s 45 jphailen Cenl ool loiges XRD 5JUT il 51 oal ooty sl sla il
Y wxly Joho o> g oSl ol 7 > 1R > 1) ol g gld palS b osgd e
45 MAPDBI 5 MAPDI3 sloay ;5 lacS ol Livgta o3l iansd aiily Lals” abogy o iolSang
Ol @ls ol aculs (V=Y abal)) o - gmelidsy g 5 sl a8 ,5 ISS elS™ jgkay Lzl

MAPDBI3 s MAPbI3 45 laie oo 5 45 oS sy Lo ol ke iy yidess 5 (yyiaS 905 o0

REI

SIFESEM yglas cslal> o S5 () ar adly o) (ulwgn gloary ol ) (o) p sl
Y FESEM olai cw)yp .l ool ool las (F -F) Ko 0 a5 ol ags byl alaw
5 5, bawgte Jsb b sloadizgyes Lo, sloasls 5l aY ool mhaw s oo olis MAPDI;
slal b oo Lo ,i5 slaailo b oy o Jolg a5 wil o 00+ MM Lagie Clsed 9 Ve UM
c\.’y 6‘)" (& -Y-v) Jiw SR e (-Y-¥ Js.w) O AP ).)\a‘ nm h.w}a.o
gy YO M Tojp oyl 4y £ eSS L....w saly 5l aY s mhw wes o olis MAPDBI3
zhw jo a5 v o plas Y cpl Gl (O M) 5555 wlias ;0 FESEM glas .coul ool oolo
Slio ol gaw 55 Wl jpam 0aiSTy ek & UM Togas hd b 5 SasS Slxio 4Y o
Olxis g 3, sloals Jols MAPDCI; diges o 5 )ls jgia> oauSTy jebas (555, slbadils 5o
009 S19iSy xdan 5)ls ool samlice Slxio il o ¥ UM g0 slal b ASa pe Lo i
2ol dvolio el oa p O MM S0 sl @ 5, s sloails L oyl o Jolgs a5
Loyye L3 oy gbaails ol Yaisl sas oo lis (7 -Y-F) 5 (z -FA-F) o JSi ,o FESEM
yea ey ol lis mls .ansl MAPDBCIE colSug oS 5 4 oouid hows POCl2 oole i 4
5 oS ol b aY 4 pliws 4 0B glal> 0SS By, 0 Pl cwsiie 5 (S99

(3958 2,05 09) Lo (nl 095 o0 crge ol (nl 09 uplgsss JolS whaw Ay g Cpisy

9.



€ o
¥ | .

25.8kV X38.8K

sy 4 a8l a5, MAPBCIs (z) s MAPDBIs () MAPDI; (Gill) slaayy pelas I SEM ygbans (Y-¥) S
HEM (V) oV umM (V) wlide b Gl 0SS
b 5l gaman g 90 AFM olas (Y-F) S il canlio Q3 Y lgieas 005 6l
- o0 olas (\=F Jgaz) Proscan 1581 o 5 b 5JUT 51 oo dcloes (6,05 000 o lid 1) Loy o]
o yeS shls MAPDCI3 Y o (YFEIY NM) (5 olie opyis slyls MAPDBI3 &Y aas

bl oo oS Gl 0> shls ¥ cplols las bl iz Bl 0 (/Y M) (6 15 Ol e

1)



(<)

(204,1) x 797 um y: 0.03906 pm 2 0.3407 pm

()

(245.29) x:9.57 ym - 1.133 pm 203114

m/div
0.24

9 MAPbBrs MAPDI; . sy slaasy soman pglai (5) «(8) (@) amss pslas (o) () () (F-F) Jo
MAPDCI;

$194b 9 — Sy glalo pogd (o) A ol A LAY (owyp V-F
-F) Lisu 0 slale eSS g,y 4y oy MAPDXs (X=CI, Br, 1) ooSugp sl mlo

Sty Jokow 3l Y 0I5 sl )5 cnl jo by cpl 4 ead s slaaY ols Las (F

ay



aale aisls ¥ glad> pogo jiiw gy owypm 4 dalol jo 1A ais o958  aY CoalS

(MAI) ST o3l iy Jgkoxa 33 (5394bse (o T (qawy 0 V-Y-F
2 Phlz 4 (g 9abse yloj s b (V-F-Y) iou 10 ool ooloz ol g, ub DA (gladises
el ol (F-F) IS 10 ladiges (gl oo X g5 oly slaz,b .asos ags MAL Jgloe
XRD slagXl jo .cawl 00l 08,51 auslin slyp 55 Pbly ¥ X axsl 3ly b (S ol o
(YY) «(V-Y) «(YVY) VYY) (V) 2) alrao 5l 3l sleald DA3 3 DA2 DAL sladigas
sy & MAPDI3 0y 555 )lea [Lsle LSad a4 b e (FVF) 5 (YY) (YIY) «(¥Y )
il ol Wlowds jalls \‘\”/\‘05 \°~/?°‘ vao‘ \“\//\o ‘v/\/ao ‘vf/ao‘mao ‘Yoo‘\\‘/\odl.lls)’ 3
~abge Lol DAL wgad 1o 0gd o0 00 z,b cpl o Pl algs s jLisle JuSas b bl
Gtsle 4 Pbly Lo 5 00 LIl loren \\’/Vod.lj!)’ 5o Pbly ald (aads V) o5 Lz 559
Comd DA3 9 DA2 sladiges 1o (5, 9abse Loy iuli8l bl saiiplonl JolS jabay colSugp
Lgye gloald s ol g a8l alS Pl Jlisle o by e sloald s ol DAL aiges o
srald s ol melS .l aisl o8l glalasde LB jebay MAPDI3 colSug, oS 5w
ST oole 35a5 (g 9abse Loy Lalidl b aS cl o] 51 S1> DA3 5 DA2 slaaiges o PbIy
el 00 1Sz5 MAPDI3 colSagy JolS Loy Jlisle 5 a8 ndy & g0 294 Pl o MAI
03 oywes (F-Y alayl)) b abal) sl oolatnl b culugy oS 5 cpl jo S ol Lawgie ojladl
5 dgly Cuxdge @ a>g5 L) DA3 5 DA2 (DAL sladises slp S ol olail lawgie Jlade ool
aS Wl Caws 4 (Y- Y) g (VV+) il sleald slaools 5l oolaw! b (acien cral o Ly ol
—¥) Loy, 5l oolaiwl b oo dulore aSls (oo ol b ol o 4y (Y-F) Jguz jo lalxs ol @l

SIS S sloaY (sl ond (155 gl b oad ol gl oal sad b lS (Y-1) 5 ()

Y



Intensity (a.u.)

10

(001)

g g g
o
= A b
— T . DA1
DA2
g
<  DA3
15 20 25 30 35 40 45 50 55

20 (deq)

-0k b w4y a5 DA3 g DA2 DAL (MAPDI3) ulSugn sloay uSolassl 3l slasSIl (F-F) Ui
el odal Sl 50 55 PDlp 0¥ bl (951 ailoas augs ai8oNd g V¢ o) (5, 9abgé slo

9 DA2 DAL sladiges 5,lp BB g Cules (Sl anil ol slocals 5l T s slosls (Y-F) Jgux

DA3
dged DAl DA2 DA3
Oy 99, S ek o3lasl (nm) INA 7 NG
=bh AAD AAYY AAYA
oS sl el iy (A)
C \Y/00Y \Y/oYa \Y/OYF
Cwlsus (NM) ARIA YO Yg.

&)ly S5 (eV)

VOYY L/

VoY L./ - oY

VOYOE /e

-F IK8) ganaly (355 S s ogladl Ly.s ,Yﬁ]mu@ BBlgi 0 BB 0 (eSSl

Ls JLlo 5l ase onl &5 wwo oo lis DA2 wiges mhaw Lidsy 5ol 23165y 5 (O

¢




el saBools Lzs ) pm uLie ,o DA3 g DA2 DAL slasiges SEM slas (0-F) JS5 o
Lsgio e 5l laails o3l o5 sabed les Lialidl b o co sdmlice JS5 l o 45 aisS olen
Ggos 5o bails Lawgie o3l Liul3al el a8l il53l YO-NM Sga> Jlade 4 V0-NM lsg0>
4 e 39 oo oalie SEM pslas o a5 )] c Sy b w95 3 DAL diges 4y Corns DA2

oy p Y T 5 oe 5 b sl el cuS 550 S1he rals cpluls g ails slajye rals

G” " )

NN 5 i

L& 2 ;\; E ’ku"&‘aﬁc
S0 Pacgy

abgé lojae L DA2(0 AMIN (g 9abgé ylojin b DAL (il sladiges mhaw 51 SEM gl (0-¥) S
oolie s S denas (ol Y um pglal oledS )5 VO MIN (g jgabbss lejae LDAS (z 5 V- Min s,

Ll oad ool HLas B e MM HlaiS )5 L ey alads SEM

q0



SEM juslai 53ads (gw)yp 5 dolss il Y (lyicar ol o Jsbo o 0 MAPDIS
(Lasls o S5 jolew sladiyg,) ool LSis gladils o Siwgnl e a5 aoo oo lis ddiges
3 MAL Joloe J21s 55 (5)9abse i oy Jedo ) DAZ diges 4y Soens DA diges mlans 5
S FSen shls DAZ diges gl duyoo J5 4 (nlply cl i (o5 (Jsibsnsi!
Calud duglio .l D3l Y plpieds Gandye> Joko o eolitul sl 500 sl @ cod

i3] b jsbay aa o oLis by b ye adaie 5l SEM pyslas 5l onds g ,eSoslail slaasy

el azils baayY Cules jo 4zes BB 5 aids VO b aids SOl s 9abse ybe;

xeedsb ok o gl (A) Ciz 5 (T) jpe ok doay )5 olss wyp @l
S5l (zoaob osl )3 (S sbar jgue (e (P-F JS2) Wad (oS ol Yo -V ) - oM
S ey bl diged (pl yieS Cwlo o 4 bl o pl a5 cwl in DAL el gl ons
B b glp (F-F JS0) wbl oo 5T )5 s culbo b sy ¢l 50 0de e
(YV-F JSE) Wad ey (@) By sl loges (VY=Y alal) ) 4> g5 b dbndiges peiins ()55
polae ol acwlxe (VV-Y) alal, g Cds glrools 5l eolaiwl U 5d (@) LasY Gds> oo
sl oo jo oolatul jshie 4 baY Gor ix e Slis sawl cavods LA ol
SE 555l somme b (goie (nl (b Cond (Gbgon b e (g 7Y USD) Coul g0l )9
Vo MmN g 0abes loj aS 3l Blis oy ol ls (V-F JSE) o 08) (peess LY (5ls
DA3 3 DA2 DAL sy s,ls B Cewl yiaslio MAPDI3 ylSass s sloasy eSis gl
2l b @8y 50 edeliwwsds polie el cass 4 VOYD €V 4 VOFY ABFY 5«
aS ols lis pwyp ol Ve VIew! MAPDI; ol slaay o)l BB sl oas b )l55
Sy S o3gumme 4 425 b oo Y ()lp S o 2y B b (s enbsé Gloj ks

-4 DA2 Slaay jl oolaul jo 5,500 Gy ailis LB ool zl 5wl mls ple g sdel Cawsa

ool (G0 y95 Jsho o Q3 Y lgae

1



100 "
(ul\)
—DA1 o
- &S 804 ~— -pa2
5 S *
F - — - DA3
<
] S 604
g =
(3] o=
o £
w
2 g 401
2 :
< -
204
T T | A S B 0 T T T T
400 600 800 1000 400 600 800 1000
Wavelength (nm) Wavelength (nm)

Absorption ( *10%)

400 600 800 1000
Wavelength (nm)

mabs slale; L MAPDI; colSus pn sleas¥ O Gix o0 () 9 i (&) e (WD) slacad (7-F) IS
sl Y 3 69, 2 Y0 Min (DA3) 5 ) - min (DA2) .\ min (DAL) s,

(ahv)?

140 145 150 155 160 1.65 1.70
hv (eV)

5 Ve min (DA2) &\ min (DAL) 5,54bs sla ey L MAPDI; colSug n slaasy Sgil loges (V-F) JSo
LlaasY cpl 6,le BB ez 9 VO min (DA3)

v



MABI:MAI colo s Jolxo j0 (g59abge yloj g o (¥l Sl gy o Y-Y-F
~dob RlBls sk ab sylmk a4 e ColSus S )0 p e yeam A Ceul ol (B)1S
JSis 4 e a5l a8 e glad Lopy 09y [V oA Alas salss guityps Jsle see
e ) CalSsy peay JSle & Wb sl el el Gl s peasy sl
YT sl DE (sladiges 1o jebate cpl a1 .0uS o 6 S ol colKg oS 5,0 CH3NH;™
el 00l 00l usgs (Y-F-Y) idu o badiged cpl agd g, .o colatw! MABr oS 5 5l oy
2403 XRD (6651 50 .l saal (A=) S 10 bddiges (gl oancad X g5y (ol slaz,b
s ONY) YY) (Vo) OV OV e) (Vo) Slio 51 ily sloals o p b 0osYT DE slo
ald [Vye Ve a AL Wloas ol oS 31 L culSlug p jlisle LSCis 4 bgyye (Fev) 5 (YY)
TSl & o0t Ly 5 ¥ o oailasil Pbly oS 5 & Liyye 1YIB g sl 5o ot ,alls
La¥ o sy oo Gial¥l b ol co cdaliv (o -A-F) IS4 j0 a5 jsbles ool colSug
Ll (1) Slrio 5l iy gl 4B Gy 5,5 20 Gl e & lrale S
O L @l o oS oed e camliv Wl JSEeS Se gl b pp 095 Jodd 4 olSug
05) crmads (V-Yalal)) o - ypmslilyg bl 5l oolistl b acS ok bawgio o3lal [Alceul o)),
Gl cawl oo ool las (A-F) JSKG ;0 DE sladiged & 3laie Jo - ygmoldsy loges o
X)) g (V) (Vo) OV VYV o) (Ve o) Slmao 5l ol ald il 5 loges (ol
SO (Vo) g MY (YY) o(Fee) dMV)) VYV o) (Ve o) Olmio 3l 3l sloald g SET ages
Bgod lp wline Slxao 5l ol slbald Hlea 5l 5.0 SE3 dges (gl .ol oolaiwl SE2 diges
36T 51 sawlcasods slacs ok ojlasl (Y=F) Jgaz ;o Cowl oaioslawl (Vo) ald 5 & 4 SE2
Yol Gosabge oy Gl b ass s lis S sl olal avglie .cul 0als 3,155 aasges XRD
mabge ey li8l b bm g adl ol FY/-0 nm « F2/2V jlade LmQT o3ll Ve min «

155ss Sn 52,8 s go AFIVENM) _l33l glalamSlo L5 jsboas (SE3 aiged) OMIN & 55

aA



3.5

* Pbl, (&)

(100)

3.0 1

—_
(=3
o
N
~

= sy s ©

. o~N o~ (=3

= = 2 °= g3
s rol W WA
= )

2

3 1-5-

£ 1 : e DE2

)
3.0+ 8’ (u)
—~ 2.54 j
=} J
l'i il .y DE3
2 )
2 1.54 v
9 ‘—-’w""—lj '\~JEZ
£ 1.04
0:51 >4 \\\_ DE1
r e T P Vg

280 285  29.0 205  30.0
20 (deg)

15 & 9absi loj b DE3 5 DE2 [DEL (MAPbI3,BI,) ulSasg s clodigas XRD il (l) (A-¥) IS
Lay (Yer) ad slbals awlis () Ve min 30 ¥ 5 5 & MAL MABr gl
o3l (g abse (loy Rl b adlige (025 g5 5l ulple 5 0dg Cue ladiged den sl
S5S 15 S ysl 0l o DEL g 5 a5, e sl el aldl 55 (o3og Sem (155
o3lail a8 DE3 diges ;o (15,5 Jlade S .canl 58595 b jobay o )lo DE2 aiges a5 coed
(F=F) Jgazr 5o cul 33,5 s BB jsbar )ls [ 500 aiged 90 4y Conad 655 ,5 S sk
olis sanliasods zuls .ol sal 45,55 laiges XRD 5JLT 51 sdwlcawsds (6 lisle sl il )

3 DE2 4, DEL &igas 5| MAIL I MABF Jslxs 10 Pbly a3 (6,5absé oylo; ial3dl b aims oo

19



__ 64 DE1 _ 641 DE2 61 DE3
™ e —
) o ° ?
-— - ° =4 °
3 ML, ISP S I -
- ° = ° o L ° o
@ @ 3
o o 3
8 24 S 24 O 2-
y=0.00037x+0.00345 y=0.00046x+0.00374 Q. y=0.00170x+0.00190
0 + + T T T 0 T T T T v 0 T T T
06 09 12 15 138 06 09 12 15 1.8 0.6 0.9 1.2 1.5
4 sin(9) 4 sin(9)

4 sin(9)

DE3 3 DE2 DEL slaasY MAPbIs Bl culSusy sloasy Jlb - ygmnellys Jl3s0i (A-F) IS5

DE3 g DE2 DEL cladige; oSal andl 3l slocinh 5l z 5 gboosls (1-F) Jgox

Kgos DE1 DE2 DE3
sl (£
sy S () \IYOY VIYYA 1/v44
(eV)
3 eScd ol FIVE 7115 #IVED
(A)
215 Sk o2 YYO/TEY YYYIVESE YYY/-F¥
(A%)
Dt 555k ol F5I5Y £/ AFIVE
(nm)
Dsh 5k o3l £Y/) - YA/-4 FE/YS
(nm)
S (X 1073) Y %5 VY-

Ol el (e ais Gl el a8l a8 axly Jobo x> aeisys 5 4 )L DES3
45 ol B S 5 5 (B & ) 65 e Sysabs ole (el b 4 sl o
@ yomie Wlg oo Sl 5SS (VY A) o b e (VAFA) 5y g glad &Sl @ 4 g5 L
nsbas 5 DE slaa¥ ganails 5 mlaw 539058590 oy sl 2Bl ool oSl jial)ly 2alS
Sial38l b 3gd se alamde (@l =1+ =F) IS5 j0 a5 slailen o osliiul baayY plaw 51 FESEM
Sl WO M 5l leasls lawgis ojlal caads Ve 4 ¥V 51 MAEMABY Jslxe jo (5,9abge o)

O FESEM polai anglin pooren . Cowl a8l 20138l DE3 daigad 51 YY+ NM s DE1 diges



P
o

- A ’w,- a4
ea.ekv X3P aK

slayle; L MAPDIgLBr, slaasY mhaw 510 pm (Y) 5 ) um (1) sla wlie 0 SEM pglas (V+-F) JSi
&9y » oxd glasay (DE3) V- min (z) 5 (DE2) & min (o) « (DEL) Y min (&) MALMABY o (5 ,54bge

1S Gy Sz d g M el DEL aiges gelans ams oo olis (V=) =¥ IS5) O UM olie

Al 0als sl 1S (59abse Loy Judo 4 wilgi oo a5 wil s DE3 g DE2 sladiges L anslio



—absé loy Lial3l b laslas | el Siwen 5 i 08, Cao s baails Soe ol o Yo
L DE3 diges ;o aSolal conl ool aiwlS o Siwgul g baoye> )l jlasdo Ve 4V 5l 59
loo o 5 ool aLill o (g5, bails 5 ond JolS Lo ds mhaw idigy 4id)0 (5 5abse \bo)

ilasl, Jrals bdils; ey Sigw

sTodsb edgaze o Ay (pl Lz g jse slaca b DE slaaY (5,5 o Sy (o) 2 2
L assee ol see 5 iz gbocib awlie (N-F JS2)was g uSolul Fo-d-+ nm
oS ol 4Bl (L8 el (232) joee (lie 4880 Ve 4y ak B0 Yl (g sabse ploj Sl
g0l pubiiane (6l B Lol 38155 50 rdiges 10 oyl Siwgmed g laails o3lail zol38l &g, b
sel Cawsay (A Jlsses as Caand (3510 9 (VY-F) Sl alayl, 5l soliiul L DE lo
Jslee o PBly ¥ (gysabse ley ialidl L ogd oo alisdle a5 ohailan (VY- S3)
eV 5 V/YYA & \IVOY eV ;| 55 4y DE3 § DE2 DEL sloay sl SE.MALMABr
loay¥ (pl 4ot ol 2alsy XRD Gl 5l ol zulis b st ol ool axdl 2ul3 1/VAR
ColSag a5 53 % 4 S i (S5 e 39)5 2 3l g 03 38155 53 (Y-F Jga)
~als 4 yoie MAPD B ColSug oS 5 50 pp cale s ial33l .ol MAPDIgBIy
ad 3 65 gl (Sadote 00,5 e 5 BB Glall ams o 5 S Qde o o alx
ANOF-Y alal)) 535 sons o5 Jsbo (VOC) 5L e 5ty Gl 4 joeie Wigs oo i

Dy
S gabse yloy b DE3 wiges ols ylas Sl 5 6,k le sl U1 51 ool cawsds zulis awslis
bdiges plo 3l gond,o> Jolow 3l Y lacas 0 0I5 s MAEMABY Jol>o jo 4235 10
sl Gl s BB Gl @ Glg BB g psabs ploy GRlB L Tny bl Sl

P00 digad 90 5l S eue Gl g s diged (pl o Gl g dils o3l Jg (~e /Y V) ol



3.0 100
I (<) (1)
254 ~ go] —DE
5 : 2 — -DE2
= 3
3 &
& E
o
g 3
) =
o o
< (=
500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

DE3 ; DE2 DEL ulSus s sloasy wi (0) 5 506 () slacil (V)-F) S

1.70 ) 1.75 ) 1.80 ) 1.'85 ) 1.90 ) 1.95
hv (eV)

i 55 4 MAL sl ;5 (5 9absé slacyle; L DE3 5 DE2 DEL cylSusg s sloay Sl Jlsgas (VY-F) S

AiBs Ve 50

(DE) L3 sleaiges b bbasgad oyl Solas s (aujlop o0 DF sladiges cwyp 4 aslsl jo .ol
oo a (Y-F-Y) iso o allb e Pl Y (Lis 2 Goe g S pw) Slisay gl o
S 5o ladigas sl oatend X gip 3l slagsb cul ool ai2ls ;) DF (sladiged 4 (b,
(Vo) Slmio 5 ol sleald oy b saVT DE (sladiges XRD (5551 j0 .l ol (VY-F)
36 L culSas sl LSis 4y bgspe (Fr o) 5 (YY+) s ONIY) YV +) oY) (1)) (V) +)
obey il b 0gi oo sdalive (VF-F) JSo 10 a5 jebolen 11+ )24 Al wilowd jalls aSe

VoY



Intensity (a.u.)

1.0-J — A DF2

0.5+
0.0- * DF1
10 20 30 40 50

20 (deg)

o lo; b s i 4 DF3 5 DF2 (DFL (MAPbIs) olSas s sladinns Sl anssl (3l cinbs (VY-F) S

8 8
DF3 DF2 ~ 61 DF1
— s (3]
@ 64 = T 64 o
o S ® . * .
T e x a = 4 2 )
o 44 e s . sS4 ° ° & ® v 5
1 . @ 8
8 " 8 O )
g 4 y= 0.00200x+0.00226 | = 2] y=-0.00011x+0.00479 | =~ y=-0.00014x+0.00398
0 T T T T 0 . v v . 0 T T v T
0.6 09 1.2 1.5 0.6 0.9 1.2 1.5 0.6 0.9 1.2 1.5
4sin(0) 4sin(9) 4 sin(9)

S ok o3l aewle sl DF3 9 DF2 (DF1 (MAPDI3) colSugp sladiges S - ygmelidss jloges (VE-F) S
Lodiges

oyl yoss s 4 55,5 20 Glly; cow 4 (5 olals SO Ay o (g 5absd
Pbl oS5 4 b \VIO Togas aygly ,o ondi,alls ali opd o oonline aSd (g lsla
- oo o0alie DF2 4 DF1 sladiges XRD i, a5 jshilan ol oSy 0¥ 5 owslegdl
b MAPBIL; Bry sl 1S5 4y bgy e slaals 51 PbLy a4y slaite 5l ald (oond Dol g

Yot




5 el oazs s MAPDI3 LBy ulSavg 4 SalS 5 ouile 3L oS 5,0 Pbly g0l jlaie
6y94bod Loy ial3dl b gt o oaalie DF3 ¥ L DF2 3 DF1 slaasy XRD (s55) anylis
ColSugpm 5l Lol slrald i Gl 5 g ool aiwlS Pbl 4 3laie ald ol 5l Ve min b
s MAT sl JsSUse a5 Cal e ol & ol ((O0Y=F JS5) cal oads 055331 MAPDI; Bry
) collwg p jisle @ o] bos 9 Pbly J30s a0 3985 (glp SIS Cuo ) Saw opl ;o MABr
e 55 v oo lis (A-F JS2) DE L VY- JS5) DF slaay¥ XRD cab aulie ilarsls
Gals s ©al (025 awglic DE3 L 1, DF3 4Y XRD il Sie) alie (g 9absé oo
aSol 4 azgi b .ail oo DF sladiges 3l iy (il 4 DE (gladiges ;o Pbly ald 40 colSugy
Pbl, sboasy i5 > slo il (DE sbaaiges & Coni DF slodiges ;5 03,8 pis sl Ly
~ay ool 00l Pbl Y ol i 4 yomie Yloim| 25 by el b i ol b e
Sl pley o [0 (plply g 009 DF digad 51 S DE diges ;o 44Y (pl Cwlbes oS glaisS

z s Bodls (F-F) Jgoz .caul 00l pal,3 Pbly 43¥ ;s MALMABE S5 (gl py 315 cas 3

DF3 g DF2 (DFL slaaiges (oSol ansl (il slocinbs 5l z5ius sloosls $-F Jou

Mgl DF1 DF2 DF3
Sly S VISV \/FAF VYYD
(eV) (=3 meV)
a4l cob
= #1V50 #1\08 FIVEA
(A)
o
s ol o YPETNS | YPRYRS | YRYTA-
(A7)
Dw-r) S5k ol YE/AY YAIR¥ £\ Y
(nm)
Dsn) S5k o3l Yo/0) Ya/¥a YVIV-
(nm)
is,S (x107) A AR R




mabge ylo LialBl b ogd o alaxde a5 jshilen .amo oo olis |, DF (slaasges XRD LT
gl (o5 FSZsS 4 azg bl ally alf axly Jobo o2 (nlnle 5 (2) 4t <ol w9
Slapsl i 995 2 (2155 Gsabse loy Gl b aSid ol el culiy 4 S 00 S
L dadiged )0 (p9Swg S (555 9 LS ok Lawgie ojlail alloe ColSiugy <S5 50 e
slaloges (VF-F) ISo jo el cavos (V=Y alal) Jlo - ygecsbly adal, 51 solasul
CloaY oaal Cousty o5Sws,Sae sl i,S loas ool ylis DF gladiges Jlo - ysmmslilss
il e oST5 g5 5l LiyS dbaiged ol o 45 Caul ] 5l Sl 45 aites ate DF2 4 DFI
Y )0 )5 el 5SS DF3 ¥ Ly avslie jo DF2 g DF1 slaay¥ )0 (55,5 (izron
S Y pl jo 155 06l o alaxDe 4T jshailes allb o LiiS g9 5l (pl by g Cuie DF3
&lp E-Y akaly)) i adal) ode] G S el awgie ojlasl plply oogs B Y g0 5l i
I ygaelly g adaly 5l ool Caws 4 S yeb Lawgie o3lail 51 xaS Jlws (YV/Ve nm) dges o)

b oo (PV/YY nm)

M zeedsb 13 LaY oo b olSiugny S3U sleaY 68 oSy wir ssbie
30 S jshilen el oals ools Hlas (VO-F) JSKG 0 LcaQ—l bl g Wl g Sojlal Fee-qe
33 Ol 35S g (o yiden ool 4 DF2 g DFL gladiges w09d oo camlive (I -VO-F) S
3 (V0= S8) baY pl Gis Jlogad im0 lis 00l (6,5 05lal zge Jab oS o,

223 o ol 1) Xg) o
WA dwle (VF-F) o g (VY=Y ddal)) Sl alal, 5l solacwl L DF slaas¥ )l S5
Ggad VPV BV lade 5l lasY ol (g)le B (g 9abbge yloj ial8l L aws oo olis gl
S ialisl il oo ioli8 DF3 aiged (sl VIVYO Vg DF2 aigai sl V/PAY eV « DF1

B Ol s aslie (F-F Jgaz) canl 38lgs o ¥ an (pl ol p aSlis slacol oS b (s)lgs



Absorbance (a.u.)
Tansmittance(%)

500 600 700 800 900
Wavelength (nm)

50

40+

304

204

10+

0 7 T
400 500 600

700 800 900

Wavelength (nm)

[DF3 ; DF2 DFL ylSasy oy widr (0) g pue () clacinl (VO-F) S

sl eyl b Pbl, 4V 3 oals 4y DF sladiges axly Jolo pox> g oSl ool «s)lss

N 8) L, sl all LPbly Y ;| ool aps DE sladiges L (Y« -

rpm .Y'-s) o

Aib oo DE sladiges 5| S DF sladiges jo o sl ol s aoo oo plas (Pe o+ rpm

Yol plily 5 009 DE (glaaiges 5 yiin DF cladiges gl o0 angs Phly colies Ylazs|

ol sl L DE GlaaY jo &l cplplo 9 009 S o] ;0 MABr ¢ MAT 3485 )5

(Ahv)2

15 16 17 18

hv (eV)

19 20 21

Bl oo 05 (5 )9abss

&)l B DF3 § DF2 DF1 cylSug s cloa¥ Soili loges (V5-F) S



S 5 ol ol Gl 4 i MAPDI; colSugp oS 5 50 o Y] puils 0 a5 polailen
MABI oS )5 Lawgi ppr VT b DF 5 DE digai degaze 99 «idu ol 55 onlply od calsgs
;0 Pl Jgloe 09 Siglite 55085 b lay | ;o PbLy slaasy ays jo is > lal i oS aios ags
S 4 Yeoo 1pm Cie s b DF acgommoe 0 gadli Ve Do s P o rpm e ps b DE acgos
DE2 (DF1) DEIl (slaaiga; MAPDI By cullus & ags sl i Slasayy il Y
4iB5 Ve 90 ¥ Sow 4y oy 4 MALMABY Jsl=s 50 Pbly (sleayY (DF3) DE3 4 (DF2)
L dsgomme 55 52, ol olis bay Senl s o bl slosdll 5l ol mls wins jgabsé
Olee @ S)lg BB (nlpl g CalSusn oS5 50 0o o)ly e (lie «spgaboe oloj A4l
- oo DE (sladiges 5| oS +/) €V Tsgas DF (sladiges ;5 s,les B S ol oo i3855
alas s 4 POl 4 caslies (il DF slaaiges ;s a5 ol o] 5l (Sl asmes ol il
L .ol 005 PbL a3¥ ;s MABI/MAI gloe 555 2alS a5 yxie Pl Joloo i yz dayl s
15 45 59 e alamdle (VF-F) 5 (A-F) slo US3) DF L DE acgorme XRD (slociil avylis
aii Oyl a5 il o DE asgoze 5 a8 by PB4y culSisg s ald s o DF asgaze
51 58 Pbly a0¥ a4y ool 5)lg MAI/MABT (500 DF aigei jo a5 sl Cdlas ol 55 (2165 58
-abse (loy b DE3 aisei Lol G 5l 5 DE asgaze bl (ol @ azgi b ail oo DE asgaze

ilios pomlio Gandyo> aY Glaieds 005 ol aiBs Ve (69

MAI odlo oy Jolomo 50 (5594bge oy g p 2 ¥ Fl (o) ¥-Y-F
Sy 1 cal anigly ool s Jslowe 98 4 oo Lol zuw slaaY coaS asiylay a5 L
Slodiged ;o oy ST .l oo ool PHBry ¢ (Y-F-Y isw) MABr oS 5 g0 £ oYl

DB (sladiges angs g, b 4 (V-F-Y) iow j0 .0l slosl POBr oS 5 5l eolaiwl L DB



, 100
2.5% (o) ]

Absorbance (a.u.)
Transmittance (%)

500 600 700 800 900 560 660 760 860 900

Wavelength (nm) wavelength (nm)

=2 a7
.

Reflectance (%)

DB2
,—§‘_‘-\—

ORI ) B

500 600 700 800 900
wavelength (nm)

mabse oy LDB3 5 DB2 DBl culSug, sloay LulSal (7) iz (©) Hee (&) glaca b (VV-F) S
Ne g0 Y min s 5 a MAL Jolxe 10 (559

51, DB by R) LolSsl g (A) Ciz 5 (T) Hgee slaciubs (VV-F) JSS el ond axsls
6a9absé olos Gal3Hl L 393 oo alimdle oS jshailen ans e oL FO-20+ M o Jsb o5l
(\+ min) DB34 (6 min) DB2 4 (Y min) DB1 4o 5l MAIL Jgl>s ,o Pblo- PbBry slaasy
Dbl el (o - VV=F US) atsl il 5 a5 (Gl -V V-F SE) aily ols e
o3le slaJsSge a5 wilioe MAI Jolo )3 (5y5abge (loj (ulBl cde 4 joe falS 5 i
LSSl 4 g asls Pblo- PBBr g2y coto sboaSid ,o 35i glp SIS Casyd MAL T
S9abge oy o L DBl waad dadiges (pl oo y0 Kloads Jsas MAPDIzBry colSus

V.8



Bl (@ V=T JS8) sl g gee Jlade (i 9 @i Oliee nyeS lls adds ¥
Lralr oy 4 Gl n by Gz ad g 5abse by Sl L osb oo oaalin (rizes
(Ahv)*- hv sl lages (N Y-T) alal, gilhas odiges puiins 5,15 BB aruloe (sl Canl oas
slo Y ()lg BB il e b (g (pl (ot e Dbgn b OAY D) wisd o)
o] Cawday VEOFE [+ Y €V g VVEYE- [+ Y NAYY £+/-+) 55 4, DB3 4 DB2 .DB1
lys Gl lea¥ (o )ls S (riores 5 oMk oS 5 50 e GRIBIL il a5 jshailes
5| St e MAIL Jolona 53 (5 598bsé ey G2al31 b Ylaio! landiges ol 53 cnlpl [A] il
) Pbls slo azscin SLbI laolSilr (5 slody 5 o0l oS5 0)ls MAL (slaJsSIse
GlS 4 e Wilgs o ol 45T el 0als @l MAPDI)Bry oS 5 10 X Llade 3l 5 00,5 Jleil
SLalE L 38lg yo ghle BT polae .all ouls V/FAY eV 4 VAYY eV 5l Y ()l S5
Oloy 2alS L g (il b og mealys 0B by, cnl b oo S5 4 ol [Al e 1500

r°-‘-‘5 (oo uoL'} Lg.bﬁ)lf 6‘)-.’ 1) Y 6)‘3-; w5 MAI J}l?u 5 6)54&’5-":

hv (eV)

Jolze j0 (5,94bse Loy LDB3 g DB2 DBl oSy, slaasy 5,1y BB ot g Sl jloges (VA-F) Ui
Nemin g0 ¥ e 5 4 MAI

K



(@) __ 100
= X
= 34 ~ J
s ﬂ\ g o
(] =
I £ 60-
|+ hud
© h—
A :
e 2 404
o i
< = 204
0 v l.. v T v T v T v
500 600 700 800 900 400 500 600 700 800 900
Wavelength (nm) Wavelength (nm)
12
~ ()
10+
S
o
o
c
T
-t
7}
K
[re=
)
14

500 600 700 800 900
Wavelength (nm)

~abse 4y LDD3 ; DD2 DD1 olSugp sloasy LulSail (7) 3 oz (©) sue (@A) slocal (VA-F) S
Ne g0 Y min . 5 a MAL Jolxe 10 (559

D oolatwl POBr 5l e (iu¥T (gl 5 ladiges (pl j0 030l sw,p DD sladiges aalsl )
Al o PDIIPOBI, Joloo (id 1> e 5 Cas w40 (DB) (LS slodises b badiges o) glas
ools ylis (VA-F) IS 50 baiges opl wlSail g ds gue cinls ((V-F) Jooo 4 048 £92)
GBI L GBSl g S e slacil Dlpek g 398 o0 aba>de a5 jshailes ceul oud
dslme gl 0l ce DB (gladises b alie DC (sladises ;o MAL Jslo ;o (5 9abse ()lej
(Yo -F JS) wi oolial (ADV)? - hy covis ey 5 (VY-F) Sl alal, 5l oasY opl sl S
/oY eV g VIYYY £4/0V8 N /AVFE-/- - Y 55 4 DD3 4 DD2 DD1 slaay sy S5

VIVEY eV DBL:/AYY V) DB slaa¥ L le-aoY ol (s )lgs BB aolio .ol cowsas V/FVA

\RR



(Ahv)2

0 C— 0
14 15 16 1.7 18 19 20 21 2.2
hv (eV)

5 & MAL Jslxe 1o (o 5absé (slale; L DD3 g DD2 DD culSiss y sloas Sl Jloges (V- F) IS
\ M min 9 & ‘Y

ol 6y9abge loy g cdale wlge yog wlive S92 L wao o ylis (DB3:V/#0Y eV 4 DB2:
MAI & jlxs j0 605 518 51 o Jlisle @ oad o)lg & olie (DD) LS sladiges b adiges
DBl wgai 5l oS DD1 wiges 4 oas o)l 0y jlade (g 9abbse ¥ MIN 1 aey aiil co Sglao
Jdo 43 DB1 wiges a3 cd DD digos Jlosa| cuolbes iol38l o a4 sl Sew ol ol o0
) *8) dges 4 Cand (Yoo o 1PM ¥+ 5 ) DD1 wgas 4o PbIo-POBr; &Y &glaie iz > Lol i
Uged 4 Comd DD2 diges )3 0y 3945 O MIN 4y (5)9abse Loy il b uas 4i8)5 5500

Lol 00 & DB2

Lyl o a5 5ol agd POBI oS 5 lawgs pp (2¥T L DD g DB diges dcgomre g0 ¢ idu ol 4o
49 PbBry:Pbly; Jelore 090 Oglaie [S50S5 L Lmu] 4 PbBry:Pbly slaas¥ agys o iz >
G Voo 1pm Cepw b DD dacgammo, 9 4l Vo Soe a4 £oo v 1pm Sy b DB dcgoao

(DD1) DB1 (slaaigas MAPDIBry culSass s a¥ angs glys b Slisagy aglh Yo Sow



485 Ve g0 Y Sds 4 ey 4 MAIL Jsle ,0 Pbl, claa¥ (DD3) DB3 4 (DD2) DB2
30 00l 3,lg MAT 5 cg 905 Loy (ial38l b acgommoe 90,0 o ols lisd gulis .asals jgaboss
DD dgai ;o (55l BB (rizman by oo G205 (5)lg BB cnlplo 5 (iali8l Collws oS 5
eizad s DB2 5 DD2 aigai 59 (5 ls B 5K ail o DB wiges 5l yiaS /) €V lsg0m
G35 Y 3| G 85t os Gl b im0 (oS sl 5005, L DB3 5 DD3 sladises

] 4l Glai> gles DB g DD degocma 90 50 MAL (oS 5 09,9 ¢ 5

S % oy Slad> p090 oy 4w s F-F
ax g b Sl aslsy MAPDXs(X=CI, Br, 1) lKugn sloay 5w 4 (Y-F) Lisu o

P mlS imen g (69abge - i sl eg0 by, 50 adgl slge YL L Bpae

Lol 00l w105 gy ol A eals angd SladY ow) g e 4 dlol jo ¢ i > - i >

MAI JT oslo i cdale 51wy \-F-F

L 25,2 lal>pegs bs, 4 oad agd SA CulSugn slaaiges XRD slasSIl (VV-F) Ss
ol leald aas o Las 1) (V-0-Y idu ;0 ool oolo 7,8 g, 4) MAL Jelowe clale o
FeIVEO XAID-C O/ FO FVAYC YAIFYO YE/BVC N4/29° N F/-2%6Llg; o ond sumliv
YYF) «QFYY) «(¥AIT) ¥V ) YY) oY+ ¥) dONY) () +) (s ysb alan 51 ol a0 FYIFNC
6ol ,o INY] aiab oo bgrye MAPDI (365 k> colSug bsle LSas Jdsa (¥VF) 4
Cial33l b andl aS 558 co oanlin VY/F+ aygly 4o 55 Plo oS 5 4 slate ald  oSol 55, il
L MAL Jsloes 5l o] ags o 45 SAG dges gl Canl ons aruls alb ol ol 5l MAL claks
Slis a5 el Gl 00l oanlie Pbly al coel onts ool (F+ mg/ml) g iy clal

2l (0-F) Jgoz ol ot a5 MAPDIs colSasg bzl 4 PBlp plos Ly i ams e

WY



(110)

—
o
N
N
—

Intensity (a.u.)

_SA3

% SA4
I L I X | L 1 L ] Y I - | D D
10 15 20 25 30 35 40 45 50

20 (deg)

oy 4 MAL slacdale L SA4 4 SA3 SA2 SAL (MAPDI3) culSus  sloasY XRD slacal (YYV-Y) S
Al so Pl oS 5 4 bgy o * codle Feomg/ml Y- N - Y

MAI Gl sboadale oo apd SA by (gly oo avulxs (5,9l syl by (0-F) Jgux

Sl sle el Sly S8
Bgas | als o3ladl S b o3ladl (A) soly Joho o S Cwls (eV)
- (A%
(nm) (nm) a=b c (nm) (nm) (1 meV)
oo AT MY | Yoy aay/af VY8 VY- L
SAl
Vo- FF/A NAS | YISV AFF/04 - YY- NG
SA2
Yo- \fZA4 MAY | AYIYA 19¥/14 - Yq- VOO0
SA3
YA- YA ANy | Vs Veod/oA FIYA fA- VOSY
SA4

L Y ol 0 S jsh Lawgte ojail amd o Lis |, adigas ol XRD cinbs ulows 5 ool

dslie ool 00 03lizasl (Y-1) 5 (V-¥) Sy Lalg, 51 ladiged oyl axly (sl Jolo oo g 4




SAL Y mg/ml (&) MAI Glize slacdale L MAPDI; colSug n sloasY 5ISEM pglas (YY-F) s
SA4: £+ mg/ml SA3:Y- mg/ml SA2:\- mg/ml

Pbly LSl & bgye (il ad jga> SAL aiged ;0 4z 51 amo oo Hlis odel Cavods gl
Sy Sl 19,93 5 6 e sk 5 SRS Gladises 4 Consd diged (nl S 958 oe onmlin
JSs 0 a5 Wl cud baiged sled sl g mhaw 5l FESEM jyglas dadige (s55099,90 (b 3)
bug bay ) mdaw wad oo cdlin LSS (pl jo a5 jshiles .Col cadosloylis (YY-Y)
SA3 § SA2 SAL slaaiges ;o .ol 00l 0aligy otz pd sladils 51 519 L,....M., &8
laiges plo b awslae ;0 SAL diges jo ladils ojlail .ol co SAd diges 3| Jaius p ganails oyl
Lol yip, bdisges plu I SAZ2 diges jo badils lawgie ojlail . abl o Jaius, g ol
Sade 5l laasls ojlasl Y mg/ml 5l i & MAL clale 2o1381 L aS” 09 o oo 3 glad duns i

oualS SA4 3 SA3 SA2 sladiges sl YA NM 5 YA+ N0+ a4 SAL 6ges 5l £ o NM dg0>

VYo



25.08kV X15.8K 2.880sm

Y mg/ml (G) MAI calizes slacdale L MAPDL; colSugp sloasy oo ,e ahaio 51 SEM jyolas (YF-F) S5
SA4: f+- mg/ml SA3:Y+ mg/ml SA2:\+ mg/ml SAIl:
g ald o3l 4 i Wlgh oo MAD Ciiline clale G oS wino oo lid gl (pl gy b oo
rgas—ay oad axs slaaY ;o leop o (Swgmee 99d S (Sjok cnlpli 5 25,5 Sk
" lgtl el et paeilSe 4ot Glgse 1, ¥ ME/MI cdale L MAL Joloe 5l onds ans &Y
WY by b bepie Gtusn ped 4 e e BT ek el Gl ol
Al 5 i 5SS pl 5l bl S Jleis! oSl oy peslSe cpl yo [NV Flogs
Golb 5l oplpln g andls Sz glads 51 jiaS glads a5 o0jailsm 05U slaains |V cul 35,5
cdale Sl S0 o 5l sy00 m 5l S gloates LSS S 4 310,55 5 (5558
(Slstind Sl Ot S95 A > g &l 2l S ST (65, el (Soa MAI

Slotiged) 358 5SS slal b e sloain LSS 4 prte ilyiise oty (] i il

! Ostwald ripening
? Gibss free energy



13 00gs 5 Jled o i  Siwgmpd dl,8 oy oo, 4 SAL wiges ;o 4 ,o (SA4 4 SA2

éb—aﬁ )1 SEM ﬁﬁl.@ c(YY‘—\C) J.i.u 3 w0l J.._i.u 4;5! U"‘ c.'a,m O LS)"‘j))" le.bdd‘b

38 sdwliiwods Culhs polie .ol oo oold

owlBl eze BB jeba MAL clale ool

olis byl cubrs aulxe sl aY oy

lg LMAI Colbus ol 00l u»)bf (O—\C) Jj»).?

FA- M Culs (i 6llo SA4 Y 5 (VWVe M) Cules o paS l)ls SAL 4Y aslasl

2
a
Q
=
e
o

'ﬁ ’ ",’Jl //l:/
/ " o ,1[;
$h VAN A 1

y 'g ‘\’ 2

P AL '/,’”
Ll ,d; i

Yl WL . 'l

’ o ‘!ﬂ ,’,,"/’,1

5oy Wil r

2
(=]
=

E

3
o
N
o

Ra: 3103 nm 2 Rp:213.4nm
Rq: 1116 nm Height Profile Rv:-246.7nm
(o)
nm
5000
3000
100.0:
T T T
0.00 200 400 pm
Ra: 161.0nm - Rp: 1514 nm
Rq: 6028 nm Height Profile Rv:-110.6nm ( )
i 9
3000
2000
1000
T T T
0.00 200 400 pm

S mhaw 5l g5 blgy (5) (o) 3 sm 98 (9) 9 (g) «sdmam (@) 9 (W) AFM p5las (YF-T) U
MAI Jsloo (SA4) 5L 5 (SAL) o5 cdilé L MAPDI;coSKens

ARRY



loads sols las (YF-F) S 0 SA4 5 SAL Gladiges samaw 5 30 AFM jglas aiil oo
oS MAL clale sl oo as Colugp sloasy o maw o J15 sleald jgas (pglas oyl
iy MAL Clale b ages a5 oo Lis ladiges grlaws (5 15 By S oo 0l 1, (SAL aiged)

(0-F Jguz) atloe s 5008 whaw s 25 1l

M zoedob o LAY jee b (ullugny S56 oY )8 GlaShy owyn ssbie @
50 &S jehailen .ol o sols ylas (YO-F) IS jo ol mls a5 wols g ,uSejlail Foemt Yo
S s Oyt LIS o iay SAG 5 SA2 cladigas el onds ool lis (Gl -YO-F) S
SAAISA2 diges dnSTdiin youe 0il- o 00l (6 S0l oo Job 0 S 0 jeus i
alaxde a5 jghailan .0l SAL digei b aunlin 10 diged cpl s ypiaS Cwlbes 4 bgspe Llgs o
ax 5 el a8l )8l Od> g ielS e SA4 4 SAZ dises )l Culs oIl L oogd e
5l eS 1 e lode «(O-F Jgaz) o lo |, Cales o ieS adiges plo b awslio ,o SAL diges
oz 5 6,500 BYs a4 Sl Sow a5 w3l o SA4 wiges 3| yiies s SA3 5 SA2 slaaiges
esedob s iz 110] wtly bgppo (W1 -VF-F US2) mlas (525 5 ST5l59590 <alls o3l
Glke jgax o a5 0gd e cslive 3 Phly S 5 a4 bgyje Ol Al Wbe oM S0
Gipl b (0) Cdz oo Olss (0 -Y0-F) S el collug sl 4 oais aus Pblp
alyo polie ol a8y a5 jshilen a2 o lis |y Collugy 3L sloasy (sl (695,8 (5598
Jade ¥ ox VT em® laieil 5L Ggiss slacsil o iz e pd ool ol e brdiged i
395800 4 Ytz 45 wil o ©iz i pd Gl Gyt s SAL diged 008 oo Stuy
b by siias 6)ly B8 1N N10Jail o bgye baiges plo b awslic ,o byl mlaw
Joaz )0 oads dwle 5 lg BB polde (Y4-F So) ol acwle (VYY) Sgib alasl,y 51 oolaul

NOF+ i i 4 SA4 5 SA3 SA2 SAL cladises (5,lsi B olie ol ooy cud (O-F)



100

4x10°
80 -

3x10°
60 - /

2x10°

o (cm_l)

40

Transmittance (%)

1x10° 4
20 -

T T T L} T
500 600 700 800 900 1000
Wavelength (nm)

5 ) ) ) )
400 500 600 700 800 900 1000

Wavelength (nm)
MAT Galises slacdalé 5l oas ags MAPDL; oSy slodsY jsc 5 i oo po (YO-F) JSio

14

-
N
A 1 A

(ochv)2 x 1013 (cm'2 eV2)

T T T
140 145 150 155 1.60 1.65 1.70 1.75 1.80
hv (eV)

dslee gl MAL alizes glacdalé 5l oas ags MAPDI; colSiugp slaas¥ Soil slo s (Y9-F) S5
SA4 SA3 SA2 SAl sladisges 5,y S

INV] sz o) K0 Lawgs oads (5155 polie b alive a5 ailb oo VOPY BV 5 V/00D () /054

3 NAh A (S - L5 glad> 00 (ig) 4 MAPDIS oSy slaasY iz cnl o
U9, 4 Pbly 4Y (o, o Femg/ml o Yo e Y Gilises glaclale L MAL Joloe SA acgaze

Srdiges plo b awlie o VY mg/ml clale L SAL wgad olo olid pls ol slasay oo >



Pbl, cuS 55 50 MAI Jolxo 6,135 )b ylojcode pdl oy Y-F-F
X axsl (il slag b wad ags (F-0-F) (idu ,0 odd olog s e, Gub acgee ol
S iy a4 MAL Jsla 6,138, ybo; L SB5 4 SB4 SB3 SB2 SB1 sladiges sly oniices
sleals SB sladiges XRD (slagsl o, ol ool (YV-F) JS& 07+ 54 Fe s ¥ s.¥e s
GQVAF) «FYF) YY) «(7FYY) «(FY o) «(FY ) «(Y-V) (VYY) OVY) (VY e) Slras 5l il
9 oy 4 MAPbl; e, 565 ,ks bsle LSies a4 bee (YY9) 4 (F-F)

FYNOCF/OFC FAIBC X/« - CX VAL YAIFFC YF/B-° YT/ N/ PN ° Ll

Pbl; coS 5 LS5 4 glaie a8 VY/8 ayl; ;0 SB sladiges ;o .aloais ,alls OY/VVC B«/VY®

= _ * Pbl,
* = < =
8§88 © 5 5 g5 =~
” c 88 ' Vl 5 S8 5 S 8 SEE
— % ‘LA —
3
&
> A . SB4
3 A A A SB3
£ I
A LA o . SB2
_AL —— A ___SB1
N I N ! I I '
10 20 30 40 50 60

20 (deg)

Jsle 6,351 le; L SB5 5 SB4 SB3 SB2 SB1 (MAPbI3) ylSs s (sloasy XRD Cils (YY-F) IS
.Pblz 4.13( ‘55)).!?’ S sf’ S s\”‘ S sY’ S [ S WJJQMAI

VY.



6 10
=] =ER s{ sB2 .
;‘o- 4 / Flé 41 ﬂlé
% ° ° 53 9 M s é
o 29 § 21 §
— =% —
y=0.00119x+0.00247 1] y=0.00165x+0.00189| = . y=0.00198x+0.00349
:* i g ' Y 0 y y v v T v v v
L 1-.2 16 20 06 08 10 12 YRR 15 18
Fusindty 4sin(0) 4 sin(0)
% 44 €4.
s s
§ 24 § 24
= y=0.00133x+0.00205 = y=0.00178x+0.00181
0 T T T T 0 T T T T
04 08 12 16 20 04 08 12 16 20
4 sin(0) 4sin(6)

SB5 5 SB4 SB3 SB2 .SBL (MAPbI3) culSass s slaasy slys Jlo — ysmmslilis (sl sgas (TA-F) S

slosle; 40 oo 4y SB slaasY (5,lg B 9 SEMc XRD 5JUT 5l ool sy slo ol )b (P-F) Jga
MAI Glizeo (5,135,

oley Do &yl B8 als o3l S by o5l B A sl il Jsbw pz>
e S 3
Kiges @&y | (nm) (nm) A)
R
s (xv- )
() V) = c
SB1 V/Fay ya. TPINY V/AA NAYD YYIVYA V- PIfRY
SB2 Y- NN Foo AR Vg MNAFY \YI#FY ARAFAR
SB3 Y- \/0FY Yo 2014 AR ANADY \YIFFA ARATARDY
SB4 Y. VIOOF 10 AANAF VIYA ANADY \Y/EEN ARAPANANE
SB5 7. V/OOA Yo YAIOY AR ANAFQ \Y/I#FDN a9af/vof

ymg/ml clale L MAL Joloo 5l oads angs (sbodises adS 10 as co Lis a5 0gd oo cdaline 3

Sl 4 Phly plas 55 iz anl ) G MAL Jslre 651381 ol al3él b o

YY)



SBl wiges g co oddlice (YV-F) IS5 j0 a5 jshilen 0gd cos o MAPDI3 culSug
3B lead @ s PPl ald s ol cp i lilo (MAL 6,138,600 ley yads diged)
Jsle SIL lp (BB Ceop 232 5l G axilir nlple w8los MAPDIS ol
3985 Pblz 4¥ jo SIS o3lail & MAL JT sole (sloJsSge cagis sols Phlz a4¥ g0 4 MAI
WY @ baye Giln gleald alply wsdoes hod MAPDI3 colSusy S5 4 g 00,5
SFS 3 p ommd D LIS VY/EC wygly o Pbly 4 slate 4l § 009 cins jlews SBL ol y
5 o0 axlS Phly als ool 51 (SB2 a¥) Y+ 5 4y MAI Jglowo (38,6 ole (al33l b .oisly oo
L Pbly ald s o L2alS .l oo il 33l MAPDI3 cylSug s 4 lee sloald s oo
e i e a5 wal cedly cpl 5l (S cwl S 186 oley 2
b (SB2 wiged) 4l Yo 3 6 138, oley Ll bV YAl el oo Jios MAPDI3 colSius
ol b S 00,8 ad canline Phlp ald i Sals jo Jlaiz a5 (SB4 wiges) 4l ¥
L Yool ool oads 03558 Pl ald s ool 5 Toasme (SB5 &iged) £+ 8 4 cuilil ol
S,ls Joloe 4 Zagh, Sl g dam jglome jo PDla 4Y (59, » MAL Jslore (525 )18 cae il 38l
a2 oo L SBY aigei 4y 3laie XRD cads .l 00y ,5 Jled CulSig a5 (jiaSTly g 0als
GoN8 ColSugp Y 4 Bl sboald s Sol 5l g ools F) (5ysk alie Sl jo jeb o
G555 -F) Jsaz 4o SB slaaiges XRD ik 5JUT 5l 2 piee sl il ol ooy als
~a¥ o 55,5 5 S sl Lagie o5l (V-F alal)) o — sl s abasl, 51 ool b el oo
&l el oals 0ols )Lii SB sladiges o — ygmnslils Jloges (YA-F) S jo ol awlows o
(NN V) eysl Slmio 5l Uil slvald 5l SBL wiges b - ypmnllss (6l ogas sy
Slp g (FY) (YY) (Y- V) «(V ) +) sloald 51 SB2 aiges slp o(YY#) 5 (YYY) «(YY+) (V- Y)
50 SBY diges glp puimen g (F2F) 9 (YY) «(V-V) (V) +) sleald 5| SB4 4 SB3 (sladiges
U5, el oad oolitul (YY) 5 (FYY) ((YY+) «(Y+Y) (YY) (OVe) ol (cloald

YYY



5henlnly 5 cote adiged poled (sl Jlo -~ gmalily slasizmie 5l onal Condty 568y S
a4 bgrye (59%ug 5o (15 5 S job lawgie o3l (gl eael Cosody polie .l 285 gy
sldsle p> 5 a0l o el avals sl el ol 155 (F-F) Joaz o 5 leaiges
=l ol sl solaiwl (Y-V) 565 )l Slran alolds 5 (V-V) Sy Lalg, 5l beaiges ol axlg
G i,k 5l 500 sladiges 4 Cawd SBA 5 SB2 sladiges sad oo Hlis edel cawsa
9 oS Sl LS5l bawgie ojlail SBL aiged) ctlil ploj (g aiges ;o 5 005 10,55 5
SIMAL Jgloee clil ploy 2l L il oo lodigad plo 5l i lie 4 (98 S (25,5
Sial38l L Toazes o oads aulS locS sly Lawsie ojlal 5l (SB3aiged) ¥+ S 4y (SB2 wiged) Y+ S

b oo il S oy awgine olail (SB4 wiges) T 8 4y el )l

JS8 50 5 0ol Eud badiges ooleS (sl FESEM gl dadiges (cwliticdn; (ow)p jskite 4
L a)e b Ol g oo ooalice b JSE cpl jo a5 jshilen .coul sadoslsslas (YA-F)
SB2 wges 5l e 4 bdaiged jo I3 e S ailesls il |y by pl v S 16SS
5 Wlowd LS5 (6 i O3 mens 3 5 09 (1A olS SB2 wiges ;5 baasls ol ouSe Ly i
Cond SB4 g SB2 sladiges .0)ls badiges plo a4y Cond (C30) (5SS Sz p la-ails mlaw
Oley e b SBA diges jo baasly (655 aiil oo (655,50 ails lawsis o3lasl sl 1o bbaiges plo a
2 3 JB SBL o)Ak loj sy iges gl o el iy b wigei plo 5l Fes Sl
MAIL la J9Sdgo aSil Judoas diges cnl )0 iged Gl 3o s o0 Sl 4 398 oo oamlive (6t
g 1 S 5 6l oS Ayl sbaaiam slaws 13 wilarslas Pbly ayY s 35i5 gl S oo b
- oo 4la>de FESEM gl aglio b il o SorsS baails dawsgio oIl 5 ol a28,5 IS0
o3l (SB3 diges) Y S 4y (SB24iges) Vo5 5| MAL Joloee (6 I35 )L yloy iol38l b aS™ 04
3 el S aSo! fpews el 4Bl 2alS YO NM a4 £0 o MM dg0> Jlado 5l leaslS lawgie

ol Fr S ay e S 5l 5L ooy Gialdl b ilons Jous ooxSo L, IS5 &y glassls” el

\YY



T A
o

A
X 3

SR
hor=

K PR

VY&



ce v 9
. ‘
& . piak -
~

& o S A 0

Salie 6,105 slole; L MAPDI; cloasY (g5, 510 HM (1) 5 ) M (1) Luliie L SEM ysluas (YA-¥) S
(SB5)# 5 (o) 5 (SBA)¥+ 5 () (SB3)Y+ s (z) (SB2)Y- s (=) (SB1)- s (Lll) MAI

Lwgie o3l #05 a loy 2aldl L Toosme o aibly zali3l (SB4 wigel) £10 NM sga> 4y ails
O 3 Y S (g 9abee yloy L SB2 diged .l aidl, ralS (SB5 wges) YO NM sgu> a4 badils
GO ,L cawlin (yloy e 4 wies oo L LS (pl all oo g Sblo maw lls aiges sl
o Slp ad asles aY (5slsdyse jo glalade BB ks 4y y2eie Pl 4Y (55, ,» MAI
SrSejlasl oo enm >g0sb o5l jo oyl Ld> g j5ee slacads SB slaaY 5,5 ols>
Syl ojlasl b aiges) SBL diges a5 w20 oo plid jee ol anglas (Yo-F JS0) wal
30 53 Olime el 10595 5 (g5 e 5l badiged ple dy Cond (i 58 9 B 5 5SS
o ode lacil pogas 53 Cusl olaSe Lo oud (655 o5l (2 ga sl ojl 50 bdiges nlu
POl oS5 4 bgsye iz ald B+ MM sg0> zoeJsb 0 .conl 1S wgSan jgbas &g, (]
Callwgn JLsle @ oais ha Phlo g ladke jam s a5 05800 caliv 2909 4 5
J3a 5 (YV=F) SBL 4¥ XRD (il b 5855 ;5 yol sl Cansl 355 SBL digas o 4l o] e
MAPDI3 culSwgp jtisbe (ily boald b awslic jo axgs b s ool L pbly (31, ald

RN
s {(FV=F US8) W0 ey (AV)P- hy 6l 003 dadiges puiins (5,195 B dnlns (sl

\Yo



Absorbance (a.u.)

50+ (&) -
s 7’
< 40- 7
3 | Y
5 |
E 30' /
- /
(72} .
5 2 @
(= 1 o5

10+ P

2
v T v T v T T v 0 - T "- T T v T v
400 500 600 700 800 900 400 500 600 700 800 900

Wavelength (nm) Wavelength (nm)

L, SB5  SB4 SB3 .SB2 SB1 (MAPbI5) culSus s oy wia () 5 y3me () glacinls (¥+-¥F) S
Aih gy 1508 FrS XSS e S i 4 MAL Jsle o,l38,L ol

(Ahv)?

0
.
.
.
.
.
.
.
.
.
.
o
.
.
e

145 150 155 160 1.65 1.70
hv (eV)

Sy MAL Calizes (6,135, sl Lo 5l oo ags MAPDI; colSugp sloas¥ S5l sla e (YYV-F) S
SB5 4 SB4 SB3 SB2 SBI sladiges 5)lg B awlome glps caiicis 0¥ 5

S polie ol dcwlxe LAY g)le BB (55, oie b gonwe opl b Cwend SlLiep b

SB5 4 SB4 SB3 SB2 claay (o)ly B ol o 515 -F) sz o ¥ s

A 035 Cwess V/FAY BV sgu> SBL 4 g lg B 5 V/OF+ eV sgam o g olSy Lo

Gos 15 ealBl bl jeim 4y Coul (Sas SBL aigei ,5 (V+ MEV s50>) (5,155 BIE zals

Gl Azl )0 5 wdxr ad e B alrale Sl S wll bgpe 8B Ly il Jle slaad s

Yy



sl 613556 Loy L SB4 5 SB2 sladiges was co (Lis @l (nl (o p 09do0 )l S

S Fmslin 28 (gondys> Joho QO 4 lgiea 0,8 ol Fro5 5 Ve o5 4 MAL

Y glgeas Y mg/ml clale L MAL Jolo 51 oals ags SAL wigad «(V\-F-F) Lisu o tdzas
Jeloee iz > 9 (6,005 )L 5l eolainl b SB acgasme ¢ jidu opl jo I ol Byre dig o>
Foog¥e ¥ Ve o Galite 6,J05,0 slagley Lo Pl 40Y (55, » V mg/ml clale L MAI
Slediges plo b awslae ;o adl Fo o 08,1 Loy L SB4 diges olo ylid zull .adouds ays asl

Aol oo ol ol s> Jokow O3l @Y laeds solatwl gl yidu pl )0 odd cw)y

Colwgm A (Sal g gilislw (plgs 59y ey plojoow jwili (owyp Y-F-F
MAPDI;

Clale b MAL Jslo 5l ons ags culSassyy sloaigos (V-F-F) iz 5l Jol> mls 4 azgi b
Glaiges plo (5l (gardyos Jsko Q3lz 4 (lsisay ooliul ol vV mg/ml 5 ¥+ mg/ml
Do 3l 51 ol gl gy & Ceand (nl 53 nlpls g (5 CoiS Sl oud inlesl
5loads ags MAPDI3 colSug sy  Siol g g lisle ole> V- :°C sleo 5SSy ole;
oals ai>loy (SD sladises) Y Mg/ml 5 (SC slaaises) T+ mg/ml slaclale L MAIL Joloxe

il glacdale L MAL Jslmo 5l ol args MAPDI; slaayY Slaseis (V-F) Jsir

(Min) ey ol AT R O R VAT A T R K AT

dged b SC1| SC2 | SC3 | SD1 | SD2 | SD3

(mg/ml) MAI clle | Y \ Y f-. f-. f-.

YV



(Y mg/ml cdale L MAI Jolxo) MAPDI3 a0 cory ylojooone (owypw \-YV-F-F

Ohgy A (Y-0-F) Lisu )0 odd osls g8 by, Gub SC3 3 SC2 SCL Ky p (slodiges
sloald ams o olis 1) a¥ ol XRD slagSIl (FY-F) IS o ags 285 ,2 (slal> 050
YO/ OXNVALC YAFSC YE/B-CXYIOVC N/ AVFNNVO6llys ,o oad samliv ilp
QYY) OV 0) ook Ol 31 3l 4 bg e OY/B° 5 0+/YYOFY/VOOF- /05 XA ©
oy LLSle (YYF) 5 (F2F) ((F1E) «(FYE) (YY) «(FIY) «(¥)+) «(FY-) (Y2 ¥) (Y1)
oS 5 slaie Ll Al G adiges ol XRD 66l o INVY] szl oo MAPDIg 565 lo>
Bgas 10 dgd oo oadlive (YY-F) IS ;0 a5 jshilen 048 0 cowlice jud \Y/£.© a4l; ,0 Pbly
Hlaie w20 co lis a4 el 039y yiion 55 (VYY) ald) colSug x| ald 51 PbIp ald wuis SC1
Oley sial8l bcwl saile 8L PDl2 Y jo 5 onid Jod colugpm oS 5 4 Pblz 5l g0l

A g oad alwls ald ol s a5 (SC2a5405) 4ol + 4y (SCL wigel) aido O 5l oy

Intensity (a.u.)
*

v | M I v L) & I v L) v L) v I
10 15 20 25 30 35 40 45 50 55
20 (deg)
B iy Dgliie cou sla e L SC3 SC2 SC1 (MAPDIg) culSiws s slaas¥ XRD il (YY-F) JSio

FTO (5, » MAI Jol=o ¥ mg/ml clale 5 YO Min o)+

YYA



SC3 ¢ _ sc2 . . | sc1 .
,.;‘,“ [ ] 7 f"’ ~
sl —— &4 .| 24
X P . T [ ]
& . ‘'l & o * ) *
7 @ @
9 21 8 2 S 24
a y=0.00074x+0.00290 [ = y=0.00126x+0.00237 | = y=0.00116x+0.00240

v — T r 0l— v . . . 0L— ' . . .
06 09 12 15 18 241 06 09 12 15 1.8 21 06 09 12 15 1.8 2.1
4sin() 4sin(0) 4sin(6)

SC3 .SC2 SC1 (MAPbI3) cylSss s sboas¥ Jlo - ymalilys slol3g0s (VF-F) S

MAI Jsloe ¥ mg/ml calé L SC sloay¥ (sl B g XRD 56T 51 ookl ey (slo el )by (A-F) Jsor

o)ly S8 ESNINIRY St sl el b
oS )5 o5l oS s oz
Aiges (eV) (Dsny s A) >y
(nm) (x Ve ) 3
(£-1++1) (nm) a=b c (A%)
\IOFY fY/of FYI- 4 & NASA | AYIFEY | aafror
SC1
sc2 \[ovs FY/FY FYIAf \IY# NASY | AYIEEY | aayrTa
sC3 VYA Fr/aa 0O/0Y <Y NADA | VYISO | aar/veY

abos Gl bl ool has MAPDIs collugp jtsle 4 Phly 5l 6 iy Jlade duwy oo
059331 Phly als s oo 3 Touze (SC3 aiged) 4ids VO 4 (SC2 wiged)aids Vo 3l Cou
obes e ialial b Yles! des a4y MAPDI3 culSns oS 5 Gl 44 azgs b .ol o0
ol I MAL g ol a5 o 054y ol JoSis MAPDIE colSug  o(adds Ve 5l i) cox
5l ol gls A-F) Jgax jo Iy Valewil onile 3L oS5 4o i Pblo g osds )15 oS5
—oseabili Joges (FY-F) S o ceul oad L3155 baaigas ol (s tle sla ol b aculocs
Sogk Al )0 (@9%wg S )5 Geize 9 S ol ojlwil anale sl SCsladiges I
VYV 2) ysb Slas 1 il slaald 5l o yloges ol oy (8l Gl 0ol ool ylid oSy

5ol Cewddy o9Swg Sue (3,5 el oo eolatwl (F2F) o (FVF) (YY) «(YY+) (V+Y)

yya



G55 a5 el Cobly (] LA oS Gl Cudie igad dw 2 sl Slogenlily slo Smis
55 g S 5l lawgie o3l (glp sanl Cawsas polie ol LiiS g9 bdiges cpl yo Jol>
oley e Gl bl oad (3155 (A-F) Jguzr j0 ladised & bgpe 095wy See (155
M ,lade & SC1 &gas lp £V NM ok 5l LS ol Jawgie ojlail dads Ve a4 O 5l iy
&lyp OOIAY MM jlade 4 4280 VO U cou ylo) ol Bl b e 9 20381 SC2 aiges ol #V/QY

Sl a8l molS SC3 digas

Sy e Oeles ddy ) 0l ool AFM jy5las ool 51 SC sleasY sk (625 (o2 Sl
8 dles PrOSCan léle 5 s AFM sl 5l ool b Opm X dum slel s (RMS) zbaws
oo Ol b cal salesls Hlas (YF-F) IS o ¥ mhw SIAFM gamans 5 90 yglas
e § OC2 dges gl p 0770 NM & SCL Ggos 5l FY/IAZ M 5l laasY RMS lads slo L

w05 oy ley il Bl L S jebay pl by conl andl 11531 SC3 daiges g1, 0F/2) NM

ool a8l yioli8l laasy
2 ke Qi g e slacib SD colSwy n 5B slaaY 69 o SRy oy sokie
el 0als soly ol (YO-F) S o QT b &S ol g,Soslasl Feeqee MM zg0 Jobo
a8 Vo 4 SCL wigad) O 5l cou loy Hil8l L weds oo canlie o IS ol jo a5 jghiles
el a8l o158l Gas e g RS jaue e 0dls (6 S 03Il 290 ok 00gas yo (SC2)
S8 ygue e SC2 diged b auglin o (SC3digad) addo VO 4 o loj Liol38 b s
25 Olie (2 eST l)1s SC2 diged ds (pl (m jo el adly ol (oS Dl Oliee 5 Sl
(Pblz Ciz o SGo3) 000 Ml iaS slagge Job jo albice wdo Gl (s
SC2 wiges 4 bogrye «odz (liae nyeS 5 SC3 digas & by Cdx olime cn i [1Y-]

ol il SC2 wiges yo ) (zals § SC3 digas ;o Phly oS 5 5938 ,Slis wilgi- o a5 il oo

VY



(92.166) x:1.80 um y:3242}

0.10 pm/Div

0.10 pm/Div

pmfdiv A o 5 ’
022 ' ) ' 0 prn/liv

L MAPBL; colSwspn sloay mhw 55 hlgn (F) 5 Gamgo (V) 9 gomaw (V) AFM pglas (YF-Y) S

clale L MAT Jaloo 5l 00y ags (SC1)VO min (z) ¢ )+ min (SC2)(w) (SC1) & min (W) coy by Gow
Ymg/ml

4>l yo e b (pw)p aSlige aigas Gl GoNl (o 5l ol b b @85 0 aees
s SC2 diges Ceomw 43 SCL Wigas 10 cand 10,8 ool SO SSLL VAL M sg0> 790 Jsb

AR



Absorbance

30

3.04ueereten e
G 25
2.5 =
o 20-
e
2.0 4
£ 154
£
1.5 g
: S 104
[
1.0 1 54
0.5 v T v T T T T T v 0 T T T T T T T v
400 500 600 700 800 900 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

mg/ml clale L SC3 5 SC2 SC1 (MAPDI3) colSug s sy iz (©) 5 e (W) slacads (YO-F) S
AAmin g Ve min b mMin oy ey MAL Jole ¥

(Ahv)2

| I—— R ——
140 145 150 1.55 1.60 1.65 1.70 1.75 1.80
hv (eV)

Y 55 69y, MAIL Gz slacdale 5l o ags MAPDI; colSug n slaasy Sgil slo piowe (YF-F) S
SC3 4 SC2 SCI1 sladisges 5,lg BB aulws gl i

Lo oo plis 1) Lay (g )les B awlxe sl SC slaa¥ Sl gowe (Y£-F) S0 ol
el Cawdds SC slaas¥ (g)lg B (VV-Y) adal, 5l eoliiwl ¢ loges cpl dad Caond o5l
eV jlade 5l Sy lade a4 6)lg BB laY cou jloy (il L oas o lis sdwl s 4y gl

Sl a8l mals SC3 4 SC2 sladiges sl VOYA V 4 V/OYF 4 SC1 diges 5l V/-OFY

Y'Y



clos 5 Eiy oy i b g V MMl clile b MAPDIs oSy, claasy SC asgaze ,
FoSis l5ae (SC2 wiged) addo Vo U Cony yloy Sl b ools lis mwls asals ags V- +°C
Bgod uizped oo S (S5 Ol 4 G)lg BB 5 cul sl il colSug n oS S
lple Bloo @iz Glime oy (rlplo 9 h5ee Oliee (258 SIS Wadges (nl o 45 SC2
mcwlin Q3 Y S50 Algel 90 A Cond 4830 V0 Sy Gl Do b digad ol di, o i 4

RO P

chle L MAI Jelxo )l subagys MAPDI; Y ey lojooe owyp Y-Y-F-F

f+mg/mi
-al> 1090 ghg, 4y ous dgs SD3 g SD2 SD1 oSy sladiges XRD (slasSIl (YV-¥) IS
sdmlie il sloald e o plas | (Y-0-Y) Lisw ;0 oal ools 7,3 by, Gub 5 > (Sl
s (YY) «(YYE) (YY) o(FV ) «(FY ) «(Y-Y) (VYY) ONY) VYV 2) (5y5k Slan 5l ous
XRD (531 0 1NV arsbo MAPDIs a8 Loz colSngp jlisle JuSis & bysye (F+F)
sanlice 55 VV/F+ 2 aygly o Phly oS 5 a0 laie cins jolyy a8 G SD3 4 SD1 sladiges
39 el 00l B u,m ag85 Ve Cou gl Dok ;0 a4 SD2 diges jo ald il 09l oo
ods oyl leas¥ XRD (66Xl 5l oolaiwl b oo dewle g izl slayial b (VV-F) Jgux
ook St wxly Sl lrade 51 Al gsSns San 5,5 5 Sl Liusie ojlal
B dwlre o~ ygmslily slaloges 5l solatul b (25,5 ) o) wole > 4 cas
(YY) cONVY) OV 2) gysh Slxas 51 il slaald 5l b logad ol ooy gl (YA-F JS3)
S 15,8 Sl ol Cawdds (o9Sg S LidyS Cadte polie .o solatwl (YY) ¢ (Y+Y)

Sy Ll 5l baiges ol axly clo sk pz g a5 sl ol b arloee gl ol ray¥ o

VY'Y



(110)
H*
|
-
o

(220)

(202)

L (112)
(211)

'

Intensity (a.u.)

10 15 20 25 30 35 40 45 50 55
20 (deg)

B sy 4 Sglate iy slale; LSD3 SD2 SD1 (MAPDI3) colSwgp sloasY XRD ol (YV-Y) S
FTO 9, p» MAI Jsl=e ¥+ mg/ml clale 4 Y0 min 4) -

EN
H
»

SD3
°

|

SD2 SD1

==

w
o

o

w

v

Bcos(6) (x10-3)

-
L

B cos(0) (*10 3)
.d N

B cos(6) (*1073)
N

=
2

y=0.00064x+ 0.00218

y=0.00035x+0.00241 y=0.00065x+0.00220

o

04 06 08 1.0 12 14 06 08 10 12 1.4 0.4 06 08 1.0 1.2
4sin(0) 4sin(9) 4sin(0)

SD3 4SD2 SD1 (MAPbls) culSss s sloas¥ o - ygmnslilys sl log0s (FA-¥) S5

AR cad 7y Aged dw (pl A b el o ladasde B s Cou gles ol L oaies
Liugie oll Ve min 4 & Min 5l cou glos ol b aws o lis S ,els ojlail anslio

Al oo G2l 0 MIN a4 oo Liul330 b Toasee 5 axil alS oS sl

\Ye



S5 B izad 5 XRD 56T oaal oy 051y sl o 5 45 sl 5elly o5 5k o3ladl (1) Jpor
MAI Jsl=o ¥+ mg/ml cdale L SD glaasy

lgs B S Ry g Sl gl el b
Soly BYURSS S yely o3l s o (S ol Jsbos o>
QAAJ
el (eV) Dsn Dwen i (A) =l
(x1-7) ,
(&-1-+1) (nm) (nm) a=h c (A%)
VIOAY OFAY vrNa 50 NABY [ \Y/E8Y | aave e
SD1
\IOAY OAIDS SSIA) <Y NADY | VY/SVE | aay/rry
SD2
D3 V/OAY VYD YYIAS - 5¥ NABY [ \Y/E8Y | aave e

JSo 50 0l el byl mhaw I FESEM s glas ladiges [Lilu j (somails ogms cw)p jekaie 4
sloo iul8l bools las polas (pl cwyp Cawl 0als ools ylis FESEM  jlas ol (Y4-Y)
lasls JSCi (SD3 wges ) YO MIN juews 9 (SD2 aiges) Y+ MiN a5 (SD1 aiges) & MiN 3l coxy
0955 I3y olej Gl (5 jebar wload ST laagY 5 atugpads oalsjpe g 00,5 s
03ld 533 sty M jsboas ) Y 5 s (59, Lol o515 rizmen g baails USG5 gamall

zoedsb 0o LaY jee b SD collagn S3U sboaY 6o sl Shy on ook @
ol 0ol ools lis (F--F) IS j0 9 bag puSoslail pl bl .asals (6 8ol yiogilh Fov-qe -
81 spelie Sl [, 00l (55 ol o gam Jsbo o3l o diged s o L g jsee slachib
a5 S yiso SB A Gl ply e YA M 500 zse Job j3 i ad o Glls aiged 4w y2
-Jsb 55 iz gladib Swl s ol atsla bayY (Sl (L8, 50 6,8l coy by e
Dges dw 3l SO 2 40 09290 Phlp cldale s Jdoas cul S B0 Ml S slazse
s oo ol LY XRD o5l 6,5 03ll 51 Jols gl v,y ol ool ags olSwgp
3 Zewl SD2 digas 3l yiin SD3 9 SD1 sledigas ,o Phly oS 5 4y bgypo (gloald s ool

\Yo




(SD1) & Min (C)(ill) Sslie ciy slolej b oois ags MAPDI3 slaayy pelaws 51 SEM bt (¥3-¥) S
(

Conly Cows) O HM g (G Seows) V UM (sla wlide ;o (SD3) VA Min (5) «(o) 4 (SD2)) + min (3)«(z)

SDI wiged 5l yiivy iged 99 (ol sl B0 MM I a8 slazseJob )3 ©a Olie 5 bxi]

Al



60

504 L ..
40

304

Absorbance
Transmittance (%)

20

104

500 600 700 800 900 400 500 600 700 800 900
Wavelength (nm) Wavelength (nm)

Sy sloyle; LSD3 SD2 SD1 (MAPDIS) culSus s slaasy iz (o) 5 50 (@) slocads (F--F) S
MAI Joloxo o mg/ml clale VO Min Ve min b mMin Cos 5 4y Sglaie

> 1
>
o o=
=
;| (———————— ———
140 145 150 155 160 165 1.70 1.75 1.80

hv (eV)

SD3 §SD2 SDI (sladigas MAPDI; ylSusg s sloasY Ssil sl oo (FV-F) S

5o abg e sle loged ol oolatul (VY-V) Sl akal) 5l ¥ (5)les B auilxs (gl il oo
B lade w530 j9me b b loges cnl (o Caond 33l 5l oad sols slas (F)-F) Uss
oS jehailean [V]ail oo oad (555 Jaie b 38155 10 a5 wel cowwsas VIOA €V il laayY (5 )le
eV) )l B 1o 6t Lo, by ooy oloy (il b ogb se alasdle (A-F) Jsom o

el 03l &, (~VIOA

AR



soliul ¥+ mg/ml clale L MAI Jolxo 5l SD acgaze MAPDI3 culSas, sloas¥ avs ol
&l aido Ve 4 SDI wgas glp addo & 51V +°C sles yo con loj dadigad (ol 3w ;o 0b
oy oley sl ols lad mls sl jili8l SD3 diges gl 4dds VO s g SD2 gl
o5 el aslas e enm iy slazge Job o lay Sinl ks, s glalasde LB 5b
Ve cn oy L SD2 CylSiug s oS 5 CorieS wisls ,Lzs SEM g XRD (sl 3T 51 Jols gl

MAPDI3.9B o wg oS 55 50 32 YT (3l3m0 a3l (ouoy 0 F-F-F
5O odd ooloz 2 by, 4 0ddh 4 SE6- SE1 sladises slp cnaicd X g il slog,b
laaiges) SE2 5 SE1 (slaaiges XRD (55l ;5 .coul oael (FY-F) S o (F-0-Y) _is
QYY) (VY)Y OV OV ) Slio 5 ol sloald (py o5 Jlhww (20T L g o g
ol MAPDI; (365 e ol bl JoSis 4 bgse (FIF) 5 (YYE) (¥VY) 5 (F)4)
5 Y ;o oxiledl Pb oS5 4 by \Yis 5505 aysly o oadolls als [VVY Alwloas
3 b 095 o odalie (0 -FY-F) IS 10 a5 joblen ol ColSug n jlslo 4 ouis s
Ol Jdo a5 WS o ol 535,520 llg) oo 4 plrals SO laasY o o clale ol38l g
I el (%00 )55 b 3815 p0 o8 ol Sglite g elad Ly o2 sx 0 o0 02 Oltsl>
oaiSanl ( SE3-SE6 ) syt polie ol> sladiges XRD (65| 0 oud ol sloals
alal, 51 ool b (D) WS sk ol L1V e ) o0 Aol oS 5 b colSug sl hSes
slolb 4 Lo SE sladiges a4y 3laie Jlo —gmnlilyy jloges .ol 03) (es Jlo - gmslilis

S loged cpl pww i (gl il ool ools Lad (FY-F) S0 j0 coSo 5 565 ,le s 5 &

VYA



SE6

? :l (100) £ (100)
H
{ (110) §(110)
1 +H
R<s]
H
(200)
9
(220)
> (300)

SE4

Intensity (a.u.)

L
1
{g

=

(110) r
5
f
E

1

E*
(112)
(211)
(202)
A
(220)
(310)
5

9
(312)
(224)
(314)
w
=

-
o
-
()]
N
o
N
(3]
w
o
w
(3]
H
o
H
N
(3}
o

20 (deq)
se6 (&)
SES
3
s SE4
z (100)
m ~
E SE
£ (110)
SE2
SE1
135 140 145 15.0 15.5
20 (deg)

Al yioles -0 walizne & 4 pp Joo slocaend L MAPDI By 3l sloas¥ XRD (6651 (I -FV-F) s
sl slaals als -yl elals e csalic Glp 0asn S 5 lasgly cogamme o (V) 0) Clao 51 il G?)‘

Yy 4 3l (8) cudle gl slaald 3 Pbly 5 PbBry (slajls 4 slate ol 5 a4 () o,liw 9 (F) o p0 Codle

~al8 3 SE2 5 SE1 (sladigas sl (FV+) 5 (YY+) T+ ¥) Y)Y i)V +) Sl 5 olyy ol g

Sl | ol sbald g SE3 wigas (sl (T2 ) 5 (Vo) d(VV)) oV e +) Slwio 51 il sl

YYa



5.0 n
] ©E N 45] SE1
1 - 4.0 ”
N . 5 354
o 31 L 35 . .
=] ] ° . 3.0 "
=) S 25
g 21 g
o S 2.0
(<=}
[-=N
: 13 y=0.00134x+0.00232
T y=0.00105x+0.00214 1.0
0.5
0 —TrT T T T T T T T 0.0 T T T T T T T
05 06 07 08 09 10 11 12 13 05 06 07 08 09 10 11 1.2 1.3
4sin(6) 4sin(0)
6 5
SE4
SE3 o
5 4
>
& 4 » °?°
T T2 .
e 31 )
\ 4 [72] 24
S 5 S
@ 49 @
i y=0.00107x+0.00333 14 y=0.00118x+0.00207
0 T T T T T T T o o T o F.) ==K s L =K > . L)
0.4 0.6 0.8 1.0 1.2 1.4 1.6 1.8 0.4 0.6 0.8 1.0 1.2 14 1.6 1.8
4sin(0) 4sin(0)
5 5.0 -
SE6 ]
° & 4.8-
- 464
- —_
S . o 444
¥ 31 -
] @
S 2- 8 404
© o
[<=N
[S=8 =
a8 v=0.00116x+0.00303
Ly y=0.00103x+0.00236 3.6 -
3.4
0 L) ¥ L 1} L T v T ] L L} L} L} L} T
06 08 10 12 14 16 18 06 08 10 12 14 16 18
4sin(6) 4sin(0)

¥) Jgaz 50 el 0ss oolicil SE6 5 SES « SE4 cladiges cglys (YY+) 5 (Y =) (V) +) (V- +)
dslie sl 0045, aaiged XRD 56T 51 ool b oo apmsle g, gl el )by () -
ged) 0y Joo Sl uile Cull &g 45 pr e ke T3 L ams oo LiS oS sl ola

Ve



«SE3 SE2 SEl slediges Lil> slaas¥ XRD (5551 slaosls ;) z s 5,50 sla el (Vo-F) Jgo
SE6 SES5 SE4

el . G5 (A) sl el b
W o3l ) Jobw o2
. S sk A - A
Uood | e Sk (<2 ) sl
Dg S5k
(I:Br) (nm) a=b c (A%
(nm)
SE1 | = FEVE | PAUf. VIYE NASY | VYISOF | Q9¥/--V
oSk
SE2 | ODAIAY | YOIvE V0 ANAYS | AYIE-Y | q0%/0Vf
SE3 | Y OYNA | YVIVA VYA ZAK YE /0
SE4 | YPIOF | FAIYO VY AR YYAYEQ
e
SE5 | W YAIYY | OYNF V\# FIVEN YYV/EY
SE6 | ) TRy sary VY O/AYY Y VIAYO

5ISE3 § SE2 sladiges sloS ol Jawgin o3l .l co iul38) oS sl o5lasl (SES 5 SE4 sla
O3l Y o S el olail il b baasls; e JBs relS aiiie i baises sl
S8es sl wollae (550l a5 oo jam g Loy 2SI oS 55k (e (RlS Sl Wl oo (2l
(oS 5 0 e e ol b ases e lid sdwliewsds s 00,8 (il (soud et ke e
A wxly Jobu par az)s g (oS 9 55Tk sk ULl 90 e 0 Sl sl il
Sloptl i glad 503 S & e |y aSeb bl aalS Cal il el sl
L P SV VPSR NCUURCIN A 7 SAVA TR, VI VPV CVRER VOt 9 E
(FY-F) UKo 50 palad (pl a5 w8 ol oyl zhaw 5l SEM 3 5las CH3NH3Pbls,Bry ol
0976 g odd S|y LAY py jeax b aws oo lis polai (pl awslae .ol oadosls jlis
SE54SE34 SE2 Jlop  slaaiges ;o laails e S iS o juuss (IS jsbas o] o samasls

500 ;S prhaw o 78 g 5 g 5, badls (Vi) Jse o) SEA digas 1 .ol xS L s




ag05 (z) SE2 digei (&) SEldiges (@) guluwgy 03l slaay¥ mhaw 1 eadcnd SEM glas (FF-F) S
SE6 4igesi (9) SES aiges (0) SE4 aiges (o) SE3

Sl b ladiged aims oo S5 (o555 59,5 Yt sladils 5l oS 5 1) Y sl
mso Al oslail 5 S>eS g 3 S ) 5 slile i a4 (SEA)N:Y 5 (SEL) Vie by 4 pp Jee
G il b 09 o 000 (- FF-F) JSi o (Gl -FF-F) glo st jo a5 j5bplen aiily
ol oo SalS sty o3lasl (SE4 6gei) Vi) Joo Coend U (SEL diged) Vio 0y 4y o Joo
S b zaren dald 5 4zl il oS Toaze laails ojlail (SE5 wiged) pyp yidn ial38l L

S sl gaalls 0525 il gn o Jalis o5 45 SEB aigad (s ouind (ot Loy slaally



SEM).»sLaa dw.ul.ﬁ.o ..\.Msl;GA QW AJY E“a‘“ K9y LS’LQOJ'D )90 9 009 Lbdqyo; )JL...: )‘ usLa.».A

L aes oo Llas (SE4 ¢ SE3 ¢ SE2 sladiged) wglaie 0y g ol pp (Joo Cond L slodigal

Sydse eSSy o] mie (S S, bails slul py (Jse comd add a8l
diy, b eolaiwl Loyl AFM  y5las 5 MAPDIs,Bry wil> sleay Folaw 5,05 o)y &l
Jidle s g ARM polas 5l eolazwl b opum X dpm olsl o zlw 555 (RMS) e 150k
9 S0 g dw palal .ol ol (5,155 (VV-F) Jga o loy] polie a5 o awlxe ProScan
o ol bl Ll salesls las (FO-F) IS jo bayy mdaw (6505 juss JBgp pizen
(MAPDI3 ¢ 5 2o¥T 500 aiges) SEL diges 51, Y2/22 MM jlais 5l ey RMS  Jlade ols Lis
QY mhw 6y el a8l als (MAPDBIr3ay g0 4iged) SEB aiges sl VE/F M lude o
sdsliawsts RMS Lolie duslio .l K>S lodiges plow b awlie jo s (V#/AYNM) SE4
Bged) Vi) & & pp (oo Cond U ladiged 4 o 9955 w300 olas (WN-F Jou) e sl
b 6 T Gl S 35,5 o ] 51 5 s 55 Ar5i B 2alS e, sl (SEA

Wb s iali8l 65 ‘.bd?u (SES wgad) V:¥ 0 asp s Joo

GrSe3ll $39,5 598 zoadsb i p ] (A) Cix b laaY (5,55 Lolss oy p sl
od> bbb awlio cwl sadosls las (A -F7-F) IS0 o 65 osll ol bl aias
N g dges g od ol i slls (MAPDI3) SEL 6, sy diged and oo ylis aayy
AFM 3§ SEM ,slas 5l a5 a8 jles aiiwe i lie %S slyls (MAPDBr3) SE6
ol &5 b oo Gl mhe (K 5 SFIPS oY o pp clale ol L s S atie
GRIBl prigren 305 Qd Gl Rl cage I g B a5 QUL Wl e (STg
odlS @ e (VV-F Jaaz) 20,8 cdslin baiges o o cdale iolBdl b as S el o5l

SalS sl ol 05gs b gl ol oS 35k el aS o0i5lail als a4y 35T g (glaSds sl st

VEY



g
g

Ra:310.4nm
Rq: 3699 nm

0.10 pmiDiv

Ra 2051 om
Rq:3044nm

b
0.00

T
200

nm
260.0
200
180.0-
140.0-
T

2
o
E
=
)
<
(=]

Ra 1472nm
Rq:2782nm




Ra 6581 am
Rq 1697 m

nm
1200-

0.10 pm/Div

Ra 1123 nm
Rq: 2996 nm

nm
160

120.

nm
150
1304
1104
90.00-
T T y

000 200 400pm

Soadend (1) somms 5 (V) somgs 1) (605 g o 4 Sl 5l a5 4 AFM y5las (F0-F) s
SE6 (5) SE5 (o) SE4 (3) SE3 () SE2 (&) SEL (ll) 1 2ulSss y il sloasy zhaws

Véo



o s
G ]

o s
“.‘E g
c

S, ®
£

o~ )
> @
£ o
5, <

SE6

— 7
14 1.6 18 2.0 2.2 24 2.6 400 500 600 700 800 900
Bandgap (eV) Wavelength (nm)

SE3 SE2 SE1 (MAPDI3Br) cullug s slay Sgl slalogad (0) 3 wdz slcal (W) (F7-F) S
A g VY WYY Y O g a4 (BB (Jse e L SEG 9 SES (SE4

b sl del g g (99,8 Slapgigd i Qi g (SaSly Glels cel slasl slaals

ARRTIR BTN K SR

Loas¥ 53 s Sl s 331 98,5 oo sanbin (WI-FF-F) JS5 55 45 jsbilen rizeas
NM sga> 4 SEL aigad ,0 YA-NM 050> zee Job 5l (5 ls S5 iali8l Jdo 4 S18 i o
5 Baiged muiitan (5,5 BB dnle lp (o] olals) ol soil>al> SEB dges ,o OF-
a9 5 (V) 6398 (5598 (65,5 e (ANV)? i oy b VYV i soliiu] Sgil alay
S 03] (e Cullg yy sboaY s (5)lg8 BB 635 jemme b (Gove (al (ad cend oL
Gly B anslin .l sals o)138 (VV-F) Jaaz )0 bdiges (5,le B polis (o -FF-F L)
5 ol g)le BB (gadls Colugpn oS 5 0 pp cdale 10181 L a5 wes o Ll baaiges
59 sdalcwods (g5, B polie b oo 2alS g)ly BB wy cdale moldl L weSas gbas
MAPDI3. colSugp 1o pp cdale s (I3 L LOWYEAYY Alewl (158 5,15 L Gélys
pald cud boad ol by Gl Jlg ad YL 50 55l wae glajly LS ISl (B
235 o0 85 B l3dl a0 5 S8 Gl ad ol abulr & e S Sl g onys S

Joke (Woe) 5L Sl 5Ly (ialidl ay pomie Wilgs oo ol ad (o (65, slajl s (Sadins o

Ve



uol_‘> LSLKMUY AFM ).'sl..a; )..JLJ )| C)M C.'am LS)J) 9 69514 AJan )‘ 0wl Cawdy 6)‘3.7 dlf (\ \—V) JB“\?

ujl.a...a [SUREE) PR 6]3.0 le.ﬁbw.u Lu W) A.A.QH SE 6&@5@ AL goro 6‘).' ‘Suliwﬁ))

SE6 SES SE4 SE3 SE2 SE1 g
A NG ) (\:) (*:) (Y:) (Vi) | (IBr) Jge o
Y VYO -1 Y SV X ol aoyo
evae | oyay. | YYY VISOA \/EYY \/00F (V)es s IS

VEise | oYaas | sy YY/AY YoFE | vsaa (nm) 5 ,»;

ldiges (X) cos! duoys polie (F-1) alal, 5l elitwl b cimmen [NVY NV 008 55 s o5

Ll 0als 5,138 (VV-F) Jguz j0 o] o

~aY 235 5 ) 3590 MAPDIaBIx culSngyy S 5 o oy (VT 18T (isu cnl o
S el ol ol aggs «:) g 1Y ) VY Y e s a0y Jee e o L SE slo
S8 Ghls (YY) & 4 pp Cad L) SE2 5 (pp yaa> oy90) SEL 4V ol las XRD LI
Pl 5B 5 Sellagp JlSle VY (Jge S 5l i (IG5 009 (365 ke
ges ddiges (pl oy ;o ol Hlis UV-Vis g SEM 5T 51 Jol> bl iS oo yusd (xS &
393050 S ol sl oy Qi (izman g 555 alls ojlail lls (o YT (y90) SEL
a (V-Y-0) Lidw o aml adls o 5Y0 oojb aY pl olwl pooads aisle suud o5 Joku
Aol salgs azly SE QI sbea asgome booad adle ot b sbadsbe (ov)

23,5 algS 8 ey Sy90 5950 i5u 40 5 o sk ul olul e Y]



4 & [#FTO +PbCl, $PbBr, *Pbl,

S — 8 .

(=}

| &2+ §y 2 8x ®

g -

=t o

5 + B 4 (5)
a AL A

(4)

Intensity (a.u.)

L- - (100)
S
b

=
4[{(110)
N 4i12)
1211
4f (202)

.r:ﬂ:
(310)

H

E = 3
(312)
(224)
(314)
(404)

H

10 ' 15 '
20(deg)

9()) Gl oSS 5 gl 1090 i 5 Gy, 4 Al Wb, ColSugy sba¥ XRD glagSl (FV-F) S
s () o,k 5 (B) (1) dle glyls sloald . MAPBCL; (%) 5 (&) MAPbBr; (F) 5 (¥) MAPbI; (Y)

il oo FTO @Y 5 4y latie () oo codle glylo sloald 4 PbI; g PbBry PbCly slajlé 4y 3les

Slade 090 $og; 4 ouls augs MAPDX; (X=I, Br, Cl) sba¥ awslio b-F-¥

&
6 )%‘

Sl o g0 g,y 4 a8l o, Solae wdla e b Colug sl annlin 4 idu (pl o
Gloald Cosdge ailoads cols las (FY-F) UG j0 ey ul XRD cads .cosl ool aizlo
Slal> 090 oy, 4 a8l o, MAPDCl; 3 MAPDBrs (MAPDI3 slaasy ;1 sais oud il
scullugy 5 (o585 Lz 5B 0 MAPDI3 ey, Lol LS 51 S (Y -FY-F S%)
Collugy aY jo s bay o 5l aiib e oSk 36 0 MAPDBCl3 5 MAPDBI3



Collusny sl 6)ls BB polie s XRD (668l slaosls 5l g y5ine 5 L5l gla el )y (VY-F) Jour
By slal egs by, 4y oo 4ngd MAPLX; (X=CI, Br, I)

A) Gloyally | oz
c)"..x.;‘

e il Ead S| Jk
g S sk _
sl | (om) | Sk | (x1- ) Al
(nm) a=b c
V) (R°)

MAPDI; | VOOF | YV | 4F- | 5sSlex | VYE | AASY [ \Y/POF | A%/

a=b=c

MAPDBr; Y/Ya. VO ZAYY VY YY/IAYD
250 O/aAyYYy

MAPDCI; Y/-vf AR Ae/q- +/qY DIOFY YAY/O O

oals B oo (FTO ¥ ;5 4 bgyye il sloals 5 18 a) wiges 0l XRD ciubs o .ol 00
MAPBCly colSg Sl LSis 4 Glate (Fro) 9 (Vo) «0 Vo) (Ve +) Slmio 5l 3l
S5 slp SlaaY ks a5 asb cadly ool 5l (S Wl e opl g e caslive
& 3l e el )L (VY-F) Jgaz j0 .l 009 dig slad> jogo g, 4 axdl, o, MAPDCI3
S>sS b aSids bl ames o ylitd sl Cawsds gl .l 0uls ools ylzs XRD 56T 51 Lol
9 VA2 VIV ol g Cl g Brd gg gled ol adl, als adle e Je glad ol
gl g, 5l eolitnl b laa¥ 598wy Soe (135,5 § S b Lawgio ojlail ol oo VIAVA

oS 5 5l yiin oS MAPDI3 oS 5 (sl S )5 bavwgie ojlal ol Cavsas (V-Y alal)) Jlo
slaY XRD (il awslie aib o MAPOCl oS 5 5l S cwguo sbay s MAPDBIS
50 a2 e lis (Fg O-FV-F &) lals o g0 5 glad> 0SS g, 4y asdl, o, MAPDCIs
POClz sole i .csl 90 MAPDCl culSug pn slals 0SS oy, WS gl pog0 g,

0351 dunslio ol o0ty LS5 (MAPDIg 5 MAPDBIs ,%,5 diges 30 XRD (5651 G3M )




O UM (V) g UM (V) ubias & POCI () 5 POBI (&) < Pbly (&) sloas¥ mlaws 5ISEM jglas (FA-F) IS

w8l 05, MAPDI3 L (FASF M) slal> 1acS3 by, 4 48l ai) MAPDI3 slacs 5l Luwsia
GH9) 20 @Pws S GRS e 9 S sk bawgite oluil (S wdlios 95 ke by 90
Cellvgn @l OV-H L O-F) Joozr @mls anslie (S allie 28555 L glal 0SS

Yo



]
Rl
APOw e o an

il yags g, 4 o0 angs MAPBCl3 (z) s MAPDBYs (s (MAPbIs (Uil sloayy SEM yslas (FA-F) IS

i ) ool gl e by (i e (5SS s S S 5 4 ol
(F 5 F PV JS5) slalo pago 5 slalo oS5 gyt o dgs MAPDBI slaa¥ XRD sla
S ol Jawgin ojlul glal> 0 SO ig, ;o MAPDCIl3 oS 5 XRD (als )0 oS 04 o ouplin

9 PSR e SN ggne jsbar lal 0SS ) 4 00l angd AY 50 (098wg S )5 5

Yo



(Y- (Y-

o YA
A “’l‘ s ] Yy
I *J»'”"'\ \’\

) ,,,“s '

() s glaay CJa...; 3leaicad (V) (uowmdw g (V) (gumgd o 4 Cawly 5l os 5 4 ARM pyglas (0--F) S5

PbCIZ (d stBI'z (u) stIz

50 8 1, PbXs (x=CI, Br, I) sleas¥ xhaw ;] FESEM ,olas (FA-F) S wloals 5 S>o8
IS 0 a8 jshailen s co lis MAPDX3 colSug p [Lsle 4 ol hos ¢ MAX slasay

NM g0 o, T lawgte Jobo 45 o5 S s Lo 5 PBIo slaasls g oo aba>dle (il -FA-F)

Yov



OY 0gd oo oadlin Y pl mhu o oo ises ailoads ailil w2 (59, 9 Cowl Yoo
[y b mhw diwsn &hgod a5 aib oo Solate gamails slyls Phlz Y L awslis jo PbBI
Y ol (V-0 -FA-Y) FESEM ,0ai o il o ) UM sgus laasls o) olsl ailoasilig,
gl 51 (@ —FA-F) ngal )0 09l o0 cnmline (g3l UKD Sism slooyb> j5a> O UM ol
024 3,y ks gladils 5l aS sad o cowline Y M 5l i S0 L slee > POClL a0y
e Sl s oy o o a_;‘"“’%“" leals JSis O+ nm ,L:.us.’;o ol L L;lo.,\,,_,“_?
~0Y mha 5l FESEM pglas (FA-F) S .conas JolS POCL 0¥ Lawsgs a0Y ) mhaw iude
~als palas cpl el oals ools lid glad> e g0 by, 4 oals ags MAPDX3 oSy, slo
L aies oo plis |) e slaadla jload (LSis collugn lo w5 ln 1) (Solite o
el 03,5 i (S 5oy laesY (535l58 )90 ( Sullwgn oS 5 0wl g glad b SeeS
Olyd Jolds 095 a5 alizee ol b glatus 5 a8 5 302 ,0 sloasolS 5| MAPDI3 Y &b
mso o0 O UM liae o Yl mhaw 5 FESEM pear jo ccal oo LS5 sitvn 555,
e ) Yy rhe SBleSG jsba Frr MM sgas lawgile olal b baselS (pl a5 wsd
s ) lasgazme ail oo PBBIR Y o 3l Sl i 4Y mlaw 63598 ,00 ilosls i
MAPDCI3 Y s (535158 ,90 dilosls yidier |y, a¥ 55 mxaw a5 glatwsn pod sl gail 4
l.....w 5 S S 4 Lcy slealo b ¥ 55 mhaw aiged cpl jo cal oo 4Y g0 3l gl
ol o lad jo 5 oz g Jo adl ol onls oasligy Yoo MM Lavgin ol L ool
olas O UM ulde o leay¥ FESEM jglai awslis el cvnlin LB o5 oS slaals

el 0595 5 (6 yin oS15 5l MAPDBCI3 a0 oS ses o

robal ool agd adgl ol slaY Gimen g Lwgn Y mhw o o) p sl

VoY



500 neWDw

(o MAPDL (Wl colSwgy sloar (V) samans 5 (1) 99 o 0 Sl 5l i 5 4 AFM sl (01-F) JSo
L e = 6‘4‘17)“’50 u’;’,j) £y 0 jreow MAPbC13(C 9 MAPbBI'3

Gl sbay mhw o) polie ars o olis | MAPDX3 colSug, 9 POX: ol
GY maw ) a5 w0 oo Gl bl awlie el sal ()18 (VY-F) Jgux o colug s
MAPDOCl3 s 5 Y mhaw (605 Guidred Sl oS LY Lo 51 (~2 nm) PbCl so e

Yot



Tl § 25 O S0 B 4 S Gl el S (g slaasY ple sl s (V) nm)
5 POX3 sloa¥ (5,5 (olom gy oo 052 (sondins alaily gy 4Y 5 ol 4
OY-Y) 5 (AY-¥) S po QT =l g ol o pSeoslail Lay pl Q> 5 yee b MAPbX3
slaaY s MAPBCI; 3 MAPbIg cylSess ; (slaasy 05 o odnlie a5 jshailes i asls oLis
! oS jsbas aiilioe ©32 Olime 2S5 2t SIS oS5 4 POCL 5 PIp sodle

Dges 3l s Y Cax ad e o (lis 095 3l jeue Hlie (p i 9 (S cod S Y

4
2.5 .
=——MAPbI: (U’-")
; 3 m -MAPbBI‘J :: 2.0_
S B~ N\ [ MAPbCI, e -
8 3
3] c 1.54
g 24 s
8 5
8 g 1.04
2 <
< 44
! 0.5
............ Y e 0.0 ey -:_-..--_— W
o i i ;..........;m..—..'_. ..... - 460 560 660 700
300 400 500 600 700 800 900 Wavelarcih
avelen nm
Wavelength (nm) gth (nm)

Al (69, p oad Slasa,Y MAPDBCIs

100
- - -MAPbDI, (W)

< 804 — =MAPbBr, N =
e ——MAPhKCI, e
[} (]
g 60 g
© i «
£ £
£ £
g 40 2
E g 8

20- .

0 ——————— orbl_ "'_ . . . :

300 400 500 €00 700 800 900 300 400 500 600 700 800 900

Wavelength (nm) Wavelength (nm)

Adol (595 g oo SlisasY MAPDBCls

Yoo



N N
> =
& <= K
< <
150 175 200 225 250 275 3.00 15 20 25 30 3.5 40 45 5.0
hv (eV) hv (eV)

-4Y ( X=Cl, Br, I) MAPbX; cylSess s (=) 5 PBCly PbBr; Pbl, (ll) claayY Sl logei (OF-F) S

. ;.MJ- J‘> Lg‘d.b).ajd ws)m‘w 69)):0&.».: @Lw;

olas 0ds polie aib e (6)lg BB Ll o obal> glls IS Jols diges a0 00 Julis
Sl shls (Y-F) Lidu slals oSS g, 5l sdnl cawsts slaaY 4 s LasY (] vos oo
slay oS el clhe ol wwb lp 6,0 JJs 855 s opl &5 aies o il
Joko 5o Q3 Y glgisa 0,8 Gl )5 cnl jo lalejegs iy, ar 4Bl 0l Colls
(OF-F) JSi 9 Sgil alal, 5l oolawl b sy (ol pudins (5,19 BB aiiins Jowlo (goud o>
Cowd 4 FIO0- €V g ¥/0-Y Y\ pl cos 5 4 PhCly o PHBra Phly sl G5 awl cavoas

b, 4 48l s, MAPBCl; s MAPDBrs (MAPDl3 ylSusy cloasy g)ls B o]

DYl sal csas ¥/-YF &V 5 YIVYY 0/00F ool 5 4 slal> o5

L slal> o 50 (g, 4 0ol jw MAPDX3 (X=CI, Br, I) ougy, sloay s cpl o
sy il o POX: sodle &Y ))L..o L pl g ol olid mls wad awlie K05
Oz K391 (S5 Ol (ryeS 5 iy @) o35 4 MAPDCl s MAPDI3 oSy 5,

oy glads 0SS jog, 4y ausl, o, MAPDXs (X=CI, Br, I) slaas¥ L 6Kws sl ]

Yol



5ot PECL sals Y cglals yogo s, 5o 8l olis XRD 5lb] mlts wad avolie (Y-F)
MAPDBI; 5 MAPDI; 4¥s0 jo 5a) ol ond Jsas MAPBCly _5lSg 5 Jlisles 4 LolS
BB olie £Y 90 cpl 1o 45 Canl ol odimoylis XRD ciss )3 PDBI2 5 Pbly al pois gy
Loadl ol ullugn sbay joe 5 wiz polie awlie )10 0925 wpw wop/un 25
wlye 4 slal> e 90 ooy 4 a8l W) Collagpy 50 (gee I palie olo (Lad (B9, 99
ady gy @Y o8 col T ) (Sl am al &5 il gl 0SS by 5l sty
3 W astis Sowlin ond;sr Jokew 3l @Y plpied 9,8 sl glal> e 90 by 4 aibly
Slal> yag3 gy a1 sulSug p sbary boas 4l gund o s sl oy 4 B0 0 Juad

R PR WP VE R

YoV



YoA



W‘ M
* 0’0

Gl g eodbd ulwgp ol yee s Jelw el

i et

Yeod



doudo -0
I sy pan Gl eslanul booads aidle gund e sbdshe o) n 4 i (nl 0
Golizle wlem Ll sl yise jo a5 Conl ol aislo (IS el )0 ouls agd oo SolSugp
~obz T alesl alise slapdUl oyl 5l daJsho onl CutsS ot gy p lagT (Sl
@l Gezen Wload 2Ll (BIS) (ploaedy yiSIl ilagal 5 (OCVD) e 5Ly <l 5l
Olseds S ok ed)55 Sladshe cle )5 oolituls 5o (5 perdy Slge bglie 0,15 5l Lol

Alad )3 18 ) 0 se b Jele (pl jo 00> cauas Jlasl 4V

S 95 Jpbos L Y-
0dd angd (SolSugy Dl sladY caw leslaiul b Jliegse (und e Joke cle sl

Wad pll cod B a4 py Jolee B8 ol po

FTOwdud (5105 42 9 2 1-¥-0
YOQ/sq o S SU Cwglae glyls a5 FTO L saliosls yidgy gaiod slaay¥ s ol

s o sk 0lisS il 5l 6 S sl gz e 0 0308 iy VXV em? slal b cings
Nl &5 g SIS ez L (0-0) IS8 sillae gbiie opl a4 o | g |, FTO S
5 b 4y, FTO 9, 0 @N) 5, 195 505 ke aelsl 5 i oapiligy Sels wiglh g
P STy 0,5 ol pag cal & Yoo 50 HCL Jolowe 0)lad wizr (S 0,ad lags s
O astie gl ol wale> FTO (g) s)lo pauY 4 yoxie FTO zlaws & jglxe 0 HCI g (g5,

s 6,380 e poboll ol Lawgs digas cois (g 5 agY 4l

! Etching

YT



FTO add ggpiiunid Y-Y-0
(gl ombo 5 2l 53 i g wd plo g o5in b 50 ST L) s (iigw FTO ass
Sl S8 a5 p3Y il eols 18 gol 3 plax j0 4B 80 VO Do 4 Gy Jeibig gl 9 Jobl
3o e ad ojdg b 90 ST b ated Gl cogolp plox o st dl> e ol ey
Py 0 4B V0 e | a1 2P0 sles 1o sl ST jo baanY 5 (sileSlas 5 g

Dy 03985 ) o ‘_,’JT Slge 0ailawdl U quols ,1 3 (UV) i sl jsle o5 ol
TiO; 6 o> susaSauw Y Sy ¥-Y-0

i el 5l Jokxe (TIO2 (0,8 ooiSows) g ,uSUl sams Jlanl a4y Slasay ol y

A dgs 1AV iy ool b Sye eS8 O g Jgibl g HCL (TTIP) 5laS'sg 555!

AR



B 5 s o 3L (PO ) HCT & T g0 Jsibl Y/OY M e 1« Jolomo o s o519
20,8 Lol wlaS g9 a5l 155 poailis YEA UL Gl 4 5 iz, O g00 ST Y/OY MI S50
Sl 58 Lol ol 4 Jyl Jsbone 5 4 osls 5 maboliie 03en (53, 1y sbre ol o
(Jolore agd (ayd 09l Ay B )0 AlolB sl (Jole 4y Cusb) 9959 51 (65 sl
ol Jsbna 3 a3 S S i Jyons 5 il 4clS 5 4225 1S aple, 4l 5 ol Loons
S5y 2 S a ]y Jolona 51 YO L oS oo 4 5l 8l Blad 5 5,0 Sl L
el GLasaY FTO ¥ 505 (59, 5 4l ¥e Sae a9 Voo o IPM i3 2 sy by g i, FTO
4 4zl (S| (565 lawgi oad (ldges Jome (599) 4l (i3 sz BBg 5l g alolBl o
Jusl 53,5 s5tie & AT b a Sl o FTO Jl cead ol o 5L e 5
slod )3 (Sl o)sS S 9,0 LY e D9d o0 SL (FTO Canglie (ul331 51 6 25 9l>)
ol 0 Fe mMM) TiCly Jolowo 0 bbas¥ cal> o cpl 5l s 050l Sy aido Yo Do 0 00+ °C
5l o g eadoals I8 Cele o Do 4 VoC sles o alBisle;l o9l SO 0 (0w b g0
Yo Sae 00 +°C slod ;0 0,65 Sy o Toazme (5] 50 (65leSiis 5 ojuis )bgo ol b gty

g1 Blad SlS ouds Lol ¥ a5 el S5 4 p3Y el Sl b

TiO; Jadxing o Y JSlisay F-Y-0
L (egil Ve ogaz 0,3 olol L) TIOz &l)dgib ez 5l Jslone (T102 Jodxiagye 0¥ angs sl p
9 TiO: yos (Jglome ol antd sy oo ags Jgibl o 00 3d) Vo iy o8 0 5ULT sl
el b 55 o ailigy 5l ey 5 0ud bglie SouSu L VY10 G55 o 4 0 (50 J5Ul

O (S3) p el dix e g 0ad ooy 8 Sogul gl slex> o asds Ve e a

el s (IT-0 JS2) 55 Sl (5, s 33, gl b 4 900 ol

50 il Slasay agl Yo oo g B o TPM iz > Ce s b (L8 caliags sloaY (g4, »

VY



3y dholddl 5 oad Sy Joibl 4 sl (S S| (g5 bawg Jiigw (e Soyy ab ol
5 iy SlaiaY Lyls s b wad i aids ¥e Sae 4 VeoC slos ,o gl amio
(T-0) JS& a5 oy Fronm colies L TIO) a¥eSy oslinuls ge gbrosleyiny cdialé
0,85 Su 59y LAY (il Sis Al e plxl 5l w0 o Glis |y Y pl SEM yaad
9l S, o] s Oyl g TICk Jslxe ;5 lay¥ (5 sabsé alo o Ioame 5 wiad Cdu sl

A bl 0,55 10 dame Cu b e 9,15 el s S 4 V- C slos o alRioles]

SEM HV: 15.0 kV WD: 3.83 mm
SEM MAG: 150 kx Det: InBeam SE 200 nm

Jiag e TiO, ¥ s 5ISEM g () s il Mo 43 TiOp s Jsboes (D) (¥ -0) S

2
Tauc plot (U) 4 (UL")

Anatase TiO, ; ]
&
g o
Y o
S c
£ ®
g 2
o
o
2
<

3.00 3.25 3.50 3.75 4.00 250 300 350 400 450

hv (eV) Wavelength (nm)

i 09, VITY OV ks (6l B L 56LTTIO, ¥ gl Jlogei () i canbs (Gl (F-0) S

Yy



SO el ol 48wl oo ooly ylas BT 5B slyle TIO, Y Gis il ()l -Y-0) JS& 40
W )..\.C LS)‘?" L.‘)lf 6‘)‘0 T|02 )L,LJ )L}l-u.) Oﬁmsn ol lie VV’ nm C%Jﬁb )b UAD- 4_,.1

Joge s caend 3l 5 eslind L (FYY BV) oS5 ol s S cnlaly s e

1

VY8 ] aal emnts (0 -T-0 JS5) g5, 52 b (athv)>-hy

9y (O-Y) Lidu 4o eadso,lil iy, g cdale L colSugp aY (TiO02 Jodstiegye a0Y dags 5l e

- SU g Joe g9, 44U (8 slacind Bl (20 Ol 5l S e 0l il
SVWIPP-5{ W

o i ouido JUisil a¥ Slisay F-Y-0

Ve mg/ml clale b 39,05 50 oals J> PSHT ol 51 Joloxe 0 2> oaumos JLal Y ags sl p
Joee 69,9, b g ool glisan¥ a il FO Sow 4 Yoo orpm Cepn b ColSug p Y (59, 2
Slibes PIHT ¥ (S jsh sgote sl 05 S (50,15 &0 40881 5L % Laoss i
Al pll g i 55 5l ey alaases B j0 as 80 0 ok VWWoC los o esn

Wb 39 S Liidsy $—Y-0

Sl e ey, a4 (Ve e nM To5q:>) Mo I SibaY S (S S Jlasl ey JESIPTESIUNI
sl dshe 5l o)l81 o g olszyle S al SlasaY a5 gs, » oS SG Sl eslaal L S 2°
oabosls lis (o -l -F-0) S 0 )15 cpl jo sadaizle Jodiwogie olSKwyp (o o>

JSL o eadaidle o9 sandysr sk S (50,0 gl I SEM ppal G rimres 2

el 0dls oalo uL**’ (C -f-&)

%4



SEM HV: 15.0 kV WD: 8.89 mm MIRA3 TESCAN

SEM MAG: 100 kx Det: BSE 500 nm

=9 Jsbe So ngai (©) wadaisle Jolsagie (JalSg n oo Jsho 5l slojlsz b (A1) (F-0) Jsa
gl cnl o eadiisle gardygS Jshe ob)e ahafie Sl (24 SEM j5af S, () 0ad il

gy Gl Y al p oud aidlu sy b ghw LT F-0

f o ’.)oomg)m

o



FNSA @il slaary asgozo b ouds sl (ot 95 slodgbw ()22 1-Y-0

(MAL JT oslo iy cdals

MAI Glisee slacdale b snds ags MAPDl _ullug, Sib sloay 15t vy skt &
5 SA4(T- mg/ml) 5 SA3(Y- mg/ml) SA2(\- mg/ml) SALY mg/ml) sleaises x
—0) S8 5o el ale Gl glaaY cpl Jold (and 93 ok Yoz (sl o Jske 003l
oads oaly Hlas sasasle sani e sl Jsbe (3-V) 5Lds- L > S dasio slo loges (O
DS st ys> Jobo 003l Jed 51 -V sl pimie sl oadizl Sl olssisd sl el by ol
Ceglie g (Rs) (6w Cuoglin (Vo) 5L jloe 5Ly d(Jse) obsS Jlasl (b y> S FF) (Sodp
@ bgrye ool oo ollggigh laelily i el 0ol )55 (1-0) Jeuz )0 (Rsh) s5lse
93,5 o)lil abgyye id po a5 jshiles abl e SAL QI ¥ b ond ail (gundyss Jobo
(@ -VO-F JS2) SA ullwgn sloa¥ asgomme (5o i Gliee oo i llo SAL dges
“dshe plo @ Cons Q3 Y Gl ol sk 005l o2 SYL wald 15 Lol jo cnlplo 5 00
ke on oS b ol Y Jold (gandygs Joho ols (i @l ol el oo 00l aisles lo
009 B3 )5 Jdoas canl S ol ailgo (IVV/F) 003 Jlaie o yiion l)ls (SAL) MAI
Collugp aY hug (Jodsegye TIO2) g ,uiSl sasas Jlan! 4y caslo idigy b g asls o3l
Jo aiS oo T sl Y 5o b la el S 5k 5 (S5lpe (Sl s ool 5l aS w5 SAL
SAL Ll Y Jolds (gandyos Jobw 3l Y 0 Phly S5 jpa> 4 wilgs o 35 o] 00
33 BLAIPhly jeas wilos S S8 55,58 slas)l5 0 a5 jshilen [NYF YY) asl by e
o ypam rimmen [VYV]ogs culsug s a¥ (sl dsete 4 oee Wi oo «ulSugyy Y
=09 Sl el 5l g 00,8 Joe 9 STl 0isS v Y S lgieds wilgs oo (BLSIPbIz S5G 40Y
23S Wd o jshilen [NYALAS o (6505 le bao i 5 09,2801 oS 3k 5 culfusg p Y b
Gl 00l aaslo o JialS 4 yoxie (] aS 0090 (6,555, 5 ailo o3l gl)ls SAL ColSugym aY s

AR



- - N
o (4} o
1 1 1

Current density (mAlcmz)
(3]
1

v v ' v ' v v =
0.0 0.2 0.4 0.6 0.8 1.0
Voltage (V)

Y olly oad an b gapd 55 sl Jskes oo (6,03l (V) 5s - ol e JE> sl logas (B-0) JSo
Feomgml 5 ¥e e Y a5 4 MAT Gilisee glacdale | SA4 SA3 SA2 SAT CylSus,y il o

3l slea ol ard e sl she @Waged sla el )l 6 pS eIl ) g e slaosls (V -0) Jour

(SA)
ged MAI - Lle oa3k Jsc Voc FF R Rsh
(mA/em?) | (V) | ) )
(MAI L) (mg/ml) | (%) (%) | (Qem?) | (Qcm’)
SAl Y V\ /7 Y./# +/aY « 7Y 4 yYavy
SA2 \e YIY ARWIN - [OF AYA Yo V4.
SA3 Y. Y/ YF/A +/qY <O \Y A
SA4 f. MY \#/a NG +[OY q YVYY

iy Gl 55 Jess 053l 5 433l ialS b sla el oo ik £55 el [1Y4 1YV

s a5 il e oWasish sloyiel b o iind s SA2 a¥ Jals gapd s Jske ool

A%



Ol plo) als o3lasl o iSgS (lylo Y cplaslb Y e b sla Jel> b oS 55k cdeas ol
b sladel oS 55k e on s nlale wllioe )98 32 Glime (55eS g (10550 0y
Lo asle gloJshe jo )b ladels Sl gy jsbiie 0 amo 0 &) diged (ol )0
e 5y il cly i (F-0) USs b alosl b e 5Ly <l 5JUT MAI Galizes slaclalé
G 005 SRl 3l e gdioe ond B (pl 10 &5 jehailes amo o (LiS Gloj 4 S | 5L
Oeirad Db o odolin SA4 3 SAZ L3l Y Jels sla Joku 5liagigd o cr e ralS
15 S5z ge b el S o 2l sk il 5 5 ated] SAL wiges b ous azsle Jslo 5seus
Wb oo DA Y ;0 5is8 lawgl ool adg L slaJel> jee sk el 4 e 5,0k LSl
oeizmen NV lassS o goyms 1) Lol b sladel> 2alS (Lol oS 5ib (sla e 1)
Cod 1) oS 55b Sewlas g 00,5 bl ali laslGls b Ll e ;o 0ilgh oo S ylie zglaus
392 oy 9 938U 5lp BaepS Al 4 analy 515 (slalamdle BB slaws ST asas 18 b
awd] ad ) anld 4 baje wlg o obj yee Job sl)ls Jb ool jpa> il axsls
5 ol sla ol oS 55k a4 cud 5Ly Al § a8l cpl ol 0l leals cpl 5l b el
Sl M5 500 Byb jlagd oo by pe Nigd oo )l 4l jl guiS 4 o5 il fol> oS 5L
WS oo Jos oS5k ST plyieas &5 Gres laall 4 anls slasl 5 olasd 51 (BaseS 4l
SAL Cilr ¥ Jolis (s Jobes 1o cnlpl il oo GhalS L Jul> yoe Jsb ey ol
Aol LY ple 5l 5 GaseS ab lajly canl (Ko (55,5 baasls ojlail ogs 1)lo cdeas)
9 00,5 Segels il s (5SS &l o5lal) SA4 g SAZ2 Y eli sl Jokw o o B,k
S e g 5o )b sladale it geas e @ Canl 5Sae nl S o 2l Ty 5lggi53
slaa¥ b oad wizle Joho )3 nlpogdle 0gd 00 )b slodel> @y oS 551 40 joie 457 0L
gl S5k 5o 0 0 w8 Sy lagsn aexd ol Siibiwg 2SI ity SA3 5 SAL

ol sla Joko (6 Sliwg xS ity cpl ogd oo <l loy (ol SYsb crge S yilie

AR YA



1.2

—a— SA1
—eo— SA2

1.0 - SA3

— ' \ —v— SA4

Voc (V)

8 9 10 1 12 13 14 15
time (s)

E3lr gl ululyy ool aslo (a3 b ok oy o 5k sl 5Ly <l sl jloges (P-0) S
Feomgml 5 ¥e DY s 4 MAT Gilise glaclalé | SA4 SA3 SA2 SAT ylSus s

sloay Jals surdyg slo ol St 5 Jaslsy | S Ly SAG 5 SA2 slaer¥
PR Seliwg xSl Ly cnl ol jiin LAY (ol )o oS 55k 255 1) wibos SAS 5 SAL
Saw Laylyl o pin oS 55k gam U g el U9 Codd S ie e o (S il )
cdl sla simie jo Blal 5egigd o oy ol sams jo DYV 0] WS e ol 1 b
VE S lo) CuddS 5l o a5 048 oo 0adlice SA3 § SAL Lil> oy Jolis slo ok 5Ldggigd
5 (~+[AY) SA3 5 SAL sl Jolo 55,50 5L jlaw 5Ly ((F-0 JK8) a)y od oo 4 Govie
Siliwg Sl sl 4 bogyyo Wilgi= o ((IAFV 5 +/0F) ba Jol oo 5L o 5Ly L aslie
acgazmo b Cewl S5 4 p3¥ il SA3 5 SALleay Jols sl Joke jin jlew SLo
935 sl sk el poe sl il 8l Late (336 IS cal 5o oud plasl sl siales]

il oo s oot asl

Y14



SE acgozxo wdls lda¥ b ouds aslu guudyes s Jobw owyp V-Y-0

(o ¥ 530)

ol o Jolu opl 5l (o oo, adnie paal (Y-0) JSK& 050l cwyym 55 SED 9 SE4 4 SE3
oadaizle (gard s> laobe Wby (JBa dasin (laloges (A-0) UKD )0 ams o
Jsblen ol oad 5155 (Y-0) Jsaz 5o g ol 50UT 51 Jols mls ol o sols sles
Bl sl B Jshe Voo) 5L jlae 5y et 55 p (Jse clale 0l L 095 00 ovalin oS
635! BB (ulugyy Sl aY s pn ol Gl L as o )L3l IS a5 WsF les 15 o
(5 Bl L DNY YW Tl o Gaalidl Jsbe 5L o 5Wg oliee ol ol 5 4l a3l
Cdz el Collas 65l BB 6551l S slass il edgazme ;5 a5 adyst b Sl a5
ool Jse) obsS Jlasl bz (JBs g oddady (678 0pi> 5 09 Sl (nlply 5 0ns )
Jlde (AY V) (S 5 VNV V) o s asd oo 5Lis soelcuwsdy ol duslie .2dl salgs

SE5 oy L3l slaas¥ ool Sl sla Jolw 4 3laie ol )5 4 Moc) 3Ll 5L

SE Gl Y ol Jobo S 5l (o6 ke ngad (V-0) JS5

YV



Current density (mA/cm®)

N
-
1

-
(o]
1

-
(3]
P B

-
N
1

0.4

0.6
Voltage (V)

DI Y b ssddizln gawds o slo Jobw (gl onls (g S oslail 5Ldg - oL > ‘élli> sla,logas (A-0) S

D3 sl (nl ol satye> sl Jobe 2lggisd oyl (6 5F o3Il Sl g Fne slaosls (Y -0) Jour

SE 4cgaxs
Ddigoes PCE Joc Voc FE by Jsbo ool

(:Br) Jyo oo (%) (mA/cm?) (V) (%) (1) 35, VY S

SE1():+) 1Wird AN <1aY sy AS

SE2 (v:) Velod VALY .9 oA s

SE3(v) AL \#IaY <13A 2 ¥

SE4 (1Y) A VYOY VoY s \

SE5 (1) YIv§ Ve VA £q oy

SE6 (-) - - - _ :

YWY



5(V IOV MAICM®) ¢, s aizmen wdlion (p 3 &) SEL 5 OF & & o (Jgo S
5 SE1 ladiges b oadazsl sy Jsho ab 3laie o5 4y Jsc lade (VN2 MAJCMP) () iaS
FE jpolie el cows 4y (VY=Y alayl, 5l oolid b b sl (FF) Sasy Jole .ol oo SE5
9 (+1P2) o i sdwliwst bt 4 axgs b .cal s )55 (Y-0) Jgoz ;0 sowliwmsa
651>) SE5 lSss s o3la slaay¥ b sasaisle sla Jshe 4y slete FF lade (+/OA) oy a8
ok o FF (il e ol (p e (oo cdale (00205 (55l>) SE2 5 (pp (Joge cale 0 iy
5 &2 9 Mo ell g (olSwgny D3 Y mho je (b 4 Sl (See i o 55l e
-0 02> 5 (9,58l saias Jl 4 saias Jlail e pene ralS Cogo 4 mhaw (65 azS 0
(Y-0) Jsu> ;0 3o odwlcawsay (PCE) 65,50 hows aojlb molie VWV wsl by ye g
Jsbe a5 bgaye (LAVIFB) 003L o yiin 33 o yLid sdelicwsdy zull auolie .ol oo 555
a3l Joho 4 Blate 55 (AVIVE) o1 Jlaie %65 5 (e gy wges) SEL a¥ L susazsba
S azgs b ioli8l palS ol o (p e oo cdale oy iins o)l 4gad) SES @Y L ool
G e pp Ol GRo) (p S ot b colSugn aY (g5l ol yer Joko o b2
asle slaJobo 551 haws 003l solaab aslol po il sl (6551 Joaus ool B/ ralS
Ol e FF g Jsc Voo PCE Sl i slo jloges (A-0) IS j0 08,5 J1 8 o) 00 )50 00l
—A-0) JSb j0 a5 jsbples ases o lid | e Jshe o 5l 59, VY Glojiae (b yo (55)
s sle 4 lae cud i 003l il Jlade (1)) (o yieS 5 (LAF) (p yiiin 9 oo onalive (A
Gljloges aidlbige (1) 0y @ pp (Jo Cond L) SE4 5 (o0 900) SEL L3> slaaY (g4l
ok o)l (T3l el pn b ol il sloasy S bty wims e oLt PCE (s il
Gl VY e oo Ced B (g 3 Y 50 e Ol GRIB) eizres wlons
Sleyioe (b yo o sle eojl 8l polie .l sols zal3dl 1) oli] laswe j0 (0uisy95 Joko

Rl Jsb yo s e lad o sl 5L e 5Ly (o) sl ool 3155 (V-0) Jgaz 5o 59, VPV

YWYy



Normalized V. (V)
Normalized PCE (%)

0.4 41—ttt/
0 10 20 30 40 50 60 70 80 90100 160
Time (day)
NE _
E m
=? o
% 5
o
o
P 0.5-.
0.0 LA BRAE A R A S R TR O AR /k'— 0.4 o : Y v y ’ ) . Y L ’l’l A
0 10 20 30 40 50 60 70 80 90100 160 0 10 20 30 40 50 60 70 80 90100 160

Time (day) Timeiiday)

sk sl o) ey e Jio () 5 FF (2) Ve () PCE (Qll) (sl sla 05 (3-0) J
SE5 5 SE4 . SE3 SE2 . SE1 Lils claasy b ooisazsle (o o>

polie Gaw (pl b o (-0 JS)aslaile 295 BB o b Jelo Voo polie «yle jode
sl Jokw slp g Lmals VAY 5 7VY iy 4 SE3 9 SE2 Lil> sleay el slo Johw FF
Ot (z -0 ) wlasls yiol8l VAV g YYY (w5 4 SES g SE4 sladises g5l
JXN XY JAd 55 4 SES 9 SE4 SE3 SE2 SE1 slaaY ol slo Jgho (5l Jsc polie
Jsbw 053L (g laul was o Hlis sy y cpl (L5 ebas (0 -0-0 o) wslasils jalS /Y. g YA
Sae b oY cdl g b L (V) W e Jee Ceed L) SEA LAl a0 gol> (gund o>

el i sasaizle sla sl plo 5lobe 8 5l i ol

YVY



Y jleolatul b sadasle gand;ss Jsho )luly cle muosi (glp conl (\Son iz b
Dl sy (sl sandypS Johe lul Lite 0pd milae pp b ooVl Qi sl
0% s3e> 5 il sl FeslySy 5 oSl Jlsle 4 cel (See o b o (0l
Ol I3l 9 98> AFM  SEM sl (o) 2 5l Jol> il @ 4255 b ol bgrye p 0 sla
5> 3l ¥ g (P3HT) oyi> casms JUSl 4Y oled o Wlgh oo S0y sloasY ;5 g
WY b ColSugn aY Spie Jad i Ghbe elplo all ool 8l 1) gand s> Jole
el Sae i ole ol 1 g oo 31 gl yincad! b 5lS0g 52 bl @Y ules wile PSHT
OSen st ys> sk (55l Gl RS Ggw Sl aBl 00,5 SIS Sl s luky GRalidl 4
Gosk Lyl o | 535,50 bl sla Br jSssS sl Slas sl 51 e el
odlog, oS B 4 5eS lem 51 5l OS¢ aSiil colb relST aseas s 9 CH3NH3Pb g5 Bry
Sl Rl & jmis Wlgi o 33 CHaNHs™ o B (slagyss o jissd (iiSemp omizen [Alaily

Drvlast sas oolug, sbaY s lub

¥ 0, LSAL il Y Loud aslw a9 o Jobw (o) 2 Y-Y-0
P3HT:PCBM ¢ o> cucs JL|

(FTO (400 nm)/C-TiO2 (30nm)/Meso- jLLu L oals aizlus sl Jolo sy 45 Cond ol o
oxs a>ls 5 TiOz (350 nm)/SAL sample (170 nm)/P3HT:PCBM (30 nm)/Au (100 nm)
ol 3y — ok leaasin do sk cnl gloaasin 5 6550 fosd o0jl (gw)p ysbaie 4y Zul
oSl 5 (osSe oSl )olisS” Jlail Ly s 5Ll 5Lg 51 bty 5 (S 2l o Lo b
6l el b el sal sols jlas (Vo-0) JSb j0 layT i a5 o (6 5o 35l (pudins (,Su)
ol Jlasl ob,> JE> (PCE) 65,50 o oojb abox 5l o sbe -V 3BT 51 oot aculxe
J99z 50 Ran) s5lge Ceaglie 9 (Rs) (6 Cenglia (FF) (Sadsyy Jole «(Moe) 5L o 565 «(Jsc)

YW



25 —
[——Dark (W/ PCBM) .
() 204 ek (W/O PCBM) (u,")
& —— W/ PCBM (RS)
20 —.PSK g = = =W/ PCBM (FS)
- 1 —worcemrs)
z PSK+P3HT:PCBM| g 10 = = =W/O PCBM (FS)
S s .=P3HT:PCBM £
3] 2
c B 0
] 2
g 1.0- é
104
Q > 2
: s
0.5' Q
--------- -20-
0.0 — T 00 02 04 06 08 10
500 600 700 800 900 ' . : : i '

Wavelength (nm) Voltage (V)

Ol 5 oSl S i3 LPCBM 50/l (093 sla ok 55 -0l 2 JB loges (D) (V+-0) s

Y Sy Y Gir b (0) (gSae 5ol ) S 1 5 (i S 5L e 5y @0 oligS” JLs
P3HT:PCBM &Y ¢ PSHT:PCBM /culSg

Sl Y 6l ol ysr sl Jobe (2llagish sl yielly 6 S ol I s laosls (F-0) Jgoo
PCBM (50, /L P3HT o o> oo Jlasl 44Y 5 SAT culSug

PCE Jsc Voc Rs Rsh
HTL oSl Sz FF
(%) (mA/cm?) | (V) (Qcm?) | (KQcmd)
B3HTPCEM RS VWO VY AN | Ve | fIA Yy
(Vi+/o wt%) ES VY- VA 88| A | ol Y/-q
B3HTPCEM RS VYO VALY Ay | s | A Yy
(:) wt%) ES /Y VAIOR JAF | sy | vy \/¥-
RS Veloo Wi AL | eiss | sIA \I55
P3HT
FS VIS YA AR ease | e 1/0)

Y ;0 PCBM a¥ o, ,8as b aiss oo ylis ol ol a5 jshailen .owl sals (5,910,585 (Y-0)

US55 a5 jehailen ol 4l l8l 6 puKaiia ok b Jslu 033l « PBHT o,a> ouims Jli

\Vo



Sz @ diwg PIHT o8> casms Jlil Y (g9l> (sodjs Jokw 048 oo cvnlive (&l -V +-0)
03> onias Jlal Y (g5l Jobo 4l s cul (azsd BB Sl Gl W5 -l > Sl
S i e Yzl pl by 0l oo oo8 wilom glls Sl Ciliie cg> g9 50 P3HT: PCBM
5dg = b,z wlowy PBHTIPCBM [oylSug s S yidie gehaws b anglie jo PBHT /eylSas s
alex 5l il Joloe 4 wilews U, Lice a5 Wlosls ;ylas cpdioe o)l (65meS Lo
2o DYBTYLo s (S 50l o (5l s 0 2l 1Sy sloasY (535158550
oy Lol s Wil oo 08 oims Jliil &Y ok 55 Sglis L aSuyl 4y azgs b IS
Jobw 59 2 5Ws -0l 2 (Sl S imren Bl bgrye ColSug Y (55098550 4 Wl oo
salS 5 PCBM e b 5 s L1557 K00 b 5l o o0gs (0 MVIS) LSS 3
sty 45 s Sla Al 00, Jlb b By 5l (Bl by sk Sl ~olyz Wlows
ol b a8 ws abasde L cnl 5o cnlply ol snd @il 08 oo Jos waS 55k STe lge
Jobo oy 18, Glgsoo 981 g 0,8 eaums Jil slaasY 5 Collugy S i ol
59 51 P3HT a4 PCBM aioge cond Sl sl e 0,5 J5S 1) (gulSus n g0 )55
0 ya> oaums Jl Y sl ool ags slo Jokw ols Lis zoli ol oolaul Vi) 5 ) /D Sig S
Srtr 2sed slo il iomen g SYL 0o3L slilo Va4 </ S39 s, L PSHT:PCBM
0> oauns Jlil Y L oo aBle o Jsbo Voo ¢ FF Js¢ «(PCE) ool oSl jahay il 0
mA/cm? .\ +/ 5l es 5 & P3HT:PCBM () :+/8) ol sbo Jsbo & cons P3HT _alls
ol el a8l a3l /A Vg Ve VALY MAICM? AYNEL 4 /AR V55 AV
A Y (s> sl sl 4 o POBM (s3> sle Jobo 5 03ily (il381 1) (ol
G55 Jske soolEnisn 1o YU bl 115 (s3lse (slb e Hea> a0d o yLzi |, PBHT
GalS 4 e Nabioe dbml ollien )0 (Jigm laoyis 5 b pallbl jpa> cleay o

0 5> oo JUixl a4 ;o PCBM oS 5 5l oS oo Joke 0 [V YPlas salys (sjlge (sbacuslic

v



22
14-
o % -
o ~ 121 =
£ 18] T & I
< =
g X 0 O 10+
o 167 = -
- J(- J(-
147 o
12 T T 6 T T
P3HT:PCBM P3HT P3HT:PCBM P3HT
22
1.14

20
. — ]
i 187 T > _;_
g X o 8 0.91 $
o 16] T >
H
0.8- x
147
12 , _ 0.7 : :
P3HT:PCBM P3HT P3HT:PCBM P3HT

- sl Y Jelss Jsko £55 95 58 5 Jskeo 10 5IFF (9) 5 Jie (2)Vee () PCE (Gl (s l] Lo (11-0) U
P3HT:PCBM ():+/0) 5 P3HT o ,i> soins

Y KQEM ) s3lge Caaglin laie ;o (glabasdle BB ial5l ecenl ouds osliiul o] P3HT
olis cnl 958 oo ssalive Ren =1/ KQem?) Ll P3HT a4 ol sl Joko 4 s (Rep
S 0byr g Sedor Sile S (f8h Silge Lo yrns PCBM o sla ok 5o a2 o
e 5 Llojed sloary o Cuaglie 31 0 (Re) (5 Zuoglio 015 3925 Lo ok cnl )3 (oS
Sy Soglie PCBM (5l> sl ok o 1058 00 slml (g yo5 Joho )0 Ll 312 Y La]
Jolis sl Jsk ;3 (Rs) s5lan Canglin 2al33l g (Re) (6 yw Canglite idlS .canl azdly alS 35

IV cloaasein g lel Jolos ol 00 b sl 5l )5 (Sady Jele Liull 44 2 PCBM

ARAY



FTO TiO; PSK P3HT Au FTO TiO, PSK PCBM P3HT Au

e (D) P3HT o (35598 Qi 5 (alwgn o5 Jsko 5o U313 (D 51 slojloz b (VY-0) Jses
o sl 55 0sSdl ! Jlisl o il wloyls PIHT L5 w5 collusgy Y ,0 o5 sloisish

P3HT (3) 3 P3HT:PCBM (z) ol (sunds 55
PCBM Jolis sla Jolw yigo 003L a5 sl oais oolo las (VV-0) JSKo 0 diged p2 5l Jolw VO
O wiS oo s 0,85 caums Jll 4Y lgicas PSHTIPCBM b gl ax 51 .00 oo ol I
-Jil oole g (HTM) 6 0> oaims Jlal oole i cod 5 40 oS 4 plaS ;0 PCBM g P3HT
Jesl Y 0 PCBM 0,5 Gollae 31 050080 ppd sl aiiS oo Wl 1) (BETM) (g 25Tl oains
OS5 B cmyp 390 oy n by Johe o Ssldggnd anlp PIHT e saims
sl iz ColSugn 4Y L 6398 sl (ullwgn Gard o> Jokw o (V-0 S
(P3HT) o,a> o (TiO2) 9,8 samo Jatl Y @ cudy @ sddady slee o> g 49,5l g
a¥ o 5 R sleesyy «Sollygigh wnls Jsb o (0 -IY-0 USE) wih e JW

Dgl god o> Collugp Y lawgi b yeigd 5| Lan diged lacas ‘o.;;;é|6A sl collug

VYA



Gigr (195 99d o0 crge gl JoUSU kg a3 g laailsj e g (Sigw sla s sl
adgi i pels 4 e oS (0 SIV-0 USD) Wad obul cendinse (6B e oS ools
ol (g sy 55 slashs 5 033k Bl (slap il 51 (ol NNYV]w00 grns]
0% zeedsb b amlie BB ulugpn gand or Joke ¥ Culbrs o5 cax onl 5l Grizes
Lol Y wm [lsbe L3 50 et (i 45 900 2 5 (5,58 JBIN Cenl (Sae Bl o0 (595,
L5 odx g Aed pes Joke 659,18, 50 LaY elas [NYAIG VY-8 JS8) oS
Loy ailg gad aogigh 5l (pham 00 (St bba¥ S i gslaw ) oSl 5 550 4 ol
Bgd wd PBHT @Y lawg aslg oo o3l slarygish opl cplply Kgd ol collwgp a0y
Sy adye> ook o esliinl Sy9e pgwye ek So PSHT (z -VY-0 JS)
Zsedob s3game 10 YL i oo 5 35Ul sles 0 VA BV g )lg G5 lls a5 [V¥a]el
- Gl @i b Lt PCBMUP3HT a)Y (o (6998 slagysis 5l (& iz il Sy
- oo olas L PHT @Y jeas 10 o ialil cdinb opl (o -1 =0 JS3) ceul onds 0l b
oY Cd> b o FYY M g0 zeeJsb o PSHT SgienS! ald jpax> pues om0
Lt @ Loy ginST ¢ ulmg ok 10 cnlplo [V Felogs oo canlie MAPDIZ/ P3HT: PCBM

Sipl O Ll W8 o US55 PSHT 6,85 cams Jlal aY jo aslh collugp Y 0

~0+ - meV) ob; el ;o oginST Siny 550 NFVIY e meV) collugp o5 S
oy oaimd JWEnl ools | (bgle ol pln Wgd sod 1325 361 slos o o] cul b [YEY el
el 45 e o S5 | som (sXenl ol Wign S calis 19,3l 0y oole S L P3HT
(550l (po> o ign LSl S (oo @ald [ HTL o ai5eSilngisd lagginsT 4 jos
S PBHTIPCBM 5 ol (650l (g0 yo slo sl o azd, IS &y Jldayy o bl Ll

sais LS 5 sl ol o IV FY el ladad ol 38 o 98 — youds zooye liine 5 Lol

! Bulk heterojunction

yva



0.25 N)
(@) 1.04 2 = With P3HT:PCB
. : _§ ©® With P3HT
— 0204 ,
2 = With P3HT:PCBM 0.8
e e . e With P3HT
= 0.15- =
5 : Z 0.4
= " 8
= >
g 0.104 .- 0.44
g "
2 > .
= 0.05- ‘g LT 0.24
il TP ° L rTILEE
*Soweee wooe
0.00 - T - T - T v T 0.0 g T v T v T v
0.1 0.2 0.3 0.4 0.5 0.6 0 5 10 15 20
Voltage (V) Time (s)

PCBM 0 Il (5lSs s (5555 Jsbo 05,501 pas Jobo (0 5 5 e 51y 2 Jlasas () (1¥-0) JSs

SIS e o colis b 03,8 395w o aSeh G b igd e bslie ;%005 Loy
oo wd> slaysish wgw PCBM jea> [VFFloss lay eS| ajos 4 yonie a5 aims LSS
sdindy Ko (5 55 PCBM 15 o o il33l (6 Kaiizr sk |, olyzsiss o PBHT Laugs
dslie i woles PSHT lhwg ouds iz sl ygnS| 4iod cge g 00,5 Joe g,
ol |, PCBM jgi> 0 ob,>sigd ial;sl PBHT:PCBM ¢ P3HT Lels (cond)ss sl sk
- go 0,8 oz JWanl Y o 4zl ngigs L sl el opl a5 cul ] 51 Sl a8 aas
sk ol CulSag  4Y (I -YY-F) SEM 5 (z-YF-F) AFM 5l sunlive b .ailons (55
mso Ve MN s 55 sl g cuns cS eSS als ColSlugp aY A pain oo (SAL diges)
A 99 Olgie 4 badlsj o g (g sbao i S5 4 jomie dtwgl 525 5 S slaals sl
SiiSTy edeas [VEF NV FO] wgd o Mol alisee sla iy, b oS asl oo o Joke cpl jo Lol
Nigd oo JFUS Sty byl anails o520 5 (i jek a5l (ullug n sbrosle g @
g ool Jodiegie TIO2 aY L HTM e (ol 4y e a4Y )0 09290 Sigm sloo o>

STy ans Lials 1) Silgsisd o3l wilgioe oyl 45 0S o Slomsl (6lge ouid 5L yrns

! Interpenetrating bicontinuous network

YA«



2 0y (&JN
250- 2504 |2 02V
¢ 04V
200- s00] 1> 06V
.S 1501 &
N 2 N
10045
504
0
(3) ()
2509 = With P3HT:PCBM
¢ With P3HT 'E ¢  With P3HT:PCBM
2004 = . ) =  With PCBM
g =
N N’
S 1501 3
N k-
100- S
(=%
«
50- ©
ST ) T G e
0 200 400 600 800 1000
Z'(Q) Frequency (Hz)
(o)
R1 R-tr R-Rec
C1 C2
h h

(@) oy samaslisl a¥ Jols ulusn owdyss sbadshe ouliel il (@) (VF-0) s
2 3b e o albiend Cudyl () ) SUN il cos lasl 515 5l sali e PHT (o) « PBHT:PCBM
JJte ;3 PBHT:PCBM 5 P3HT o i sums Jizil ay¥ (sl,1s (slaJsles ConsSili (slo simie (5) 5 uilS 15 o
b
o=

o 53 PCBM 5,15 15T b bls)l jo jian oluje N YVIal o 2elS Voo o FF olis

2l a8 0 sl Voo <l slags S o il jslane oyl ay i alonil S Sl 56T Loy b Jsbos

YA



OF-Y) alal, 51 55 (T0) 9, e Jsb ailoads sols plas (@l -1Y-0) IS )0 ool Cawsoay
P3HT s> sloJobos 43 G PCBM Lol (g0 jo5 Jobos (o —)¥=0 JS5) el Cwoa
el 5 oS S ik 25 ) S &5 wwmo e (LA Voo 28l gl ]y 65 Yk o Al
« PCBM (s5l> slasb ool (o5 yiian e 53580 (o) n ln il b Jolo iinn
> o sandyer sla sl slagely ai alxil (EIS) uilogel coxiwcinl (slags o505l
(o o Gl -1F-0) S ;5 ashad 50,0 uilagel feuls il cod Gilises slajlily oo oliss,
Gl ZVieW 5ale 5 5l eslital b (6 =V F-0 JS5) Jolee o S5 b lacinls .ol sy ools yLes
F-0 Jgaz 55 (0 -V F-0 JS8) b e byd o uilael slagenly 51 ol sla il )b asos
HTL o Rir) b JUsl 4 bspe Yo sba iS5 >lsi 5o ool onalive o plees -ilonds oI55
ol DVFVIaal oo M 09 2SIl o )b oz 5 colSugp Y b oyl 5 i olaw s ETL
oY Sitie je 50 Rre) TooS 55k Caglin 4 bype o laudlS R 0 oad caslin
Coglie 500 Rs Canglin NNFANVEV]0il 0 Co olows cud )b lyls 5 TiO /eulSus
=0 FTO 05,5501 5 s (6 Conglio 4y bgyyo a5 il oo YL S )3 4l 50 ool cvwliv
(o9 Gl -1F-0 JS5) alises slasldy Jlosl 5 olidy, o Jobo £330 RRec dulie .03l
3 yeS oS ik F 5 eaimolid a5 ab oo (il38l RRee jlaie PCBM jea> )0 wos o ol
I, PCBM 54> ;5 Rrec (ial3dl il oo oal P3HT ols sla Jobo 4y onns b Jokes !
S yde gohw )d 35 Shlse Gl e 5 o al B 5l oS 5k SThe ol (S a4 (lyiee
ool asl o PCBM el Jsbo YL oo3b b 33les jo bl cpl 0,5 bare CulSus
Al ladels coS 55k (als & plgies 5 1, PCBM ool slaJsho 5L e 5ty il
- oo 2ol (Rrec) oS 53 Cmglite Jlos! Lobl 5y il 31 b Cpiorad 315 Eoons RRec (238!

o 20l oo idon Jleel 5Ly 5o 3L sla ol s (S15 4 bge a5 (z-V0-0 S Wb

! Transport resistance
2 Recombination resistance

YAY



by Comd b o) o FF sains 5Lii PCBM elss Jskos ,o Jlas! 5ds L Rrec (2alS 2eS
(Gl =V =0 USs) IV JUT 51 ol s b 38l )0 4z oyl 4 ool PCBM 55y Jskos
LAl S lsieas PSHT L PCBM Liglie coul (Sos o(Rer) JWisil Cossliie 550 45 Lol .ol oo
- Jol> Lzl PCBM L5 a5 ams o 5L udliel 5067 s K oS Jas Wi Jlis ol
AL PBHT (ol sty g5 Jsbo 51 (i JUi] canglio a5y 38 gos P51 s 1, o1 o
L 05,5 Ssaiad,s a5ud < PSHT:PCBM wb ools pudes b a5 jshailan .ol oid yiaS 53
St islshise ol Woad bl wa b 5 ol 5 45 Ceul gy S e 50 sl >y
odle 4y i 4 ) loojim g lagyg Sl il oo a5 WS (oo ool YU 2l ST S e 50 4L
Coond b ol 10 b rozd pudlSa gy o sl (0 -VV-0 JS5) woo Jlasl oni pdy ¢ oaims
2 6lp (C-F) uls 5 -cas b jlogas 4o .awl Cawoas EIS (525 03lail b abkises <o b ab>
4 bgye i 0l 3529 mb R 5 Vb SR 4l 9o o laged 90 sk g5 g0
Co S5 L1y oS b mlS b 4 bge 4ol s C1 LS5 L 1) ba e o YU sla uils
Sl b G bl e 5 cudl G35 bl sl S s ol S se 55 Cusdle
~Y Gl iodad ol Sl LG cgd )b o YW C1 2l oo Cawsas Jolae 5yl Jow Lawgs
Gllae DVOY1¥A0ss o bgyie (o i 5 S slogais Jie jsha) colfugy slo
g 53 S e 4 bgpe Ygera (C2) ol lapulS 5 53 (G35 by % lailS
ES > a5 4 Sollugn 4 090 & Sl pla)l plrals 5 Gand)e Sk (laS i
33 ) cud b agd o smliv (z -VF-0) JS5 0 a5 jehalen VOVl g s wiS
sl S alls PHT (g5l Jsko 5| o5 32 asipe 3 POBM Lals Joloo 53 cymly iS5
i cad, b Sl o 0,0 caims Jlail Y (o ol 9ol Gglas s aSyl blsay

[y p S yidn jy0 b g 0,0 onsmo sl Y a4 les co |y (Co) cpmly uilS )8 0 olSiws g0

1 . .
Reorientation

YAY



bl 2l S EIS glaosls Julo 5l Jols b (F-0) Jsox

o i o Jiil &Y | Ry (Q) | Ree(©) | C1 (Flem?) | Cp (uF/em?)

-Y

P3HT 0O/ | BIA/A YaA

-V
Y/Va X Ve

Sy sga> & bape Galls PIHT Jolts Joko )5 i Co S5l cod)bs 08 bgpe HTL
0y oas Jlail Y gljls Sladad jo .0l oo PSHT o colSugp S i mhaws jo yiiin o
33lg3 o a8 cul o3 P3HT el wlakad 5l S Cp 5 Cr 5315 <o b 45 ,» P3HT:PCBM
— by wlens Lide @Vlie 51 am 0 il oo (G -V --0) U 50 oad oaslice wilewwy b
axkad 90 Oglas L (uizd ol o Ll [VWFloaul ous sols cod culSug 65905890 4 55
am 4z 81l oaile (Bl i o ColSugn Selsdige 9 Wl e suims JUl Y s
VY] S oo ) Jobo iy jo Sl o285 (MAY 5 1Sl ) o0 &l Wiitins opuiione
50 55 = ks Wlawy ol HUAT ulply Sl 009 2dy GGl Loy (piils )57l yo (S
-0) sl Jsis il 4l jalS oyas saums Janl 4Y b collug p Y S jiie mhw 08 il
L omb s Yo Glapls 8 )0 w4 G 5 G G515 glaced,bs ol Jol> mls (o 5 10
L G2 05800 ovnlive a5 jshailen wias oo (LaS Joho €55 99 2 sl bl 55 5 (b o 2
il b alls P3HT (g5l slaJoke o Lol aili oo Liul3dl ankas o5 1o (slp bl 5tg (2ol
5 O & 4 bgpe a5 b oo GRIBI (Fon ade 0 LG e 8L 1PV - 5l bl 5Ly
JS8) aws ce (Lid C2 L Cp aslie ol o0 ETL/ oS 5 HTL /oSy 550 p0 0L 5 50

LCo 55l cud,bs ialdl iomen g laie Lalls P3HT Julis Jsho ,o a5 (o 5 I -10-0

VAL



3.0 10" 5 -
(o) _ ‘ ()
2.8 - —3— With P3HT:PCBM
o .~ 41 —o—With P3HT
v 2.6 o 1
= =
2 2.44 / . = 34
: / s E10° NE
& 22 S
~ o —° e ) o
O 2.0 u/u & —
1.84 a i
i
].6 ’ i y % 10-5 0 L) L) L] L) L] L) L]
0.0 0.2 04 0.6 0.0 0.1 02 03 04 05 0.6
Voltage [¥) Voltage (V)
600
(o) 800+ (@)
500
* E:
£ 3001 o 4004 \
2009 200 \
100 .
L} L} L} T T T T o L) L) L) L) Ll L | Ll
00 01 02 03 04 05 0.6 00 01 02 03 04 05 06
Voltage (V) Voltage (V)

sl sk Rr) JU! Cuoslio (9) 5 (Reee) s 53k esslie (@) Co () Ci () 535 by (V0-0) U

Slesl glaslly caws n PCBM (y0u 1L 20lSug  (goudis>

C1 sl Lalls PBHT Jolss Jshos ;5 eizman (F-0 Jsoz) wibios Cr 5l i Jlasl 5105

DOYIaS o sl (6 yin cud )b oo jis o Loy xS0 sloals 4 cond baoyg S > alls

2 Srse GlaS ia mhaw 3 @S Silgisd bl merd g Co wb lo A3 a5 jslailes

Jsbe lp Co polie a 098 oo camlice (o -10-0) UKo )0 098 o0 sbnl (gaud o> Jolw

s lis pl el S L3 PCBM (908 Jslw lp ol polie b auslie ;0 PCBM (g4l>

y9e8 oo & cpl Bl e Jse g Voo (il 38l a0 o HTL 1culug o o [l o S

YAo



- o &S 2ol oo RRec ol 8l b gillay jo Slasliv (pl .ol oS i o (9,0 5l o)L s

A ool T

AN SB o3l oY dcgomo b oud aislu ol y95 o Jgbw (o) F-Y-0

(MAT JT o5lo i (5,135 ,b oyloj ko
cdale U MAL Joloo b oads ags MAPDI olSus s S50 slaayy o505 56 o ase ol o
00l (wyy 2Wogisd syl 2 PDla aY (55, » it o)l L slagle; Ly Y mg/ml
¥e) SB2(asl Y+) SBlaslt ) il slay Joli sard,sr Jsho O ol 4o ool
-0k I Jloges (VF-0) JSo jo .wiuul el SB5(adl £+) 9 SB4(agl ¥+) SB3(asl
el oWasisd sl el b ol oot ools lis sadaisle o s sl ok (J-V) 51U
Jlasl by I ((FF) (Saiy Jele «PCE) (sowd o5 Jskw 035L auile by soeie ol 5l oo
(0-0) Jga= ;0 Rsn sjlse caglin g (Re) s Conglin (Voe) 5L e 5Ly (Jsc) obgS
63 SBA Lils 4 b ouds aisle (gods o5 Joko 0o oo ol ol dnglie .ol oad b )l55
MA/ICM’ JAY/-¥ 55 4 FF § Voo « Jo PCE oo cud oWsggd sl yal, b o e
SB wil> slaa¥ dsgeme b ond able gond sb by sk oy ,o /FF 5 +/AY VAT
slay Cdo e SBL aiges 3l e 4y 0005 o)Ll (Y-F-F) oy j0 a5 jshiles abl o
il oo oSy Loyds (FF-F JS5) B0+ MM 51 5L zge sk sgamme ;5 SB (sladiges dcgorre
Pblz &Y bug i 4 bae a5 00+ MM 5l S sdgame ;0 SBA @iged j0 0l puies
SB4 &Y ;3 Pbly jieS jea> 5 sonl 45 il o SB5 § SB3 SB2 sladiges j oS il o
plo @ Cod (YY) SB4 Y Jolss Joho o03b o YL LYo 51 (SO cplply bl go
S ¥ ol o Phla eS Gl 4 bgyye Cesl (See SIS cpl jo 0l s p slo Jskes
S5 9 sk Sgetr 4 e alSug Y o dge Glie 4 PDl2 jea> 155l (S

YA



& 20- SB4

£

=

<

E 15

=

(7))

S 10

o

=

=

5 5+

(&)
0 v T v T v L
0.0 0.2 0.4 0.6 0.8

Voltage (V)

Sl slaa¥ Jolis oads abos o ys5 sladsle (J-V) 55 - Lz JBs sl jlages (VF-0) S

SB5 5 SB4 SB3 SB2 SB1 cylSus s

sy dsgorme 3l sondy> sladshe @Waggd layll (s pSosll 5l )5 slaosls (8 -0) Jour

SB wil>
MALSIEDR S | esst | e Voo | FF | R Re
s
903 (at) (%) (mA/cm?) (V) %) | (@em?) | (Qcm?)
SB1 iy VENE JAS| ey [ A -
SB? v. VV/AA VPO Viee | oIvE YIA ot
SB3 Y. ANA VONY Ve | el AIF VoF)
SB4 ‘. VY[ ¥ Vasy. Ay | e Y e
SB5 5. AL-Y VFIAP .12y . 104 ary o

oS 5 opl yiien Gliae a5 (I 50 098 e (sl j95 Jobe 003k e (pl pln g baails e (55l

oeizmen 100 NVOFlas wales o Cds LmalS 4 e g 039 peaw 0 oy Jele 055

YAY



009 Sy Jdoay Cul Sen SBA Q3 ¥ L oad aisle gundye Jobe ool bl
5 5, Ssk ol plnln ed oo (FaSTy Sialidl 4 i CulKasy slaails lawgie ol
5508 e 3 DNOY 08 0] wgs Y jo b JUS! sgue 4 yaie Sl o S5, eled alaw
Jobo & Cod (+17F) SBA Y Jolts Jslo (g1 (FF) (Sudpy Jele ala>de JB rals cle
=o3lail 5l Jols b cail SB4 a0y iy 605 4 bae cal S (¢/YYF) SB2 &Y el
4 S 6 55 ) ails Lawgie ojlail (slls SBL aiges 4z ST ams o olas 55 -k > slas 5
ool sabasdle LB ol ail o 5 5meS Voo o dso sl o5 il o SB5 5 SB3 sladiges
2 ks gloe i jpa 5 SS1ESOU cdeds cnl (1Sew SBL Gl Y el Jshs jo Lo el )
Y by (Ti02) (98l esas JUsl Y mlaw JolSb adgy 1n5 il @Y ool o
oals yibgy >lei g 0ya> caums Jlal Y Jlasl 4 e (W -Y - JS8) SB1 culSg
sl [V ¥V g so 0yi =9 580 oS 55k Gal8l ol 5 092801 oo JUazl Y 5l oot
=y G2l ale Jolos cnl 5o (2t lyz olml o j55 e (Hle Bk 5l (55lge (sl e
e wilgige 9 00,5 Jes (5ilge 95 S aile (unlye> sk Jolae lae 0 (silse slo
DVOA NYV]ss 8 (PCE) 65, hows o5l 5 (FF) Saip Jole g Voo abasdle J6 als
WY a5 (2l 0 1y 0ed i el 4 e Wl oo Cullug p mhaw jo (Swsnl izees
JB ol a4 e Wlgioe (nl g a8l el Gl g jeee Sdeay )l 352y (g n
sloay dasgeze ;00 laJshe 4 cod SE1 Sl Y ols Jsbo jo ()b yzgisd abadle
e oS al e (Fe-F US) SBL aY s i galasdle LB malS oss SE il
slagais b ol o5 Jod 5l dadilyj e (9,0 b (03 50 s )lebe slopalii o ail oo cllas
~ay wlgs e gl ol VEe V0RTaiS o sl 1) L (eIl ls a) als slagl s o cniiim
FF 5 Voo 4zl j0 g ool Jul> Syo0 mals 4 e g 00,5 Joe [b oS 550 551w olsie

Oeizmad 5 Al S g o5l slls SB5 5 SB3 Lil> aY gs wix e [NEYAAV WL als

YAA



103 ——SB1
—r— SBZi
== SB3|
—r—SB4|
—)— SBS5|

14

Electron lifetime (s)

] N NN
- R
J\g\)\“_:—)?‘] >

001 ” T v T v T v T v T v T v v
0.0 0.2 0.4 0.6 0.8 1.0 7.5 10.0 125 15.0 175 20

Voltage (V) Time (s)

S ol o a5l (55,95 sla sk 09,550 yae Jobo () 5 3k e 51y Sl Jlages () (1V-0) S5

SB5 4 SB4 SB3 SB2 SB1 culSuwgp wdl> sla

oS ailin pln Lol jee 5 i izmen 5 (o5 & YA USD) L Loy slaails; s
P50 Sl on 4l (nl Sl (o0 SB3 I eSSBS Wil Y Juolts Jobo (2lg5i8 (sla el
oSy Y ;5 Pbly jeis o o Lil U3 a5 jelailen 1,35 wsl SB5 Y jo yiawPbly jsas
@ e (Collugy 9 TIO2 o ;o PDly (oS Jladie 0529 i Jas adgo juiad aile Wilgs oo
ShasS oo Jb pe 1) Sollugn 4 gl )0 oS 55k SThe 5 0ad ollsgisd slo el b sgne
033l g 00,5 Joe Sy Sl Ble o 4Y S plgieas oS5 cpl ol ke jpa> )b
) Pbly jiS1 a8 595 oo Jol> 85 003 cp i ool plon [VFO NV PFluas o 2alS 1) Jobo

Deploss hos collugy bsle 4 (don

@l (6,105 L ol booads able sla Jokuw o )L slo ol Sl cwyp johain 4
) oo jlomige 5L e 5Ly cdl sla s (VWW=0) S 0l alosl 5L jlaw 5Ly <l 5JGT MAI
9 0355 PeelS 5l o walioe o IS cpl 3 &5 jshiles s oo i ey 4 S

OLis o5 WS o 3l b sk nlo ) 5 4l SBA wiges Lo 4zl Jobo 5lgss rimeas

YASQ



Y Jolo Jolw po cnlplo (@ V=0 J508) coul jtivn Jolw cnl o o ol> yoe Job vas o
St Jol (nl 033l 4zt )3 5 009 e b Jobe plu jl o ful> oS 55k ce o SBA 3L
bwgi ool wdgs )b o Juls jee Jsb (oS 4 e (5 )sh LSl ;o 29250 sl al bl e
el talS g oS 55l g e cger oS 5k (lge (Sl e 15 00,5 Ol Y o g6
b oasslail aloas 35T )b JWES poae 50 aislgs co S pide obaw cpwizen VY lwigs o b slo
2 45 Gliee st L SBL Y ol e 8 58b Cov 1y oS 5k Sealins 5 00,5 ol
L @l 5o 4t nl &5 wdlios (V-0 IS8 ) 69280 jee ok 50bsS il Lol e
D3l sloary dcgome b oad wisle gladsle nlo ar S Joho cnl )3 003k Gl 00 a5
(o -VV-0 &) SBS &ges 4y Cund SB3 wigas jo o9 xSl jin joe Job uiren .ol SB

Zewl 38155 ;0 SBS &y s SB3. Joloo yiiion 03L L 3

2 SBA Ll Y Jols (gund 93 Joho 45T ams oo (jLis oae] sty s anglie 5 ow)

Ll 003b s lle Al Fe L ply MAL Jelxe 6,JA5,L ley b ool aps diges

V4.



Y4



99y & 09 jidaw MAPDX(X= Cl, Br, 1) s Swgy soa¥ 3JUT uls V-7
S0 S5 Ly

ladisas 5 L35Sl Ll lyls MAPDI3 oy Lels culSusy digas a5 ol GLaS oy ol
3 Opizmed il oo xSe ,sls glls MAPBCI; LIS 5 MAPDBI oy (s5l> culSss s
gt 4y oSy Ll glal 0S5 bs, 4 a3l o, MAPDBr3 5 MAPbI; cladiges
5 orieS ile cos B wond iSas CulKugn sloayy o Pbly s PBBr, oloS 5 o 48,5 ISo
Owizad 55 MAPDBI; 5 MAPDI; (slaaiges 45 sleie cosi i ds o5 sl Lawsgio o5l o sy
09 a8 0ls i sdel Cuvods s 28l il adle Ja glad zalS L laaY ol 6)lg BB
5 ObSs ganail b Y 4 plitws 4 ;00 glal> o ST o9, 0 Pl (pwiige 5 ($9933) jpa>
3 )8 Gln (Pl as 08 g0) LY (ol 5 0p pealess Bl mhaw Adg 5 cSleS

i cawlie O3> Y leie

(MAIL) JT oslo iy Jskome 53 559805 plo 53l Y-5
Pblz ;o MAI JT sole 3585 ¢ 9abge ylaj (ial38l L aisls oylas JISepnl 1o odnl Cawsay gl
Gial38l eizman 9 o S5 MAPDIg cylSusgyy Jol Loy sl 5 a2 0dy &0 ais5a
maboe Gloj il b cplpegdle o)l ba¥ culks (ol o e BB )"-’L S9abse o
MiN 5 9abse loy a5 ol Hlis by oy 2 @S oo 201 05 sl Gl 2 )58 BB (559

el slio MAPDI3 oSy s sloasy LS5 gl V-

MABF:MAI o3bo vy Jolxo 58 (5y9abel loj g pyr ¥ 3G ¥-5

9 SolSwgn oS5 50 0ad S)ls pp ol wgygabsd Gloy Gl Lol Gla cwp cnl S
3ol ags slediges o g le BB SO b o Gl S Gl 4 )le BBl b
oS /) eV Tsgas (4l Yo Soe s s 90 Tov o) S Slasay cas o LPBL Joloxe

AR A



Vo e Al B0 90 £ e) Saud JlisaY cepw L P Joloe 5l ool ags sladiges )
eSS SlEsaY ey b oo 4 sladiges ;o aS el ol 5l S amit cpl abb e (4l
Jslowo 3585 ol &y e POy Jslomo s 2 Ll slis Julo & Pbla Y cualies il
b g b el 335 0 5 Waiges XRD mlis b oyl a8 ol o0l Pbly 44Y 5 MABr/MALI
4 4B o0 Veoe Glas ¥ Ll i L P Jolows 5l oud 4 ColSng p sladised @l (nl

Ailioe Fomlbio oo A larear 0 )5 sl p aids Ve (g 5abse Loy 5 U T s

MAI s3logsivg Jolxo 55 (5 59absd loj 3 oy ¥l il F-5
sy S5 5 005 Sls MAL (fiso wisysabsé ooy Ghalidl b ol i oy ol gl

Al oo malS (1210 0502) Sy olime 4 5)le BBl by 9 ol

MAI JT ool oy cdilé 36 6-#

Jobd oy s> Jobo a2 Lgaye 0l S aWggisd sl el cn e slo plis (om0l S
G ye> Jokw e il e ¥V mg/ml clale L MAL oolo g b onds gy 3> Y
s clls Ve mg/iml clale L MAL ol 5l onls ags cullugyn ol Y Juls
5 (W50 i (nlpl) dls ojlal (0 2SareS Sl Y (nl 1) e ollgsies sla el )y
& Sged (ol 05k sladel> oS 55l Ol ey Gulple 1aBlioe Ho DA (e (n eS
Sl 5 53,5 (el 5l ey ol i b Jsk nl 5L sl sty 28l BT (izren o e
mg/ml g - cdale L MAL Jslxe 5load ags @3l ¥ olis slo ol 5llggisd 1o (on
o slo lo 5l 5 atwnl iged onl b oads als Jobo Sllgsmd (rizan 05 (oo ounlin ¥

e 33155 55 ke o b glie 8 Jsho ol (5358 sloially ial381 L o S a2

Vay



Pbl, cuS 55 50 MAI Jolxo 6,135 ,b oylojone m5b 55

Y ;0 MAL Joloxo yign 355 4y oo 4l $e b (g)105,1 (loj Gralidl ol Glis gy cpl S
E"L‘" u)‘ oD és.u.)sa J.:A.,_: MAPb|3 wl_i.wsﬁ wff a UT )| (S i )L&.E.A 9 03D Pb'z
A3l oe VAT 8V Togam) o)y BB ieS sl il Jao 6,184 ol b aiges ols ylas
A oddlie (gl lroya> jga> 5 Lraily o Siwgul Y I SEM ol o yusxes
shls (Yo nm To9q>) ails ojlail p S Lasl £o g Ve G IA5L oy b slodised yien
alb ¥r Ak ley b dged o 095Ul yee Jobo (2 e 5 5 e 5Ly <l 0 S e
Jol> jae Job o yiies 9 50 o 5Ldg il o ieS 9 (VO NM TQS») alo o3lasl i glyls

g2 sk cnl G 5o 005k 2 SYL (izre
(¥ mg/ml cdale UMAIL Jglxo) MAPDI; 4Y oy olojoe 56 V-

ol ColSug oS 5 SCis lie 4880 V- U con ley Gali8l L ols i ) p ol mls
Sl g s Oliee e Gl diged (nl eizmes b oo RS S5z Gliee 4 55l BB
Comd 4880 Vo Cou loj D b diged aS ol lid gy ol plplo 09 Cdo (i o yiion

(f+ mg/ml clalé LMAIL Jglxo) MAPDI; a¥ oy olojesne il A-#

Oley s 9§ mo/ml clale L MAL Jgloo 5l oo ags MAPDIs colSugy sloasY o)y
40 slada>dle J.ulﬁj.ul.swu Oley sl ole las aa 8o VO g Ve 4 0 51V 2%C sles yo Coy

5 XRD (sl ol 55 50 0,05 00+l s e Jyb o Lo S5 5
)’| )JwL.o 4585 - Con UL") Sde jd 00 AS ""’Li'*‘Bﬁ Wff i ol ul.....o SEM

Gl digos gl

V4¢



MAPDI ;0B Ix oSy, S 55 50 2 (T ol 55T A5
s5a> e aY ol ol sls las MAPDIE,0Bre culSss n oS 5 55 o Gia¥T 30 o
o 5l i o Rl L g e0gr 4l Lz 5B Gl ¥ 0 e Ced LAY 5 pp
Lools olad @bl eizred WS (oo et (oS 4 alsT oz 5B Sl calSug LSl VY oo
S e YT s iged dadisad al o lior Gl )15 BB S )0 a8
2 pr e cdale lEIL ol olas @bl (pl ss e @3> eizres 9 55 Al o5l
@S b Gl (Jobo obsS Jlail Lz (S 5 Gial8l sk Voo) 5L jloe 55 et
3l Y el Joko ols (Las 55, VY Doy sl cnl 5Ws -0l 2 6 xSoslul 5l ol
Db oo ke acgezme pl 10 g lal o i lyls ol el Y badd bay w e cad b
Sl Lo 595 5 003k Gy )l e YT oo Gl Y eld Joke wiz e izen
35,9 45w (pl 5l Sl mls cpl el alils ool ralS TAD 55, VY e by S

g se Joko 033l (ral8l 4y oxie g
P3HT o yi> ouws JUiil 4y 10 PCBM 8,8 515 15

»plo 9) Jsbo 003l w0 e sasms Jlail Y ;0 PCBM 0,5 L ools las cwypm o) ls
el mls Geizmen oo (RalS 35 -0l wlowy g a8l alid) (2l s 2l
12 S byl 5 Al Gl PCBM Lol Jols 55 55l Canglie ols 5 ol 51U
oAl PHT Gl a¥ el (slo ok 4 o gladazdlo BB ol (il 9 YU (S8 (>l
Sle iledWd e @b 5l oe eains JUml Y ;0 PCBM b cnlplo adlboe S
oS ulpls 5 b gladel> oS15 pals 4 i (olSugn S ie gl o oSk

iy oo S9ae | Jobw (2Ugsigd la el b 4 g 0nd b sladel> oS 55k

V4o



ST ol gl Sloliuioy 115

Aoy ,0 Slidss delol gl 1) 0)lge cwdel Cavots s § oo plaul sloipgh a4 axg b

g se Seiiny p SlaS F aly » ol SlaS S Al » sand 0> sbedsle

Syl Gl jelaie 4 oy b sadle ColSugp cuS 5 50 ey g a5l eslaiul )
(RS (St 9 Jolw

oy sl osliiul b (5251 5 08> oaums Jlal sloas 5 Collwg p S il 50 S5 -V
glSwg p S i zolaw 5o 8

Seete Gk Sl Sellwsn aedyer sladsbe 5o W50l Slewy S S e Y
ol n slaS it Jad g ColSeus 559198590

sle gy 0255 Gk 5l lal> oSS gy 4 Al ul) (olwgn oY cudS sgp -F
adgl Slge Jolome 4 509381 glgil (yoges adlil g Dl ws cilises

s LSl s sl sk (reizren 5 pdySlasil urd )93 sloJshe oSl -0

Y41






[1]

[2]
[3]
[4]

[5]

[6]

[7]
[8]

[9]
[10]

[11]

[12]

[13]

[14]

[15]

[16]

[17]

Yang L., Barrows A. T., Lidzey D. G., and Wang T. (2016) "Recent progress
and challenges of organometal halide perovskite solar cells”, Rep. Prog. Phys.,
79, 2, p 026501.

Yin W. J., Shi T., and Yan Y. (2014) "Unusual defect physics in CH3NH3Pbls
perovskite solar cell absorber”, Appl. Phys. Lett., 104, 6, p 063903.

NREL (2016) Best Research-Cell Efficiencies. Available: http://www.nrel.gov/
ncpv/images/efficiency chart.jpg.

Motta C., EI-Mellouhi F., Kais S., Tabet N., Alharbi F., and Sanvito S. (2015)
"Revealing the role of organic cations in hybrid halide perovskite CH3NH3Pbl3",
Nat. Commun., 6, p. 7026.

Knop O., Wasylishen R. E., White M. A., Cameron T. S., and Oort M. J. V.
(1990) "Alkylammonium lead halides. Part 2. CH3sNH3PbX; (X= CI, Br, 1)
perovskites: cuboctahedral halide cages with isotropic cation reorientation”, Can
J Chem, 68, 3, pp 412.

Leijtens T. (2014) "Electronic properties of meso-superstructured and planar
organometal halide perovskite films: charge trapping, photodoping, and carrier
mobility”, ACS. nano., 8, 7, pp 7147.

D’Innocenzo V. (2014) "Excitons versus free charges in organo-lead tri-halide
perovskites”, Nat. Commun., 5, p 3586.

Noh J. H., Im S. H., Heo J. H., Mandal T. N., and Seok S. I. (2013) "Chemical
management for colorful, efficient, and stable inorganic—organic hybrid
nanostructured solar cells”, Nano. Lett., 13, 4, pp 1764.

Dong Q. (2015) "Electron-hole diffusion lengths> 175 um in solution-grown
CH3NH3PbI3 single crystals”, Science., 347, 6225, pp 967.

Green M. A., Ho-Baillie A., and Snaith H. J. (2014) "The emergence of
perovskite solar cells”, Nat. Photonics., 8, 7, pp 506.

Heo J. H. (2013) "Efficient inorganic-organic hybrid heterojunction solar cells
containing perovskite compound and polymeric hole conductors”, Nat
photonics., 7, 6, pp 486.

Giorgi G., Fujisawa J. l., Segawa v, and Yamashita K. (2013) "Small
photocarrier effective masses featuring ambipolar transport in methylammonium
lead iodide perovskite: A density functional analysis”, J. Phys. Chem. Lett., 4,
24, pp 4213.

Wehrenfennig C., Eperon G. E., Johnston M. B., Snaith H. J., and Herz L. M.
(2014) "High charge carrier mobilities and lifetimes in organolead trihalide
perovskites”, Adv Mater, 26, 10, pp 1584.

De Wolf S. (2014) "Organometallic halide perovskites: sharp optical absorption
edge and its relation to photovoltaic performance”, J. Phys. Chem. Lett., 5,6,
pp. 1035.

Elliott R. (1957) "Intensity of optical absorption by excitons"”, Phys Rev, 108, 6,
p 1384.

Yang Y. Yang M., Li Z, Crisp R., Zhu K., and Beard M. C. (2015)
"Comparison of recombination dynamics in CH3NH3PbBr; and CH3NH3Pbl;
perovskite films: influence of exciton binding energy", J. Phys. Chem. Lett., 6,
23, pp 4688.

Stranks S. D. (2013) "Electron-hole diffusion lengths exceeding 1 micrometer in
an organometal trihalide perovskite absorber™, Science ,342 ,6156 ,pp 341.

YAA



[18]
[19]
[20]
[21]

[22]

[23]

[24]

[25]

[26]

[27]

[28]

[29]

[30]

[31]

[32]

[33]

[34]

[35]

Xing G. (2013) "Long-range balanced electron-and hole-transport lengths in
organic-inorganic CHsNHsPbls", Science, 342, 6156, pp 344.

Li Y. (2015) "Direct observation of long electron-hole diffusion distance in
CH3NH3Pbl; perovskite thin film", Sci. Rep, 5 pp 123.

Etgar L. (2012) "Mesoscopic CH3sNH;Pbls/TiO, heterojunction solar cells”, J.
Am. Chem. Soc., 134, 42, pp 17396.

Laban W. A. and Etgar L. (2013) "Depleted hole conductor-free lead halide
iodide heterojunction solar cells", Energ. Environ. SCI., 6, 11, pp 3249.

Lee M. M., Teuscher J., Miyasaka v, Murakami T. N., and Snaith H. J. (2012)
"Efficient hybrid solar cells based on meso-superstructured organometal halide
perovskites”, Science, 338, 6107, pp 643.

Yu H., Wang F., Xie v, Li W., Chen J., and Zhao N. (2014) "The Role of
Chlorine in the Formation Process of “CH3sNH3Pblz;«Cly” Perovskite", Adv
Funct Mater, 24, 45, pp 7102.

Tanaka K. (2005) "Electronic and excitonic structures of inorganic—organic
perovskite-type quantum-well crystal (C4HgNH3) 2PbBr,", Jpn. J. Appl. Phys.,
44, 8R, p 5923.

Hirasawa M., Ishihara V., Goto T., Uchida V., and Miura N. (1994)
"Magnetoabsorption of the lowest exciton in perovskite-type compound
(CH3NH3Pbl3)", Physica B: Condensed Matter, 201, pp 427.

Knupfer M. (2003) "Exciton binding energies in organic semiconductors"
Appl. Phys. A. Mater. Sci. Process., 77, 5, pp 623.

Hsiao Y. C., Wu T., Li M., and Hu B. (2015) "Magneto-Optical Studies on Spin-
Dependent Charge Recombination and Dissociation in Perovskite Solar Cells",
Adv. Mater., 27, 18, pp. 2899.

Sum T. C. and Mathews N. (2014) "Advancements in perovskite solar cells:
photophysics behind the photovoltaics”, Energ. Environ. SCI., 7, 8, pp 2518.
Baikie T. (2013) "Synthesis and crystal chemistry of the hybrid perovskite
CH3NH3Pbl; for solid-state sensitised solar cell applications”, J. Mater. Chem.
A. 1,8, pp5628.

Rakita Y. (2017) "Tetragonal CH3NH3Pbls is ferroelectric”, PANS, 114, 28, pp
E5504.

Frost J. M., Butler K. T., and Walsh A. (2014) "Molecular ferroelectric
contributions to anomalous hysteresis in hybrid perovskite solar cells”, Apl
Materials, 2, 8, p 081506.

Juarez-Perez E. J. (2014) "Photoinduced giant dielectric constant in lead halide
perovskite solar cells”, J. of. Phys. Chem. Lett. , 5, 13, pp 2390.

Wu X., Yu H., Li L, Wang F., Xu H., and Zhao N. (2015) "Composition-
dependent light-induced dipole moment change in organometal halide
perovskites”, J. of. Phys. Chem. B., 119, 2, pp 1253.

Shao Y., Xiao Z., Bi C., Yuan Y., and Huang J. (2014) "Origin and elimination
of photocurrent hysteresis by fullerene passivation in CH3NH3PbI3 planar
heterojunction solar cells”, Nat. Commun., 5, p 5784.

Niu G., Guo X., and Wang L. (2015) "Review of recent progress in chemical
stability of perovskite solar cells", J. of. Mater. Chem., 3, 17, pp 8970.

144


https://www.ncbi.nlm.nih.gov/nlmcatalog?term=J.%20Phys.%20Chem.%20B

[36]

[37]

[38]

[39]

[40]

[41]
[42]

[43]

[44]

[45]

[46]

[47]

[48]

[49]

[50]

[51]

[52]

Ito S., Tanaka S., Manabe K., and Nishino H. (2014) "Effects of surface
blocking layer of Sb,Ss on nanocrystalline TiO, for CH3NHsPbls perovskite
solar cells”, J. of. Phys. Chem. C., 118, 30, pp 16995.

Mitzi D. B. (2007) "Synthesis, structure, and properties of organic-inorganic
perovskites and related materials”, Progress in Inorganic Chemistry, Volume
48, pp 1.

Amat A. (2014) "Cation-induced band-gap tuning in organohalide perovskites:
interplay of spin—orbit coupling and octahedra tilting", Nano. Lett., 14, 6, pp
3608.

Zhao Y. and Zhu K. (2014) "CH3;NHsCl-assisted one-step solution growth of
CH3NH3Pbls: structure, charge-carrier dynamics, and photovoltaic properties of
perovskite solar cells”, J. of. Phys. Chem. C., 118, 18, pp 9412.

Hao F. (2015) "Solvent-mediated crystallization of CH3NH3Snl; films for
heterojunction depleted perovskite solar cells”, J. of. Am. Chem. Soc., 137, 35,
pp 11445.

Saparov B. (2015) "Thin-film preparation and characterization of Cs3Sb219: A
lead-free layered perovskite semiconductor”, Chem. Mater, 27, 16, pp 5622.
Pang S. (2014) "NH,CH:NH,Pbls: An alternative organolead iodide perovskite
sensitizer for mesoscopic solar cells”, Chem. Mater., 26, 3, pp. 1485.

Poglitsch A. and Weber D. (1987) "Dynamic disorder in methylammonium
trihalogeno plumbates (I1) observed by millimeter-wave spectroscopy”, J. of.
Chem. Phys., 87, 11, pp 6373.

Swainson 1., Tucker M., Wilson D., Winkler B., and Milman V. (2007)
"Pressure response of an organic— inorganic perovskite: methylammonium lead
bromide"”, Chem. Mater., 19, 10, pp 2401.

Pisoni A. (2014) "Ultra-low thermal conductivity in organic—inorganic hybrid
perovskite CH3NH3sPbls", J. of. phys. chem. lett., 5, 14, pp 2488.

Kojima A., Teshima K., Shirai Y., and Miyasaka T. (2009) "Organometal halide
perovskites as visible-light sensitizers for photovoltaic cells” J. of. Am. Chem.
Soc., 131, 17, pp 6050.

ImJ. H.,, Lee C. R,, Lee J. W., Park S. W., and Park N. G. (2011) "6.5%
efficient perovskite guantum-dot-sensitized solar cell”, Nanoscale, 3, 10, pp
4088.

Kim H. S. (2012) " (Lead iodide perovskite sensitized all-solid-state submicron
thin film mesoscopic solar cell with efficiency exceeding 9%", Sci. rep, 2, pp
101.

Liu M., Johnston M. B., and Snaith H. J. (2013) "Efficient planar heterojunction
perovskite solar cells by vapour deposition™, Nature, 501, 7467, p 395.

Jeon N. J., Noh J. H., Kim Y. C., Yang W. S., Ryu S., and Seok S. I. (2014)
"Solvent engineering for high-performance inorganic—organic hybrid perovskite
solar cells", Nat. mat, 13, 9, p 897.

Burschka J. (2013) "Sequential deposition as a route to high-performance
perovskite-sensitized solar cells”, Nature, 499, 7458, p 316.

Fu W. (2016) "Controlled crystallization of CH3NH3Pbl; films for perovskite
solar cells by various Pbl,(X) complexes”, Sol. Energy. Mater. Sol. Cells., 155,
pp 331.


https://www.ncbi.nlm.nih.gov/nlmcatalog?term=J.%20Phys.%20Chem.%20B
https://www.ncbi.nlm.nih.gov/nlmcatalog?term=J.%20Phys.%20Chem.%20B

[53]

[54]

[55]

[56]

[57]

[58]

[59]

[60]

[61]

[62]
[63]

[64]

[65]

[66]

[67]

[68]

[69]

[70]

Filatova E. O. and Konashuk A. S. (2015) "Interpretation of the changing the
band gap of Al,O3 depending on its crystalline form: connection with different
local symmetries", J. of. Phys. Chem. C., 119, 35, pp 20755.

Ball J. M., Lee v, Hey A., and Snaith H. J. (2013) "Low-temperature processed
meso-superstructured to thin-film perovskite solar cells”, Energ. Environ. Sci,
6, 6, pp 1739.

Wojciechowski K., Saliba M., Leijtens T., Abate A., and Snaith H. J. (2014)
"Sub-150 C processed meso-superstructured perovskite solar cells with
enhanced efficiency”, Energ. Environ. Sci., 7, 3, pp 1142.

Snaith H. J. (2014) "Anomalous hysteresis in perovskite solar cells", J. of. phys.
chem. lett., 5, 9, pp 1511.

Hao F., Stoumpos C. C., Cao V., Chang R. P., and Kanatzidis M. G. (2014)
"Lead-free solid-state organic-inorganic halide perovskite solar cells”, Nat.
Photonics., 8, 6, pp 489.

Yang W. S. (2015) "High-performance photovoltaic perovskite layers fabricated
through intramolecular exchange™, Science, 348, 6240, pp 1234.

Saliba M. (2016) "Cesium-containing triple cation perovskite solar cells:
improved stability, reproducibility and high efficiency”, Energ. Environ sci, 9,
6, pp 1989.

Yang W. S. (2017) "lodide management in formamidinium-lead-halide—based
perovskite layers for efficient solar cells”, Science, 35,1¥¢¢ pp 1376.

Yin W. J,, Yang v, Kang J., Yan Y., and Wei S. H. (2015) "Halide perovskite
materials for solar cells: a theoretical review", J. of. Mat. Chem. A., 3, 17, pp
8926.

Xiao M. (2014) "A fast deposition-crystallization procedure for highly efficient
lead iodide perovskite thin-film solar cells”, Angew. Chem., 126, 37, pp 10056
Zuo C. and Ding L. (2014) "An 80.11% FF record achieved for perovskite solar
cells by using the NH,ClI additive”, Nanoscale, 6, 17, pp 9935.

Liang P. W. (2014) "Additive enhanced crystallization of solution-processed
perovskite for highly efficient planar-heterojunction solar cells”, Adv. Mater.,
26, 22, pp 3748.

Liu, D. and Kelly T. L. (2014) "Perovskite solar cells with a planar
heterojunction structure prepared using room-temperature solution processing
techniques”, Nat. photonics., 8, 2, pp 133.

Im J. H., Jang I. H., Pellet N., Gratzel M., and Park N. G. (2014) "Growth of
CH3NH3PbI3 cuboids with controlled size for high-efficiency perovskite solar
cells”, Nat. nanotechnology., 9, 11, pp 927.

Dong Q., Xiao Z., Wang Q., Bi C., Shao Y., and Huang J. (2007)"Preparing
high-efficiency perovskite solar cell”, SPIE, 2,1, p 1.

Barrows A. T., Pearson A. J., Kwak C. K., Dunbar V, Buckley A. R., and Lidzey
D. G. (2014) "Efficient planar heterojunction mixed-halide perovskite solar cells
deposited via spray-deposition”, Energ, Environ. Sci., 7, 9, pp 2944.

Hu H. (2014) "Vapour-based processing of hole-conductor-free CH3NH3Pbl;
perovskite/Ceo fullerene planar solar cells”, RSC. Advances., 4, 55, pp 28964.
Chen C. W., Kang H. W., Hsiao S. Y., Yang P. F., Chiang v, and Lin H. W.
(2014) "Efficient and uniform planar-type perovskite solar cells by simple
sequential vacuum deposition”, Adv. Mater., 26, 38, pp 6647.

AR



[71]
[72]
[73]
[74]
[75]

[76]

[77]

[78]

[79]

[80]

[81]

[82]

[83]

[84]
[85]
[86]
[87]

[88]

Lee J. W. and Park N. G. (2015) "Two-step deposition method for high-
efficiency perovskite solar cells”, MRS. Bull., 40, 8, pp 654.

Cui J. (2015) "Recent progress in efficient hybrid lead halide perovskite solar
cells", Sci. Technol. Adv. Mat., 16, 3, p 036004.

Chen Q. (2013) "Planar heterojunction perovskite solar cells via vapor-assisted
solution process”, J. of. Am. Chem. Soc., 136, 2, pp 622.

Zhou H. (2014) "Interface engineering of highly efficient perovskite solar cells",
Science, 345, 6196, pp 542.

Li H. (2014) "Hole-Transporting Small Molecules Based on Thiophene Cores
for High Efficiency Perovskite Solar Cells”, Chem. Sus. Chem., 7, 12, pp 3420.
Song Z., Watthage S. C., Phillips A. B., and Heben M. J. (2016) "Pathways
toward high-performance perovskite solar cells: review of recent advances in
organo-metal halide perovskites for photovoltaic applications”, J. of. Photonics.
for Energy, 6, 2, p 022001.

Zhang T., Yang M., Zhao Y., and Zhu K. (2015) "Controllable sequential
deposition of planar CH3NHsPbl; perovskite films via adjustable volume
expansion”, Nano. Lett., 15, 6, pp 3959.

Bi D., Boschloo G., Schwarzmiller S., Yang L., Johansson E. M., and Hagfeldt
A. (2013) “Efficient and stable CH3;NH3Pbls-sensitized ZnO nanorod array
solid-state solar cells”, Nanoscale, 5, 23, pp 11686.

Wang K. C. (2014) "P-type mesoscopic nickel oxide/organometallic perovskite
heterojunction solar cells”, Sci. rep., 4 ,4756, p 1.

Lee J. W., Lee T. Y., Yoo v, Grétzel M., Mhaisalkar S., and Park N. G. (2014)
"Rutile TiO 2-based perovskite solar cells”, J. of. Mat. Chem. A., 2, 24, pp
9251.

Ranabhat K., Patrikeev L., Antal'evna-Revina A., Andrianov K., Lapshinsky V.,
and Sofronova E. (2016) "An introduction to solar cell technology”, J. of. Appl,
Engin. Sci., 14, 4, pp 481.

Rihle S. (2016) "Tabulated values of the Shockley—Queisser limit for single
junction solar cells”, Sol. Energy., 130, pp 139.

Abrams Z. R., (2012), PhD. thesis, "Thermodynamics, Entropy, Information and
the Efficiency of Solar Cells”, Appl Sci & Tech. University of California.
Berkeley,.

Shockley W. and Queisser H. J. (1961) " (Detailed balance limit of efficiency of
p-n junction solar cells”, J. of. Appl. Phys., 32, 3, pp 510.

Tiedje T., Yablonovitch E., Cody G. D., and Brooks B. G. (1984) "Limiting
efficiency of silicon solar cells”, IEEE Trans Electron Devices, 31, 5, pp 711.
Belghachi A. (2015) "Theoretical calculation of the efficiency limit for solar
cells" Vol.1, in Solar Cells-New Approaches and Reviews: InTech, p. 57.

Sha W. E., Ren X., Chen L., and Choy W. C. (2015) "The efficiency limit of
CH3NH3PbI3 perovskite solar cells”, Appl. Phys. Lett., 106, 22, p 221104.
Tivanov M., Moskalev A., |. Kaputskaya, and P. Zukowski, (2016)"Calculation
the ultimate efficiency of pn-junction solar cells taking into account the
semiconductor absorption coefficient,"” ed: Society of Polish Electrical and
Electronics Engineers, Przeglad Elektro technic, p. 85.



[89]

[90]

[91]

[92]
[93]
[94]
[95]
[96]
[97]

[98]

[99]

[100]

[101]

[102]
[103]

[104]

[105]

[106]

[107]

Chueh C. C,, LiC. Z., and Jen A. K. Y. (2015) "Recent progress and perspective
in solution-processed Interfacial materials for efficient and stable polymer and
organometal perovskite solar cells”, Energ. Environ. Sci., 8, 4, pp 1160.
Tvingstedt K. (2014) "Radiative efficiency of lead iodide based perovskite solar
cells”, Sci. rep., 4, 6071. p 1.

Tanaka K., Takahashi T., Ban T., Kondo T., Uchida K., and Miura N. (2003)
"Comparative study on the excitons in lead-halide-based perovskite-type crystals
CH3NH3PbBr3 ", Solid State Commun, 127, 9, pp 619.

Van Roosbroeck W. and Shockley W. (1954) "Photon-radiative recombination
of electrons and holes in germanium”, Phys. Rev., 94, 6, p 1558.

Rusirawan D. and Farkas I. (2014) "ldentification of model parameters of the
photovoltaic solar cells”, Energy Procedia, 57, pp 39.

Wenham S., Green M., Watt M., and Corkish R. (2007) "The characteristics of
sunlight™ de Applied Photovoltaics, pp 3, London, Earthscan.

Luque, A. and Hegedus S. (2011), "Handbook of photovoltaic science and
engineering”, John Wiley & Sons, Ltd, UK. 2, pp . 172.

Li Y. (2013) "Evaluation of methods to extract parameters from current—voltage
characteristics of solar cells”, Sol. Energy., 90, pp 51.

Qi, B. and Wang J. (2013) "Fill factor in organic solar cells”, PCCP, 15, 23, pp
8972.

Fu Y. et al. (2015) "Solution growth of single crystal methylammonium lead
halide perovskite nanostructures for optoelectronic and photovoltaic
applications”, J. of. Am. Chem. Soc., 137, 17, pp 5810.

Moehl T. (2014) "Strong photocurrent amplification in perovskite solar cells
with a porous TiO; blocking layer under reverse bias", J. of. phys. chem. lett, 5,
21, pp 3931.

Bragg W. H. and Bragg W. L. (1913) "The reflection of X-rays by crystals"”
Proceedings of the Royal Society of London. Series A, Containing Papers of a
Mathematical and Physical Character, 88, 605, pp 428.

Suryanarayana C. and Norton M. G. "Practical aspects of X-ray diffraction,” in
X-Ray Diffraction: Springer, (1998), pp 63.

Joy D. C. (2006) "Scanning electron microscopy”, Mater. Sci. Technol. 88. p 1.
Von Ardenne M. (1938) "Das elektronen-rastermikroskop™ Zeitschrift fiir
Physik A Hadrons and Nuclei, 109, 9, pp 553.

Rugar, D. and Hansma P. (1990) "Atomic force microscopy”, Phys. Today., 43,
10, pp. 23

Santos A., Davis J. J., and Bueno P. R. (2015) "Fundamentals and applications
of impedimetric and redox capacitive biosensors”, J. of. Anal. Bioanal. Tech,
S7,pl.

Stoumpos C. C., Malliakas C. D., and Kanatzidis M. G. (2013) "Semiconducting
tin and lead iodide perovskites with organic cations: phase transitions, high
mobilities, and near-infrared photoluminescent properties”, Inorg. Chem., 52,
15, pp 90109.

Dittrich T., Awino C., Prajongtat P., Rech B., and Lux-Steiner M. C. (2015)
"Temperature dependence of the band gap of CH3NH3Pbl; stabilized with
PMMA: A modulated surface photovoltage study”, J. of. Phys. Chem. C., 119,
42, pp 23968



[108]

[109]

[110]

[111]

[112]

[113]

[114]

[115]

[116]

[117]

[118]

[119]

[120]

[121]

[122]

[123]

[124]

Bi, C., Yuan Y., Fang Y., and Huang J. (2015) "Low-Temperature Fabrication
of Efficient Wide-Bandgap Organolead Trihalide Perovskite Solar Cells”, Adv.
Energ. Mat., 5,6, pp 1.

Murali B. (2016) "Surface restructuring of hybrid perovskite crystals”, ACS
Energ. Lett., 1, 6, pp 1119.

Fedeli P. (2015) "Influence of the Synthetic Procedures on the Structural and
Optical Properties of Mixed-Halide (Br, 1) Perovskite Films", J. of. Phys.
Chem. C., 119, 37, pp 21304.

Tu Y. (2017) "Modulated CH3NH3Pbls..Bry film for efficient perovskite solar
cells exceeding 18%", Sci. Rep., 7, p 44603.

Sutter-Fella C. M.(2016) "High photoluminescence quantum yield in band gap
tunable bromide containing mixed halide perovskites”, Nano. Lett., 16, 1, pp
800.

Qiu J. (2013) "All-solid-state hybrid solar cells based on a new organometal
halide perovskite sensitizer and one-dimensional TiO, nanowire arrays",
Nanoscale, 5, 8, pp 3245.

Kim S. Y, Jo H. J, Sung S. J.,, and Kim D. H. (2016) "Perspective:
Understanding of ripening growth model for minimum residual Pbl2 and its
limitation in the planar perovskite solar cells”, APL. Materials, 4, 10, p 100901.
ChenJ., Shi T., Li X., Zhou B., Cao H., and Wang Y. (2016) "Origin of the high
performance of perovskite solar cells with large grains”, Appl. Phys. Lett., 108,
5, p 053302.

Ren X. (2016) Modulating crystal grain size and optoelectronic properties of
perovskite films for solar cells by reaction temperature™, Nanoscale, 8, 6, pp
3816.

Grétzel, M. (2014) "The light and shade of perovskite solar cells”, Nat.
materials, 13, 9, pp 838.

Melvin A. A., Stoichkov V. D., Kettle J., Mogilyansky D., Katz E. A., and
Visoly-Fisher 1. (2018) "Lead iodide as a buffer layer in UV-induced
degradation of CH 3 NH 3 Pbl 3 films", Sol. Energy., 159, pp 794.

Supasai, T., Rujisamphan N., Ullrich K., Chemseddine A., and Dittrich T.
(2013) "Formation of a passivating CH3NH3Pbls/Pbl, interface during moderate
heating of CH3NH3PbI3 layers", Appl. Phys. Lett., 103, 18, p 183906.

Misra R. K. (2015) "Temperature-and component-dependent degradation of
perovskite photovoltaic materials under concentrated sunlight”, J. of. phys.
chem. lett, 6, 3, pp 326.

Tauc J. and Menth A. (1972) "States in the gap”, J. of. Non. Cryst. Solids., 8,
pp 569.

Cao K., Li H., Liu S., Cui, J., Shen Y., and Wang M. (2016) "MAPDbI;_ \Brx
mixed halide perovskites for fully printable mesoscopic solar cells with
enhanced efficiency and less hysteresis", Nanoscale, 8, 16, pp 8839.

Hoke E. T., Slotcavage D. J., Dohner E. R., Bowring A. R., Karunadasa H .I.,
and McGehee M. D. (2015) "Reversible photo-induced trap formation in mixed-
halide hybrid perovskites for photovoltaics”, Chem. Science., 6, 1, pp 613.

Zhou Y. (2016) "Doping and alloying for improved perovskite solar cells ". J. of
Mat. Chem. A., 4, 45, pp 17623.



[125]
[126]

[127]

[128]

[129]

[130]

[131]

[132]

[133]

[134]

[135]

[136]

[137]

[138]

[139]

[140]

[141]

Liga S. M., (2017), literature thesis, "Components-bandgap relationships in
hybrid organic-inorganic perovskites" Universiteit van Amsterdam.

Guang-Lei T., Hong-Bo H., and Jian-Da S. (2005) "Effect of microstructure of
TiO2 thin films on optical band gap energy”, Chin. phys. lett., 22, 7, p 1787.
Grancini G. (2014) "The impact of the crystallization processes on the structural
and optical properties of hybrid perovskite films for photovoltaics”, J. of. phys.
chem. lett., 5, 21, pp 3836.

Ma Y. (2017) "Controlled Growth of CHs;NHsPbl; Using a Dynamically
Dispensed Spin-Coating Method: Improving Efficiency with a Reproducible
Pbl2 Blocking Layer", Chem. Sus. Chem., 10, 12, pp 2677.

Kim Y. C. (2016) "Beneficial effects of Pbl, incorporated in organo-lead halide
perovskite solar cells”, Adv. Energ. Mat., 6, 4,

Kiermasch D., Rieder P., Tvingstedt K., Baumann A., and Dyakonov V. (2016)
"Improved charge carrier lifetime in planar perovskite solar cells by bromine
doping", Sci. rep., 6 ,pp 1.

Gottesman R. (2016) "Dynamic phenomena at perovskite/electron-selective
contact interface as interpreted from photovoltage decays”, Chem, 1, 5, pp 776.
Jeon, N. J ,.J. H. Noh, Y. C. Kim, W. S. Yang, S. Ryu, and S. I. Seok (2014)
"Solvent engineering for high-performance inorganic—organic hybrid perovskite
solar cells”, Nat. mat., 13, 9, pp. 897.

Chen B. (2015) "Impact of Capacitive Effect and lon Migration on the
Hysteretic Behavior of Perovskite Solar Cells”, J. of. Phys. Chem. Lett., 6, 23,
pp. 4693.

Chen B., Yang M., Priya S., and Zhu K. (2016) "Origin of J-V Hysteresis in
Perovskite Solar Cells", J. of. Phys.Che, Lett., 7, 5, pp 905.

Zhang Y. (2015) "Charge selective contacts, mobile ions and anomalous
hysteresis in organic—inorganic perovskite solar cells”, Materials Horizons, 2,
3, pp 315.

Dhass A., Natarajan E., and Ponnusamy L. (2012) "Influence of shunt resistance
on the performance of solar photovoltaic cell,” international conferrence on
Emerging Trends in Electrical Engineering and Energy Management
(ICETEEEM), p 382, Chennai, India.

Eperon G. E., Burlakov V. M., Docampo P., Goriely A., and Snaith H. J. (2014)
"Morphological control for high performance, solution-processed planar
heterojunction perovskite solar cells”, Adv. Funct. Mater., 24, 1, pp 151.

Ball J. M. (2015) "Optical properties and limiting photocurrent of thin-film
perovskite solar cells”, Energ, Environ, Sci, 8, 2, pp 602.

Roghabadi F. A., Kokabi M., Ahmadi V., and Abaeiani G. (2017) "Structure
optimization of P3HT: CdSe hybrid solar cell using optical analysis and
electrochemical impedance spectroscopy”, Thin Solid Films, 621, pp 19.

Tamai Y., Ohkita H., Benten H., and Ito S. (2015) "Exciton diffusion in
conjugated polymers: from fundamental understanding to improvement in
photovoltaic conversion efficiency”, J. of. Phys. Chem .Lett, 6, 17, pp 3417.
Sun S. (2014) "The origin of high efficiency in low-temperature solution-
processable bilayer organometal halide hybrid solar cells”, Energ. Environ.
Sci., 7, 1, pp. 399.



[142]

[143]

[144]

[145]

[146]

[147]

[148]

[149]

[150]

[151]

[152]

[153]

[154]

[155]

[156]

Arkhipov V. and Baéssler H. (2004)" (Exciton dissociation and charge
photogeneration in pristine and doped conjugated polymers", physica status
solidi (a), 201, 6, pp 1152

Roghabadi F. A., Aghmiuni K. O., and Ahmadi V. (2016) "Optical and electrical
simulation of hybrid solar cell based on conjugated polymer and size-tunable
CdSe quantum dots: Influence of the QDs size", Org. Electron., 34, pp 164.

Yu G., Gao J., Hummelen J. C., Wudl F., and Heeger A. J. (1995) "Polymer
photovoltaic cells: enhanced efficiencies via a network of internal donor-
acceptor heterojunctions”, Science, 270, 5243, pp 1789.

Wang F. (2017) "Highly Efficient and Stable Perovskite Solar Cells by
Interfacial Engineering Using Solution-Processed Polymer Layer ", J. of. Phys.
Chem. C., 121, 3, pp 1562.

Saliba M. (2016) "Incorporation of rubidium cations into perovskite solar cells
improves photovoltaic performance”, Science, 354, 6309, pp 206.

Shit, A. and Nandi A. K. (2016) "Interface engineering of hybrid perovskite
solar cells with poly (3-thiophene acetic acid) under ambient conditions”,
PCCP, 18, 15, pp 10182.

Liu Y. (2016) "Understanding interface engineering for high-performance
fullerene /perovskite planar heterojunction solar cells”, Adv. Energ. Mat., 6, 2,
pp 1.

Galatopoulos F., Savva A., Papadas I. T., and Choulis S. A. (2017) "The effect
of hole transporting layer in charge accumulation properties of pin perovskite
solar cells”, APL. Mat, 5, 7, p 076102.

Bag M. (2015) "Kinetics of ion transport in perovskite active layers and its
implications for active layer stability". J. of. Am. Chem. Soc., 137, 40, pp
13130.

Guerrero A. (2016) "Properties of contact and bulk impedances in hybrid lead
halide perovskite solar cells including inductive loop elements”, J. of. Phy.
Chem. C., 120, 15, pp 8023.

Almora O., Zarazua |., Mas-Marza E., Mora-Sero |., Bisquert J., and Garcia-
Belmonte G. (2015) "Capacitive dark currents, hysteresis, and electrode
polarization in lead halide perovskite solar cells”, J. of. phys. chem. lett, 6, 9,
pp 1645.

Mohammadian N., Moshaii A., Alizadeh A., Gharibzadeh S., and
Mohammadpour R. (2016) "Influence of Perovskite Morphology on Slow and
Fast Charge Transport and Hysteresis in the Perovskite Solar Cells", J. of. phys.
chem. lett., 7, 22, pp 4614.

Hsu H. Y., JiL., Du M., Zhao J., Yu E. T., and Bard A. J. (2016) "Optimization
of PbI2/MAPbI3 Perovskite Composites by Scanning Electrochemical
Microscopy"”, J. of. Phys. Chem. C., 120, 35, pp 19890.

Wang, H. Y. et al. (2017) "Adverse Effects of Excess Residual Pbl2 on
Photovoltaic Performance, Charge Separation, and Trap-State Properties in
Mesoporous Structured Perovskite Solar Cells", Chem. A. Europ. Journal ,23
,16, pp 3986.

Graetzel, M., R. A. Janssen, D. B. Mitzi, and E. H. Sargent (2012) "Materials
interface engineering for solution-processed photovoltaics”, Nature, 488, 7411,
p 304.


https://pubs.acs.org/action/showCitFormats?doi=10.1021%2Facs.jpcc.6b12137

[157]

[158]

[159]

[160]

[161]

[162]

[163]

[164]

[165]

[166]

Zheng, L. et al. (2014) "Improved light absorption and charge transport for
perovskite solar cells with rough interfaces by sequential deposition”,
Nanoscale, 6, 14, pp 8171.

Han, L., N. Koide, Y. Chiba, and T. Mitate (2004) "Modeling of an equivalent
circuit for dye-sensitized solar cells”, Appl. Phys. Lett., 84,13 ,pp 2433.

Yu, H., H. Lu, F. Xie, S. Zhou, and N. Zhao (2016) "Native Defect-Induced
Hysteresis Behavior in Organolead lodide Perovskite Solar Cells”, Adv. Funct.
Mater., 26, 9, pp 1411.

Agiorgousis M. L., Sun Y. Y., Zeng H., and Zhang S. (2014) "Strong covalency-
induced recombination centers in perovskite solar cell material CH3NHsPbls", J.
of. Am. Chem. Soc., 136, 41, pp 14570.

Long R., Liu J., and Prezhdo O. V. (2016) "Unravelling the effects of grain
boundary and chemical doping on electron—hole recombination in CH3;NH3Pbl;
perovskite by time-domain atomistic simulation”, J. of. Am. Chem. Soc., 138,
11, pp 3884.

Yin W. J,, Chen H., Shi T., Wei S. H., and Yan Y. (2015) "Origin of high
electronic quality in structurally disordered CH3NH3Pbl; and the passivation
effect of Cl and O at grain boundaries”, Adv, Elec, Mat., 1, 6 ,p 1.

Son D. Y. (2016) "Self-formed grain boundary healing layer for highly efficient
CH3NH3Pbl; perovskite solar cells™, Nat. Energy., 1, 7, p 1608.

Lee Y. H., Luo J., Humphry-Baker R., Gao V., Gréatzel M., and Nazeeruddin M.
K. (2015) "Unraveling the reasons for efficiency loss in perovskite solar cells”,
Adv. Funct. Mater., 25, 25, pp 3925.

Bi D., EI-Zohry A. M., Hagfeldt A., and Boschloo G. (2015) "Unraveling the
effect of Pbl, concentration on charge recombination Kinetics in perovskite solar
cells”, Acs. Photonics., 2, 5, pp 589.

Cao D. H. (2014) "Remnant Pbl,, an unforeseen necessity in high-efficiency
hybrid perovskite-based solar cells?”, Apl. Materials, 2, 9, p 091101.

YoV






Abstract

In this dissertation, CH3NH;Pbl; perovskite thin films were synthesized by two-step and
one- step methods. Then the structural and optical properties of the synthesized
CH3NH3PbX3 (X = CI, Br, I) perovskite thin films were investigated. The results
showed that the surface uniformity and surface coverage are better in two-step (spin-dip
and spin-spin) method. Comparison of the CH3NH3Pbl3 thin films prepared by spin- dip
method showed that the best dipping time for perovskite structure formation is 10
minutes. In order to increase the stability of the propskite layers, the CH3NHsPbls was
doped with bromine (Br). Investigation of the structural and optical properties of the
layers showed that with introducing the bromine to CH3;NH3Pbls, the crystalline
structure was changed from tetragonal to the cubic and the bandgap was increased from
1.57 eV (for CH3NH3Pbls) to 2.3 eV (for CH3NH3PbBr3). By changing the dipping time
of the Pbl; layer in CH3NH3Br solution or Pbl,: PbBr; layer in CH3NHsl solution, the
appropriate amount of bromine entering the perovskite layer for solar cell applications
was controlled. Due to the high consumption of the materials in the spin-dipping
method, the perovskite thin films were also prepared by economical spin-spin coating
method. The effect of different spin parameters such as speed, spin time, MAI solution
concentration (7, 10, 20 and 40 mg/ml), MAI loading time, annealing time and also
bromine concentration on the CH3NH3Pbl; perovskite layer were investigated. The
results showed that the optimum concentration and loading time of MAI solution were 7
mg/ml and 40 s, respectively. Then some solar cells were made by a group of absorber
layers prepared by spin-spin method and photovoltaic parameters of the cells were
measured. Electrical measurements showed that, the cell contains a perovskite layer
prepared by MAI concentration of 7 mg/ml has a longer electron lifetime and higher
energy conversion efficiency (PCE). Then, in order to improve absorption in these cells,
the polymeric hole transport layer (P3HT) was combined with PCBM and a bulk
heterojunction (BHJ) was formed. This BHJ layer was used in polymeric solar cells as
an absorber layer. With this technique, the non-absorbed photons are absorbed by this
layer and thus will improve photovoltaic parameters of the cells. The analysis of the
parameters obtained from the impedance spectroscopy showed that with the presence of
the PCBM in the hole transport layer, recombination resistance increases and carrier

transfer resistance decreases. Moreover, the results showed that the cell contains an



absorber layer with an loading time of 40 seconds has the highest electron lifetime and
PCE. In order to investigate the stability of solar cells including the absorber layer of
CH3NH3Pbl3.Bry, the photovoltaic parameters of the cells were measured
continuously for 162 days. The results of this study showed that even though the
bromide-free perovskite device has the highest PCE (11.65%), but it suffer from a
significant drop in PCE (86%) during 162 days. Comparison of the results showed that
the lowest rate of efficiency loss (1%) was obtained for the cell including of an absorber
layer prepared with 1:Br molar ratio of 1:1 with a ratio of 9%.

Key words: Perovskite absorber layer, CH3NHsPbX3( X=I, Br, Cl), Two step
sequentioal spin coating method, Perovskite solar cell stability, power conversion

efficiency (PCE), impedance spectroscopy.
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