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Abstract

For industrial application of organic-inorganic hybrid perovskite solar cells, the degradation of
device performance caused by the organic components in perovskite is one of the main challenges.
The research of all-inorganic cesium-based halide perovskite solar cells is one of the most impor-
tant strategies for solving this issue. This paper focuses on inorganic CsPbl;_«Bry perovskite thin
films. The band gap and photovoltaic performance of inorganic perovskite were adjusted by
changing the halogen ratio of I and Br. The composition of CsPbIBr, was chosen for subsequent
perovskite devices by considering the requirements of relatively high efficiency and suitable sta-
bility. The influence of the precursor concentration and the annealing temperature of the perovs-
kite film on the film morphology, crystal phase and photovoltaic performance of the assembled
cell was further studied. The efficiency of 8.14% was obtained in the inorganic perovskite solar
cell based on CsPbIBr-.
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1. 5l

HAT, 308 PSCs (P8R (PCE) > 20%) &5 T A ML - ALK AL, Zibir 10 £
RIE, BHLIEHLI M PSCs [f] PCE CLIA ] 25.2% [1], {HZ&ZALESERE H A NI & 7. #. S5
B R GG AR bR, SRUF IR 2], AR — I, BT B (CST) M A C LS B AR
WGl 1) KRB B RVE . — 7 T2 AR TN R A S RSG5y, BIENREEAE] 400°C, Ao
Mgt aeRFr T, PEE AT BRI, A B ARAS B R WL o (0 i AN R [3] [4]. 5 —T7
[, CSTEFTAH AR A ML T R T B & &M 7142[5] [6], 1M HAH Cs™BURA HLBHES 7] LA
HE5ER A LBH B F 5 TEHL[POX] T L HIAH EAEF, T LA — D IR R BRI R [ 7] BEE XS PSCs B 7T (RIS
RN, I JLAE B4 TN PSCs (11 CsPbls)i) PCE M 10% [8]42 =% 19% [9], 7E ARH A Ha i AT L B HY B ok
% 47[10] [11] [12].

PEAE, A2 M AV BN S 77 AH 25 R i 25 2L R (teff) — A 75 2E7E 0.9~1.0 2 [A][13], £ 115, CsPbl,
(1) teff 4 0.807, im/NT L ARG FRRAE . EZIR T, SBAH CsPbly I H B AT E M, FHaids:
A5 R AR (5-CsPbls) [14], #3{4-1ERERFTHT N, CsPbBrs i) teff v 0.824, #R47E =i FA 53 (RH 90%~95%,
25°C) F 3/~ A LA A iR (RH 90%~95%, 100°C)%) 720 h PN B84 F4#fiR, 7324 M 1k ke i€ 1) PSCs [15],

T RS AR RS B R — MR I FE . HJ2, CsPbBrs i # H] 4 T 2 AR B 2.25~2.37 eV 2 [i)A%
1k[16] [17] [18] [19], itﬁﬂ;‘ﬁﬂ&tlﬁtﬁ%i%ﬁ@%%?@l%% o AT UL AR BR 117 540 nm PR [20] [21], FR
TGRSR e e, T BELAS 2R AR ARG L BB T o SIS X AR — 8 1 R B AR R CsPbls_Bry &
MUESERD™, 3 S 3R 13 e R AR 8 P R e LA KA

TEARSCH, BT R ITG R R E e CsPbls finks HIBIUICER, TAEE ABX E5ERE™ S5 44 1) X A7 5120 43 K 1 15
THVEERE 1A B, DA 2 3 R P e e S ARE MR I R K, JEHL CsPDIBr /F B Fi 0 5. FE LA

il
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b, BE B ST T AT BRAR IR R AT B I AR R S R TSN R 4L 2 S et ' H I B ) S
BT 8.14%MIE R,

2. SCIGERSy
2.1, MRE&

AT BTIRAREC H1: 174 Pbl,, PoBr, (7H % 5 3457 BR A 7], 99.99%), Csl (Sigma-Aldrich, 99.99%)
1 CsBr (g2 e kARG A TR AR, 99.5%) 2 [AI 1 BE /R L, S/ i\ DMSO (Sigma-Aldrich, JE/K
99.99%) AW, RARCHE IS HE, 15 BAH SR B TR A X% CsPbls_Bry ATIRA(X = 0, 1, 1.5, 2, 3), CsPbl,
HIOX{A: (Csl:Pbl, = 1:1), CsPbl,Br %X : (Csl:PbBr,:Pbl, = 2:1:1), CsPblysBr,s HigX{A: (Csl:PbBr,:Pbl,
=4:3:1), CsPbIBr, i4K{A: (Csl:PbBr,=1:1), CsPbBryAjEk{A: (CsBr:PbBr,=1:1), fF¥HEEEH 0.22
pm FARJES IS E % H

FERAESHREH]: FREL 0.0723 g Spiro-OMeTAD (% 5 3R FRA R, 99.5%) K A F i in 1 ml
[ & 2K (Sigma-Aldrich, FE7K 99.99%) 77, 5 iR A5 P o A VA VR T 12 IH 4k 4L M V0 N N 28 ul TBP &
18 wl FHE 25 (78 22 T SRAFA PR A ], 99%) 7R (M FE 2N 520 mg/mll, #7124 2. (Sigma-Aldrich, 99.8%) % )
A1 30 pl (R4H 35 (75 2% 5 SR A PR A ], 99%) VM (W 9 300 mg/mL, V&35 LG IR), i+ 22 378 JF 48
FH 0.22 um A2 BE ST 8 & H .

2.2. B#/HHIE

H KBV T RBEEATO, 2 om x2 ecm)R IS £ B 1/K, THEH, Jo/K ZEHZE ITO FRNE -
I B IE Y S UL 1TO 20 208, 25 G TN R LT A SR A AR DUE D Ab #E 20 4351, % SnO,
Rl (Alfa-aesar, 99.9%) 5 % B 1 /K 2 e 14 #keid 1) SnO, BT IKAA LA 3000 #4145, 30 #PligiR T 1TO £K
I, 100°CiB-k 30 Zr#hiilfF SnO, 14 E, WG4 KA AL EE 20 708 5 56 8% B AU A Bl F
BTSN E B4 o TN 40 pl £5ERETATIRAR, DL 1500 #%/73. 15 #b, 4000 #4175, 45 PliEiR, iR
K 10 F3 B JE A3 2R 2 . W El)E, WEIRIRCSHECH 4000 #4/5r. 20 2, HL 40 pl Spiro-OMeTAD
TRV T8 ST R T A AR R AT B IR A, e s RS Z I 4% 1805 16 R B 2% (<107 Pa) %6 1
T, IR ZERE, R TSGE E EHE R R S AR R D 100 nm ¥ Ag,  SERCHAR A%

2.3. FRAEMR A%

FE i T 3 45 14 38 1 JSM-7100F 2437 A 5 4514 FE 7 S AR (SEM)ZRALE s i AH S5 49385 X S 264X (XRD,
[ Bruker, D8)lIt; BES GRS IERER ] UV-vis 2066 BT, UV-3600)18;  H it (e rE ik
REK I ABH it J-V il 22 I8 2 45 (35 [E Newport Oriel YU, 75 I 2402 Ba i ) 347, ik 4614
NFREGIE AML5, 3% 100 MW/em?s A5l - L 35483 (IPCE)ilid CIMPS-2 B4 H Ak 2231
R 2 45 (1l )k .

3. BR5WiE
3.1. A5 CsPblsBr, BRI G SR RER R

1(a)>4 CsPbls_(Bry (X 475124 1, 1.5, 2, 3)) XRD A1 it . H1-T 2 AH CsPblg 7% il T~ #4712
FaEtEZ, SR T2 EBR B, XRD KSR R E B N T, X EAL A CsPbls 1) XRD 7t
W, SZIG KRB, E X EN 30, ABERE R 205 15.0°, 21.3°, 30.2°, 35.3°f E [{Ifi7H14(100) (110) (200)
(210) &% T 43 591l %5F 37 5 F- 37,75 A CsPoBrs £54KH ™ f1(100) (110) (200) (210) & M- (100 i A1(200) i 1 A7 5 e
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58 R AR v PSR TR LA PR R, A AR RAFs S . B IR | SRR,
CsPbly_Bry ) XRD 75 1 £ MM A B 07 A [22] . BT Br IS 74210 17/, 24 | S i
I, CsPbls_Bry 715 fi 4 (1 s il 2 08 K, ARSEATHi ks e nad = 2d sin@ W51, FLATH I 1) /N BE D7 T
e, X5 1(a) AL CsPbls (Bry 5 (100)F1(200) i [H AT I AL 35— 8. 715 1(b)rhas
T X 5 CsPblyBry I i IR d [OXTRSC R, X 35K, CsPblsBry & (B 25 d &k HL2k
PR TF & Vegard B, Sharma %5 A [23] 0000 I 5 B 156K 7. 77 A ot [ 1) 26 B 76 2% 7 B R ME AR
e, S|ATMLI LR .

6.00
I I “ \ I 3-CsPbl,
Ao | A
5.95 1 CsPbl, Br,
) l l CsPbLBr
El
2 5.90
§ l l CsPbl, Br, <
2 A ©
é 5.85 4
Q
E | CsPbIBr, d =6.07-0.098X
5.80 4
l CsPbBr,
T T T T v 5.75 T T T T T
10 20 30 40 50 60 70 1.0 1.5 2.0 2.5 3.0
20 (degree) X
(a) (b)
3.0
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2.54
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] =
] g 159
<
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Figure 1. Crystal structure and optical properties of different components of CsPbl;_,Br,: (a) XRD pattern, (b) Correspon-
dence between interplanar spacing d value and X diagram, (c) absorption spectrum diagram, (d) band gap diagram

[E 1. TRE)4H %> CsPbly Bry #9(a) XRD &, (b) REIEE d ES X < EHREXHRE, (c) WKLEE, (d) HHEE

] 1(c) N CsPblsBry (X 735128 1, 1.5, 2, 3)MMRWBOEIERE . 24 X 3ERK, ASEZH 2 8 ek ol
LR, B 650 nm 1] 530 nm F3), HEEARREE K. EE 1(d)Hr, X SEE RSO TS 2T
Kubelka-Munk 7347, 15 BR A 20 R [24]:

(ahv)2 = C(hv— Eg)

Forb o ARUSCREL, h N ITEH L v NI, Eg MBI IR, C A5 By JooRIT H il 4.
BEE | SR IN, CsPbls Br AL AT FRAR %, IZWi5EIL Shockley-Queisser 14 7 i A BH B FiL vt 1) 2
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R BRAE (ZU1E 1.4~1.7 eV Jif7). CsPbly Br, R KIS 1 BB AR B2 78 75 R BH G, AemliscsE 2 1)
T, ARITIRECHA, I EToHL PSCs #8481 PCE. BbAk, Bt Fidid e® 1. Br S MIRC L,
BETH % TEHLESERH CsPbls_ Bry (A BRTE 1.91~2.35 eV 2 (M8 k. XA FI T NV E54k0 2 M 5 2 #%
fl () L TAR S E . S AR Z M BE UGS, MR TRE M A B4R THES Rt s 28 E 6 s M RE[25] [26]
[27]. Martin Stolterfoht 250 78 e 2 K AE S 7054 5 PSCs TR HLE (Vo) Z IR ISE R, T HE BEZ A% o 2
Ve HISZ IR T W ISCZ AN T BB A PR 1l [28] . X tH Bk il i A i P L LA Ak 2 RE R R 4T 10 5
HL L EAICED, A 2N TCHL PSCs JaHMEREIR THE Mt — 2 AT HE I B 12 .

N T = PRFAAFLHT T CsPblsBr FEN ISR TS, X DA ZH 7 S SR 247 SEM 1,
MAREE R 2 Fic. M 2(a) AT LI HY CsPbl,Br R AR O -3, (E 2 &k 2 7] B8 4% .
K] 2(b) Ay CsPbly sBry s 85 EAA T SI0U% -5, (ER A ERTT IR AR R /N 22 S BOK, 5 SO I 3 IR RS FE
2(c) CsPbIBr, F5ERH s i) SR 3y 51 88 7 SR AE B4 bo 177 /5] 2(d) 2}y CsPbBrrg £5ERH I, WL
FLRANA—, JRE XS 2 B IFLIR, XX SRR i A IR KM . X1 CsPbBrs £54RH K, HA
1EJ& B A B R+ 438252 [29], 1H 2 — ik % CsPbBrs LI FE 4, CsPbBrsfE DMSO #1471 o 15 fift
FEARAE, Pl £ Hi 1) CsPbBra F58kH 2 HBLF 2 41 7L, 18 BUBUK I 2840 FRL

Figure 2. SEM images of different components of CsPbl;_,Br,: (a) CsPbl,Br, (b)
CsPbly sBr; 5, (c) CsPbIBr,, (d) CsPbBr3

2. A[E]4843H9 CsPbl,_Bry & SEM [E: (a) CsPbl,Br, (b) CsPbl;sBr;s, (c)
CsPblIBr;, (d) CsPbBrj

3 45 TN CsPblysBrys 5 CsPbIBr, #5EH R BHBE I I-V () IE B, BEARGHERER) & 12
% 1At . R CsPblg 17 B BE F2i/ T AR 5K FH B Hith B w5 ZE A B, (H B E =R M RE S
M RBAHEEAZ A AH[30]. XF T CsPbI,Br AR, HA B 0 FE ) b AT U . 284 Th TR I 2 XU 7 )=
BN Spiro-OMeTAD, &4 /KK Li-TFSi, X576 % H Spiro-OMeTAD 1F N NG ELT™
I 2 L SRR, S rR e EIRSR AN EEAE . 73T T 5% B2 70 B 2 S AR 858 F (MR ~40%), I
KRIMAH CsPbl; 5 CsPbl,Br AR EE. ME 3 & H, CsPbIBr, FELH" 15 2% I (Js) K T
CsPblysBrys £58kH™, {H &I PCE a3 B AL T CsPblysBry s F5 560
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Figure 3. Forward and reverse scanning J-V curves of CsPbl,sBr; s
and CsPblIBr, perovskite solar cells

[& 3. CsPbl, sBr, 5 %1 CsPbIBr, §53AH K FHAEERjth AV IE ;2 33 J-V Bk

Table 1. Forward and reverse scanning photovoltaic parameters of CsPbl; sBr; 5 and CsPbIBr, solar cells

%% 1. CsPbly sBry 5 1 CsPbiIBr, KPHEEF AV IE R AR AR S E

Scan direction Vo [V] Je [MA/cm?] FF [%] PCE [%]
CsPblysBris RS 1.09 10.27 64.0 7.19
CsPblysBrys FS 1.03 9.98 29.2 3.02

CsPbIBr, RS 1.14 9.51 67.4 7.34

CsPblIBr, FS 1.07 9.37 53.6 541

3.2. REHRKIBER CsPbls Bry $58AH HEIRM GRS C B 1 RERIR I

X FATEHl PSCs, O 2ISOE SRR . NaRAF @A) PSCs, ABARET I 1 A KA St T
P ORI, 1 v R R A AR IR AT 2 R R MR A . AR G E AV B i 4R FH 1) — 2D e
%, WO E BT IRAEEAT IR ERAE, A IR KA B R R, (AR O R R R A KRR AR S
Al RE G NGRIG S B & M E A S0, PR, fLIRZ, BOBREZESNE. A 7RI H &I
HIR RS, FRATEI T BEA — & SRS RE M. A B E 0% 1Y) CsPbIBr, X —4H /3 1E it
TR R

Pl A(a)td B R AN R K IELFE R CsPbIBr, ) XRD EIRE . X AN [FA)IE KB FE il £ (1) CsPbIBr,
AT BB, A TN IR ZE, HMURE KR, eSS —8. W 4@)FTs, 1
ANFIR KRB R, FBIMEERIS7J7AH CsPbIBr, i 2 A RFE ¥ (100) (110) (200) (210)fi750s, FF H A M
LA TS . FEIRJGRE 9N 160°C. 200°CHI 220°C F, ATHFIE40 0%, W4 9 B IR R i T e i T+
i hm R B A 1, R R AP 4 itk FETE 220°CIR KIN IR B A, ALY i 5 AT
XA A 220°C IR K =P BA B oK ) AR R

— FRA AR B 1 A AR LB AT DL % R TR U AN A KO AR (1 LaMer B8 SRR [31]
AR AT IR AR I FIE R AR P S P PSS A, ARG G AR . BERES e argRkik,
B KR AR VEFIE RIHIE K, MR8 R I AT FE S0, 10 BT A% i K 2 ARV T, IR TR R
BEZ TR BTV AR R T 28 R S0, WV FE T 4 DASIOAS P R 2B DD ik o A BV BOR B 17,
el iz A K. 1 4(a)H XRD B AT LAE i, iR KR EAE 240°C . 280°CHY, CsPbIBr, [ 1175 1
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B BEAY, UG RR AR RIS TRk SS , IX 0 240°C DA_F i B AL HR D S8R 1 380 ok RS IR A o 3
HUSS AR IR K AL B DB, VA7) DMSO #4 A OB, B A KM L, LA B A, i
RLfi/N[32], g FEARRT N, R AR TR SRR R -

_ B —=—160°C
o (=
S s S R —e—200°C
T = 1 S Ry 4 ——220°C
l & —v—240°C
3 S °
z < —o— 280°C
L : )
£ —160°C =
= —200°C z
B\ =
z ——220°C S 49
E ——240°C 5
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A A
A A
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26 (degree) Voltage (V)

(@) (b)

Figure 4. CsPblBr, at different annealing temperatures: (a) XRD patterns, (b) J-V curves of perovskite solar cells

& 4. AEHRAGEE T CsPbIBr, B(a) XRD &, (b) $54KH KPHAER Ay J-V FhiZk(E

N T BRHAIER R BEXT CsPIBr, £54KH K FHAE il PERE RS20, ZH3% CsPbIBr, KA AEFEIE, XTLL
AN TR AR S ot L b SR IR

4(b)}y CsPbIBr, K FHAE LI J-V BRI kTS, BEE IR KIRERF &, PSCs (1 PCE
£ BTG NIRRT, 006 IR S AR IR R R I H I AR DG, EAT 220°CIR K
JE AV REIR B . FERMICIE R EEIRF(160°C . 200°C . 220°C), BEEIRKIRETFE, B Voeer s
AU FER F~(FF)IZ 8 BE o 10 B BT i) 4% 753 2 00 JE LA R SIS 1) S B AR 0, 28R M RE A D4R v
HAR KR L RS 220°C, £E 240°C LA S BIIA T ¥ 280°C I, HLMLIF G HPERE 22 T ka5 .

3.3. RIBRAREEXS CsPbIBr, 55K SER WAL M RE RO RN

R VL P S R B 1 A2 AR R B R 2 A, T AR AR o ) o T S R IR S AR T
HE. (EEIURMIIR KEE G, B DX T O AR AT R A

— AT, AR VL T SR 45 A A A A e LR 1) SR [33] 0 KRS B A AR A SR Y
I RV ES AR SR AR (L T 1R 7 (0 2 THI 78 a5 RN R AR, A kb T B LA E R ST A [34] . ek
R B A P A S 4 R R R R A, T PDBr, A1 Csl 7F DMSO AR AN, 158k
FE ] CsPbIBr, 287543 W . Zhu 25 A[35]4% ! DMSO A% 18 K PhBr, ) 5tk IXFEEE A F T4 A PbBr,
HTERVEE PIRTORAA . AU SCR3RE, B 5CTAAR POBry, ARENE G Csl, LU 3RAS 59k B (1) CsPbIBT,
AT IR

N T ERFCAN R A WA 6 CsPIBr, F5ERE (SRR . 1€ 5(a)H, RI4ATIRAIRIZE N 0.9 M I,
Bl 25 I BV 2 FLIA . ATORAIRIE N L M I, TR AR A 78 T MR T, (BT AR TR H i
[y afkE . BEE IR I — D4R, ARRLEEIEWE . IR IAE 1.3 M I, Wl 5(e), BEARMRIEK,
{EL V0 30 1 LI, 5 B R TE M LS Ak LS 22 1 R % [ 5(F) Ry 1.2 MR R (1 #kE SEM A,
o AR R 0 SRR K29 260 nm, 5 T SCHRIRIE (AR [36] .
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Figure 5. SEM images of perovskite films with different precursor concentrations (a) 0.9 M, (b) 1 M, (c) 1.1 M, (d) 1.2 M,
(e) 1.3 M and (f) a typical cross-sectional view of perovskite solar cells with concentration of 1.2 M

5. FEIRTIRAFKRE T 45600 HIZRY SEM Elff(2) 0.9 M, (b)) 1M, (c) 1.1 M, (d) 1.2 M, (e) 1.3 M, (f) KEH 12M
$EERT K PARE R S AY S B By TH (5]

T B D ER TR YRR XS 5EHE CsPbIBr £5ERH A 520, FH A (R BE AT SRR I VR 4% T — &
ISR RPHEE . 45 s 6(a)fdk 2 . 4urIkiAKR N 0.9 M 3] 1.2 M B}, PCE &4},
LRTIRAAIRE N 1.2 M, XURIEH] 8.14%, HF Vo Jo M1 FF 205104 1.10 V. 8.61 mA/cm? il 62.2%,
ifi PCE B3 EZIHK T I A1 FF B3RS STTIRAAMR FEIL S 1.3 M I, PCE BE il FF%. AR LA H
AR EE PSCs [¥] PCE [J#a# SEM H AL CsPbIBr #54KH IITESA I,  HE— 25 Ui B A gk 44
WREEXS TGAL CsPoIBr, £ £ LA 1D o B A1 FL I e A 1R KI5l

N T HAIE Jg S 75 REREIAE] 9.90 mA/em?, [ 6(b) A ATt B B R (IPCE) . B H A LU H
KAE 400 nm £ 600 nm 2 [F] (1) 41 5 T 2R B HET 80%, IPCE AR 4 FEL -5 46 B PR IRAR Z2 T2 I Lo

12 100 12
| —=—(0.9M
—— 1M

Y 10 —1.1M 804 - 10 <
5] ——1.2M [ S
T ¥ ——1.3M 8 <
N 601 L g
Z 6 o Le 2
g Q &
5 £ 401 S
g 4 -4 £
(o) (9]
: - E
O 5] 204  , ©

0 T T T T T T 0 T T T 0

0.0 0.2 0.4 0.6 0.8 1.0 1.2 300 400 500 600
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(@) (®)

Figure 6. Performance of CsPblIBr, solar cells at different concentrations (a) J-V curves, (b) IPCE diagram of PSCs at 1.2 M
concentration

6. FERE T CsPbIBr, APREEEEI(a) J-V HAZE, (b) 1.2 M KE T PSCs i IPCE

DOI: 10.12677/japc.2021.102003 27 LY PR A= Svi


https://doi.org/10.12677/japc.2021.102003

Mot %

Table 2. Photovoltaic parameters of CsPbIBr, perovskite solar cells at different concentrations
2 2. TEIRET CsPbiBr, 55K K FHBEEMAL RS

WREEIM] Vee [V 3 [mAVe?] FF [%] PCE [%]
0.9 1.08 7.64 515 4.27
1 1.10 8.61 62.2 5.94
1.1 1.08 8.67 66.0 6.19
1.2 1.15 9.90 71.3 8.14
1.3 1.11 9.25 67.2 6.96
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