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Abstract

Organic-inorganic hybrid perovskite materials have become a key research direction in the field of
radiation detection due to their excellent luminescent properties and tunable material characteristics.
However, the fabrication of high-quality, low-defect perovskite single crystals remains a significant
challenge in current technologies. In this study, a modified seed crystal cooling method was used to
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successfully prepare large-sized (CsHz0N)2CuzBr4 single crystals with dimensions of 20 x 6 mm. This
method avoids the generation of impurities caused by drastic fluctuations in solution composition by
precisely controlling the temperature and concentration changes in the solution, which significantly
enhances the size and quality of the crystals. Structural analysis and material characterization con-
firm that the crystal has high purity and excellent chemical stability, with the crystal structure aligning
well with theoretical predictions. Photoluminescence tests show that the crystal emits blue light at
475 nm atroom temperature, with a photoluminescence quantum yield as high as 99.3%, and exhibits
a significant 146 nm Stokes shift. In conclusion, the preparation method proposed in this paper pro-
vides a new approach for the high-quality growth of perovskite single crystals and lays the foundation
for further applications in the field of radiation detection.
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1. 5|

IEAESR, AT MRL, 4R RA L - THLAALE5%5EE (Hybrid Organic-Inorganic Perovskites, HOIPS),
H T R 1) F PR R A AT R A BB, 2 RN L A A P B A TR R SRR 4 A B
A i ) 2 28 Perovski LA - 1839 4RI, BEEBIFLIIRN, X—E5HH0E XSRS T, W |
Z P B ESERT G5HI AL &, B0 CsPbXs (X = Cl, Br, 1)25:4 J& s AL W45 4K [1]-[4]. I 2009 4F Miyasaka
NE UK &8 < A R N TR s A Bt 5 B R AR AL S R BR T T R [5]
65, Weber 58 N Bl LS (MA)BH B+ B A8, D& 7 AL - THUR S &8 sk (e 4kn™, X
— RGN IVTT R TS ERN RIE S F R REVR A0S B 28 6 6] A5 ERA AR AR S 6 2% 14 e
A IR KB4 ar, DU 2O SR T A MR, B R IR
TGS Ot FLERII 8 A0 S PR D0 55 A 1) B e A4 RH 7] [8]

BEAE SR MPRER FH VS Bl g e, 5 BRAT ADRME S S PRI AT A 5 LA L ) XS ATy B R 30
REUA S ot s RO TS AR BRI AR TG G T IR S BRI, F T A
EREST A (TR X S ZRT y S 2R) AL AT OB ERCER A, Seallm RBUZEERII[9] [10]. fERMIEIE T, B
il 2% ORISR HA 0 S ' B PR RE A S B0 5 dn SO HE SRR S IR I 28 H R R R I ORI 7E . BUAR
LS KA AR SR S R DN 7 T R I AR /g, SR BN T2 S T SE bR s, AARE I 2 TR R
(R RR: (1) TR R &, (2) FFRAGEEAFEAEKEAR[LL] [12]. ER BT & H LR
mERe, BEARENS TR E AR IE, HURRIAHEARTEARZ, e RN i
fE[13] [14].

TERSERT B AR KRR v, TR KR A LICRE B AL 2 B BB g il 26 07 iUz — o MBSV
ARKER, GIEIFIRE . W0R A, ik LK SO R 2P B 4 B RS, ARSI O FE i . VA RIE
R AR L R G AN R (R, DR HESD SRS P AR K . TF R OR, IR AL G 7 VR AT ) SE PRI
AR, D BRSO AO PR REAS BIIR TH15] . FEPUIRESERY SR B AE KT I, LTk I
BRIy, XN B B v o R R B R R SR TS B I RELE e 1 R S PRI 2 v S FH P O
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JrTE[16]

RUE I AR A K TR T — @ Mt e, (HESEIURRSE . REE . Mg s il K,
TRAEEVF Z BRI Rk, RGBT, A B A S, e m B R AR AR 1
KEETT 22— AN - THLREET1E A — MR R AR Aok, I T b S CH S B 5 N
B S 2 FEEFIVE RE IR /). B IX — AU AWHR R, afm@E i e A KT, i Re R
ML - TEWLAAESERA B it 1 45, CLRCR S TR FE I AR s i) . R, AR T @ i A A A B Pl 2,
TETR A VAN N-Z F I B i R B R = 4:1)H R il 48 17 B K 28 RSF 1(CeH2oN)2CuoBra ¥y, A
20x 6 mm, A REFIIRE AL %R TEE R TR AR RobtkeE, HRMEK AN 475 0m, =
TR Eis 99.3%, JF HEA M & rE I A 146 nm (1.15 eV) I KRBT Se i #e . DR et — R 7 3
RICHVER, I A S AR I S5 DA R A ARk () A A T i it i S S

2. SELRERSY
2.1. SEROMRISRIE

AL IRALIZ AR (CuBr, 98%). U 2,5 R4k 82 (CeHo0NBrr, 98%), N,N-—H & H i i (DMF, 99.9%) Fl1iK
R (HsPO2, 55%7KIER) . FTA SLBe il A ANE I BT R T ARG, TERE— S AR m A .

FAE: f#H Brucker D8 Advance (X #5#E1T X SHEEATHH(XRD)MI &, %X 3 A% Cu-Ka (1 = 1.5418 A)
X GHERUR, 20 YN 5°~90°, FARGHEE A 27 min~t, KB G R BOR AR TE SR N TR X SRR T RE
i (XPS) I & A2 LA Al Ka 528 (hv = 1486.6 eV) £ [ Thermo Scientific K-Alpha Y& S3GE4T IR,
TAFHE 12 KV, 2@ ae 150 eV, K 1 eV. A4 GRS % 284.6 eV A Cls i dEfRrik .
I R PL AT PLE Y6 il & 78 AL 0% AT (450 W)IE ik I i 9% [E Edinburgh FLS1000 7€ %4366
FEIE BT . BT F PLQY %34 7E FLS1000 )t e e fE it MR BRICSE . {3 F i A AR 2 BRI
() UV-vis-NIR 4356 i1 (PerkinElmer Lambda 35)7E 3% 545 2 T Wl & ot

2.2. ¥R A FE K (CsH2N)CuBr B g

(CsH2oN)2Cu2Bry B R EAE IR A FI P AR, HIEF] Cut, Br & Z#stl, JATRMIR A5 DMF Al
KEIR (DMFIXBEIR = 4:1), DRI 0 8 7S it — DSk TR MR AR BE[17]. ¥ i DY 2 iR Ak B
ARACE 2 1:1 HIEE R EE I ZA T, 7R 90°C M iH:, SEaME IR 19 2] & A KL O UTIE M 1 AT IR A
W i a s . FLARR/INA 0.45 ROK BISR KM SR (9 £ M (PVDF) L BE 81 98, B S S [ 4% 5
PRIV T W] 0 A SR ARV T, IR FE AR RS, DA S Rk BEAT i B (IR B P B R 2218 . K 15mL
FRT IR AR BN DU 2] 20 mL f/NIE T, FERTTOTH 3 mm 28K fL, DAL G AT 354, B8
Ja GG FEARIR L % 30°C, FRHIR L [ A2 A2 S AU B N BEAT AR AR . SRS, A BLE AL T k%
DX 2 M 2 A Ak, Sl iR Tt BLHE B R I 0L, 0 AR BT AR s, 5] 1b R, XS
PR AL SRR IR A, R 200 S A R RS RAUR B i Gy, — I RE R i AR B )
HMIOTRIG, FENERIIARE . ARIX— G, SIN TR, AR5 ek,
BT ZREABIERETERG > T ARG ULRHES IS . T SRR A, 8 T IR R R AR, fR
RIS DO R, W 1o Fn. REF KGNS T am iR, (BUEE . £8K
R AR, FRATER B R R4 R A, (R A R AE ORI b ) LR B i /b, VA OB FA
M2z b DMF S PR VT X BRRR IAFAE 2 N T 48 AT IRV R it — AN s R R3S, Hid 2R T
BURROA TR Z LW (IR JFE 0 A R 5 IRAFAE R S AL I Cut Al Br, X R AT A B 2 51
RERIIIEAAL, WE T A s th, BEMN G AR B, W 1d fros. A0 1 24
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Figure 1. a. Crystal grown by the evaporation method; b. Precursor solution after complete dissolution; c. Crystal grown by
the seed crystal evaporation method; d. Solution color change
E 1 a ZEZFEKNREE; b TLBABEMAIREERE; ¢ FRELEEKNREE; d ARACEKE

2.3. FFERbEE A€ (CsH2N)Cu,Bry B &

N R R AR AR TR SR FRATEE « O X 2 SR RSB, BT TR 1 R AT B K
(CsHaoN)2CuBrrg F ¢ o I il FERIA FE RS B T ], AR P 4 rh AR A3 — AN S Ity SR AT 4 ) iy A 2
KNG, HZBGEMLL, FRIRAT A BENS AT R0 o I o R sl /b 2% AT (17 2R . AT D
BRGASGEMIE, BRI AT IR e eV i, 1RSS5 1.25 MR HTERRIE R, IR AR
BERLE RO, BRORNE RN B BEJGAE 24 /NI 2 WA RS FRIR B 50°C, JFAE 50°C MR E
— B A, 2R DARER 1°C BRI AR, A KRS IR DOZ A I8 2 A X« SR T A T )
BEARG, WIRAE 35 CIf 2T KB A B2 Wbk, MAER @A, ZXABRIEF LR ER RS CeL T
MR 1, AT BZIX, T A H A 5 W (CaHaoN)2CuaBrry £ RA% X I AR M AT H it i
B, IS R SRR A KR B R EE . LB, WEI RN RAYE
RS, HENNZAPR AR XA AR DR T B X R0 oKl — 2D SR P B e AT E
RSN R AR 0 45°C o EULIREE T, MATTIR M BLZIS IR MRS, AT S VA AT T 51
FEERAA A KA EEES, AT DRI P RS 454, A7 B IR BOR i R TA P O, (et
PREE A B Z I FERL(0.5CIR), PR EH AR 79(20 x 6 mm) 85, AT DR R 9 0L5%
BISAAEFEMRGT LA T8 M5RT SIARE AT 2EUCOEWRIRE, XA ERRREE -
A CR R, W 2 s
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Figure 2. Crystal grown by the seed crystal cooling method
2 FFEPEIR AT KR R E

2.4. FFEHSISIERNLE

RN BRARRS i A2 df R B A O FIWL, SRATTAN S iR i I8 027 5 3 5" A M EHEAT 93 # o BT
W BINKF i RENS KR PR S A L I BE 22, (UL SE R 5 R Ao FF R I IO AEAE SR AL 1 — A7 o
M7 6, AR PG h S AR B 5 BRI e B R T 5 KT R T B T 7 v A ) ST e REEAR . A
Uk, FEARIRLEARIEET ) 5 A P 5 (4 s 57 3oL T R PEE R A DI ATEAE SR o S TRWRA it A SE AT 2T
AR IR AL A, MASEE R AR A8 . FERA RG24 TR L, HAFLERRIR T A%
IR AE RE R, 8 S AT AR SEAREREN /) FIOFIRAE K. BAh, 207 i 5 15 A K 1A R A 4 R B
(SRS SRS ORI DAAERT R R IR AN E A, RS R Y A UGG . R0 i i DL e A=
K2 SH (8] (R IC R AR fe/ME, FRTTAR IS & 2R [ o 20KF R (AR 0 T 55 A 2 A 1 A
e PEULTEI AR %R T 5 TR R MR A, BRI T SRR A% BE22 o X T (CaHaoN)2CuaBrrg X K2R
s OFF A P AR N db i, ks S 8e 4 — 80 Bk 7 HYRF s R I 455 1 (9 A4 K B A R IR
FrmRERRAT, IR E V5 3 i PR U A R 4K 82 E

FraBR 1 PRI RER, R BTAZ AL B H K F —— 51 S @ AR E AL B AR B, AT
BRI BN A 2 % EIRSCIR R Y], ERAEATR S, S AT N % X S A 2 A
wit%, SEERZNEAHIHES, SiEATE, BAERSTMRET . s 5 A FFRiEa R, Hik
A RLERS A AL TEAZ ARG, AT A R B RE AL A% 8 4 2 M R A AN B T A A R 5 3 A
KPR, Bk T SR A LT ASE S, -T 1 B 28 5 i) Se BEE AT 5o 25 EPTIR
K b8 I B S ST A i 22 AR P S A DL E RO, 8 0 R BE 5 R LR T A%, R A I PR £E T
fr BATHLA b, IR E5E A7 S A KRR

3. ZREWR

i3 %] (CeH20N)2Cu2Bra fi ALK IR AT VEREAT U0AL R BN IR AT AL T 28 ik RE TE A T
PR A KRR, B G IR R 2 SR 2 AR AR BRI R R, R A AR E PR AR E
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A. ¢ =10.8947(2) A. « =90°. B = 96.5180(10)° F1 y = 90°, VELNMI SRR WL 1. & 3a BR T
(CeH20N)2CU Brg HImAIRLER, AR~ B0 AN [CaHaoN] LA . A Cu™ & F A Br & F 24 k. &M
ANFHARA) CutBS F 5 U BrBSFECAL, MRS S T E P S5 M R [CuoBra]? — 54K, = RIMFHE M
Br {7 s fl—AN Cu higl, Wil 3b fion. TEIXFREEMIR, [CuzBra)? =M1 3c i KRR HLIH 2+
[CeHaoNI*REFH, BN T — N5 AL 5G4 5 B A 7 (1) 0D 4544 . 0D 45 MRt 5 i 7Kk 1 B
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Figure 3. a. Crystal structure diagram of (CsH20N)2Cu2Bra single crystal; b. Structural schematic of [Cu2Brs]*>"; c. Structural
schematic of [CsH20N]*
[& 3. a. (CsH20N)2Cu2Brs B2 SR SRR ZERIE; b. [CuBra]> Z5#7RERE; c. [CeHoN] R EE

Table 1. Crystal structure data of (CsHz0N)2Cu2Bra
Fz 1. (CsH20N)2Cu2Brs RIALZEIEIE

Identification code 38-CR-20241212C_auto
Empirical formula (CsH20N)2Cu2Br4
Formula weight 353.61
Temperature/K 100.00 (10)
Crystal system monoclinic
Space group P2i/c
alA 8.25810 (10)
b/A 13.5763 (2)
c/A 10.8947 (2)
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ol
pr
s
Volume/A3
VA
peaicg/cm?
wmm
F(000)
Crystal size/mm?®
Radiation
26 range for data collection/
Index ranges
Reflections collected
Independent reflections
Data/restraints/parameters
Goodness-of-fit on F2
Final R indexes [I>=2c (I)]
Final R indexes [all data]

Largest diff. peak/hole / e A3

90
96.5180 (10)
90
121356 (3)

4
1.935
9.880
696.0
0.29 x 0.23 x 0.2
Cu Ka (1 = 1.54184)
10.452 to 147.72

-9<h<10,-15<k<16,-13<1<13

9173

2423 [Rint =0.0782, Rsigma = 0.0456]

2423/0/114
1.108

R1=0.0469, wR2 = 0.1363
R1=0.0471, wR2 = 0.1366

1.54/-0.92

3.2. X BRI 4

A2 K H (CeH20N)2Cu2Brra A ) X ST 2 AT 55 (XRD) BG4 5] 4 Fra e MOGHE I vhn] DLBTR 7 H A RH
(RIRFAIL o 5528 T it (AR S5 ) At AU A 28 RO S PRI AR X L

T fEs

e AT A vt 1 5 P55 L AT IR 75 7 5t

Intensity(a.u.)
| —
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Figure 4. Experimental and simulated XRD patterns of (CsH20N)2Cu2Bra4
[ 4. (CsH20N)2CuzBrs BY LG 515 XRD Elig
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FE I o B R 5, AW SE B (T 0 5 10 4 e s A AT P, 22 W M 0 8 P 4 5 3
T, 75 B P2ulc 2 MBI A S AR (CoHaoN),CUsBra f AL HY, itk —S5IE B bR A e
WAL, RAIB A2 77

3.3. X GHE i FRER AT

N T W (CeH20N)2CuBra B AL AT, AT ARIEAT T X SR Je B T AE e (XPS) /0, Hidh
R 5 B, Kl ba s 7z Rke) XPS A&, fERFRE 7 Cus N C Al Br 94N JT 3= A L(E
S, 754 (CeHaoN)2CuaBry H i AL S22 . 2T 931.9 A1 951.7 eV FI AN 22 454643 Sl %6k 2 - Cu* 2pare
Al Cu* 2pue I HEIE (1] 5b), EWT T (CeHaoN)2CuBry H1 1) Cu &7 A— MR, IR k18],

3.4. (CsH2oN)CuzBrs S RESTHT

Bt JE BA L SR N WTTT T (CoHaoN)2CuzBra HIGAHRFE . 151 6 JEIR 1 i IARLEAN R S AM RO T A
RAGEIE, (CeHaoN)2CuzBrs HLg#E 254 nm FlI 356 nm (158 SN S 46 1 N R I H AN [\ A6 BUR B8 . 7E
356 nm [IEAMDEIRES N, @RI BOIRAM A A, AOGR LRSS TAE 254 nm HAMEIS T,
A PR B CUROG R I R, RO ONWISE . XA A R R ANSOR SR I AR L ZE 5, R RE SR
PR IARAL T 51 FEL 7 RERIT SO A B E A . BRSO S, MR e 22 0 S g

a b Cu 2p,, 931.9¢V
3

Cu 2p3 1
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Figure 5. a. XPS spectrum of (CsH20N)2Cu2Br4 single crystal; b. High-resolution XPS spectrum of Cu 2p in (CsH2oN)2Cu2Bra
single crystal
[&] 5. a. (CsH20N)2Cu2Brs B2 F2BY XPS ;5 b. (CsH20N)2Cu2Bra B2 &4 Cu 2p BIE 57 ## XPS i

Figure 6. a. Luminescence image of (CsHzoN)2CuzBr4 single crystal under 365 nm ultraviolet excitation; b. Luminescence
image of (CsH20N)2Cu2Br4 single crystal under 254 nm ultraviolet excitation
[&] 6. a. 365 nm M EE & THI(CeH20N)2Cu2Brs BB A FE; b. 254 nm £ % T BY(CsH20N)2Cu2Brs B & & S E
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B, SECERIEEUR RN .

N TR REBUREHLEE, B SR T (CeHaoN)2CU2Brs df A [ 58 AR RSO, 12RO 1 7E
EI A AR R, 250 5E 281 nm F1 324nm, G0l 7a Fras. & 7h, ARAE G Il R EA A
fltiTH(CeH20N)2CuzBras HLii (T BN 4.29 eV, HAREANR, 5 0D HFEMIRHEMAHTT&. £ 7c
1, 103% T (CaHoN)2CuBrg 8 1Y) Y6 BUR Yk (PLE) G i A B R 6 (PL) ik, (CeHaoN)2CuaBrg B 51 75
PLE Ytitt b1 329 nm kb B S o H0i8k 6 . 78 329 nm KR T, %4k &) BoR HUEAEE 475 nm 5851
WA R, SE 6 8. 7F PLIGMMIE, RIVZINERMAR PL (5 5K 7a & AMRIOE
WA R SCA AR L, I T B RS, I H PL OBt B R (S S, 1K E BT AR, S
B - BT A SRR AR 5 A [19]. SRRSO BE R SIS 2:(2) 3.38 eV) 5 & 7c H11
PLE #11(%) 3.4 eV)AHEL, ATLLKGZ) 324 nm Kb 1R REML ISV VA PR T30 IR UL, 1T A4 M T v e IR AL U (24
281 nm) U= PR T MR I [20] o BEAh, FRATTIEWLSR 1% R L 146 nm (L.15 eV) KT e i &, it
BRAE AR RO R T LA B X — IR IR S5 MR A R S M 3 DA G, APRLY 0D 254 A
H BT 28080 3 P T BT IR, A RS R RE R B AR TR . B TR R SR 1 H T R AL
etk MORESHHRTS5SUERESL R RRIERMX AN, TiEERIES), WS T Ootd R aes
Ak, RICHBKPIEFE S . seoh, SR a8 A% AR ) g =R 2 3 7 — e EH,
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Figure 7. a. UV-Vis absorption spectrum of (CsH20N)2Cu2Bra single crystal; b. The Tauc plot of (CsHz0N)2CuzBra single
crystal; c¢. Photoluminescence excitation (PLE) spectrum and photoluminescence (PL) spectrum of (CsH20N)2Cu2Brs single
crystal; d. PLQY measurement diagram of (CsH20N)2Cu2Br4 single crystal

7. a. (CsH20N)2Cu2Bra B S AU IMNRI AL ; b. (CsH20N)2Cu2Bra B g Y Tauc Bl; c. (CsHaoN)2Cu2Bra B g HY PLE
FEFA PL ig; d. (CeHz0N)2CuzBrs B2 GHY PLQY U= [E
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JEHRAERAGIRE T, SR IREN (75 1) 5 BT RAH ELAE RT3 — 2D el 13X — 20080 I B B s HL A AR
1 (CeHaoN)2Cu2Bry FESEBUR G AE LT 3AH AR R, I HAAECRIIRE R Mife . JEil LMk
JeiE KA, WU A RHE RSO S 2 IRAAE B R R R 22 5%, X8k — DR 1 Kt e %
WIAF LRI S AR B T A M S ARE . JF FOZ SR R RAE S TR 99.3% M et BUAOL 17 %
(1] 7d), 17 et A 3R 2 1 22 6 U R T (CeH20N)2CU2Brra 14 OD & % £ 1y v i 5t L Af Sy dek Ak, 512 1) B B 8T (STE),
I CEUROGE T FAE W AR A S PRI U AR A

4. B

A T8 X (CaH20N)2CU2Brs S ALK (AR A i AT A0, SRFAT b B R R B 3848 7 R ~F ]
% 20 x 6 mm (K FURARERY . SREREMEL, o5 iE i R 28 R, R T R
JRIENRE N, ATk 7 A% 5 AR e RIS AT il () 5 TNAB AR U T 2RI BRAZ X A 3o 22 Ak o 28 1) 1)
B T SN SR AR A o B SRR R BRI R — RBIRAE, BIE T ZM ik B AR, &
afi i DA K AR A . IR Bz AR iRR 1) 0D Z544 5 B /K PR BH B 19 50 A AR R S A (1 Ao 1
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