BRL—HT7IL—aviEltL b
2RITINA Ty KRATRAAA CRERKRS / EEDEE

HEETRERTY WE TR
R ET R
(2020 4 — XA TEBA R B K AF-2020215-B2)

F—O—F: L=¥TTb—var, FRIEENATY Y RXaT 204 b, T/ fEEHE

1. AEOENEES

-1 Ex

2009 FlZ, BROHICE D, Ra T Ah 4 MO LE
EELDIATMATNAT V=T A EE S T2 D
07 AHA NKBFERSHRE S TLsk, iRt a T
AHA NKBFEMD 7 4 — =B Z 572 [1], ZDHkb
T 10 FEOMNC Z O KGR O ZE M) F 1T 20 %& B X 2D
ETIZRY | ERITHERRT STV D, ZOMEHE,
a5 723 L TR 2R RS ERIFTRE T B 0 | IKATRS T
BN OB BORMR KRG ERORA EME LTE
FE B ARERZ A D BEREIZ A TV B [2],

a7 2AH A MUEEmIL, K’ 11277 ABXs R OfkiE
BEO, AV A R AFALT UE= T LA BYA B
W 2MDERA A XA "B LliD a7 oAb A A
THDHON, HREEHENA 7Y v a7 204 8
BERRTH Ak AT LT VE=T A
((RNH3)PbX3) T 5, (R=CHs (A F/L)) AIHIEHERIC
Ry R¥ Y v 7% OBERTH O N7 KB
ThdeebIlBWatEZ R T RbIER SN TN D, e
TACERATFNT =T ME K 2ITR" TR T A A
FDO3WITAR Y VT — I EEE LD,

X 1

K2 3DXe7AhA b

—J5. R=CiHant (n>2) O X5 REHNEVT LE L
TR GAAF U EMED EKSITRT LY u s

{bgn/\HRN Bk D 2 otfEIREE 2 TERCT 5, & [H A
X7 VX NAVEOE SIS U TELT 5, #n 2D a7 R
HA FENOEFTRTHACADHREZIT. BOEIIC
KAE LT CIAD DRI NET D, mT-H A ZRIC K
DN RE Y T OB E LT, SR - FOLDW R
X, AR~ TSN > TR H DT, SEIERNT
NA A~DISABPHF SN TS [3], £72, 2D a7 A
HA ME, DX T 2B A LB L CTIREMER B < &
EVEICENDERTbIHA T 5 4], —Ho a7 o Abdh
N T ATA R EEERT KEEROM, FELEF. R
HiIgR, St BELHA R EoMEl e LT, BE. £
< DI CIEFRITIREDN B SN T 5,

~ N < <
SO SHS

K3 2DXm72AHA K (f£) &
2D Xu 7 AuA ()

2D N7 A A FOEREEL LTIX, CVD IEDOM, K
FTOHCHEME, LB B Efka R FERImLNTND
[5-9], AWFFETIZ, 2D @k~ 7 20 1 F DFr LU MER
FiEE LT, LVBERERPL—FT T L—a U ERE
THMEOL—=YT T L= a BN EELTHE—F v b
WE OFERRAL, ki 7 bE BB & LTV edlZxi LT, AR
RIED BERIIME O/ G - i EAIR Th Y . L
—Futy v T OFERCHKET DO TH D,

1-2 BB
SEIERFENT NA ZAOMEHER & L THHE R T
J I S 7z 2D AHEEEEANA 7 ) v B Xe 7 A0 A
M EEEOFIR R ERE 2 RS - FERET 5 [10], £z, L
—Wruty T WEOT I HRTAEIC L EES T
f e IR, T D b ARD 1 L BRSO N T )
NG & ) MRS T & 5 £ TR IR IR T 2,



2. ERAE
2-1 #EhL—Y¥F7IL—3y

41T AR CHRANE TR L — T 7 L—va v
DEBRIEEOMIY ZRT, T T L—a D F—4 v b
Wik, AFAT o=y L RBASE (MAPDBrs) o Biffidh %
AW, 77—y a oL —¥FE LT, 2—F v D
WU R (560~570 nm) & Y AW E 532 nm D Q A A
v F ¥ 7 L—Y (Quanta-Ray GCR130) ZfEAL7/Z, L —
P OV RIE Tns, HYVIEL 10Hz) %, A /80 —L
—VPHOFEENRI T —%2F-TT 7 L— g VEEIE
Wz, MV B AN T AL TIOVOIRIZE N F —
Ty M UTHE ED, B EERE 150 mm O L > X TH
KL TL—HERF L, #—57 Y MIETD L —F Dl
FEIR LT m] THDH, ¥—7 v hEANTAAL TIVIEAE
XY A7 —DIZRE, AKEHRNTEHNL T, =R~
—7y FORAZRY 2B LEET DL T LT
L—HLS OB, 2% NT A T a—T KRy 7 AIZA
Ao PERITImAE 20 LA R, BESRIREE 10 %L FITIR - 72,
77— g VBIRRNC, P SR L ITRT T VR

ﬁ%@ﬁ&é%@?»%w?iymmmmmm:A&m

12,16,18) ZiRINL 7=,

FO—THyyR

WE<20%
f=150m ERIRE<10%
e 10

B AR:532 nm FILFLFILFEM
28LRBE:T ns
HRUELI0 Hz
A= 1.7ml

Q-sw YAG LASER

X4 Vv—¥T7TL— g odEE

*£1 WIMLETAFLT IV

TivE no kE bk
BA (butylamine) 4 C,H,NH, v

OA (octylamine) 8 CgH;NH,
DA (decylamine) 10 CH,; NH,
DDA (dodecylamine) 12 CpHuNH, -~
HDA (hexadecylamine) 16 C,Hi:NH, - >
ODA (octadecylamine) 18 CpgHyNH, o sy

MAPDBrs i dh I, R EE ki (ITCH) 12k - T
AR L2 [11], 2mmol DREALA F LT L E =1 2 (MABI)
L 2 mmol DEALEN (POBr2) % 2 ml Y AF LAV LT
R (DMF) 1Zhnz, fife L TS 7, ZOWIK% 80°C
WINEAL . 3 BEREPRER L CabH L7z MAPDBrs #f it % Fl
FEERIZ LT, FONITCIE TR S W7, b REEIRFIZ IS
b7z MAPOBrs Hiftdh (X15) 277 L—var&—74
v b L7,

2.2 HEEYMOFMESE

77V~Vay’iof%%ﬂtiﬁ%@%%%ﬁ%\
XHRET (XRD) & T~ v atiklic LV fi~ie, 7o A5

S5mm

X5 MAPbBrs#—7% > b

Bt L<ixvV a v micsp 2 %A L CllE Lz, o5k
FRIE, TR VX — A X B EE (EDX) I & - Ty
Mritee 7o, EEWE MLz AT ST, I
(UVIVis) A7 hLe 73 LIt A (PL) A
7 NVEBITE UTe, SR 1R DA i o3 s e EL &2 7R3
7o, WU A7 MVIEICIE, BEOEREMEH L7z, PL
A7 S VEIE ONEYEIZIE, & 275 nm @ LED Zff -
7=

3. ERHERLEEBR

K6z, &7 Iv20MLT 27T 7L —va L
%O, REIOGEEZ/RT, EEITSENEERE, TBIX
%%%%w%kf@%%f%é:%%Tw%wﬁﬁwﬁw
BA ZWIN L7358 I3 AERITIZIEBAER TH 2%,
%hu%@T\/%%MLtﬁaiﬁwvyéwﬁot
WP LN, AL T TR, BARNNE LU ODA &
MOREHIFAOENEZ R LB MmO7 I 2L
BAICIIREOHEEE R L, 7R T oI, 73
ZEIEIC MAPBBis 27 7 L— 3  LTELNTR
WRIL, BERIA T CIEA L v AT, AL F TR aT
bb, ZhiFF—4 v b ERLT MAPDBrs ORI T O R
Thd, LEB->T, BAZIKFNMLET 7 L—va ok
7211, MAPDBrs 213 & A CE R0V, ZDMmo
TIERMLTEONL, ZRICEWEZ 24 54K
\Z1X. MAPDBrs NEEL TWAEEZHBND, 2D L
I, WITRTHFEART ML L > THERTE 7=,

BA(C4) OA(C8)

DA(C10) DDA(C12) HDA(C16) ODA(C18)

room
light

uv
light

M6 AERmOGTHE (L

EE IR, F ;4R

X7 7 UEEINTOAERY
(Fe : WmE R, A S5 R

X 6 | TR L2l WM ALY kvl PL A b
V&K 812”77, BA, HDA, ODA Z¥RML TIERIL 7=
BT, 3.1~3.2 eV IZHWWRIXNE —27 2R L, TObT



AR 2L —NZBRN TS Y — 7 BT 5, T D3
7':1: IR, AR T TROLNAHRELDOFKTH S,
DX DRI ML ARY ST, BEO e F AR
BEHT D 2D Xa T A4 hDRNHs)2PbBrs {22V T
WMESNTVDORREBRLS L TWD12], FRERDOURIL
E— 7%, 58072235, OA, DA, DDA # RN L C/EHR
Lz b b s, Ltﬁof EoTIvERML
77 L— gLz
DAu7xﬁ4%#ﬁ%ﬂt&%@éﬂéo*ﬁ\BA
WIMOREILAAMZ T, 2.4 eV 3T 1T F#ﬁ@%&ﬂyt"~7 &
PLNFHE— I BERONE, Zan, IR G R
TTALVIATHD L &\@@mi‘é%mﬂx & DOJRE
Thbd, TNHIE. MAPOBrs D A7 FLIZR LN D K

WTHY  MAPDBrs NEAE L TWAH Z & &R LTV A[13],

B2 Z O 0358V OA, DA, DDA IO AT
H =4y N EE T MAPBBrs W& EIZIRIEL TV D B X
bILD,

2D R T ANA O TH D, ~Nu U ALiRE &
B8 O JEI 2 e O 2 iR T 5729, XRD /34 —
VEWE L, Mo/ RERT, &R0 XRD /¥
2 — 213, ZRRORFTE—27 DL ) —XBR6N5,
Zoftlz, BA 2N L7T=5E %RV T, MAPbBrs O
PFEe—7 BNEH SN, iU, BFEAT ML TR
SN EBYOFERTHS, BA, HDA, ODA Z¥HhL
277 L—ya VAERYORTE—7 D) — XT3 1R
727 CThB, LaL, OA, DA, DDA =@M L7561
2L L IE SO —7 v U — XAl s iz, =
D LD REFEE 7R BT B — 2 1, RIS U CRE AR T 1A
WA FF - o EETH D EEBRLTRY, 2D~
o7 At e T AT A MZBWTIRE SR TWA[T],
MR~ 7 AR BT I CAME L AR IS LT

PRHEEIC L DB AR = THD, KINBDND L HIT,

W57 2% BANDH ODA ~E T F/LEENEWD
DIZRZ TN & & BT, B E—7 ORfEITHR 72>
T 5D, 2T REEEE OB IR ’téﬂﬂﬂa“‘é zk %i‘

BRLTWD, KD EWT I U 2IFRNLESAICERIC

LZ01%, B3R &7, /\H#/{Kﬁﬁ}%@ﬁaﬁ TV

AR L L CTHAAENTEERNTERINTNEZ L

R L TV, B —2 Oy U —AREHER NS 2

ik, BEEEINERD 2D Xu T A A NINFEET DT

HEEZLNA,

B —27 > U — XDEHT AN D, %ﬁﬂ@ﬁﬁ(ﬂ%
JEOEEIHER) d&REb -7, LFO X oic, e
dERMLET 2 OT VR VEHEIZ i*ﬁl%'?]z})ﬁ Sy g
BA( = 4): 1.354 nm. OA(n = 8): 2.006 nm., 2.091 nm.,

DA(n =10): 2.612 nm. 2.855nm. DDA = 12): 2.360 nm.

2.715 nm, 3.085 nm, HDA(n = 16): 3.268 nm., ODA( =
18): 3.558 nm

2D X7 AHA bk D(CaHan+1NHz)2PbXs (X = Cl, Br, I)
COWC HHBOT VX ILT vE=T ADG 1R L EH

CHVEREICETHLLOD,

(a) BA(CH)

(b) oA(ce)

c
- ( ) DA(ClO) >
] o
8 8
> . =3
2 Y %
2 |(d) bpbA(c12) Jul
£ m
T £

(€) HDA(C16)

(f) opa(c1s)

20 25 30 35 40

Photon Energy (eV)

X8 HikEtOWINA~Y b (HHR) &
PL 227 kL (R

L e e B L B L B

L leacy @

Log (Intensity) (a.u.)

5 10 15 20 25 30 35 40
2 0 (degree)

X9 #&#ED XRD /8% —, S B3SO BT
v — 27 %R, (D *IT ) = R ORI,
O xITFEEROT I v oEFT, #HRIE
MAPbBrs D[EIHT &' — 7 fir & 2R T,

FEEEOBBRNLL TORICHE S Z EnREN TV BT,
d=a+bxn 1)

AIFFRORIGTH S X = Br OFA. a=0.806 (nm). b =



0.159 (nm)T» %, Kﬁ%?ﬁ@ttzD&nixw4k

OREN Z OBURIZHE > TV DD BT D 72012, RAE

b O BHEEEREA. ALY I A %@F%%%ﬁ
nicFLTrZmey bLic, O 7 7% 1 0TRd,

4-0> T T T T T T T T T
3.5F v ]
[ ODA
3_0; o HDA ]
[ * ]
.0 N T G0t
£ 2 50000 . ]
R X A OA ]
2.0 St ]
L BA )
1.5+ -
[
104

I I
0 2 4 6 8 10 12 14 16 18 20
n

X10 [ERIEEEE T I DRBIRETIOEG

M10Mm6, PL—F77 L —a TR L 2D
Na T ARA NORBRIEET RN LT I U DORER T
B, TRbLFRIEZHFAL TND Z ERbND, K
*@ﬁﬁm*un%x—&®ﬂixw&%ﬁofﬁwto
7ay bR, ZOERICH-> THNELTEY, RELS
hk%%ﬁ%iﬁ(n'Cﬁz%néﬁkﬁ<éﬁbfw
Do LTEMoT, IWHPL—FT T L — 312k »7T2D
a7 A A b (CaHanetNH3)2PbBrs % ERI4 2 Z & 124))
DTHRB LIz Z LR ERCE Iz, £, BRIE#EZ . 7m
TAHTINCEL>THEE# 1.4 nm 225 3.5 nm OE Tk
BIZHIET 52 ENTER,

EDX 2 Lo TR -IILHEMEIT. BA BRI OFEA
Pb:Br = 1:14.2 ThHo7z, ZHiFE 2D a7 A b A FO#
R 154 TR, o7 2 U EESINL TE b 7230 o 3
At ABORMEEFTICL > T, PbiBr=1:3.8~1:14.4 &
2Dmu7xﬁ4F@ﬁ&%hﬁmﬁﬁ@ﬁéhéﬁ%y
F&, PbiBr = 1:128~1:3.1 & 8D Xm 7 2 H A b
(MAPbBra) IZIEWVERSRH ENDRA > M3 olz, Z
UL, BROEFE A7 F L XRD OFERBRF LTV
WY, MAPbBrs MEEL TWAZ & &G LTV 5,

CCECTRLTELRERMRICL T L—FT 7L —
¥a v OERDD 2D BRI RALERS e T A A M ThH
LZTEPHLNICIRoTE R, L L, ARG 2
2D X T AL FOEE—EHLTH, K1 O0HIZRLTE
AT A DX I BANHIREPI RS TN DN E
INE, BEE TR, I T, Ivralkicky, B
{Lgn N RE OIFIEE RN DT, K 1 1ICEREI o T <
AT MVERT,

X1 1 (2% MAPOBrs Hiffifh D 7~ AT ML Th B,

60~200 cm! OHFHICHfELRE— 27 TR OGN, ZD
KDALY MV ORHEIT, BER O IR CRIE Sz A2

R

= | : : _

= DDA n =12

joy

2 f

E [~ 5 ©
' HDA n =16

T M
ODAn =18

@
MAPbBT 5

100 150 200
Raman Shift (cm %)

FRBLD T~ AT L

7 b =% L T4, —J7, AU CER L
2D X T ANA FDT 2 AT MUZiE, H@ LT,

B SRR TR LI LB B — 2 NMFEET D, 2D e~
AHA NDOT< =TT — FRREENTEY, 100
cm! X 0 {KIEENEKIC 2D @ N D Br-Pb-Br ft & D2 A RE
23, 100~180 cm™® (Z 2D JEIN @ Pb-Br f & OfifERENI N
FAET 5(15,16], AR CHBBR ST~ E—2 132
NoDOE—RIZAEEIND, LIER>T, L—¥T7 7 L—
¥a OERHHRIIT RN EERBRTFET L2 LB
ERTHZENTET,

K11

4. #ER
BALSA A TN T V=D AXa T AU A MR E Z
—7y MTRAW E#ET I v ERMLZRTPL—%7 7
—vaickv, 2D AEEHESe T A h A N EART D
CITRRYI LTz, AR LTz 2D a7 A b A bk, Bk
AEWE& T XU EICHERE U A A o
BRI NA 7V v KX T A0 N THDH I L EiR
Uiz Fl D FENRRIEHT I V2 RINT 5720 T,
BAbSnE OFERE R Ui ERE) 2635 2 &R TE i,
UL, EEcix, #—7y hERIL 3D e 720 A
FBRIET DHBENE L, 2D Xa T 2 h A b OILEZ [f)
LI ENHEE L TERENATWD

i
ABFFEIL, A EE AR B D 2020 425 —fEAF5E
BRZEBIAR (AF-2020215-B2) . B LY, & HEBLERTFH
AR L OEEZ T CEMMLIZbOTHY , 221
W<HEERLET, £72. XRD JIE & 7~ v HlliE



I, A B TR R E S E Al P s (i 2L A P Ic B
FAERRMEEFIALE L, 2D OREOEHE Z 1T
U, BMRENALICEHNN - LET,

WX FER
Y. Fukuta, T. Miyata, Y. Hamanaka, <“Fabrication of
two-dimensional  hybrid  organic-inorganic lead halide
perovskites  with  controlled multilayer structures by

liquid-phase laser ablation”, J. Mater. Chem. C11 (2023)
910-916.

&E Xk

[1] A. Kojima, K. Teshima, Y. Shirai, T. Miyasaka,

Halide Visible-Light
Sensitizers for Photovoltaics”, J. Am. Chem. Soc. 131
(2009) 6050-6052.

[2] A K.Jena, A. Kulkarni, T. Miyasaka, “Halide Perovskite
Photovoltaics: Background, Status, and Future Prospects”,
Chem. Rev. 119 (2019) 3036-3103.

[3] C. C. Stoumpos, D. H. Cao, D. J. Clark, J. Young, J. M.
Rondirelli, J. 1. Jamg, J. T. Hupp, M. G. Kanatzidis,
“Ruddlesden—Popper Hybrid Lead lodide Perovskite 2D
Homologous Semiconductors”, Chem. Mater. 28 (2016)
2852-2867.

[4] 1. C. Smith, E. T. Hoke, D. Solis-Ibarra, M. D. McGehee,
H. |. Karunadasa, “A Layered Hybrid Perovskite
Solar-Cell Absorber with Enhanced Moisture Stability”,
Angew. Chem., Int. Ed. 53 (2014) 11232-11235.

[5] D. B. Mitzi, M. T. Prikas, K. Chondroudis, “Thin Film
Deposition of Organic—Inorganic Hybrid Materials Using
a Single Source Thermal Ablation Technique”, Chem.
Mater. 11 (1999) 542-544.

[6] J.Li, J. Wang, Y. Zhang, H. Wang, G. Lin, X. Xiong, W.
Zhou, H. Luo, D. Li, “Fabrication of Single Phase 2D
Homologous Perovskite Microplates by Mechanical
Exfoliation”, 2D Mater. 5 (2018) 021001.

[71 Y. Takeoka, K. Asai, M. Rikukawa, K. Sanui,
“Systematic Studies on Chain Lengths, Halide Species,
and Well Thicknesses for Lead Halide Layered
Perovskite Thin Films”, Bull. Chem. Soc. Jpn. 79 (2006)
1607-1613.

8] Y. F Y. Akagi, D. Hishida, Y.
Takeoka, ”Two-Dimensional Layered Organic—Inorganic
Hybrid  Perovskite ~ Thin-Film
Langmuir—Blodgett and Intercalation Techniques”, ACS

“Organometal Perovskites as

Miura,

Fabrication by

(9]

[10]

[11]

[12]

[13]

[14]

[15]

[16]

Omega 7 (2022) 47812-47820.

G. Uzurano, N. Kuwahara, T. Saito, A. Fujii, M. Ozaki,
in 2D/3D
Heterostructure by Template Growth on 3D Perovskite”,
ACS Mater. Lett. 4 (2022) 378-384.

Y. Fukuta, T. Miyata, Y. Hamanaka, “Fabrication of
Two-Dimensional Hybrid Organic-Inorganic Lead Halide

“Orientation Control of 2D Perovskite

Provskites with Controlled Multilayer Structures by
Liquid-phase Laser Ablation”, J. Mater. Chem. C11
(2023) 910-916.

M. I. Saidaminov, A. L. Abdelhady, B. Murali, V. M.
Burlakov, W. Peng, I. Dursun, L. Wang, Y. He, G
Maculan, A. Goriely, T. Wu, O. F. Mohammed, O. M.
Bakr, “High-Quality Bulk Hybrid Perovskite Single
Crystals within Minutes by Inverse Temperature
Crystallization”, Nat. Commun. 6 (2015) 7586.

N. Nishimura, M. Tojo, Y. Takeoka, “Simple One-Step
Synthesis of a Two-Dimensional Perovskite Consisting of
Perfluoroalkyl-Based Ammonium Spacers Using Acetone
as The Solvent”, 56 (2020)
10293-10296.

M. Campoy-Quiles, O. J. Weber, J. Yao, D. Bryant, M. T.
Weller, J. Nelson, A. Walsh, M. van Schilfgaarde, P. R. F.
Barnes, “Experimental and Theoretical Optical Properties

Chem. Commun.

of Methylammonium Lead Halide
Nanoscale 8 (2016) 6317-6327.

A. M. A. Leguy, A. R. Gofii, J. M. Frost, J. Skelton, F.
Brivio, X. Rodriguez-Martinez, O. J. Weber, A.
Pallipurath, M. 1. Alonso, M. Campoy-Quiles, M. T.
Weller, J. Nelson, A. Walsh, P. R. F. Barnes, “Dynamic
Disorder, Phonon Lifetimes, and The Assignment of

Perovskites”,

Modes to The Vibrational Spectra of Methylammonium
Lead Halide Perovskites”, Phys. Chem. Chem. Phys. 18
(2016) 27051-27066.

L. Mao, P. Guo, M. Kepenekian, I. Hadar, C. Katan, J.
Even, R. D. Schaller, C. C. Stoumpos, M. G. Kanatzidis,
“Structural Diversity in White-Light-Emitting Hybrid
Lead Bromide Perovskites”, J. Am. Chem. Soc. 140
(2018) 13078-13088.

B. Dhanabalan, Y. Leng, G. Biffi, M. Lin, P. Tan, I.
R. Krahne,
“Directional Anisotropy of the Vibrational Modes in
ACS Nano 14 (2020)

Infante, L. Manna, M. P. Arciniegas,

2D-Layered Perovskites”,
4689-4697.



