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(57) Abstract: Provided are a perovskite quantum dot composite material manufacturing method that conveniently forms
core-shell particles in a single-stage synthesis step, a perovskite quantum dot composite material that, by forming an ionic
crystal layer comprising a halogen compound in a shell layer, suppresses surface flaws in perovskite quantum dots and
has an extremely high PLQY, and an ink that includes said perovskite quantum dot composite material. The perovskite
quantum dot composite material comprises core particles and a shell layer that is present so as to cover the peripheries of
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the core particles, wherein the core particles comprise a halogenated metal perovskite, the shell layer comprises an organic
halogen compound that has an ionic crystal structure with the same halogen composition as the core particles, the PLQY
is 75% or greater, and the quantity of variation in light emission wavelength at room temperature during a period until
10,000 minutes have elapsed is 5 nm or less.

GHEH: —BBOERATY TCHREICIT7T -V IV FAEERTBZRAOTAAA NEF Ry NESHHE
DEGESE, RO, YIIBILNOATF YD SR DA T VERBEMRTZIET, ROTAHA MNET
Kv boFREEREI G SN, IFEICSVWPLAYEFOROTRAAA METF Ry NEGMBERTVTENES
LAVIERMRT S, A7HRFE, BIRBITNTFORBEEED SDICHERETHY TIVEBENSRY, HIFED
TRFHINOT I EEBEROTZANA bHSRY, Gt VBN I TR TERACNOT VKOS A U
EEAETZ2ERNOTVIEEMHISRY, PLQYNRT75%LUETHY, EBT10,00 0900187
LFETCORDENEROELENS nmUTTHZ I EEFHETEIROTAAA FEF Py MESHE,
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Bl =

DL :

ROTRAhA4 bEF Ry MEEMHE. 129 RO ROTRAAhA bEF

My MEEMRB ORISR

52 aad

[0001] AFEBHIF. SWI74+ MLIXRYEVRETRREETZ2ROT A0S bE
F Ry hOBEERE MCICHIRROTRAM4 REF Ry NRUA VVICEA
T35,
BRil

[0002] ~ROTJRAAPEFRY ME, THFOREIIHNERTI nmhASEH10n
MmO, EFNZILKDFENLOHAEFELZREIEL2RO0TA NS MNEEBE
EEZBTDIMF (Fy b)) THD, BELEFRICET ZRLRRMEEHEK
ERTFH A ZTEGBHICEETE, BORNERIHBD/NSY FHIEEIC/N
IVWHAFEETRT &ML, EEFEINTWVWS, HEIC K 2 EREHR
MR, BRMEICL2BHEAMBELT. TLI MO, ER BE
DEHE~NDREVARTOEREIRE I TWS $FFEk 1) .

[0003] ROTJRAAMEFRY ME, ZTORZIARLLRABOLOH., RERMBEOR
BAEZTPTV, TOLD, —BRIICITERT I VP ERBEOERERLT
DF vy EVTICLZREAFRENTONZD, RFREICTIIREBEZTE
ICIRET DI EEBELLS, CORARMIPKERELT, 748 MLIRYE
VABFINE (Photoluminescence quantum vy
ield, PLQYEBED) 2BTIEIEIRFEREL>TWVWS, FFIC,
ROTZAAA FEF Ry M, MFRADONOATVREBZREI LRIV,

[0004] ~ROTJRAA MEFRY FOKRAEREFBICADLZIHEFELTIE. CsPb
(ClaBriaply) sDEZEX (XA, 0=a=1, 02b=1) 287
LEEBROTAANAMEFRY bE, £EEROTAAA MEFRY MO
KELOZEEREREZR/ATLEFTNY MESHREMNEBHINTWS (KT
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[0005]

[0006]

[0007]

[0008]

X#k2) . RIEBET Ky MEAMHTIE. ZEFREEICA VR—5 KT,
EH TIIVBH M, BAFREE. <4 7007, RY T —3 1M,
A RSEMBELEM. BEHE L IEBREMOFEERHIEM,. FEZ0
HAEHDENBWLON S,

BRERNOTFVIEMTHE AMXBERDHERENEEHINLAEDH
Y (BEHFXE3) . TO—EHEEFRTIE. AMXEBEEIIFOP, £ X
EYOE (BIZIE. Yz —AF7RFRECEFRY hO—BRAREICHEITS
B) ELToERVI/N T/ BRI +/74%) . QEY b &
VCLEEBOWTIDIDHFDEETHIHEINEHRINTWS,

EZAHT, YA (Si0,) I—rPFHVEBI— MNMrEDOEERBRILMOD
O—hiE. I— FERRRICKRERBAREIYICK, BDD A KMTILR
RRCREMENE 5BV & TRABRROBBEENFERE LRV &
DHOLNTWS, FEFEFXENT TIE, HONLHERLAEROTAAA ME
FRyACsPbBr;OXRAEIC. ZEREOEKATYITY)AI—FT3
RfifHEINTWS,

LOLANS, ROTAASM MEFRY MREZS i 0, TI—MLTH.
BEICHR LEROT R A4 FEFRY NOKRERMBERLALZFE L RWH,
AL ERETZE0O0, PLAYREFRLAW, £ ROTXAM S
TRy NOFEEEDI-NEDOHHREDZERETRIEZITOBENH Y. IR
RTHD, I, I— FNEIMBBABTHSS 1 0, TR, A7 THZROT
AAA REFRY MLERERI Y. EIRERRENLT /N1 AP KBEMRA
E. BEFOBRZEMNEETIAHRICMD T EATERY,

FoATHAT SRR

R SCHR

HIFCER]  HFEFE6 7 83 29 6 2R
RSk 15EF5E6 63197 35K
FFEFIR3 : iFFR2018—-51236 452K
FERFET SR
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[0009] 3E4FEF k1 : Peiyuan Cao, et al, “High stability of silica-wrapped C
sPbBr3 perovskite quantum dots for light emitting application” , CERA
M. INT. 2020, 46(3), 3882-3888
FEAOBE
FALNFRL LD &ET5RE

[0010] AHBK. —BEOERATy FTHEICIAT7 -V T VRFEFRT 3R
OJ2Z2A4 hEF Ky NEEMBORIERE. R, Y IVEBICE#ANOT
DSR2 A F URBREEEKT DI ET, ROTRAAMA FPEFRY b
DOREREHIIMFE SN, FEFICSVWPLAQY ZHFED>ROTAHASA MEFRY
NEEMBERUVETNESCA VI A RBTZIEEBNET S,
FRRERRT BI-OHDFE

[0011] AFEBIXUTOEEISRKRS,

[1] a7HNF& RIRATHNTFOREZED LDICEET SV IIELE
MNoRY, RIBBITZHNFNAINATVEEBEROTAAA LY, BIEEY
TIENITERACNOT VEROM T U iEREEEET 588/ 05 1t
EYHhHRY, PLQYDN75%ULETHY., ERET10,000400E8T
DETOEORNEROEZLENSE nmUTTHD I EA2FHETHIROT
AH4 REF Ry MEEMHE.

[2] O7HF&, RIRATHNTFOREZED LDICEETSZVIIELE
ALY, FIEITHTFOIATRTFMHNS, TREPROE1K. £1 41k
RUEN TETRDOEBRINEBROT IO M/ ERTHY. 7L
SIIEBOY TIBMED, BBRAFAVRUVE THEITRILERI N
A FMERTHY., PLQYDRTE5RULETHZ I E2/FHETHIROT
AH4 REF Ry MEEMHE.

[3] Y zIVEBMBOETDO N HEBIHEREADRBRRED, RIESITHT
MBOIETO b EBRETEADBEZEEDO2EULETHS [1] Xid [2]
ICEREOROTZAHM FEF Ky NEEME.

[4] AisBROTRH4A REF Ky MEAMBOFTHHRZEAT1~30nm
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[0012]

[0013]

[0014]

THd [1] ~ [3] OVWThNIEREOROTRAAS FEF Ny MEEW
o

[6]1 [1]1~ [4] OWThDCREOROTRAAA FEF Ry MEE
MRE, BMABEERN2 0L LETHZBERE S, RISCBMAR &R
BT 2REFERNST1OUTCTHIIBEREE 2EFT I EE/HET
5427,

[6] RAZEXRN20ULTHZBHAES, NOTVETILA)ERE
E.NOFVIEEBE., B#A\OST VEEYME 2RSS L CRIBRERR % AE
THIR1 &, AIEAREEREZ, WEFEXD 1 OLUTTH 2 IS E
FICEATZIR2EZATRE2R/HETEIROTANA MEFRY K
BEMEOEE S,

[7] RIEEZRT1 A NOT V7 ILAVERSLICNOTFVIEEEND
BRBEATHFMBE, BRNOTEEYMILRDZ D I INEMBEZRE
TRISRFRREZAR T Z2ITRETHY. ATHNFORABEE I VERNEDY
IIVEMBOEIEILNT S, YIIBMBRORMEILIE (RINE/ VEE
) OLEEHNT1. 00~2. 40THS. [6] ICEBEORAOTZAHA NET
Ky NMEEMEOEES X,

[8] AIEBEIRR 2ICH VT, RIEAIREARKR OB IEBTEDRE%S 40
CUTTREaRHETS [6] XIE [7] ICEEOROTRAM METF
Ky NMEEMEOEES X,

[9] RIEBIRR2ICHEWVWT., FFBHEBREN I SICABRBRUTERT I V1L
EMHORDENLBIRINZ DR —TEEZEZHFTS. [6] ~ [8]
OWTNMIRBHEDOROTZIAA FEF Ky MEEMHEORIERE,
FEIEDWR

AEBRICENIE, —BEOARATY 7THEEICIT — Y T ILRTF K
TXZROTRAAA MEF Ry MEEMBORERZEZRHTTZIENTE
%, BIECEERATIE. YIIVEBEEBICITHFREA TS 4 VEREAT
MY b, ZTDRH, ROTAAA FEF Ry NOKREARBHMIFII N, B85



WO 2023/022093 5 PCT/JP2022/030583

NazROTZ2H4 MEF Ry MEEMRIZ, FBICBVWPLAYEZET S,
IS T o> i B4 7 5 R

[0015] [B1IBA 1 id. RAFEER1 OUTTH 2 IFBIEAE. ERBRUOEHT IV
LEYMESUBERPIC. ATHFMRRVY TIVBMHZ SURIBAESTR%E
FEAL. ROTRAA MEF Ry MEEMHIERINZTREARTHTH
oy
[H2]M 2k, ROTRAAA PEF Ry MEEHEICEWT., EXAHETHB O
TPHFOFEHNE (nm) % x3 (@) &L, A7PHNFOREEZI—MT
701, ERISARMUAY TVEMBOEIEEZ y#h () & Lex
. X—yDORERERT TSI THDB,

[E31E 3 1%, EfEBI1 ~6 RULLEFI1 ~7TDOROTRAHA FEF Ry bE
AMBUIOVWT, AT7HRTFOREEI— M 2DICHERY TIILBMRIOE
WEILH L TERICAMUEY T VEMBOEIEDLERZE#HE L, RO
T2A84 REF Ry MEASMBOPLQY ZEHicTOy NLAETST7TH
oy
FAEERT OO RE
[0016] AT, AFEBICOWT, HEZSR LN S, FHMICERET 2,
[ROTZ2A4 hEF Ky MEEME]
AREBOROTZAAA4 MEF Ny MEEMEHL, 7R F &, RIEZI TH
FOREEZBD LDICEET IV IIBENLARY, RIEATHFNANOS
ViEEBAROTZAAA MG RY, BRIV TIENITHRFEE LD Y
RO+ ViEREEEE T 28/ \OF v itahsaY, BEBT10,0
OO0 IRBTZ2FETORODREMEROELENE nmUTFTRUFPLAY®D
EIEEDNLEBUTTH %,

[0017] O7HFHEIE—RBRRAAMX; TRINDZROT A1 bEEZEE D E
MBTHY., BEFEMICIE, TREAPROE1 K. £14EBERXVCET 7ktk
NOBRINEEEROTAAA N/ ERETH D,

AZEL DL, WEDDL, BUDL, TRIDLRVTIYFILREDT
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[0018]

WHYEEBERT, INbHDIB, EVIALDNTFELWL, BEEEAFAFV EQ
27NNV EBEBWSIET, —RHNBERHNFF v ERELY., FHBMHE
BEADBEEOEVNROT I A NEF Ry NEEMB AR T &N
TZ %,

MIZSh, T =D b, RAARVGTARBEERT, IhbDIB, A,
ZAZAMFELW, £ MOTRLEES BUTOHEET, 7VFEV., ER
RA, 86, Zwiby JN M 8 VAV, J0L, ARIVL, O—
AL, A YTIETVLRUVEEZEATE L,

XiE, BR. RRRVPIAVRREDONOATVERT,

AMX ,DEAEBICIE. CsPb (Cl.Brqi_._plyp) 3 (0=Za=s1,
O=b=1, a+b=1) ., CsSn (Cl,Bri_,-,lp) 5 (0=a=1
. 0=b=1, a+b=1), CsGe (Cl ,Br _,_ply) 3 (0=a=
1. 0Zb=1, a+b=1), CsSn,Pby_,, (Cl . Bri_,pl,
) 3 (0=a=1, 0=b=1, at+b=1, O<y<1), CsGe,Pb
1=y (C 1, ,Bri_.-ply) 3 (0=a=1, O=b=1, a+b=1, 0L
z<1) ., CsGe,Sny -, (Cl,Bri_,-plp) 3 (0=Za=1, 0=
b=1, a+b=1, 0<z<1), R*CsPb-,-,Sn,Ge, (C I
aBricacply) 3 (0=2a=1, 0=b=1, atb=1, O<y<1. 0
<z<1, y+z<1) BR&EMH B,

VIIWBEEKT 2V IIVEMBHE—KRABXTERIN, EFNICIE. B
BHOFAUROCE TEHEITRIOBRINCERNNOT VILEWMTH D, —
A B XICEWT, XiEnasrrvaRL, BRXENOTFEMEEKT 3
BB ERY,

BXIE., AIZIE, RILLTITVvAOFVEKFERE (FAX) . XFILT
AT veKkFEE (MAX)  F7=YonaFvekEREE (GAX)
RUCIFILFZIvAATVIEKRE (EAX) BRENFEITLND, Thbid
EBIREELTEET ., flAE. mIVAT7IorAO5 V{EKHREE (F
AX) 1E. RIVLT IV VRIEKFERIE. NIVLT IV VERERVTRILL

/l/
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TIVVAVIKFERESE LTEEL. XFILTIvADOT VIEKERE (M

X) W& AFNTIVRIEKFERE X FLTIVEBRIEROAFIVTG X
YvAVKFREEE LTEEL, F7=yrynOF5 VKRB (GAX) &
TV VRIEKERRIE., TV VEBIERCI T =V A VKRR
BELTHEEL, TFLT7IvnOFVEKEREE (EAX) . ITFILTX
VEIEKFRBE, TFLTIVEBBERVCIFILTIVAVIKREE LT
F1EYT %,

YIEBMBELDBXIE, ATRHFAMX ;@B UNOS VERER DK
ERHD, NOTVHRIELZE, BXEAMX;EOBTNOF VZBA
c Y., BIESHAHMICELTEZIENDH S,

BB, BXR7IvAOFVIEKREBIRICRZ T, NATVETVEZD
LIETH2HEEH. BXHPEERTEFRREERYIIFETH S,

[0019] RG> T/LEMEHE. BIEREICTIATHY ., FFBEREICEATH D,

> T VBB OBIEAEAORAREIL. BIE D 7R F B OBMEREAD
BREEO2FEULTHEIENTELYL, COIOIBABEEADLDIC,
VINEBMRRUCITHNFMROBEEZEBIRT S &ICE EREFICa
FMFDNRICHE T2 ET, YIVBMREHZ2EREHN—ICRIYE S HE
mBETHIEREEDIENDL, A7 -2 VEEERD,

[0020] ABBMIZICH VT, BERE S BEFEEHN 20U LTH> T, &R
T ZIMBIERE ERFMDH ZIET0O NV MERIBTH D, RIEEBMEAREICIE
. N=XFEOY rFy (NMP ; BEFEER3 2. 2) . N, N=-IXFI
RIVLAFI R (DMF ;RAFEER3I 6. 7) RUTE R NI GRS
BXR35. 9) QEMNBIFLN, CTHICRET 2D TIEAW,

—hH. FEMBMERE S, RAFEERENT1 OUTDRETH 5, RIFEIFIBME
BEICIE. MLIY GRIFFEEXR2. 4) ( ~AFYY CRAEFEXR1. 9)
AT EY, BRI FIL GRAFEEER6. 4) . 0OV EY (RE
FBEXS5. 6) k700N L (REFEERSL. 8) WEMNFEFLN, T
NICBRET 5 D TIERWL,



WO 2023/022093 8 PCT/JP2022/030583

[0021] AFEBOROTJ7RA4M4 MEF Ry MEEMEHIEZ., I7RFNNOF V&
BOLRDIEHROTANA M/ RBRTHY., YTIVEFITHFEAL
NOTVHEROA T VIBREEEMKT 2BB/N\QAT I LENN S5 %,
EROTRAAAM MEF Ry MEEMEIEL, RISEAREICEET S ENTE
.ERT10,0000 BT 2FETORDENEROE/ILEILDS nmUT
TH 5,

[0022] A~ROTZXAA4PEFRY NEEMBOTHNRIZEET~30nm, FF
LLiF2~20nm, YFFLLIF4~16nmTH3, ROTRAHA b+
EF Ry MEEMBOFEHNRZRIGHEE TSI & T aWVWAEIEMEE
BEIT2Z2ROTZAA4M4 FEF Ry NEEMBEETA VI ERARTZIENT
x5,

[0023] ®IEBROTRAA MEF Ky MEEAMEIZ, RIZOE B Y. IT7HTE.
ZATHNFOREEBED LDICERETZVIIEBEN GRS, YT ILENE
BB 27<HICIE. A7RFOREICY TIVBF—EDEHTERINTWVDS
WHENDD, AFRBOROTAAHA MEFRY MEEMRBETIEZ. IT7HRFD
REZI—MTI2DICHERVIIVEMBHOEIEZ Y & L. ATRTFOF
BRRExETDE. y=15x TORGKHARYIID, 1 5IFERENSE
HEIN28ETHZ, H2iF. ROTRAAM MEF Ry MEEMBEICEWT
BHAFETHDZATHNTOEHHNE (nm) ZxEié L, AT7RTFORE %
O—M§24DIC. ZERICRMULAEY ZIVEMBOEILEE yEiE LicE X
DOx—yDERERTITZTTH 5,

[0024] WMEAY TIBMHOEIFITHNTORKRARICKET S, JT7HTOE
IWENMBLTEH., IFHRFORBRNIRETNE, TOMEREABN/NI LAY
. MEBELYIIIBMBOER DR A, —A, IT7RTFORBENNIVE
 TRIFHEHAEYDOKRERBII/NICQZN, OI7RFHIEINT S & T, #
REBEARELLAQY, BEBQVIIVEMBEOEIRZ RS, 2FY., a7
FOENEEHEIS, BDEAVIILEMBOEIELZRODDIENTES

(o)
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[0025]

[0026]

[0027]

AT7HTOREEEOMVNERNEDOY TIVEMHDOEILEIITT S, P
IWEMBORMEILE (RNE / HEE) OILEREFEEE1. 00~2, 40
CBFFELLIET. 05~2, 00, &YFELLIET. 05~1, 60TH
3, A7HMFORAEICY T)IVBMANAI—FIh, PLQYNKIBICHET
%, @3k, EHEFT~6RULLEF1~5 OROTRAAA FEF Ry ME
AMBUIOVWT, AT7HRTFOREEI— M 2DICHERY TIILBMRIOE
WEICH UL TERICRMLULAEY T VEMBOEIEDLLRZE#HE L, <O
T2AHh4 FEBF Ry MEAMBOPLQY #Htshic YOy NLATS 7 TH
%,

RHIETHDROTAHA MEF Ry NESHME O 7H FOFHR R
BE1~25nm, FFELLIFET~18nm, LYFFLLKIE3~T15nm
THd, ATRFIBIRICNHNI A2 &, EFHALADMRICLDIENER
DEENRELRD LD, RFICHRBESEHIFTTEIA RO, FA
BRONZYFNIRELALE, IJT7RATFIBIRICKELS RS &, RIERIRFORM
BFOREUMETTEIETPLAYMMETT %, EABEOENS, O
TRTFOEHERRISFAEDHEE THZ I ENFELW, —H. YTIVEDE
HE. ATRFOREIICEHELZH, BRO0., 5~5nmTH3, YTIE
NETEZED— MR RELIHONOTVRIE, X N7 REKP
BE-mEZEZEIL. PLQYSMETT 3,

AFEPEOROTRHA MEF Ky MEEMBOFTHRRIE. EIRFLBIELS
EEt (DLS) »ERESTHEME (TEM) EHLSRDZIENTES,
BZIE, 50~100@ORATRAAA MEFRY MEEME%E T EMTE
BILZIEICLYRMEINLRBARMDFEHENORDHDD I ENTE D,

A7 FOFHPREIE, BADHAEAFICLIDSZT7F LIy EVR (
PL) OBKER (Ap) BNORHZIENTED, BNETHZIATHTF
. RIRBRICE S TIRNF—NY Ry THELL. 74 MLIRYEY
A (PL) OBXER (Ap) DELT D, FlZIE. ROTRAA REFF
Y RCsPbBr;Tld, IT7HFOFHNEN2. 6 nmTEBAER (As
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[0028]

[0029]

[0030]

) B4 50nm, FHHENG. 2nmTHBAER (Ap.) 500 nm,
EEHRENT S5 nmTHBARR (Ap) 523 nmTHSB,

IIBODEHRE. ROTRA4MA FEF Ry MESMBOFEHNZEEDT
A TFDFERNRDEE2TEZZEICLYKRDB I ENTE S,

AFEPEOROTRHA MEF Ky MEEAMEIZ, AIENL SIERNERE
WICRHEELDIENTES, MBICLYRNTIUHETHD Z EHHFFE
L<. MEXICL2MERVERICLZMBICIYRLT I2HEETHDI L
MNEFE LW,

FRAORERIE. FZiE. 200nm~800nmTH-THL<, 25
OnNnm~750nmTH>THELL, 300nNnm~B600nNnmTH->TH &
W,

[1>4]

AFEBEDOA Y JE, MIRBROTRAHA FEF Ry MEAHBR &, BEFEE
EN2 0 LOBHRES, RIEEBERE S RNMEET 2REZFEERN
OUTOFBHEREEEEET D,

AIEEHERKEZEA D Z&ICLY, BIEEM Vv 7d. ROTZRAMA MEF Ry b
OREADN—BJABXNSRZV IIEBTHEINALRELLEBEEET 2,
EREFHEME (TEM) LPEFEHZE (ED) T, ®ifgA v o/HoxRO7
AH4 MEFRY MEAMBEOIAT7T - z)VOREBEERTZE, AT7HT
OREHNY TIBMRATI—RINTWVWEON DL S,

RIEEA V2 IR, BRI, RER3I 70 nmDEARERBNTZE. &
~#f CER450~800nm) OENERT 3,

BRI § 2 IFBIEREOFRELIZBE 7 EULE. FFELIX1 015
ME, FYFFLLIET15BULETHZ, MBELAROTAAA FEFRY
NMEEMBOERBIEI P RGINELEF T2ERNS. BIEREIR, B
MR ICLENTDRWADNEZL LU,

BIEAEIE, ROTAHM FEFRY NEAMBOAREBIC—EEBREL
THdW, Fh, ERBICHEBEBEZRMLTE LW,
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[0031]

[0032]

[0033]

[ROT2AAA FEF Ry NESMBOEERE]

AFEBEOROTZAA PEF Ny MEEMBOREL AL, RAZEXRD
20 toBMARES, NOFVIETILAYEEBE., NOTVIEEEE. B
#AnTroibEmeEsERE L CRIBRRKREZRANT 2 TR 1 &, AIECRIERE
BRE, BMAZEEN 1 OUTOHBHAERIEATIIRE2EE2ET S

TR1 T, REZERNF20ULTHZWBERES., NOFVETILAH
VEBE. NOTVILEEE., BN NOF VIEEWE ERE L TRIBMAAR
ZIRET 2,

NATETILA)EBICIE,. fIziE. BP9 46 (CsBr) . 39
fttvon (Cs 1), Bty ws (CsCl) . BeEYIA (Rb
Br). 3vkihey oL (Rbl) . BlELEYTL (RbCI1) [ B
AL (KBr) ., 3vfbAUDL (KI) ( &EHYDL (KCT) |
RiFbUDL (NaBr), 3vikFrbY)DL (Nal) ROEEF Y
74 (NaCl) GEMBVWLNE, ChoDeEid. 1EEZEMT. X
EERDLLERT2BBEULEZRAELTHAWVWR I ENTE S,

NaFUiEeBIE. BIAE. R (II) (PbBr,) . 3vibsa (11
) (Pbly) . 3&sh (II) (PbCl,) . Bkifg (II) (SnBr,) .
AY1sm (II) (Snl,) . KEkiF (II) (SnCl,) . BieFibw="
L (II) (GeBry) ., 3oy ="o4L (II) (Ge |l ,) RUELRYS
W= h (II) (GeCl,) WENMBVWLHNDE, ChoDeEMIE. 157&
EEIT, XIFERDOLLRT2BBEULEEALTHWSZENTE S,

BEANOTVIEEWICIE. XFILTIVRIEKEEE (CHsN - HB r)
AFILTIVIIKERREE (CHN-H 1) . XFIT7IVERE (C
HeN-HC 1) . RILLATIIVVEIEKFREE (CH,N,-HBr) . KR
LFPIVvA9KEREE (CH,N,-HI) . RILLFTIVVIEME (C
HysN,-HC 1), 7Y =0 LRILKREE (CHsN; - HBr) [ 7
LA TKFEEIE (CHsN;-H ) [ 7Y LIEMBE (CHsN
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s HC 1)\ TFLT7IVRIEKFERE (Co,H,N-HBr) , TFILT7X
VIEERIE (C,H;N-HC 1) ROCTFNTIrIVIbKFERE (C,H,N
-H ) GEPAVWLNS, IhLoDbEWIE. 1 BZERT, XIFMERD
LT 2BELULEZRELTRHWS I ENTE S,

nagFvier7LhYEBENOT VB EDREHLER, BF1:10
~10: 1, FFELIET :3~3 1, LYFHELLIFT 1, 5~1,
5: 10FITHS, BELEROENKELLAZICONT, AT7HRFOM
Y4 NOEBTHENMMHMOELZROTRAAM MEREEZRY., PLQY
METT 2 E@EICH D,

OA7RFMETHZ2 AT VETIVA)EBRONOTVIEEBOEIE
BhanwEsLh—FE, BRNANOTFVELEMEDRELEIE, 81 : 0

6~1:10, FFLLIET:0. 8~1:7, BIZWHFFLLIEFT : 1~
1:50FENMETH S,

AISRABRFPONOT b7V A ) B, /O VIEEBDREIX0. 01
~0. 30mo I /1, EL<LKIE0. 02~0. 10mo | /1., B/
Ay tEYMOREIFO0.0T~1, Omo | /I, #FLLIE0., 02~0

60mo | /| TH5,

[0034] TIHE2TR. MTICRTLIICIR TRELLHBREREE. BREFE
EN T OUTOIFBHEREARITEAT B,

C I T, AEPORHIE. AFRFMBRTY 2 VBMHOEAZE0R
BRABRERAFZEERN 1 OLUTOFEBHEBTERICEATZ &, 2FY,
AFRFMRRTY c)VEMRZRBFICIEBMHEREFRICEAT I &ICH D
o COEDIAFEEITIIET, AIFBREIFBHERFEORGREICTT
RFBEMEL,. BREORBRNTHBEIERING, YTILBIRZORS
M FIZTRENOMETZIE &R, RBAEICSIT 2 I TR FORERED
FTHICREVE, YIVBMBICLZERERAIRILF—HNICEN QY

OA7RFOREMIICY TIEBEMBEZI—MLPTUL,

[0035] —7. |RACATHRFMROAHESTRIBRERREZRAEAZEERNSTOLUT
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[0036]

[0037]

DIBEBFICFA LR, YTIVBMBEETZIALLBE. YTIEMEO
FEARNC A TR FOABIETERICHE L. 98T 5. FIECIEBIEREH,
A7 FIRIEBHEVWVBE TREICOBMLTWS D, T2V TIILEMRE
MEAINDZ E, RISRBICFEETS2IT7RTOEELVAL, AT7HRHTFOX
HICY TIVBMAIND— FINIZKWED, REDY TIILBMRDEIRTH
HLTLED, BRELT I7RFOKEDI— D F+5. BOoOFHE—
TATHFARARMBEZZLEIOERY, BohZROTRAAA MEFRY

NESHBOPLQYAB+ICHEL AW,

TR2ICBWVWT. REFERS1 OUTOIBHREIL., I SICEHER
VERT I VEEWMDORDIBHNLBRINDI DK EE—EEZEF TS
EDEFFE LW,

BHEBRUBET IV EEMNRNINDE. Y VBFRALIEFIATHFN
EOMICTILFIETEEINS, 0L REHRUIAHZE. ROTR
A4 MEFRY MESFOSRBICI TR TFOBREKIFEINT, 27
ATORFEZIY MO—ILTBIENTES, BRELT. MEDRALER
ANBRRREZELIE, BORENABRROGNIDELZNILKTEHIENTE
%,

ERBRUCERTIVIEEND I BV —DUEERMTZI &N
FE LW,

BRERICIE. BIZE, FLAVEE XTT) VB NIV F U TS
B, €Y VBRUOREEBREDHNKRVEB, #VFIVKRIAKRVE., 7
NSTUIRARVEBROG Y -tert-F V FILKRA T 4 VBRED) VDX F
VERIEEY., MRV EV RN T 4 VBBIREDRIL T 1 VEEAEIF LN D

BT IV EEMICIE. BRI VibEY. FEKRT7 I VAWM. RV
BORTVEZVLIBEBOWTNTH>TH LW, BIZIE ALAILTIV,
TOELTIV, TFLTIV, RYFLMTIV, ZIFLTIV, ~FY
FIONTIVRVFIITUNTIVREDRRH3I~1 6 DEEMHKET7 IV
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[0038]

[0039]

[0040]

b&., 7=V RUVTFIv, JzxFILFIV, 3—-7x=2)L—2
—7aRY =1 =73V, JZZWAFILTIV, 2, 20 —43X/VRE
BB, 3—7xZ)W7OCBLNTIV, 4A—TJxZ)VTFLTIV, FIFIL
IV, 4—-TFTI/)E7zZ)LRV3,4,5- )R (FOnR-2—-Tv—
1—ALTFFY) RYVITIVREDREHO~34DEERT7IVILE
M., STINIAFNTVEZVLIE, BRIERXVIILKNYXAFILTVEZD
Ly, 3= (N, N=IAFNAIVHTIINTVEZL) 7OV ANEF—K
BROZAFFYILNYAFLTVEZYLEREDREHHEEMKR TV E=Y
LIBIEEMHNEIT NS,

—DDILEMICE. TI/EEETIEENTELL. BIZE. vy T2/
BRI — [ (S—X40YNTIRTOEL) IAFIVTVE=Z] 7
O/Y —1 =2 KRVBREFBEFLN S,

ERERUOCERT I VEEWORIMREIE. T2 2 ORIRMEERKR U IR
MRIRIRR T 2REUTTHANIEL W, BE. NOFVIE7ILA)ERE
NAOTMEEBOEBETORMEEICN L TI1EEBULETHD EHF LWL,

EMBRUEHRT I VLA, ROT2AHhM FEF Ry NEAHBOS
BRBRICBRELTH LW, T, ROTRAASM MEFRY MEEMBICLY S
WHOREEMZNEST 2010, RERICHOEHRE. BRT7IVEEME
AIMLTH LW, T, BRBRUOBET I VIEEMEREETIC. BIOAE
RERCBRT I VEEMERMLTHERLW,

TR2ICEVWTC, 7OCXR0BEHE Y IVBEMHORESELN S, RIERGE
BRRVIBEREDEEEZ 4 OCUTICT 22 EMFELYL, BIXIE B
BAOTF o eEWE. BERERT—HMBEEICLYHERL. ST 5
. mEEZELT 3L, IBAERRFTOY T IVEBMBEOENFE S L. I— D
AELTLZFED,

DEDESHY., ARBOROTAAHA REF Ry MEEMEIZ, FERBICS
WPLQY., BEFEMICIEF7T 5% E. FFLIE80%E. LYUFELL
OO0 BUEDPLQYEZET S, £/ YIIVBICBHN\NOFVILEWMT
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[0041]

[0042]

HE21FUERBEA L. RARGBHAIEI SN LREREEEET 5, 0D
e, ERT10, 0009 BBLTHREABEROEZILEN S nmUTTH
YU, PLQYZLEICHMIFTITLIENTES, TOEARELTIE, YIVE
MRA I PR FREDRRHEEE BMX ;0 F ViEREFH L. BREICEL
ZBERNAOTVREFICLY, PLQYAELETZEWHEBRATHDIEEX
W3,

AFRBOROTRAAHA MEFRY MEEMEIX. ROTXAAHMA MEFRY
MEEMBE, BIEMRBEEZETHBRME L TRREEMB E LTHEAT S
ZENTED, Bl e LTI, B8 ERiis. SE(MERE. 735 .
RUOtESIvIZ2OWTNTH>THERL,

Fle. ARBOROTRANA FPEF Ry MNESHBEIBLIA VU %,
EMICBHTZE TEIMBREAMBNE LTERTZENTES, &
ME LTI, A5 ZARPRAER. FEERIRGEDNEFSN D,
== e )

IR, AFEPAEZERHICEDVWTI HICEARNICERIAT 2. AFERBIET
BEBLICLYBIRINZ EDTIEMRW,

(=M1 ]

AISRAARE LT, O7RTOREEZI—MT2DICHERY TILVEMH
DEINE (mo | /mo |) IHLT. ERICHRNMULAEY ZIVBMBEODOEIL
2 (mol /mol) (UF NAME/MHEE] &WH, ) »¥1. 05&4
2EOICBREFAHE L, TbBE, BietwdoL (CsBr) 1. 41m
g. 2188 (II) (PbBr,) 2. 42mgRUAFILTIVEILKERE (
CHsN-HBr) 3. 34mg%aN,N=IAXFIHKRILLFTIRK (DMF)
O. 2m | ITABIH .

BFEETFIL4A. Sml, ALAVEE16. Tul RUCALAILTIVT13
. 3ulEIMIDRYY) 2 —BILANTHBEREERER L, T TIC,
R AT TERLANSAIRRERREFEAL K,

SNIRARES EEODEHMAS165W (FXT7V(#)E) T16

dim
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[0043]

[0044]

[0045]

[0046]

[0047]

500rpmilZEL. 2HEDEOLDERICEBADO—BZREL, TR
MaERNLIVTEBYE LA, BIC, 16500 rpmIilREL. 3HBDE
DOBED EEAEZEINL. ROTRAAM PEF Ry NEEMBEIDRL &
129 %8,

BADIHAAESFFP-8600 (BADYK (%) & ; MEER350nm
) IKERBEEY MLT. PLAQYZAELA, PLQAQYIX95%. 74 b
WIryEVR (PL) OBKER (Ap) 1461 nmTHoT,

A D, BAEFETHZROTZAHM FEF Ry NEAMBE OO 7 ORE
RO, AT DRFRIEF3. 5nmTHor,

K1Y VBMBRORMAZR. I7HTFORMEZI—NTI2DICHER
SIVEMHEOEILE (UT TBREE] WD, ) . ERICAMLEY T
BMROEIE (LT TRNE] &WD, ) . ANE/ wEE. ROTRAH
1 MEFRY MEAMBRO 7+ MLIRvEYR (PL) OBKER (As.
) RUKIRR, BICPLQY %A3%KT,

ROATZAAA PEFRY MEEMEDIDRLEA VI %, RV ) 2—EIC
AN, BE5ED. TEASFTT10,0000KBLE, HBHIED T+ ML
IRyvtEVR (PL) OBKER (As) ROUPLQYZIELAEE I B,
BRER (Apl) OELEIE2nm, PLQYDELERE-3%TH> 7,

[Z=5Ef 2]

BRI E LT, RINE MEEN1. 26 &2 LDIARERASL
Teo TRDE, EEFIIICEVWT, AFITIVEIKERE (CH,N - H
Br) % 3. 34mghd4. 00mglcZRE LA, =M1 &
BRRICLT. ROTZAAM MEFRY MEEMBOA VI ZER L1,

RREGIT EEBRICPLQY., 74 MLIRyEVYR (PL) OBRER (
Apl) « RUROTZAAA MEFRY MEEMBEOIT7ORREREKROE, P
LQYIE9 7%, 74 MILIxyvtEYX (PL) OBKER (Ap.) 1346
Tnm, O70OHREIZ3. 5nmTH-or,

RIRUH2IERETT,
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[0048]

[0049]

[0050]

[0051]

[EHEHI 3 ]

BIBREERE LT, RINE/ MHEEN 1. 6 0&RDZELDITARERREL
o $hbbB, Blttz>oh (CsBr) 4, 26mg., 21tsh (II) (P
bBry) 7. 34mgRUAFITIVEILKZFEE (CHsN-HBr) 4
. 48mg%EN,N=-UAFIKRILLTIRK (DMF) 0. 6m | ITBRBRIE
720

BT FIL4. Bml, ALAVEB120u | RUALAILT
wlZz9ml DRI 1—BICANFBEREZAR L, I, ER.
A T TR LA’ LRIBRFARREFA LK,

BONERAERES EEDDHEAST165W (FPXT7V(H)E) T165

OO0 rpmilREL. 3HEDEOLDHBRICEEZEAD—EZREL. LEY
ERNILVZIVTESEILE, BIC, 16500 rpmilZREL. 3LBEDED
DEER D EEAELIIL. ROTRAAM PEF Ry NEEMBDN DR LA
VI EBk,

HADHHEFFP-8600 (HEADYH (#k) & ; EEK400nm
) IRk EEY FLT, PLAQYZAIELE, PLQY, 7# MILIRY
VR (PL) OBKER (Ap) « RURODTRAAA FEF Ry MEEM
Boa70nEERDI, PLAYIE96%, 7x bhLIxvtErR (PL
) OBAER (Ap) K515 nm, AT7OHRRERIET1 2nmTHo T,

RIRUH2IERETT,

[EHEHI4 ]

BIBREERE LT, RINE/ MEEN 2. 40&RDEDITARERREL
oo Thbb, REFISICEVT, X FILTIVEKEE (CH;N-HB
r) DE%4. 48mghHhH6. 72mgilZHELAEUMNE. EFEFI3 &H
BICLT, ROTRAA MEF Ry MESHBOA VU &FEE L,

EREHISIEABICPLAY, 7 bMLIxyvEYR (PL) OBARER (
ApL) « RURAOTRAA FEF Ry NEEMBOIATORREKRDE, P
LQYIZ95%. 74 LIxvtvR (PL) OBARER (As.) 1251

i

>v6. 0
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[0052]

[0053]

[0054]

6nm, AF7OHZEIEIT12nmTH-o7’,

RIRUH2IERETT,

[SEHEHI5 ]

BIBRAERE LT, RINE/ MEEN 1. 26 ERDELDITARERREL
f=o $HbHB, BlbtooAh (CsBr) 169, 2mg., 288 (II) (
PbBr,) 290. 4mgRUAFITIVEILKFE (CHsN-HBr
) 480mg%aN,N=IUAFIHKILLTIR (DMF) 24, Om | ITRfR
I,

BEEETFIN600m I, LA VEE2220u | RUFLANLT IV 7
80 u | ZRBRE L TEBMREEZRAREL .,

mEEER Y10 7249 —ULREA SS—11-75 (TL-F
J9=vy (#) B) ZAVWTER A[TFTTARX/O&HEH4000rpm
TERELANL, RERARIBREAREES4m || HBEREEES290
m | TEAL., FAREDIL IR BRICKENSHEIN D REBRE 1
SEFREL 2,

BONESKREZRG 1 EEEIC. ROTZXAM4 MNEF Ry NEAHE
DA 7 %EIRL T,

EREHT EABICPLQAY, 7 bMLIxyvEYR (PL) OBARER (
ApL) « RURAOTRAA FEF Ry NEEMBOIATORREKRDE, P
LQYE99%., 74 MLIRyvtEY R (PL) OBAREE () 1246
Onm, J7DHEZEIF3. 5nmTH-orl,

RIRUH2IERETT,

[EHEHI6 ]

FIBREERE LT, RINE/ MHEEN 1. 00&RBZLDITARERREL
o $hbbB, Blttz>oh (CsBr) 4, 26mg., 21tsh (II) (P
bBry) 7. 34mgRVKRINALTIVVEILKER (CH,N, - HB r)
3. 76mg%&iN,N=UXFILKRILLFTIRK (DMF) 0. 6m | [TRMAX
w7,
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[0055]

[0056]

[0057]

[0058]

EFERTFIL 4. Bml, LA VEE60. Ou | RUALANLTIV3,
OulZ9m I DRV a—BICANTIHBHERBEZAM L, I, =
B AK[U T TR LAY SRIBRAEREZEA L,
TONLEEREERR I EAKIC. ROTAAA MEFRY MEEMEO
12 %BIL 7%,

EREHISIEABICPLAY, 7 bMLIxyvEYR (PL) OBARER (
ApL) « RURAOTRAA FEF Ry NEEMBOIATORREKRDE, P
LAQYIE9 1%, 74 ILIxvEYZX (PL) OBRKER (Ap.) 1251
2nm, A7OHZEIEI10OnmTH-o7’,

RIRUH2IERETT,

K2iIZ-d DI, RMNE/MHEENT. 00~2. 40 THDERMH 1
~6Tid. RATZRA4MA FEF Ry NOKREARMBHIMEIIH, PLQYIZO
1~99%&., EBIEN o1,

(el 1]

Bty ohL (CsBr) 1. 41 mgRUR(SE (II) (PbBr,) 2
. 42mgEN,N=UAFILKRILLTIRK (DMF) 0. 2m | ITEBRIE
. RIRMAARERAM L,

BFEETFIL4A. Sml, ALAVEE16. Tul RUCALAILTIVT13

SulZ9mI DRV 1—FBILAN, ER. KAKJITTERLADS ORI
AR EEAN LT
BONESKREZRG 1 EEEIC. ROTZXAM4 MNEF Ry NEAHE
DA 7 %EIRL T,

EREHT EABICPLQAY, 7 bMLIxyvEYR (PL) OBARER (
Apl) « RURAOTRAA FEF Ry NEEMBOATORRERDE, 7
#MLIRrYytEVR (PL) OBKER (Ap) 1Z507 nm, 7 ORE
7. OnmTHo%k, YIIEBEEIRBWEREI1OROTAHM METF
Ry NEESMEITIZ, PLQYIZ15%EEN S,
RIRUH2IERETT,
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[0059]

[0060]

[0061]

[0062]

[0063]

ROATZAAA PEFRY MEEMEDIDRLEA VI %, RV ) 2—EIC
AN, EE2HOLIRETERRI T TIONKRE L, RERIBRD 7 4 ML
IRyvtEVR (PL) OBKER (As) ROUPLQYZIELAEE I B,
BAER (ApL) OZEEF16nm, PLAYDELEXIZ-52%TH-
feo £ TOO000OREBRIFKEL. RIA LA Ao,

(Lol 2]

BIRRABRRE LT, RNE/ HEENO0. 63 &AZLDICARETAHL
f=o $RbB, Bt Ah (CsBr) 1. 41mg. 28R (II) (P
bBry) 2. 42mgRUAFITIVEIEKFEE (CHsN-HBr) 2
. 00mg#ZEN,N=UAFIKRILLTIRK (DMF) 0. 2m | ITBEBRIE
720

BFEETFIL4A. Sml, ALAVEE16. Tul RUCALAILTIVT13
3wl ZI9mI ORI a—FICAN, ER. AKJTTRIELANSFIER
FAEREEA LT

BONEAREERAI1 BRI, ROTRAAAM MEF Ry NEEMHE
DA 7 %EIRL T,

RREGIT EEBRICPLQY., 74 MLIRyEVYR (PL) OBRER (
Ae) « RUROTZAAA FEFRY MEEMBOITORREKRD, 7+
MLIRvtYZ (PL) OBKREER (ApL) E46 1 nm, I7 ORI
3. 5nmTHo/, RME/ MEENNIWED, ROTAAHSA MEFR
v NOKRERESTTDERY, PLAQYIET1 3% TH >,

RIRUH2IERETT,

[LbE5 3 ]

AIRRABRRE LT, RNE/ HEENO0. 84 A2 LDICARETHAEL
oo TS, HEBIZIZEWT, XFILTFTIVERIKEE (CH,N-HB
r) %2, O0OmgmhH2, 6 7mgllZE LU, LLEH2 &H
RRICLT, ROTRAHAM hEF Ry MEEMBEZER L,

RREGIT EEBRICPLQY., 74 MLIRyEVYR (PL) OBRER (

i
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[0064]

[0065]

[0066]

Apl) « RURAOTRAA FEF Ry NEEMBOATORRERDE, 7
#MLIRrytEVR (PL) OBKRER (Ap) 12461 nm, 7 ORNE
3. 5nmTH-o7%, PLQAYIZ28%ThH-o71-, HTINE NEEALLE
Fl2LYUREWVWEDD, 0. 84 &IV, PLAQYIEAR+ATH-1=

RIRUH2IERETT,

(el 4 ]

Btz ohL (CsBr) 4. 26mgRUR(EA (II) (PbBry,) 7

34mg%uEN,N=-UAFIKRILLFTIRK (DMF) 0. 6m | ITABRIE
. PIBRAERR AR L 7,

BERTFIL 4. 5ml, FLAVEE1 20 | RUALAILTIV6. O
wlZz9mlDRYYa1—BICAN, ERE. KX TTEELLYSFIRGES
REFEALT,

TONLBEERERERL 3 EAKIC. ROTAAA MEF Ry MEEME
DA 7 %EIRL T,

EREHISIEABICPLAY, 7 bMLIxyvEYR (PL) OBARER (
ApL) « RURAOTRAA FEF Ry NEEMBOATORRERDE, 7
AMLVIRYEVR (PL) OBKER (Ap) 518 nm, I7OHE
1 2nmTH-o7%, PLQYIESEO%TH o7,

EEER B 1 S ERRIC, LERAI4 TR IIVBEEIRWES, PLAQY A
T THZDEDD, EHAAETHDATHTFORBRNREWNLD, LLEH1IC
LERTPLQYRED 27,

RIRUH2IERETT,

(e85 5 ]

FIBREERE LT, RINE/ HEENO. 80&RBLDITARERREL
o $hbbB, Blttz>oh (CsBr) 4, 26mg., 21tsh (II) (P
bBry) 7. 34mgRUXAFITIVEILKFEE (CHsN-HBr) 2.
24mg%aEN,N=—IUAFIRIVLTIRK (DMF) 0. 6m | [TBREIHL
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BEERETFI A, Sml, FLAVE120u | RUALAILTIV6. O
Ll ZI9mIDRAY) 2a—EICAN, ER. AKJTTE®RLAOHNSHIERER

WwaEEAL T,
BONREREERA3 EERIC, ROTAHA FEF Ry MNEEME
DAY %ZEYRL T,

[0067] SEREFAIIEEFICPLQAY, 74 MLIxyEYR (PL) OBAKER (
ApL) « RURAOTRAA FEF Ry NEEMBOATORRERDE, 7
AMVIRYEVR (PL) OBKER (Ap) 516 nm, J7OHRE
E12nmTH-o7/. PLQAYIE22%TH o7,

RIRUH2IERETT,

[0068]  [tb&4516]

Bty ohL (CsBr) 1. 41 mgRUR(SE (II) (PbBr,) 2
. 42mgEN,N=UAFILKRILLTIRK (DMF) 0. 2m | ITEBRIE
. RIRMAARERAM L,

BFEETFIL4A. Sml, ALAVEE16. Tul RUCALAILTIVT13

SulZ9mI DRV a—BILANE, TZIC. BR. KK TFTE®L
WAL, FIRREEREFALLEZ A, ROTAAM FEFRY MHTEL
. BERICOBIRE E Ao,

I LIS, RIROBEFICAFILTIVRIEKFREE (CHsN - HB r) 3.
71mg#%DMF 18, 5u | [ITBRBEIELBBRERML I, TR FHE
KR5S TIIVBMRORMNE BEEIFT. 1 7TH>,

TONLEEREERL 1 EAKIC. ROTAAA MEF RNy MEEME
DA 7 %EIRL T,

[0069] ZEMEHIT EEMMCPLQY., 74 MLIRvEYR (PL) OBRER (
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