wO 2021/177070 A1 |0 0000 KRN0 0 0

) FRFBAEFWICE DWW T LRI N -ERLERR

(19) BRI e > WA O A 00 OO A O O N
EHEREHEE
43) ER/ARE 53 10) B ABRES
WO 2021/177070 A1
2021494 10E|(10.09.2021) WIPO | PCT
(D BlEa1 28 UPIPI; T1008921 5 5 &8 T A% M X 7 A B
CO1F 17/229 (2020.01) HOIM 4/62 (2006.01) 1TEH3&1= Tokyo (JP).

HOIB 1006 (2006.01)  HOIM 10/052 (2010.01) B o
HOIM 4/13 2010.01)  HOIM 100562 2010.01) (72 FBAZE KA JEZ(AKIMOTO Junji); T 3058560

FIEDCIEHHERT — 1 — 1 AhRE 1 Euff

D ERHRES : PCT/IP2021006601  52Ba5esk A e KRR EHR 22T PY Ioaraki (UP).
(22) ERHEER - 202152 822H(22.02.2021) Fr FE #B 3% (KATAOKA Kunimitsu); T 3058560

—= B FIRE D IEHEE1 — 1 — 1 &1 EHirhf
(25) ElFR HRD S5 - AARE sk AR AT RAA baraki (P).
(26) EFEARFHDEEE - HAGE R B F(WAKAHARA Sonoko); T3058560 &
(30) BictET— 4 - WESIEHIEERT1 —1— 1 hRE 1 EIFE

YRR 2020-034853  20205F3H2H02.03.2020)0 P BIFEA NEESRBA S S B SEFRPY Toaraki. (JP).

%% 7 (NATIONAL INSTITUTE OF ADVANCED ctal); ?21026620 RRMBTRERAOA—
INDUSTRIAL SCIENCE AND TECHNOLOGY) JH9#&2% Tokyo (JP).

(54) Title: AMORPHOUS COMPOSITE METAL OXIDE, GARNET-TYPE LITHIUM COMPOSITE METAL OXIDE,
SINTERED BODY, SOLID ELECTROLYTE LAYER, ELECTRODE FOR ELECTROCHEMICAL DEVICE, AND
ELECTROCHEMICAL DEVICE

GH EBDEN : FREECERERELY H—Xy bR UFOLEGERERLEY BEAK
EAEHERE, BEXtFET /N1 ZABH, BEXEET /AR

[E1]

(57) Abstract: The amorphous composite metal oxide according to the present invention comprises a compound repre-
sented by formula (1). (1): AE;LazGyqJ.LqO12 «7-2x3y-22qy2 (A is an element which forms a divalent cation. E is an
element which forms a trivalent cation. G is an element which forms a tetravalent cation. J is an element which forms a
pentavalent cation. L is an element which forms a hexavalent cation. x is 0-0.3; v is 0-0.3; z is
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A RNEROBBEIE, FIZE UMTICRTHERICIYEELTE LW,

Tabs. X (1) TRINDIEEMHILLRIIEREECSEERLLYE.
DFOLIEBEEDREMERKT 2ITRE. ChiIlLYBLNALA—Ry MEY
VFOLECERRIEYZRETHIREZ. RAGELIEERL TITOAE
WEYBRIELTH LW,

[£EF) Fo L REMI

RIS, REBEHEDESILET /N 20—Fl&E LT, 1 ICRTLERY
FOLZREBMZE., HlaZEFTERPBT 2,

B1id. AEFEFEOLEER) FULZREMO—FIAFREYT 27-DDH
BRETHZ, M1ICRTEEEY FOLIRERT OIE, EH11E, BB
12&, BREREES . ThoENBTINERT E5ET,

R1ICRTLDIC. BRERERSIZ. EB11E8IB1 2&IC#ENT
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W3, 2EFRYFIOLIRER1 0, MTICRT LIS, EHET 1 & &K
12 CERERERS MEEBINEEBAHTH>THLWL., BEAKZSI(D
L7EEERTH->THE LU,

[0084] BIVTICARTLDIC, EMBT 11X, EMEEAFRI LIS, ERENERE 4 MR
TohibDTHD, BB 213, BBESHEHT LIC. BEETHNERE 6 N&
ToNHDTHD, EBESAIICIE. EBY T2HABSMICEKEINT
W3, F7. BBEEARTICE. 8BS T8FBEIHMICERIN TV S,

[0085] RITICRIRER)FULIRERT OICBWTIE, H&EE1, Ely T
2, EMEEAXRI. BBEERKT7. BBST78& LT, RHMOBDERAWS
ZENTE S,

EAEMRERES IZ. R LAREREOA—3y L) FULEEEER
1t sURRBHEI SRS,

[0086] (EABEMEESIE. LR L AEREEOA—y NI FULEEEERE
& EBEYE S 2 SURBEI O D, KAREMETIE. EHEYMER
413, A—xv NI FULEESEERIEYMEEBEMEL 2T, &
KRS, EMEME TEBRINIBIEAENLRZEDTH>TH L,

EBEMEE LTE, YF LML VORFEA - REEASTHENRE 2165

THNIEFHIREINT, DMOY FOLAA Y ZRERICAVLONATWVWS

EEMEEERTES, flzid, EmEMESE LT LiCoO, LiN
i O, Li (Ni, Mn, Co) O,. Li (Ni, Co, Al) O, L
oMnO,—Li (Ni, Mn, Co) O,., Li (Ni, Mn) ,0,. Li (
Co, Mn) ,0,, Li (Mn, A1) ,0,, LiFePO,, LiMnPO
s LiCoPO,, LiNiPO,AREERWVWRIENTES,

[0087] &#BENEEGCIE. LR L AEREEOA—y NI FULEEEERE
e BIBEYE S 2 SURBEI O D, KAREMETIE. ABEYMER
6ld. H—xv b ) FOULEESERBRRIEMEGHREMELZSTN. Th
KRS, BIEEME TERINIBIEAENLRZEDTH>THLL,

BBENEE LTE, YUFILAFTVORFEA - REEASTHENE 2165
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THNIEFHIREINT, DMOY FOLAA Y ZRERICAVLONATWVWS
BBENEEFERTES, fl2d, BREYWEES LT V5774 b N—
Rh—HRo, YINA—KRY, 957z, h—KRVF/Fa2—-7, SiO0
. Si.Sn, In, Li, LisTigO;p HyTi,,0,5. TiNb,O
JTIREHERWB I ENTE S,

[0088] LCEMEMEEB4HLV FTLIIEEEWEEGIZ. VEISK LT, EEBE
ERIFLIGABEERT EOBEEEUET IHIC. tHOEBMBEELT
RUT— B, B, KFREY. NOFUEMREEERELTWT
S AN

T, EEMEE4 B LU/ TEEGEEEYERBO IX. HEICHLU T,
EFcEMERLELIEZBNT. h—ARYTS5v o, h—RVF/Fa—7
ST FAVBEMAREDBENFASELTVWTHE LU,

[0089] TM£E{&Y Fo LI RERODEESE]

RWT, B ICRTAERFEOLER) FU L REBMOEESEICD
WT., BlaZfTERAT %,

FY. EREYMEES & BHREMREEL & BBEMEREGC L ETNT
halisd 2, EMEYMERESIE. Flaid. bR LAEEREOH -y b
B)FULECEEREYEEBENE L 2SCENERE L TRERE T
BT EICLYEETE S,

EABMEERES IE. A, LR UEREEEOA—xy N FU L8
BEBRIMEREL URRBHRE T2 EICLYEBETE S,

BEEMERE 6 X, FIAIE. LR UAERBEOH—xy M) FULE
EEERIMEGRENE L ZBVCRBZREL TREHRE T &L Y
BETE D,

[0090] O RIC. REIDOAZICELY. EMBEMERES ICEMESEHIZ/YMITTE
B11&T2, Fh, XNOFERICLY., BIBTYEBGCILABESHT %
BHYNITTEMB1 2&3 %, RWT, 811 2 LICEGRERZEEL & 1Bk 1
1% CDIREICTER L TRERET 5,
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[0091]

[0092]

[0093]

[0094]

[0095]

RIS, BEBAEEFRLTWAER 1 OEBESHEIIC. AMOAEICEK
YIEES 72 5 EKT %5, £/, BB 1 208BEEERT7IC. XMOFERIC
LYBIBY T8EERT D, TOR BEAEZALZETICIMHL, BHTS
o UEDTRRICKY., AERMEOLERK) FULIREMRT ONELND

b, REBOREEEBICOWT, MEZSRLFHFRLE, LML, &
RREFREICS T I2EERRTETNOOEAEDEFRE—FITHY. AFKBPOD
WEHS®EE L AVEERT, BROMI. L8 B RUZTOMOER
DNEBETH B,

BlZIE, Bt L AEBEEICSVWTIE. KEFADESILET /N1 ZD—HF)
ELT. 2BR) FUOLIREMEFICEIT TEHRBA LD, AFRPFOEKIL
ZTFNARE ZEEFED) FOLIREBICREINZD DO TR, HIAE
CUFULEKEMR. VFULREBRALSOEREET NI ATH>TH
EQ AN
K

T, REGS L TLEBRFICE Y ARRAZ I SICEEMICEHRRAT 3, b
« AFEBRIE, UTOEBEHOHICIRE S A,

M= 1 ]

(FREESELEBRILYONIE)

TED (1—-1) ~(1—13) THRINZEEERICHRT 2EETE
EBETREEVL DI, TEEOLBLEYWEFELTERE L, TEEOFL
— MEIEFL—FERFIEEBWVWT, UTFIKRTAEICEY., (1—-1) ~
(1-13) TRINDLEHKEET 2ECLERIEMOMKRERE L
MMEZHERK
(1—=1) LasZr,05 s
(1—2) By 1sLasZr,04 o5
(1—=3) Ing 1sLasZr,04 o5
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(1—4) Al ,LasZr,04 5043« (x=0. 05)
(1—5) Al ,LasZr,04 5043« (x=0. 10)
(1—6) Al ,LasZr,04 5043« (x=0. 15)
(1—7) Al ,LasZr,04 5043« (x=0. 20)
(1—8) Al ,LasZr,04 5043« (x=0. 25)
(1—9) Ga,LasZr,04 50435 (x=0. 05)
(1—10) Ga,LazZr,04 s043x (x=0. 10)
(1—11) Ga,LazZr,05 s043x (x=0. 15)
(1—12) Ga,LazZr,04 s043x (x=0. 20)
(1—13) Ga,LazZr,05 s043x (x=0. 25)
[0096] TEM&ELTERLAEESE(EEY]
La (NO3) 3+ 6H,0 (FHiHFEME, 99. 9%)
H;B O, (MY, HERR)
Al (NOj3) 3- 9H,O (FMIAMFEMHE, 99. 9%)
Ga (NO3) 3-7—9H,0 (MyhiEds, 99. 9%)
InC | ; (SHMECEMEMAE. 99. 929%)
ZrOC |, -8H,0 (MAtHEHHE. 99. 0%)
[0097] T L — hH
VIV (RAMELE, 98%)
L —hEEH
IFLYT)a—)b (FIAMZEME, 99. 5%)
[0098] LtEEDFELAREZ. BEELTOIY /—ILITARE L, TOE. R
RAaR@EItBmEIl. ERBOFL—MIBLUFL—MNESFIZRML.
2 —=S5—TRAELANS, Ky hFL—FEBWVWT140CT4~50H
ML, SO EILELY, FL—MEEMEERIEDEEHIC, EML
XL —MEMOIZATMERIEZTTW, T (F9F) Li,
[0099] RIS, TRFIMERIBICEYTONET L E, TV MLE—F—ZRWT
350CTHKL. FEREBREBOBILYH) SRIFHE (REMK) =25



WO 2021/177070 28 PCT/JP2021/006601

o TR, REMKRE. X/ UABHKERVWTHREL. BRIF (v~ MRIZEH
HFP101) ZAWVWT, XXFEXH. 700CTA4IEBNIEEITo>

MEDIRICELY., LD (1—-1) ~ (1 —13) TRINDILFEMEK
BT EERRBREMOMRERT.

[0100] EFE®D (1—1) ~ (1—-13) THRINZLEHEKNEET 2EECEER
EMOMRICOVWT, TRENXREFEE () AI/HH. BRESmar
tLab) ZAVWTXKREITAEZTV. BRESEHRENT,

ZOER. WThOESEERLYO XFLHTHERICBEWTE, BREE
ERYIBAOE—IP RAINT, FRETHD I EE2TTREBIA/N
O—MERIN, 2O &ML, ERFITICBVWTRELLLERED (1 -
1) ~(1-13) TRINDEEHENEET2EEEBERILYWIZ. WTh
HLIIFRETHEIENELIER S,

[0101] B2, Ef 1 ICBVWTRELLBESERBRIEMOMKRD IS, —8OD
BEEBRRIEMOXREFERERLAEFvy—bard, B21&. E/HEH 1
CEWTEELAE (1—1) LasZr,05 500 (1—2) By 15LaszZ
roOg 95« (1—3) Ingyg 1sLasZr,,;0g 95« (1—11) Gay
sLasZr,;05 os CRINZILEHMHNERT 2EERBHRIEYMOHRD X
BWEERERLEFYy—FTH DB,

[0102] T=xeH 2 |
GErREESRRIIORIE)

TED (1-14) ~ (1 -33) TRINBEFEHEMICHIET BEET
BREBRFEZEBVL DI, EEH 1 TERLAEBLENE LT TROERE
LEMERFELTREBE LEZ &ML, ERfI1 e@xICLT. (1 -1
4) ~ (1 -33) TRINZILEMERERET LECEBRIEMONRER
& L7,

[0103] [{b5HERK]

(1—14) LazZr, sTay 505 75
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[0104]

29
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(1—15) Co,LazZr,; 756Tag 250g o545 (x=0. 10) (1
—16) Co,LazZr, ;sTag 2505 gos4x (x=0. 15) (1—1
7) Mg,LasZr, ;5Tag 2505 g25+4x (x=0. 10) (1—18)
Mg,LaszZr, 75Tag 2505 g25+x (x=0. 15) (1—-19) Fe

«LasZry 75Tag 2505 62545 (x=0. 10) (1-20) Fe,L
asZrq, 75T ag 2505 g254x (x=0. 15) (1—-21) B,LasZ
Fi. 7517 @0 2505 625+1.5x (x=0. 10)

(1—22) B,LasZr, ;6Tag 2508 g25+1.5x (x=0., 15)
(1—23) B,LasZr, ;6Tag 2508 g25+1.5x (x=0., 20)
(1—24) Al,LasZr, 75Tag 2505 625+1.5x (x=0., 10)
(1—25) Al,LasZr, 75Tag 2505 g25+1. 5x (x=0, 15)
(1—26) Al,LasZr, ;5Tag 2505 625+1.5x (x=0, 20)
(1—27) Ga,LazZr, ;5Tag 2505 62541 5« (x=0. 10)
(1—28) Ga,LazZr, ;5Tag 2505 62541 5« (x=0. 15)
(1—29) Ga,LazZr, ;5Tag 2505 62541 5« (x=0. 20)
(1—30) Ga,LazZr, ;5Tag 2505 62541 5« (x=0. 25)
(1—31) In,LazZr, ;5Tag 2505 62541 5« (x=0. 10)
(1—32) In,LazZr, ;75Tag 2505 62541 5« (x=0. 15)
(1—33) In,LazZr, 75Tag 2505 62541 5« (x=0. 20)
(1—34) Ni,LasZr, 15T ag 2605 s25:x (x=0. 10) (1
—35) Ni,LazZr, 75Tag 2505 g254x (x=0, 15) (1-3
6) Mg,LasZr, ;5Tag 2505 625+x (x=0. 20) (1—-37)
Fe,LazZr, ;6Tag 2505 gas4x (x=0, 20) (1—-38) La

s3Zry 50T ag 25Big 2505 75
(1—39)
(1—40)

LasZr, soTag 35Big 15035 75
LasZrq so0Nbyg 50035 75
(1—41) LasZr, 930Sng 1005 50

(1—42) LazZr, 90Moyg 1005 60
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(1—43) LasZr, 5oWo 1005 s0

[0105] TEMA&ELTERLAEEEEEY]

TaCls (L7X&Yy & 99. 9%)
NbClg (L7X%)yUE, 99. 9%)
CoCl, (FHEMLFEHMEMREY. 99. 9%)
NiCl,-6H,0 (FHMMFEHE, HAZERFR)
MgC |, (FMELEHEAEY. 99. 9%)
FeCl, (MELEMRAME. 99. 9%)
BiCl, (FIAMZEME, FIFER)
SnCl,-5H,0 (FIX#MZEHE. 98%)
Mo C | ¢ (FIX#ZEMEHE, 99. 5%)

WC | ¢ (RIXHIZMTE, 9 9%)

[0106] LD (1—14) ~ (1—-43) TRINDILZEHEREETI2ECEE
BIEMOMKRICOVWT, TRENXBREIFEE (VHIHE, BmHRESmMa
rtlab) ZAVWTXREITAEE TV, HREBELART,

ZOHR. WThOBEASRRILHO XBREITFERICEVWTH, HREE
ZRTEARAQEITE— BRI NY, IERETH D I &2 nT RHEIAN
O—AERINE, TOZehb, ERfI2ICBWTEHELLLERED (1 —
14) ~(1—-43) TRIN2ELZEHREET2EGEBEREME. WT
NEIERETHBENBELIER S,

[0107] B3I, EEM2ICEVWTHELLEEEBEIEYMOMERD DB, —EOD
BESBBEEYMOXFRFHEREZR~ LEFvy—bamrd, K3 &, EkEH 2
ICBWTEELE (1—14) LazZr, sTag 505 756 (1—15)
Coo 10LasZr, ;6Tag 505 725 (1—18) Mg, sLasZ
ri 75T ao 250g 7760 (1—19) Fey 1oLasZr, ;5Tag o5
Og 725. (1—=23) By 2oL aszZr, 75Tag 2505 9250 (1—2
5) Alg 1sLasZr, 75Tag 25605 55« (1—27) Gaoy ;0L as
Zr, 75Tag 505 775« (1—=31) Ing 0LasZr, ;5Tag »
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[0108]

[0109]

[0110]

505 775 CRINDILEMEREET 2EEEBBRIEMOHNRO XIREITHR
ERLIEFvYy—bMTHD,

[=EHI 3 |
GEREEELEBRIEYMOEE)

TEED (1—44) ~ (1—-55) THRINBZEEMEARICHIET 2EET
BEBTRZEBULDIC. ERfI2TERALEEEBLEMEZFEL TRERE
LAz &AE. EfEfT1 &ERICLT. (1—-44) ~ (1—-55) TR
Ih2EZHREET2EEEBRIEDOMKRERIE L,

MMb AR AR
(1—44) B,LasZr, g0T ag 2008 6041, 5« (x=0. 10)
(1—45) B,LasZr, goTag 2008 6041, 5x (Xx=0. 15)
(1—46) B,LasZr, goTao 2008 6041, 5x (Xx=0. 20)
(1—47) Al ,LaszZr; s0Tao 2005 6041.5¢x (x=0. 10)
(1—48) Al ,LaszZr; s0Tao 2005 6041.5x (x=0. 15)
(1—49) Al ,LaszZr; s0Tao 2005 6041.5¢x (x=0. 20)
(1—50) Ga,LazZr; s0Tao 2005 6041.5¢x (x=0. 10)
(1—51) Ga,LazZr; s0Tao 2005 6041.5x (Xx=0. 15)
(1—-52) Gay,LazZr; s0Tao 2005 6041, 5x (Xx=0. 20)
(1—=53) In,LazZr; s0Tao 2005 6041.5¢x (x=0. 10)
(1—54) In,LasZr, 50T ag 2005 60415« (x=0. 15)
(1—=55) In,LaszZr, 50T ag 2005 6041, 5« (x=0. 20)

LD (1—-44) ~ (1-55) TRINBILEHKZETIEECERE
BIEMOMKRICOVWT, TRENXBREIFEE (VHIHE, BmHRESmMa
rtlab) ZAVWTXREITAEE TV, HREBELART,

ZORR. WThOBEESLSBREMOXBEFRFERICBEVWTH, HREE
T ERRAOHTE— I PMERIIN T, ERETHZ I & E2nTR_REBHNGRN
O—AERINE, TOZehb, ERFISICEVWTEHELLLERED (1 —
44) ~ (1—-55) TRINZILEEKREET 2EEELBERLLMIE. WT
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[0111]

[0112]

[0113]

[0114]

[0115]

NEIERETHBENBELIER S,

B4, EREFISICBVTEELLESEBRIEYMOMEKD OB, —5H0D
BESBEBEREMOXFRFHEREZR~ LEFvyr—bamrd, K4 1E, EREHS
CBWTEELE (1—44) By 1obazZr, g0Tag 2005 750 (1
—50) Gagy 1o0LaszZr, g0Tag 2005 75 (1—=55) I ngy 5o
LasZri g0T ag 2005 g0 ChINBIEMKEET 2ECEERLLY
DOMARD XIREFERERLEF vy — b TH 2,

[EHEs 4
(H—xv MUY F9 LEEEEREYMOEE)

EREF2ICENTEELAE (1—14) LazZr, sTag §05 75T
TN EFEEXREET2IREOESEEREME. TEEOVWThIDY F
DALiRE %, BEER-ILIIN (T yFaE P-7) ZAVWTES
. REMESL, REWHPRICEITS) FULBOREEIGIE. BNMTHS
A=y MY FILESEEBEREMOD (2—1) Lig sLasZr, 5T
ag. 501, CRINDIFEMHRICHIET 2V FIULTRED 1. 1{5& L1,
M) F0 LR
Bib)FoLLI,0 (BHMELEMRAHE. ME29. 9%)

BRI FOLL I ,0, (SHMELEFRAME. MES9. 9%)

ZTDE. BonREWMsaE, EXRRAXERF (KDF—-75p lus,
TUOTY - NATUHNHE) ZERLT, PILIVARFEKT. 400
T (B=ERE) T1 2EMBATZ I EICIYER L, BRE. BERICE
ALEFRTERABRS L. BRMITHD Y FULECESERILHONEKER
720

EREGAICEVNT, UFILBELTBEY FIOLZAVWTEELEY F
U LABEEEREBEYMOMAKE., VFULEE L TGEEBLEY FULEZRWTH
ELYFULEAEBREMOMERICOWVT. ThERXREITEE ()
HOHE, BRER INT—-2550V) #RVWTXBEIFGAEETVL. &
EBEE RN,
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[0116]

[0117]

[0118]

ZTO/RZESICRT, 5. VFOLBE LTELEY FOLEZRWT
BELE)FULECEEBBREMOMEKRD XFEFFERE., VFVLEEL
TR FULERVWTHELL) FULEEGEERIEDOHFRO XHRD
fERERLEFY—NTH B,

R5ICRT LIS, YFILEBELT, BEVFOLZRWTEELEY
FOLEEEEELEME. BEL)FUVLZRAVWTHELL) FVLEESS
BREREHMOVWTIICEWTH, AARRICBTZH—xy MEID (2—-1)
Lig sLasZr, sTag sO,, CRINDIEFEHKOE—HETHZ &
NS ER S,

T, VFoLBELT, BEVFUVLZRAWTHELEL) FULESSR
BRIEMOMR. SLTEBLY FILZAVWTEELEY FILEEERE
BEYOMARD XIFEFHERN S, FELREAE—J70EBEREmiEH = A
WT, RAINZRERICIYIARROBRFEREZELE L, ZORR. VFV
LEBELT, BEYVFUVLERWZLDEEEE ) FULEZRWZEDE,
UHRROBFEHRa=12, 946 (3) ALXRFY, AfD (2—1)
Lig sbaszZr, sTaog sO0,, TRINZIEEHKNOBRTER (a=1
2. 948A) E&LL—HFTBIENDh o1,

DT ENL, REFMA4ICEVWTHEHELEYFIOLBELT, BEYFD
LZERWED) FULEEEEEREY. BLTBEBILL)FIOLERVWEYFY
LEGEBEBREYE. WIht, ERALEY)FILEROBEICELLT. B
CIEEEROAT—Fy NBYF I LBECEERIEMOE—HETHD I EHHE
BTE,

IHIC, BEFALICBVWTERELEYFVLBBELT, BEYVFVLER
WD) FULESEERIEYMOMK. BLUEBL)FUVLEZRWE)FY
LEAGEBBIEMOMKIIOVT, ThThERKEREESTFIEME (F
E—SEM) (HITACH I#&, S—-4300) #AVWTEERLL, *
DER. WThDY FULEEEERIEMOMKRICEVWTH, 0. 1 umbl
TORRTHD I EMNEETE .
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[0119]

[0120]

[0121]

[0122]

Bl6 ik, ERFIAICEVWTYFIOLIBELT, BEVFIOLERAVWTHE
LEVFOLECEBRICYOMKE., ERMHBEEEEFIHEME (FE—
SEM) ZRAWTHBE LALEETH D, BEONFH A INE. UFULE
ELTBEYFULZRVWTHELLEA—xRy NID ) FV LEEEEEEI
MONZEERED o/, TOHER, AIRES50~100nmOEETH >

BE#kiCL T EEGA4ICEVWTHRELL) FULEREE LT, BB F2
LERWTHELLYY FULEEGEEBRREYONZEE, 50~100nm®D
HETHDIERBHLDIENTE
[=HEHI S

(H—%v b FULEEEREBREYDOEE)

EREFI2ICEVWTHEELE (1—-18) Mgy 1sLasZry 75Tag 25
Og 775« (1—=19) Feyo 10baszZr, ;5Tag 2508 725, (1—
22) By 1sLasZr, ;5Tag 2605 ss CRINB{LZHKREET ZIE
RECESEBRIYETNThE, VFULREE LTORRBREY FULL I,
O, (FHMELZMIAE., MEI9. 9%) LEZAVWTREAMERSLIEL
. R4 ERARICLT. BRNIITHS ) FULESEERIEYMOMR
A S

REFSICBVWTRELLY FULEBEERREMOMRICOVWT, £h
TNXBEHEE (YHIHE, MRBEERINT-2550V) Z2AWVWTX
MEFTAIE Z TV, ERBELREN,

ZTORRERTICTRT, M7, EEASICEVWTEELEL (2—-2) L
ig asMgo 1sbaszsZr, ;5Tag 250, (2—3) Lig s5Feq
tobasZr, ;6Tag 2601, (2—4) Lig 30Bo 1sLbasZr, 4
sT ag 2501, CRINZDILEMENEET D) FULESEERIEMOMR
X#FOFfERe~LcFvyr— N TH B,

B7ICRT LT ERAISICENT (1—-18) Mgy 1sLasZr,y 5
sT aog 2505 77s CAINBILEMREE T 2HREOECEERILYEZR
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[0123]

[0124]

[0125]

WTELE L2 FULEESSEBRIEMOMKIE. XREITAEICEWT, b
TR FULORBERTEIRE—IDRBDOLNE, LML, Mgic
XT3 HEZ R T AR E— 2 3B o5nah > .,

ZDZEMNDL, (1—18) TRINZLZEEKEZET 2HFEREDEESE
BEEMEZBVWTHELL) FULEGEBREREMIE. IARRICETSH
— XY RMBID (2—2) Lig 256Mgy 15LazZr, ;65Tag 260,,T
TINZEFHRDOE—HETH D ENEETE

T, H7ICRTEHIC. ERFAISICBWVWT (1—19) Fey joLasZ
rv. 75T ao 25035 725 CRINBILEMNEE T 2HREOEESEEREL
MERWTHELLZY FULESCEEREMOMERIE. XREHTAZEICS L
T DINTKRBY) F7LOMEBEERTERE—IDFRDLNz, LHL,
FellHRTB2AMYPBEZRTEITE—JIZROSNLI >,

ZDZEMNDL, (1—19) TRINZLZEEKEZET 2HEREDEESE
BEEMEZBVWTHELL) FULEGEBREREMIE. IARRICETSH
— XY MBID (2—3) Lig 45Feo 10LazZr, 76Tag 260,,T
TINZEFHRDOE—HETH D ENEETE

T H7ICRTEHIC. EFAISICBVWT (1—22) By 1sLazZr
1,75 T @0 2505 ss CRINBILEMNEET 2HEREDESERERE LY
ERAVWTHELL) FULEGEERIEHOHMRIZ. XBEHTREICHWT
 ODENMCKRE ) FULORBEERTEIRE—I RO LN S, LHL. B
ICHERT 3R EEZ RO E— 7 E@Bd shiabh o7k,
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