wo 2015/118593 A1 [N 0000 A O

12) FEFBAENICE DV T AR S -ERERE

(19) t RENI T A HEHS »
S % LR TR g IIIIIILQIIIIIELIQII T R
. 10) EffARHES
43) ERARAB :55
WO 2015/118593 A1

2015 &£ 8 A 13 H(13.08.2015) WIPO | PCT
(51) ERFHELE: A—VEBFMEEMARRAN Guoma JP). K18

HOIM 4/48 (2010.01) HOIM 4/587 (2010.01) {#(OHASHI, Ken); T3790224 B E R LZhhiHH

HOIM 4/36 (2006.01) HOIM 4/62 (2006.01) BAR1—10EHLELEI KA >V

HOIM 4/525 (2010.01)  HOIM 10/0525 (2010.01) I— VB FHMEEMHERAN Guoma (JP).

HOIM 4/58 (2010.01) 4 REA: TE B X (YOSHIMIYA, Mikio); T
Q1) EREREES: PCT/JP2014/006040 1100005 RERMEREREH7TEH6E1 155
(22) ERHEER: 2014 £ 12 B 3 H(03.12.2014) —FHEILSF Tokyo (D).

- =z 8) EEE (RTOLWEY., £2TOEHFEOEAR
(25) EFRHRBEOS3E: B ;% AT EE): AE, ZG, AL, AM, AO, AT, AU, AZ, BA,
(26) EFABEDEEE: BAEE BB, BG, BH, BN, BR, BW, BY, BZ, CA, CH, CL, CN,

CO, CR, CU, CZ, DE, DK, DM, DO, DZ, EC, EE, EG, ES,

(0 BILIET 5. FL, GB, GD, GE, GH, GM, GT, HN, HR, HU, ID, IL, IN,

508 2014-022151 2014 £ 2 A 7 H(07.022014) P IR, IS, KE, KG, KN, KP, KR, KZ, LA, LC, LK, LR, LS.
H5RE 2014-164368 2014 F£ 8 A 12 H(12.08.2014)  JP LU, LY, MA, MD, ME, MG, MK, MN, MW, MX, MY,
) HEA: E8EZ I £#% X S SHNETSU MZ, NA, NG, NI, NO, NZ, OM, PA, PE, PG, PH, PL, PT,

QA, RO, RS, RU, RW, SA, SC, SD, SE, SG, SK, SL, SM,
ST, SV, SY, TH, TJ, TM, TN, TR, TT, TZ, UA, UG, US,
UZ, VC, VN, ZA, ZM, ZW.

CHEMICAL CO., LTD.) [JP/JP]; T 1000004 3R R ERF
KERXXFEH_TE 6% 15 Tokyo (JP).

H -3 = __ .= . _ N .
) ER S ER B GRSk, Takakam), T (s 455 E EROLVRY. £ TOMMO KR

E N F
BTt o Ua— T FMEE 5% AV A BE): ARIPO (BW, GH, GM, KE, LR, LS, MW,
BTN Gunma (0P). T/l 1448 (YOSHIKAWA, MZ, NA, RW, SD, SL, ST, 82, TZ, UG, ZM, ZW), 1=
1 OEBIEET RS S Yya—2BF A /% (AL, AT, BE, BG, CH, CY, CZ, DE, DK, EE,
HERMGFEFR N Guma 0P), N 1EE ES, FL FR, GB, GR, HR, HU, IE, IS, IT, LT, LU, LV, MC,

(KAMO, Hiromichi); :_I' 3790224 ﬁ E |,_|§: --ﬁ-_ ‘:F‘ T‘ﬁ#_’&# MK, MT, NL, NO, PL, PT, RO, RS, SE, SL, SK, SM, TR),
AETAR1—1 0 E#HibR2I £/ VU

[(fEH]

(54) Title: NEGATIVE ELECTRODE FOR NON-AQUEOUS ELECTROLYTE SECONDARY BATTERIES, AND NON-
AQUEOUS ELECTROLYTE SECONDARY BATTERY

G ERADEH  FFKERE-REMAABRUIFKERE-REH

o /10
| -

| ~

12

(57) Abstract: This negative electrode for non-aqueous electrolyte secondary batteries includes a plurality of negative electrode act-
ive materials, and is characterized in that: the negative electrode active materials include at least a silicon-based active material
(Si04:0.5<x<1.6) and a carbon-based active material; Li,SiO; and/or Li4SiOy, is included in the silicon-based active material; a sur-
face layer of the silicon-based active material is coated with at least one from among Li,COs, LiF, and carbon; and the ratio of the
silicon-based active material to the total amount of the negative electrode active materials is at least 6 mass%. Accordingly, provided
are: a negative electrode which, when used as a negative electrode of a lithium-ion secondary battery, is capable of increasing battery
capacity, and improving cycle characteristics and initial charge/discharge characteristics; and a lithium-ion secondary battery
provided with said negative electrode.
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EHE9-1 0.756 11.42 80.0 86.3
EhafFlo-2 0.796 10.84 81.0 86.3
EefF9-3 1.025 8.55 82.0 86.3
EHef59-4 1.218 7.21 85.0 86.3
EHefFl9-5 1.271 6.63 86.0 86.4
EHEf519-6 1.845 4,62 87.0 86.3
EhefFlo-7 2.257 3.77 87.5 86.3
Ehafi-2 2.593 3.29 88.0 86.3
EHEf519-8 10.123 1.524 89.0 86.3
EafF9-9 20.221 0 90.0 86.3

RIITRTLIIT, FNOHOF/RMEICIE L TCREMRRDS L OHILMEL
Zib L7,

FRICH(ENE (26) A1, 2° Kb, ®B2Si (111) mICERT
fE@RTHAINT. 5 nmUTOEBEREMR TEVWEEMIER, WHM
ENFON, RIC. ERBERBE (EEFI9—9) TRES RVWEMKMED
Bmonhi,

(EHEFI1 00— 1 ~RMEHI10-7)

REREDEDOA DT UBRX, TAREMWEDATTUEY, REX /Y
DEEZRTODLDICEALI EOMIZ, EMFIT —2ERAKICLTIRE
MOEEETT o 1,

EREHI1 0 —1~EfHEH10—-7DREMDY A 7 ILEBEERCGHIE TR
ERMERARSLE A, R1O0ICRLEBRAE SN,
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[0174]

[0175]

[0176]

[0177]

[5=10]
ADTFUR| AT UE BEBAEFOREEE |BREHEE 52 (0
10 Y (gm) | X (um) XY {g/cc) (%> PIRAEh (%)

EhEI1-2 4 20 5 1.15 88.0 86.3
ERF10-1 4 16 4 1.17 88.1 86.1
Eh10-2 4 12 3 1.19 88.0 85.8
EHI10-3 4 8 2 1.23 87.6 84.2
EHEHI10-4 4 4 1 1.25 87.0 83.6
EHEH110-5 4 2 0.5 1.3 83.2 82.9
EHEF110-6 8 4 0.5 1.23 81.5 81.8
Eh10-7 8 16 2 1.26 85.6 86.5

K10DLOMNBLDIC, BBIYVEBTORRREYMEIZ. 71 RRE
MEBICH LAEULOREITHEZENEFE LV, ERNET 2571FR%
SEMENRRREDEICH L TRAFEUTOARZTITH2HE. aMEDHEIE
EMIETHIENTED, RRRIMEDN A RZREYEICH L TKRELA
&, REROSBEEEE. MEHUERI/ALL. BEIRILF—BELIA
£9%,

(EREGIT 1T — 1 ~F/EFI1T 1 -6, &1 1 —1~&FI11-3)

EAEYMEE LT, YFDLZ Y IR NTIVIE =0 LIEEEREY (
NCA) THBLiNiy, ;C0oo 25A 1, 0s0%&FAL., BBEMWEDRH
BIINT 574 RREMEDLE (LIS, S i OMLbEEEHMT 3) %, T
DOFR11—-1IIRTEIICER LA &EOMIE, EEHT — 1 EEBICTR
BHEERELE, BL., S i OMEEN15%%2EA 215G (EELI1 1 —
S~EMmH11—-6) , N"AVFHNSBR//CMCTIE. BELISIAS
FeOP I N4V FEFER LR, LEFAIT 1 —1ICEWTIE. S i OMELEIE
OEE%THY. BBENEIIRAZRTNEDHER>TWD,

EREGT -1 ~EEFT 1T -6, ' T —1~kEFI11-30=
REBOY A VUV FERCAERTERERFEZRARLECE K11 -1ICR
LEBRIE LN,

ZZT, AL FHICOWTIE, UMTOLDICL THRNE, RIICEM
READIOH25COFEIT. 24 VI TREZITW. 214 7ILED
BEBEZAE L, BWTHRYA 7B 100H A4 7ILERDETHER
BaTW. TOMEREBETEZANE L, REICT1001J7ILBORESR
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[0178]

[0179]

[0180]

EZ 24 VIBORERTETEY. RT-DEH100%H1T. BEDH
BREABEH UL, Y1 7LEHELT, 4. S3VILET 2 ETEEBRBE.

2. 5mA/ cm2THREL. BEICELLERETS. SVEEETEREE
MO, 25mA /" cm2ilETHETHRELAE, FEHERIE2. 5mA c
M2OEEBFRBECEHREEN2. SVIOETEETHRELE,

MEFRERFEZRENDHZEICIE. AEMEX (%) = FILDRETE ¥
ERERE) X1 0028 L, FRKEER. Y1 7VEFMTERNLE

BERBKIC U, TRREZHIFH A V7ILEEDO. 2ETITok, ThabB
4. BVILETHETEERBE. 0. 5mA cm2THEL. BEN4

BVICELLEETA. SVEBETERBEENO. 05mA cm2ilE
THETCHREL. MEBIZO0. 5mA/ cm2OEEBRBETEEN2. 5V
ICETDETHREL o

DL, EHOMEBKRIEEMNME2. 5VELT, ZREBRHRDHA VL
RHUERCHLFTRERE AR, UBROEREG. LLREITIH., REKLE
fiiz2. 5V&ELT. ZREBOY A JVIINFERCHIEIFTREREZRAN

(o)

[&11-1]

HEE11-1 0 0.693 i:g SBR/GMC| - - - - 94.0 89.8
HEE-2 4 0.885 1.39 SBR/CMC liiigj kem | kgm U0 ggos, 905 880
WEHI-3] 5 0.909 133 |SBR/CMC E‘z;j eE | #ax |- '(‘:ig.;o& 000 -
EHfFI11-1 6 0.919 131 |SBR/CMC "L'i;'gi keE | kaE |- '(‘;J%COS‘ 590 479
EHF1-2| 10 0.947 115 |SBR/CMC E‘z;j kaH | ka% |- g%}o& 470 .
Ep-3| 15 | 097 : PI fﬁ%j L AR Y it N
FEH1E11-4 30 0.996 094 PI E;Z'gj au k&% | ggos, 8538 528
EfF11-5) 50 1011 087 PI "L'i;';i keE | kaE |- '(‘;JZE;OS‘ 853 o3
EHEHI11-6| 80 1025 08 PI Eigj au k&% | ggos, 849 o
(EfEfI11—7~ZmFAI11—12 tbEBI1 1 —4~LL&fI11—-6)
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EMENEE LT, VFOLZyILaANL b HVESER{EY (NC
M) THBL iCoy 55Nig 53Mng 350,5FEAL., BBEMNEOHKRE
KT 5514 RZEMEDLL (LT, S i OMEEEREEHT D) 2. TED
K11 -2ICRTEIICER LI EDOMIE. EHEF 1 — 1 EEKICTRE
MAEEE L, BL. Si OMEERNT1 5% %=HBA 35S (EmEHAIT11-9
~EHEHI11—-12) . SBR/CMCHRA VH T, EEFLELARZLED
PINAVHEFERLE, LLBFIT 1 —41CBWTIE. S i OMEEEIZOHE
E%THY. BEENEIIRAZRZTDEOH &> TWD,

[0181] &/, =MEFIT 1 —1~EMEH1T1 -6, LLEHIT 1 — 1 ~LbEfF1 1 —
SEERRIC. BHOREBRIEEESR2. 5VELTIREHMOY 1 2L
RUOHEFTHEREEARLECE, R1 1 - 2ICRLEBRIE LN,

[0182] [F&11-2]

REREE

_ SIOMILE |BiERLE = e [FVILOA| LI2SI03 | LidSI04| BEME oy
B2 e (mpo | EE) AT ) e | wat | SOTRR | Taey TEREG)
HEBHI11-4 0 0.437 145 |SBR/CMC| - - - - 941 88.9
) Li,Si0;, iF L
HEE11-5 4 0790 | 139 |sBR/CMC| o0 | sk@E | segm |HF HeCOs
Li,Si0, CE 90.3 879
. Li,Si0,, iF L
HEI1-6 5 0.860 133 |sBromo| T2 | skm | skam [HT LC0s
Li,Si0, CB 90.1 874
Li,Si0,, iF L
SHafl11-7 6 0.891 131 |ssremc| T2 | skm | seam U LGOS
Li,SI0, CE 88.8 87.1
Li,Si0;, iF Li
EWHI-8 | 10 0951 115 |sBr/eme| "0 | seaE | seam [HT LeCOs
L\4S\O4 CE 869 859
Li,Si0;, LiF, Li,CO
= 11— ] I = = ‘ 2 3
EHa11-9 15 0.992 1 P S0, FRE |ERE CE % 1 847
Li,Si0;, LiF, Li,CO
SHREI11-10 30 1.034 0.94 PI & 2 Lo ‘
il LSO, ERE | FERE CB 859 829
Li,Si0, LiF, Li,CO
ERAGI11-11 50 1. I 7 = P
Ei ) 051 087 P 1,50, ERE | EEE CR 85 809
Li,Si0;, LiF, Li,CO
EHHI11-12 80 1.063 08 PI ) geE 2 Lo ‘
Ei LS0, FRE | FRE o 846 203

[0183] {1 1—-1, K11 -2CRTLDIC. ERFPEMHNANCA, NCMD
WINDBZETH>TH, S| OMILENMEINT 2 EHICKRERFOFEEE
MET L., BEBREEMIEL A5,

[0184] /. HEERBIT 1 —10 Emeh1 1 -2, EEhl11 -4~k 1 -
BICEVWT, ZREBUOBEBNEEZRFENLEIZRT 1 aD & D AFERD
Bonlk, TITWSEBEMEE, TARREWEDLLEZOwWt %EL
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[0185]

[0186]

[0187]

IBEDERRELEEE LTEHLTWS,

[$R11a]

=112 SO tLE |EMBEDIEME

(%) (Wh%)

HEH11—1 0 0
EreFl11—2 10 7912
EiEF11—4 30 18.952
EiEFI11—5 50 23.744
EiEF11—6 80 26.248

Z T, 4|2, EBANCATHIBEICHITD., BIREYMEMOKRE

KT BT A RREDEDILEE ZREBMOEMSEDEMEKE ORBFRER
$IT57%79,

B4 @ c TRYERRIE. AEAORBENERICEVWTT M FREDE
DILEEZEMIELIBEOEBMTEDENEEZRL TWS, —FH. H4F0D
d TRIHERIEL | Z R—TLTWAWT A RREYVEDILEEZBMIE L
BEDELRTEDENEEZRLTWS, Z0FEYH,. EREMEFTOT A
RREMEDOLLEN O W t L&D e, ARIFAOEEBEET 5 REMR
DEMBEDEMEIIERICHERTARELLARY, EFEPEOFREIRILF
—BEY. BICHBICENY 5,

LEEBIT 1 — 1 ~LEBBIT 1 —6DLDIC. S i OMUEERNEEERLUT
DFETIF, REJEDEDILENT W OMRE, MEBEDREFEEIIEWV
BlEEc3, LML, Si OREBEEMIRRREVEIIN L TEVWEEES
5D, BROBRIRILF—BE Wh /1) OENFRADHRZN, &
MBEDERDO T A RBREDEDLENCEEWULTHEBIRILF—BFED
I EEE &2,

Ihid, —MIRRFEMOTESEN3I30OmAh gTHY., SiO#
IF1500mAh  gREETHZDT, HIZIE. Si OMEZSEEBYRRML
I-ma. BBEED IS A RAMBHIN 1 ONIEEOETEZHA I & &R
%, ¥, ST OMZGCEEXRIMLLBE. EBTEBD I 571 RREY
BldW22., 5SRIEEOEEBZEI & &RD, INODOFE%XHEDEEIC
BWTEBBMOREAN—TOMRELIARELEFET S, HIC. SiO0M
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ZS5EEWUTHRIMULAEBETRERBICBITOIREL—TIEWVWHEEZ(T
. EEMLERTERLIZINELRS, —AT, SiOMZGCEEBULR
MUEIBE TR, T4 RREFVENESITENAREL, RENLBHETED

EAEIRTE B,
[0188] LIBRDEERTIE. EHREMEAENCME LTIZREDEFEE L TERETT
2 TL\%)O

[0189] (=MEMI1 2 — 1 ~FHEFI12—5, L&&FI12—1, t&FI12—2)
BBMEHET IO A RREDEO/NNIV I NBRELXHAE L%
REL EREAI1 1 —-8 ERAERIC. ZREBHBOHEEZTo>R, JOBE. [k
HEMOLLEPBEEEZLITHBEINIBRELAFE L, EHEH1 2 —
1~EMEF12-56, LE&HIT12—1, LLEBFIT2-21CH1F3%. Si0,T
RINDTARRZEMEDOXx DEERT 21TR LT,

[0190] =EHMEHI1 2 —1~EMEFI12—-5, t&&HI12—-1, LLEFI12-20D=
REMOTA V7 IVFEERCHICTRERFEZRANEZS. K1 2ICRLE
RS ONT,

[0191] [F&12]

. | BBIELL | SIOWH] | BREHREE | MIHME

®I2 SO oy | s | o) (%)
EeB 4 12-1 0.3 0.95 82 42 86.7
Ehefl12-1 0.5 0.95 81 78 86.3
I 12-2 0.7 0.95 80 82.1 86.0
Erefl12-3 0.9 0.95 80 86.5 85.9
Erefl12-4 1.2 0.95 80 87.5 85.9
EHEBI12-5 1.6 0.95 80 86.8 85.9
Eb8i 5 12-2 1.8 - - - -

[0192] =K1 2H056bH2LDIC, BREIMHICBEVWGS (EBAI12-1, x=
0. 3) . MHINEREIEI LT Z2LDDEREHFTENSE LI ELT S, Tk
MRENLTX2HE (&HI12-2, x=1. 8) . BEHORETIE
CESBUHDETHAELS | OMODEENRFTRYRR LA >, KEMOD
ARBEEZT oA BEEMM’EONTHMEEFRTLTWDE, TDLDIC,
0. 6=x=1. 6COEHET., RFLEBEMRFHEEZB/OND ZEMHEIBINL

(o)
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[0193] (=mefl1 3 —1~EEHI13—-5)
BERICERGIT 1 -8 EEMRICTREMOREZT oM. ZREHOD
BBFIRAEREZRT SICRTLDICELIEL, ThITHW, BBKRIEEMKR
VEIBEPEOREROFBEBEELR1 SICRT LIICELL L,

[0194] S=MEHI1 3 — 1 ~EHEFI1 3 -5 DTREMOHY A VLB ERCETK
ERMEARLECSE, R1SICRLEERIESNE,

[0195] [5%13]

FEBREE . = = -

513 | wmEE OPLBE apnmme | FEESE | AMOE
(V) %) %)

{g/cc)

EhEF13-1 1.11 0.89 90 89 84.6
il 13-2 1.11 0.91 92 87.8 85.0
EhEF13-3 1.13 0.93 93 87.5 85.5
Ehf13-4 1.16 0.96 97 86.7 86.1
EhEF13-5 1.18 0.97 99 86.4 86.4

[0196] &BFEEHLI 3%REOHE (EfEFI13 -1, EEfI13-2) &Lt
N, BBFAEN 3%ULDBE (EREFI1 3 -3 ~EmHI13-5) X
. EBYIHBIERNMENT 2 AOERFTEOKBELAA LN RIAD S,
T, BBFAERTI00% & LABEIEEBHEENMENT HEEAIONS
M, BRETLEL i iTHEHARBREIINDLORAFAERZIONETEHIENEE
LW, BlELY, EWTEEMZERELLHE. BBFAAEITI 3%ULD
QBUTTHBZENEFZ LW &N o,
[0197] (ZEmEFI14—1. EfEFI14 -2, L&EFHI14-1)
EARMICEMEH1 1 -8 LAKICTREROREEITo b, EHEHIT 4
—1 TR, TA1EZEPEOREICL i F, XEB%. EMEHI14—-2TR
Li,CO; REBEHEFIHAL, £k, LEFI14-1TIFREICL I F
. Li,CO; REEBOWThHIBEHIEAHS,
[0198] =M1 4—1. EEFI14 -2, LL&HI14-1DTREMROY 1 T
HERUCCFTREREEFARE D, RK14IRULAEBRIB LN,
[0199]
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[0201]

[0202]

T

RTAIRTEDIC, M RREMWEDRBEICL i F.
BABEIE5Z & T,
& HREER X

i

BEDHERE,

(Efef15—-1~FmkEH15-6)

HEAMICEREF 11 -8 ARICTREHLORIE AT oD
EWMTES i1/ Si 0, MPEEIETDIET. Si OBEKDHEIMMEAIE
293 i —=MAS—NMR XZXRIZNLHIBELND, IAHILYT
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[3R14]
*&14 SIOMEE BEHEEO | EIZE %)
EeEZ 141 - 82.6 81.6
EhEFI14-1 LiF, C[E 84.9 84.7
EhEF14-2 Li.CO,, CE 86.1 85.0
1 1-8 LiF, Li-CO=, C[& 86.9 85.9

Li,COs &K*
DEHEVThERLEIELNE

NILYRIC

MEELT—60~—100ppmTHEZIOLNDS i BEOE—V({ERE(E

AE—100~—150ppmTEHELILNES i OLBEOY—V{EREEB
DA/ BERTSICRTLDICELIEL, i, Si O,fBlEEZESRIE
FMAL | R—FE2AVWT, BURHEZTO & THIEITE 3,

EREFI1 5 — 1 ~EREFI15-6DIREMOY 1 VLR THIEFTH

[0203] [5R15]

[0204]

Eﬁ.ﬁl‘i%uﬂ/\f\_(\: Z) i‘% 15 {!L..T L/f\_l!ﬁi%b\ bTL?‘Lo
g5 | SOMEEE | L sypsion |RERLEL) BEEEE w0 6
(%) V) (%)
Ehitafl11-8 80 2 0.95 86.9 85.9
EhtE Il 15-1 65 0.3 1.07 82.0 78.5
E e 15-2 70 0.4 1.04 83.0 81.0
EhEH15-3 73 0.8 1.03 84.0 82.6
Eiaf5l15-4 75 1 1.02 86.0 83.5
E 5l 15-5 90 2.5 0.65 87.2 85.5
EheF15-6 95 3 0.39 88.0 86.6

15T LEDIC. 29SS 1 —MAS—NMR ZXRIMILHASESND

‘!L._I__|L\

= A ED

BFonlk, CDOLDIT,
HEeFORMOT & TERONEMERAT LT B &HIC, &

TIANTST DS i OO E—J{EREEBANE <Y,
8LlEERBIHE
hTHBS 10,

A/ BAO
L i it A



WO 2015/118593 43 PCT/JP2014/006040

[0205]

[0206]

[0207]

[0208]

[0209]

[0210]

ELL i E&MANILIN, FERERAICEET 2ETREREICES B
HIEDIMFIHNAEEE 10D Z & DH > T,

T, EFEHI1 5 —2~FHEFI1 5 —6ICHVWTIE, BHEBEMN2
5 VEICABKRIEEAAO., 39VEET, 06VIUTTHBLD, Eih
15— 14&YISLICRFAEBRFENIEOLNTWS,
(EREHIT1 6 — 1 ~EHERFI16—7)
EAWICERGIT1 1 -8 EARICTREBMOMELZIT oD, BBEYE
FORRZEVWEOBERVCRRAREVEORESIC LOH D RARBIADILE
(BE%) Z2R16ICRTLDICEILTEL,

EREHI1 6 —1~EFHEH16—7DREMDY A 7 ILEBEERCGIIETK
ERMEEARLEECH, R1BICRLEBERIELON,

[5%16]
c A L 5 [=5) =+ ot b g = =
%15 BRRENE A AR AANRER SRR o)
= g/cc) (%)
a1 1-8 FEEN 100 1.15 86.9 85.9
EhF6-1 KEREH: NEEH 80 1.15 88.0 86.0
K1 6-2 KERIE: NEEH 50 1.15 89.0 86.3
K1 6-3 FREN: EES 30 1.22 880 87.0
KhafF16-4 FREN: EEH 10 1.35 87.0 84.1
S=JfifAl 1 6-5 KEHREN —Fh—E 50 1.15 88.0 81.1
Enf516-6 KB VIMh—hy 50 1.15 85.0 83.9
EhE1 6-7] KRB N—FA—R AE R 50 1.15 86.0 82.3
RKI1GIKTRT LT, RARBINDLEERNI O%ULTH BBEIE. RAE

SRDLEEMN 3 0% RiFE > 7cme (Eiehl1 6 —4) ([CLE #IEIMER,
MEENE . ACRMORESENMEMNT 2 EHICEBRFED LI TOND
ZEDLh o, o NERRIE, MRS A JIUEENE . RARE
SRDLEEMN S ONULTHB I EEHmLDODDAERINERETEHIETE
WREORLEAROND I EMbh o (EfHI1 6 —1~FmkEHI16—3
) o

(Emeh17-1)

BERMICERGIT 1 -8 EEMICTREBOREZT oA BBHICE
BHFELTCNTZRMLAD >,

EEFI1 7 -1 OREBROY A VIR AR TRER AN &
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[0211]

[0212]

[0213]

[0214]

[0215]

[0216]

[0217]

44

ZAH R1TTIKRLEBREIEON,

PCT/JP2014/006040

[3&17]
%17 ONT Eéﬁ)ﬁi DERE %)
ErFli1-8]| 1EE% 86.9 85.9
EREF17-1 i 83.8 85.8
RK1TICHRTEDIC. CNTAERIMLU AL MER, PENESARICEL
THIEDEEINSL, CDLIIT, BBHPICCNTERMINIE. v1M45%

REMEERAZZTVEBOEFIVY I M EBELND LD, BB H
s e ghot,
(RHEHI1 8 — 1 ~EHERFI1 8—6)
TARREMEDNINIRICEKTBL i U r—MMeE®W (Li,Si 0
JRUL 1,810, OREMEEELIEMIT. EEHFT 1 -8 EEKICZ
REMDEEZTo>/, LiP)r—MAMOKRIEEDRARIEL | OfF
A - BREERIC, FEASTEI T TRUEBEMA S & TARETH S,
EREHI1 8 —1~EfHEH18—6DTREMDY A 7 IEBEMERCGYIE TR

EBRMAEFARLEZSD, R1BILRLEBRENIESN,

[5%18]
=18 Li,SiQ #E & | Li,SiofH SR giﬁf)ﬁﬁ *ﬂ%qﬁ]%
EMafH18-1 FERE 0.15° 81.0 85.9
ElfefF18-2 FRE 0.2° 84.0 85.9
E a5l 18-3 FERE 1° 85.0 859
Ehafl18-4 0.4° ERE 80.0 85.9
EhEF18-5 0.75° ERE 83.5 85.9
EhEF18-6 1° E| TN 86.0 85.9
EhEfF11-8 FRE FERE 86.9 85.9
Lid)s—MMEaYWOBREENMMEWEEEEMEROELEIARONE

o IhE, WRIEEMEWGS., EPEROEREZFEIIEONDILDEE
AbZb, MHT. FYEFLLELI ) r—MEYMPIERETHZ
ERFFELL, TOEIICTHIELY RFLBRFEZEONEEEZI LN

N

(o)

(el 19— 1~FmwAFI19-9)
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[0218]

[0219]

[0220]

[0221]

[0222]

TARRENEORRM AL LI Bk, EEF1 1 —8 EERICT
BHOEEETT o>, BRMEOELIZL | OFA. RBEROFERIFTEHST
DEINIE CHIEATEETH D, EMEGFI19—-1~19-9D (A RZFHED
FEEEZRT ORISR LE, ERf1 9—-9TIFHERZ20° UEEEH
LTWaH, BV I bEEVWI 1y Ta VI LEBERTHY., EENICE
—JIBLNTVAV, K> TEER19-90 (4 RRFMEIE. REM
ICHERETHDIEFEA D,

EREHI1 9 —1~EfHEH19—-9DTREMDY A 7 ILEBEMER UGB TR
ERMEEARLEECH, R IICRLEBERIELN,

[5=19]
=19 $EE 20 | SHINERFHAX |BEMEE| PH0=E

&) {nm) {%) %)
X1 19-1 0.756 11.42 78.0 85.8
E g 19-2 0.796 10.84 79.0 85.8
1 19-3 1.025 8.55 79.8 85.9
EEF19-4 1.218 7.21 83.0 85.9
1 19-5 1.271 6.63 85.0 85.8
EhEH19-6 1.845 4.62 86.0 85.9
R 19-7 2.257 3.77 86.5 85.9
EhEHI11-8 2.593 3.29 86.9 85.9
Ehf19-8 10.123 1.524 88.0 85.9
EhEH19-9 20.221 0 89.0 85.9

R1IIRTLIIC., ThOOFHRMEICIE U TEREMIRS L UOHOs=R
NEE L.

BRICHEIE (26) A1, 2° BlET, WEDS T (111) EmICREY

DRERTHAXNT. 5 nmUTORBREMB THEVIEMRR, M
KA/ LNz, FIC. FFHERBETRIES RV EBFEIE LN,
(EHEFI2 0 —1 ~RMEHI20—7)

REREDEDOA DT UBRX, TAREMWEDATTUEY, REX /Y
DEER20DLDIICEA LI EOMIE, EMEAFIT 1 -8 EEAKICLTIR
BMOEIEEIT >,

EREHI20—1~FEHEH20—7DREMDY A 7 ILEBEERCGYIE T
ERMEEARLEECH, R20ICRLEBERIELON,
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[0223]

[0224]

[0225]

[0226]

[5=20]
%20 AUTFURE | ADTUE X/Y FERBEAEEE (BEM#HEE| 0=
Y (um) | X {ugm) {g/cc) (%) (%)
EhEfl11-8 4 20 5 1.15 86.9 85.9
EHEH20-1 4 16 4 1.17 87.0 85.1
Ejefgl20-2 4 12 3 1.19 86.9 85.0
Ehefl20-3 4 8 2 1.23 86.5 83.7
EEd5120-4 4 4 1 1.25 86.0 82.8
EE120-5 4 2 0.5 1.3 82.1 80.9
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