WO 2006/098487 A1 || 000 000 0 000 0 0

(12) BHFBAZRNICE SV T LRSI -ERHE

(19) t R MBI FT A HEHEE
EfREHR

43) EIff2BRA
2006 ££9 A21 H (21.09.2006)

12 00O O OO OO OO O

(10) EfFABES
WO 2006/098487 A1l

(51) ERFHIE:

C07C 67/08 (2006.01) CO7C 69/65 (2006.01)
CO7C 67/00 (2006.01)
21) ERHEES: PCT/IP2006/305632

(22) EFHFER: 2006 ££3 H15 B (15.03.2006)

(25) EfEHFED S EE: A&

(26) EIFRABADEEE: AXEE

(30) BEIET—4:
%§F82005-073577 2005 ££3 A15 H (15.03.2005) JP

(71) HEA CREZBR < 2TOEERICOVT): KAE
#t b9 < (TOKUYAMA CORPORATION) [JP/JP];
T 7458648 ILO R F A HEEZHET 1 & 1 5 Yamaguchi
(P). &4 ¥ > TEHK K K1t (DAIKIN INDUSTRIES,
LTD.) [JP/JP]; T5308323 AR RBRm LR FiFdE =
TH4& 125 #EE S —EJL Osaka (JP).

(72) #BAE, 5LV

(75) HBAE/MHEA KEIZDLNTOHA): LA ES (YA-
MAGUCHI, Masao) [JP/JP]; T3004247 FIHIR D < (£
HmE 4 0 HRXEt b2 v~ D L LBHAEATA Ibaraki
(JP). IO 5 E (YAMAGUCHI, Fumihiko) [JP/JP]; T
5668585 KIRFHEEMA—ZE 1/ 1541 F0T
EB%KX St EIERTA Osaka (JP).

(74) REA: 54 &1t (TAKAHATA, Yasuyo); T 1700013
ERMEERRNEITHE1/EA4S AV YUY
4 > 10 0 4% Tokyo (JP).
Bl EEE (RTOHEWEY., 2TOEHOEANREN
T KE): AE, AG, AL, AM, AT, AU, AZ, BA, BB, BG, BR,
BW, BY, BZ, CA, CH, CN, CO, CR, CU, CZ, DE, DK, DM,
DZ, EC, EE, EG, ES, FI, GB, GD, GE, GH, GM, HR, HU,
ID, IL, IN, IS, JP, KE, KG, KM, KN, KP, KR, KZ, LC, LK,
LR, LS, LT, LU, LV, LY, MA, MD, MG, MK, MN, MW,
MX, MZ, NA, NG, NI, NO, NZ, OM, PG, PH, PL, PT, RO,
RU, SC, SD, SE, SG, SK, SL, SM, SY, TJ, TM, TN, TR,
TT, TZ, UA, UG, US, UZ, VC, VN, YU, ZA, ZM, ZW.
84) IEEE ETOLEWBRY., 2TOEEOLEFREL A
#8): ARIPO (BW, GH, GM, KE, LS, MW, MZ, NA, SD,
SL, SZ, TZ, UG, ZM, ZW), 1—35 > 7 (AM, AZ, BY,
KG, KZ, MD, RU, TJ, TM), 3 — B w /X (AT, BE, BG,
CH, CY, CZ, DE, DK, EE, ES, FI, FR, GB, GR, HU, IE,
IS, IT, LT, LU, LV, MC, NL, PL, PT, RO, SE, SI, SK, TR),
OAPI (BF, BJ, CF, CG, CI, CM, GA, GN, GQ, GW, ML,
MR, NE, SN, TD, TG).

R OFESR:
ERAERES

2XFa— FRUMOBREIZDINTIE, EHRTEINS
KPCTHE Y FOHEBEBITIEE INTINS Ta— FEBEE
DHAFEVRI— ] B8R,

(54) Title: METHOD FOR PRODUCING FLUORINE-CONTAINING ALKYL (METH)ACRYLATE

(54) ZBADEH: ETYRTILFIL(ADTI I L— OHEERE

(57) Abstract: Disclosed is a method for producing a fluorine-containing alkyl (meth)acrylate represented by the general formula (2)
below. The method is characterized in that a fluorine-containing alcohol represented by the general formula (1) below, a (meth)acrylic
acid and a sulfonic acid halide are reacted in the presence of a base containing at least one tertiary amine. Rf-(CH,)-[-A-(CH,)-],,-OH
(1) (In the formula, Rf represents a perfluoroalkyl group having 1-21 carbon atoms; A represents S, SO or SO,; k represents 0, 1 or
2; L represents 1, 2 or 3; and m represents 0 or 1. In this connection, k = 0 and m = 0 do not occur at the same time. Rf-(CH,),-[-A-
(CH,)-1,-OCOCR=CHj, (2) (In the formula, R represents a hydrogen atom or a methyl group.)

(57) Efy: REBHIZE Y, FTRE—HBX(DORECH)A-A-CH)-1.-OH()(EH, RIFRFEH1~210/—Z)LAO7 1L
FIILEETRL, AIES,SOXIESO, R L, kiFo, 1XIF2, 1El, 2XIF3, miFoX(F1%E2FT. B Lk=0MNDm=01%
(o )TRINDBEITVRTILaO—ILE, ADOTIOVILEE, RILKRVEBNSA FEE, DECEDLIEBOE=R
FEVEEUCEBEOFETICRGSES L/ BETSH. TiRE— K QRE(CH)[-A-(CH,)-],,-OCOCR=CH,(2)(X
B, RIFZKZRFRIEAFILEETRT, )SCRINDZIEIVRTILXILADTI Y L—LOHEERESHATINS,



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

1

R
FIVRTIVEIN (XAF) YI2UL—-bOREFE

£ i 53 B

AR, TZUNBIAFVXIEAT T UNBIATIL (BT,
INSAEMEEEDT (AF) TIZUNBRIAFIVEREKT S N
HB. ) DEBFHKICET S, K0FELIBRNIX, BREDOLEHED
BEIVRTINIA—NE(RI)TIUIBRE ANVKEBNS A REZE,
DI EBBEEMTIVEEDHEHBEOEETFT TRIES®B 2 LICKD,
BEDLEBEEZETDIETIVRTIVEN (AF) P77UNVBIZATI
EHETEHBICET S,

HREW
fek. FR—@R (A)

F (CF,CF,) ,CH,CH,OH (A)

(X, niF1~100E8KERT. )

TRENDG, BRORBEETAEN—INAOTINFINVERTIFIVT I
A=) OR—FRBIHEELEMLEEELZE TS ST 7 vRT IO
(FHMEBCERRINEZ—BR (1) TBWT, k=22DOm= 014
LT AHLERETDHD, ) & (XAF) YI7UIBEEZRBREIETIND
DIATFIWVEEME/BDIRBEL TR, LTOBORAENTNVWS,
BAMBOEETIC, E7vET7NaA—I)E (RF) F7UINVBENS
BikREZES®ESHE(FTREFXIL~4),

B OBEETFTICE 7 vETINI=IE (AF) YZUIVBIATI



10

15

20

25

WO 2006/098487 PCT/JP2006/305632
2

EOBTIATINRHBEEEHE (FREFXEI1~3) .

GIwERTINI=)E (XAF) 77U NVEBIOS1 R EDOBTHRENA
KRRIEZESE2HE (FRRFFHFXE L~ 3).

HIC, i L TIOAFINTIIEUYUDCOFEET,. 87 vR 7V
— W EAF U NBEKRMEEZRIESEEHE (FREEFXE L)
HMENTNVWSD,

—F. LERETvETNI—IN (A) ERLEEBENRER S TiR—&
= (B)

C.F,..,,CH,OH - (B)

(R, TERFXHS ICBNTIRNIE3~9 0B 2E, TiREHFUH
6IEBNTIR2~200EKERT, )
TREINZIBEFEOLMEBEZETAF7yvRTINVI—I (KHEMFICE
Bans—BR (1) BT, k=12DOm=0 AL T BLFHEE
THB, ) 2 (A¥) TVUNVZATIMET 5 EERIS>NTWS (F
FRFEFXXCHRS5 . 6)

BErxEk s ik, — &KX (B) o0& 7 vRT7NVa—I)E (AF) T
UNBEERARBESETINSOIRAT IV EHET B, A it B M
WERAWTORBRETFLERVWERERINTVWS, s, JvREFR
BERRCENEEZRTOT, 7vRETFEZEB OB T7vRT IO
WE2IATFIWETBARICZAT VRGN ETT2NENZEZTHT ST
EREETH S,

B, BEFEXHMSITBWYTR, BEENUIYLDOERET, —K&K (B)
TRANBZEGETIVRTNIA-NETIVINBRIOTA REERBIET,
(AFZ)TZVUNBIATFINEEBTHWS, £, BHFXH 6 BT,
BMEOEET. X (B) TRENBZIFTIvRTINIA—IE (AF)



10

15

20

25

WO 2006/098487 PCT/JP2006/305632
3

TOUNBERY EERBSETNS,

EREXEUMNICD, BEORBZETVETNI—NERANT, HY
TB5(AF) TOUNBIATNVEB DKL RER (BT ~17)
BHERENTWS, ULAL, MROLdc, 7vwEETIERT(LEN
HEEETBED. 87 vETNI—NOILAFIVERIERHEICER
TENENEFHT B ERAERBETS 3,

INSORREMOFTTRRAINTNS (A¥) PHULBIOS 1
Rid, RAEESEWIZAF VLR THES, LAL. Z0ILI 5L
RISHERE BRI, FEETHENSEETS D . BRENIC - B&E
ERTBEREAND D (BFIHL ) .

Tl BUMBEEZAWSIRARBIZED, 87vET7NIaA—ILE (XAF)
FOUNBENS AT ) EMET 5 HEE. R EEEEWN5R%
M BETHZOT, AHIhTWB, LAL, —BR (A) TRah
DIEBEEETBEIvETNIA—ND (X¥) 72 UIERIER.
B e A VWS RAREEEATSESE. BEO (X%) 77U L@
PDRBETHBIE, ROEBNETBH AT IVEEYOMIZ FTE — KRR
(C) TFxhs Rl | |

F(CF,CF,),CH, CH,0COCHRCH, 0CH, CH, (CF,CF,) F (C)

(XA, REBAREFEEEAFNEEZRL, nidl~100%KER
ED)
PHIABERTDIEVNIRANS DT ENHBELE, ZORMYITER
T2 (AF) TUVUNBIATVOZEHECET v RT IV I— LA H
MUTERTBERDNS,

FHRIZ, (RAF) FZUNBAFILOEDR (A¥) 72U IVEBER
TIWFNWIZATFINERNT, BB OBEETCIAF IR EGFRD A



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

4

b E R RN CREFNCRETES DI AEENTN S,
UL, —BR (A) TRINZBEDET7vHRT VI—NERWTLE
HIZFNSBERERFS &, FREARIC—ER (C) TRENBEF
MR R AT B & S RSB LT,

Xbic. BHEXHO6~1 0 CERSNTWARMEOBEETI. (X
) PHOUNBEKDZRANWTE I vRTNVI—INVOIATIVERIEZ
F5HAaR. FRAMERY (—BR (C) ) MERLTUES RAMN
MU (BHEXET7~10B0nT, BIETS U 74 OBRIED
Ka=0. 5 DBBTH 5. ) .

ERHLIMLOES I, HEEEETTET v RT N A—NERS Y
U BEAN RIS €A BAE. EEAMERDIZERLEV. L
MU BlE (A2) TZULBEABEREL, 55WIBALETN
Baszn, BTy 2 UNVBEKDZESCEWRREND 572D, <
DREEFES IS, ROES ETH. b oM E &S iR
ERBEET D, EoT. COHERTRNAMEFEE L TREY TS
%o

—%, —BRK (A) TRINBZET7vRTINVIaA-IE, E=/kT7I >
DEETI. AINVEVBNTARERIEL, ANVHFBRIATIVEER
FBHCENMMBNTVNS (EBEXH2) . £/, TOZNKIBRIX
SR AT AR REERBEL T L 74 Y EEXBED
MsNTHS (ERETHS3) .

DlERRZED I, FT79vBTINFINRAI)T 72U L OEERH
EREECKEELRET. REAMBICERT2ATMEE< FEN
TERBRVWRILTH B,

JERF Sk 1 Kruper, Maarten J.; Moeller, Martin; J. Fluorine C
hem., 1997, 82(2), 119-124.



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

0

JERFF R 2 Elshani, Sadik; Kobzar, Evgeny; Bartsh, Richard A.
Tetrahedron 2000, 56(21), 3291-3302.

JEREFC#A 3 Germain, A.; Commeyras, A.; Tefrahedron 1981, 37,

487-492.

B#FX#il GB971, 732 (¥3H10ff~1617)

BEFXE2 USS3,378,609 (FE2W717~83M12)

BEECEk3 US3, 547, 856 (H2M4T7H~591F)
REECER A BB 61-180743 (KEFEROHE)
BECEs US2, 642, 416 ($E6M454~581F)
B 6 KBEM62-096451 (B#HFHROHGH)
KeErscwh7 US3, 177, 185 (212~ 3M9MT)
ReEhc@k8 US3, 384, 627 (BESMLIfT~1917)
ReErck9 US3, 438, 946 (BE2#M3fr~91)
BErYm10 USS3, 547, 861 (FE4M14~2517)
BeEr il 1 BB 49-075520 (Kir@EROHEHBE)
BErrEil 2 BBEMES59-175452 (FBEF#EKROHEH)
BEECER 1 3 BBME59-181239 (KEF#ERoO@EE)
BEEERl 4 BBEME62-063541 (KFFEROHEE. #KRE
7)

BEE 15 MMT02-295948 (BEHEROMME)

BeRFCmk1 6 RBEFO03-1 44 (FFFeEEROHEE)

Redr k17 BBET05-345743 (BFHFRo@EE., #ERHE
7)

ReErCHi 18 KM2002-138

(o))
w
(=)

ﬂ

868 (B%&EES (0002))

FH O B R
ARPFRBERTZ2—HRX (1) TRESINSIFTIvHRTNVIA-ILO



10

15

20

25

WO 2006/098487 PCT/JP2006/305632
6

(A5) PHUNIAFMERBICA EBERF L., TORR, O
SGIwBTINIA=INE (AF) TIVUINBEANKCBNTA REED
BEBBEEMT IV EGDELOBETF CRESES &,

1) fmERy FxE. —8R (C) ORI 2REMICERT S
&<,

2) EI7VEBETINIA—INDOANKEBIATIV, HB52W0WE, FIET 5=
TyRFL T4 VEERT BT ERL, |
HEMICHNET B IATMERIEOBEEFS®B L EMTED T &
FRHL. ARBEERTBICE- .

Mo T. AEWOHMETHECBIE. —BR (1) TRENBEE
DILEMEEETBET v RTNIA—ND (AF) 727 UNIAF I
RRICHBNT, ER—BR (C) TFEN3RANMNMNAERY O EREN
HL. (AF) PZ/UNBIOI1 ROLS KREE THRIEEENKE
CHBWAEEEERERNSZ LB, —BR (2) TRINBEY
GETIVEN (AF) T2UL—FESEL S BET A B ERET S
ZEiTh B,

ERHIZ. UTLERT5L0TH 5.

(1) TFE—#=x (1)

Rf— (CH,) ,— [-A— (CH,) ,—]1 ,—OH (1)

(P, RIBREBEHLI~210NN—=INFa7)VFIVEERL., Al
S, SOXIES0,&xRL. kix0, 1XiF2, 11, 2XiE3. m
HOXI12RT, HLk=02D2m=0Ef&k<, )
TRENBETvETNIA=)E, (AF) TUUIVEBE, AVFE
NTGAREZ, DPRLIEHDIBOE=ZRT7IVE2EVEEOEETIIK
BWERBZLeHMETD, FTRR—K&KX (2)



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

Rf— (CH,) ,— [-A— (CH,) ,—-] .—OCOCR=CH,
(2)

(X, REAEEFXEIAFINEERL, RIBREKL1~2 10N
— I FOFIFINEERL, AXS, SOXIESO0,&RL, kiZ0,
12, 111, 2Xi33. midOXE12R%. ELk=04Dm
=0 1B®<. ) |
TRENBZEIVETIVEIN (AF) 77U L—DHEEF %,

(23 — R (1) RO—#&X (2) TBTFSR I RFHL~6
DN—TNATTNFENVETHE (1) CRROBT BT VFI (A
) 77U V—hOBELFIE,

(3) — X (1) EO—&X (2) TBFBR 8, Tk (3)

F (CF,CF,) ,— (3)

(X, niF1~100EEKERT. )
TRINBEN=—INFOT7NFNETHS (1) TREBOFTTIvET I
FI(AF) 770 b—bOHEHE.

(4) — X (1) RE—KKX (2) TBT2kB2THD., D
mMA0TH? (1) TRBROBETIVRTNFI (AF) 727U L—1+D
BETT

(5] 2R NI A BN, Ti—&K (4)

R’ SO,X (4)

(X, R’ BNOF U UTBEHBEINTOWTOHDEINVWKREBR1~1 0Dk
AKZEEHZRL, XENOFUEFERT)



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

8

TRINDANKFVBNTARTHS (1) TEHROFTvRTIVFI
(A%) 72UV —bORESE,

(6) Ah<ELb1lBEOBE=Z/RTIVE2aOEEDN, BE=HT7I L
EHEELOREGEETHS (1) HE (3) NP TRBOFTT v
RTNVFI (AF) 72U L —bOREHIE,

AFHICBWTIEE, — &KX (1) TREINS, FT7vRTI)NVa-)
D (AF) FZUNIZATFNVERBIIBWT, ZOFT7vHRT7IVI—))
E(RAF) POUNBEANKCBNTGAREE, PRBRLLEDBE=HT
IVESDHEEOEET CRIGSIEARICLEZDT. fIMERY (Flx
X, — &R (C) TRINZLEY) 2EENITERT S LR, &
TRTNVIA—INVOAINKBIATI, HH 0V, T 287 vR
FLIAVERERTBHZERL, BNETRIATINVIERGEETEE
BENTEZ.ZOEA.BNLEY ORI CIRERITHD TH W,
B2, BERTIVEEMTHVWTDH RNV, BT I EERIER
LEPfHTAHIELICED, JVRMICENILENZRDIILNTE S,

AFRAOHESFEFECIVBBEINZE TR (AF) T7UIEIA
FIWIE, THhHEMTESIE, DA NVEMOE/ I —LEEFIESC
ElTkD, @Bk, EEE. #FRESEENELEERKNGELONS.

Wo T, FRHAOHBHEXIVEEINDEGTIvE (XF) 72U
WEBELZATIIEEEEE / v~— &L TEETH S,

RPZERT 22D DOHRROBE
DT, ARHAZREMICHAT S,

(B7vE7INa—I)
AREPICBVWTHWSIREEDEREEOE 7 vR T I a—I)Vik, T&



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

9

— X (1) TRENZLEWTHS.

Rf— (CH,) — [-A— (CH,) ,—] ,—OH (1)

FERF, RIBERER1I~210OX—7 0 F a7 FIEERL,
AlZS. SOXIZS0,%&%®L, kid0. 1XiF2, 1ix1. 2XiZ3,
miz0 Xk 1277, ELk=022m=00b DK<,

FERICBNWT, RIBRERELI~2108—7)VF a7 F I E%
FU, BELLWEBRERLI~6DON—TI VAT INFNVETHD, RE
W1~4D0NX—70F0F7 IVFINVENFEITHEEL W,

YR IEUTE, Tk (3)

F (CF,CF,) ,— (3)

(X, niF1~1008EZEZRT. )

TRENBA—TNAOTINFNERET S NS, FERX (3) TR

NBENR—TNAOTNENEOANTEINL ~3DbONFELW,
M- TN AOTINFNEEEENICHRTSE, CF,CF,—. C

F,CF,CF,CF,-. CF,CF,CF,CF,CF,CF,—&n%1F5
N5,

FhLEBR(3)TRINBUANADON—T)F a7 IVFIFEHEL T,
CF,-. CF,CF,CF,—. (CF,) ,CF—, (CF,),CFCF,
~, (CF;),C—. CF4(CF,),—. (CF,),CF(CF,),—. (CF
);CCF,—, CF,CF,CF,CF(CF,)—. CF,(CF,);—. (C
F,),CF(CF,),—. (CF;),CF(CF,),—. CF,(CF,;),—. (C
F,),CF(CF,);—. (CF,),CF(CF,),— CF,(CF,),— &

B2ionhs,



10

15

20

25

WO 2006/098487 PCT/JP2006/305632
10

FE—® (1) KBWT, k0, 1 X2 THBHM. 2Xik3T
HBEZENRXOIFELW, £, 11 X1, 2XiE3THHHMN, 2XiE3
THHAIENEDEFEL N

EE-BR (1) TRENBETvRTINI-NELTR. BLTOH
DRFARIND,

Rf— (CH,),— OH
Rf—S — (CHy) ,— OH
Rf—S — (CH,) ,— OH

Rf— (CH,),—S— (CH,),— OH
Rf—S 0— (CH,) ,— OH

Rf— S 0— (CH,) ,— OH

‘Rf— (CH,),— S0— (CH,),— OH
Rf—S 0,— (CH,),— OH

Rf— S 0,— (CH,);— OH

Rf — (CH,),— S0,— (CH,),— OH

LEEEOE T vRTINI—NVIE, MTFTRERTSIHEETHETE
B

AR ERE—KR (1) TBWT, k=22A0Om=0HETSEF
TwEZINI—)VIE, BHFEXEDIE2 02845 9iITRHBINTNSELD
i, ERE—FRX (1) TRINZFI7VvRTINIA-IVICTHIETBN—T
VA7 NFENIATEDEEBIATINICHEEL, ROWTIOHBELA
FIWEMAKDET B EICIDBETE S,
FrfiIREE—BRX (1) TBWT, k=022 1=2»nDn=1
KHYT2E7vRT7INVIA-IVREUTOLSICLTHETES N5,
BT EE—BR (1) TRSNZET BTN I—NVITHIETE/N—T



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

11

WA TIFENIA I EANI T NTY )= &%, BiE (FZ2E,
K/N, N=ZAFIVEIVALATIR) HT, flAE30~90CTO. 5
~30BEERIEBRCECEION=TNFa T NVENFFTIZY ) =)
BEBZILENTES, ROWTEEBOLDIRLTHEN=TNFOTIVF
WFALTEY )=V OBBEBERICEREKFEXREZMA, FIZAE30~80
CTTO0. 5~10KMERGEES, TO%, —WMERTZERL AT
EMADMTBEICED, MRBBEKIBRKICIZBRAEEICIEC TN
—7wﬁu7w#wx»74:w1&/—w‘55mmm—7wﬁm7
WFEIWANTZIINIY ) —IVeB-ETHIENTE S,
Fige/S—7)F a7 iF ) avemid. FAXKETFXEMNLG6 506
06 9iciBMIhTVBLSIC, ERE—KKX (1) TRINBET VR
THhA—=INDON—INF a7 VFINELERA—-ORZEREE TSIV
N—INFaFTNVh ELZFLEE330CTAL5BHMMBTS L
CEDBBZENTES, HDHWVWIE. BFXBUS 405857 3ICF
ﬁéhfméiﬁt\ﬁﬁ?%EWWN~7w#D7wﬁ>¢I?V>
EEAVTFNN—FF I REOTIDNNFEER EKITMBATE LK
LD, BBHIENTES,

FESEAFEUAICDH, HBTBN—=7)Fa 7 IV F I v,
XM US 3083238, FR1385682.GB868494,
US3083224REXCRINBIBABRIFETHLIILENTES.

(RAIWVEKRZBNT A R)
ARFICBVWTIE, ANVKEYBNSA RREVONS, ¥ZEAIVE >
BNATA REECREESRAVN, TE—BR (4) TREINBLEY
PIFETH B . |

R’ S0,X (4)



10

15

20

25

WO 2006/098487 PCT/JP2006/305632

12

(X, R’ BNOFUTERINTVTHIVWRERLI~1 0 DRI
KEHZRL, XRNOFCETFERT)

R’ &LTi, AFNVE, ZFIE, TOENVE, TFNVEEDOTI
FNE; Tz IVE, P NVREOFEFRRLKZERE, RO N5,
TJyvERT. BEERET. RRETFEONOTF VRERFTERINZENE
Feohnbd, ZRIEKZBENINOT VREFTEREINETIVFINETDH S
BAIC, BAOFVETELTE. 7y RETFRRIFE LW,

ZZTHIEER BT NFNEOBFSE, TIVFINVEORFRHITL ~ 8
BIFELW, TIWVFINENTvREFTERINTWAHEARIE,. &2ToO
KEBRTFN 7y RRTFTEBHRINTVS, WhbWBNX—=7)Fo7)LF
WENRFELW, £/, R’™ DEFFBERELKFEOEEEF., 7=
B, PUVANVENFELL, N ¥ VEFTEBINEFEBRRILKE
EOHHITE., ZFEFERMBAKBREEL TR Iz ZNVENFELL, B
wEICIR, 7Aoo VR . yoo D )VE, Joe 7 o DIV E,
N=INFZFa 7 2 )VEBENFEL W,

XRyvvRERTF, HRETF. RRETF. aUvREFEONDT VETF
ERT. CNOON, XBAFORS SN SHERTAFE LY, T¥
BRAFOLRTEINSR, AFANEFCBI/IOT4 R, REZR
WERBI7OI54 R, NVICANVKRBEBIZ7O054 RBFELL., K
MRBIFAE»SE. P INVFORXAY AN EBI7aT14 R, )X—
INFARTYANKRBIIATA R, X=T)FOF oI5 AR
BMy/OS4 R, TOERCEVANG OB OS54 RARFEL W,

CNEDANKEBNTA FOERAEIR, &KX (1) TREINZE
TBETFNI=INVIENVCRHLUTIENVFRATHIENEETHS. B
T9RTITNVIA—INDOELBEEZLIDEDDRHIT, BROANEBBNT A
REAVWBZENTES, E7VRTNIA—NVEHTERNEBND



10

15

20

25

WO 2006/098487 PCT/JP2006/305632
13 .

TRFOBEHEZBEICHEST L, FRECRD. BEIEZ. a7vRTI
=)V 1IENWVZHUTANKE BN RZ21~3BNV2HATS L
PREFELLS, 1. 5~2FNNEOHFEL N,

(EE)
AFHOMBEHEICBNTIE, PR EDHIBOESHRTIVEED
BEOEETIREZFI HEODEENE=ZHT7I>TH>TdAEWN,
BEHTLE=HT I, FICHREIENDN, BRSS5WITERRIE
WBRE=RT I  FEERE=ZRT IV . FEEFRENE=RTI .
BERBEZMT I, 55VEINSOMBIEDEBEATE 3,
BRIEHBEE=H7I>ELTE. N=FIFL¥E¥QUIY, N-7F
VEIVERYDY, N=FIFILENKY>, N, N' =7 )IFIE
RSDY, FXZUDY. 1, 4-UF¥EL D [2. 2. 2] 42
%> (DABCO) &Rzl 5n 5,
EBREBEE=ZMTIELTR. NYTIFLTIY, RUDN
DTNWFNT I, PRODVTVFELTI>, PTVFNT o RF)
FILERRTSNB, |
FEREZHT7I>ELTE. N, N=-I7UFENTFUS, VI
ZWTINFENTIVENRBIT SN,
FFBEBREABEMUEBE=HT7I>ELTE. 1,5 -7y rnl4.
3. 0] J¥—-5—-T(DBN). 1, 8—YU7H¥EYrn[5. 4.
0] W>Fh—-7—-x> (DBU) ERBF5N 3,
BREBE=SHM7ICELTR. BUDY, 4-DAFNTI)EUD
> (DMAP) . USSP, N=FZILFNAIFY—)l, F %
NET5N5,

CNH5OHTH, TEMARAAFOLRTE, HOFNLTIENS,
FUIZFINTIY, N=AFLENRY >, BUDCRFELL., KIE
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HEOEHEINMNS5DABCO,. DBN.DBU. DMAPRIFEL W, F &,
EREOEVESH/Y IV EMERA L, AFOLDTVT I > &5/
THIEBFELN,

BEEOEAEEZ. BERE 7B INI—N1IENIHLT2EILN
56 ENNFEL W HEOEREEZBEICHMNT 3 & . AEEICA D,
BMECLTE=RT IO 2ERTEE. ZOEARIZ. — &R (1)
DEITVRTINVIA—INIENCHLTEERTIVE2ENERTSC
ENEETHBN, BT vET NI NOELEREED DI, BK
TIEBEICERLTD L,

BELLT, BER/TICVEMBEERAL, UESHT I CEEER
EHATHCELWETHS. BRERXE LTI, REFNUY A, B
BARFRUT A, RBEHUTALZHRTES, COBE. BERY
RYEREIVRTIINVA=INIENIZHLTO. 01 ~0. 5FJ, i B
HEZ1. 5~6FINETHHADENIFEL N,

((A¥) 727U)VE)

FEHIZBWTHERTS (AF) 72U NVBOEHAEIZ. —8K (1)
TRENBFIVETINI=INV1IENIH LTI EINFERAT S Z & 204
THD, LEL.BI7VvETNI—NOBLEEZEDSEIC. (AF)
TZUONVBRZBEICEAL T LN, (A%) P27V INBOEAERE
BIENSES EARELCRS, oT, BERE7vETIII—)1
BNIZHLT (X%) 72UNVEB2ZLIENVNAS3EN, FELLITL.
S~2FENERATHRZENEEL W,

AEWADOKRIBE., BRAOEETFTTHTFoTH RN, BHEL TR, K
EHELRVWARTHOHNRERICHBEEERTES, BEMNICIX, Rkt
KR, WHRMREKRR, T—F)b, O BBEABRENER TS
%,
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RILAKFBELTHE, AFYH I, AT CEOEHKERILAE., PV
I FUVCEOFEBRRILKRZNB TSNS,

BRERMAKBEL TR, BIEAFL Y, ZoaRlbh, TFL 2D
OS54 R, PUZOOIFL I ERBITENS,

I—=FI&ELTR, P2FNVIT—FI)I, P4V ol —5)., F
cMoekRBRT752, DFFPENBITENS, ‘

7O EBEBEELTIE, DAFNENVLATIR, N—AF)
ERUD /2 PAFNANEFI R, ANEKT >, AFHAFIY >
BMUTIRERBTENS,

AFEHORROREIZ., — KX (1) TRINZBELEEEDS Y
vRTINIA-INE, (AF) TOUNBE, ANFCBNSA RE, &
ERTIVECRARICERSE TR I®RZZEEH S, EREHLEY
EMABBEFRELTE., RIKBEEINARWY, BRIKE7vET I a—
Ve (XF) T UNE, AIVKECBNTA R2HERL. RBICE=HK
TIVERHREMIBIERF, £, BHCET7vRTINVI—I, (XF)
TOUINE, BERTIDEBMRL., BBICAIVECBNS A R2EN
TREFPFELY, COEFTEHELEAVMERMTZE/IT. RISOH#
TREWERETLIRBROBERNERIT/R S, '

RIGREZ, MimicEES,. SRTRTNEKBICEEIhARVD, &
HOC~BHROWRUTNHFELL, BEL1O00CUTTHS., RIviX
RARBTHBENS, RIBEGWERHALAANSERKIEI®ES I &0
FEULWRIERHBR.RBEECHADRERRECL>TRESERS,
BE ZETORBEZRMUEDoOZRETEENIIRKBEAZHEL TS,
TOE, BiT1~24FHEEORMKERMZR T TH X0,

52 Ji 1
BT, ZEFICLDAREHEZRENICHBEATEIN, 2REHIZhLE
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EHICASHIRINDSDOTIEARWN, EEFAFOEE, BIRRITLT
CERTHHDTH 5,

mi®E (%) =100—-100XA,/ (A+B+C)

IXATFIDOERE (%) =100XB,/ (B+C)

BELU., AX70x b 7578 CB0WT, E&KCEGIhEET T v
RT7NVI-INVOE—VHEHBEEA, BEITvETNFI (A¥) P77 U L—
FOE—JHEHBEZB., R (F7vHBT7NVFI (XF) 727UL—k
CEI7RTNA-IBNAMLZEMAME) o¥—-2E#EECET S,

£ i 1l 1

SLomOANS ARGH/IT, WMILAFL>1L, 3, 3, 4, 4,
5, 5, 6, 6, 6—/F7)F0AFY /) —)100g (37 9mm
ol) . 7Z7U)JE30g (41 7mmol) ., RFEIANKIEY
B4 FR73g (414mmol) . EAZEH (A% RMERE X
54 —-GM) 0. 5g2FMLE, ZOBETIZ. RIEEORIAIT
EEAERD NI,

RAT, RIGHMZ 40 CUTIRBALANS, FUIFINTI8 4
g (832mmol) 2Wo< VM TFLAE. MTFKRTH. Biz30TT
SHEIRKIBKZRBELLE, BRONERBESYWEIA IO NI 574
i, BAERIZIIOXULET, BRRIZII%XTH>2. RIGEEW
CA250mLEMA., 300MBLE, TOBRBEL., DHEELEAEE
BzoWMUlk, B, COEHBEEXK250mL T2HEHEERL R,

EMEBICAENAEMATF LV EREEEL .,

BONEARRBRBCEARLEANAISAY—-GMO0. 5g&2EmML.,
INZEZREXRELT3, 3, 4, 4, 5, 5, 6, 6, 6—JFI7)VF
ANFINTI7U L —b92g(289mmol, K7 6%)z2E~,

i 41 2

SLOWmEDON S ARINEIZ, BIEAFL 3L, NYIFIFT I
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7g(69mmol) ., kBFM NI TUL81lg (764mmol)., 3,
3, 4, 4, 5, 5, 6, 6, 6—/F7lhFuAFy /) —I)l100¢g
(379mmol) . AZF5A4¥—-GMO. 5gZzZMA. TNdHIITY
DIV 55¢g (764mmo 1) ZEFLEZ, RWT, REX AR
BI04 R135g (7T65mmol) ZRIGEEZ4 0CUTIC
MEBRNSEWM T LE. MTFHRTH, S0CT2HHBER2MBEL. RIS
BEWER/RE.CORKTOEMEILIS 8% . BIRKIIZI9IBTHo =,

RIBEE®MIZK400mLZMA, 1BEHEERLEBHEL. KBE
DHELEEREZ MU, FERENSEIELAF LV 2RBREEEL 2,
BoNEARREREI, BUOREMEAFV2LEMARL, B, NUIF
w73>15g(148mmol)\75UW@10g(139mmo
1) 2mA 7%, REBREZ4 0CUTREBRANERE AR Y
MO0 4R24g (136mmol) Z2HFLAE. MTRTHE. K
BREZ3 0OCITREARNE 2HEBRLE., CORRTORILERIITI
9 %Ak, BIRFIIOOXTHoR,

RKISWIZAK2 50mLZMA, 300BBLEABEREL., KBELH
LB B e S M LT, CORMBEEK2 5 0mL T2 EEH L.
FHRBICEENHEATF LV 2EBERELE, BERBICEARILEA
AXS5AY—-GMO. 5 gZzBML., BEXREL T3, 3, 4, 4, 5,
5, 6, 6, 6 —/FI7NFuAFIINT7IUL—-F101g (317
mmo 1, [NE84%) 2Rk,

F i1 3

200mLO=D0HFARLBIC.EBIEAFL>>80mL., 3, 3,
4, 4, 5, 5, 6, 6, 6 —/FyhFuFH/—)l10g (38
mmol) . A¥JU)VE5g (58mmol) . RF¥UANFE
7054 KR10g (67mmol) . EARLEAELTRAISAY—-G
MO. 1gzZmAk, EiZ. RIEEEZ4 0CUTRSBRANS, MU
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FINV72212g (11 9mmol) Z2HFFLE. MTFTRTH, EET
1RHBRLE, CORRTOERERIT 9%, BREITII%TH-
7z o

5 i 71l 4
200mLO=000SARBBIZ. RO 75280mlL,
3, 3, 4, 4, 5, 5, 6, 6, 7, 7, 8, 8, 8—hUFHTJ
F0%2%/—)10g (27. 6mmol) . P7U)lES5g (69
mmol) . RYEANKCEIZO0I514R10g (5 7mmol) .
HEBERAELTAZIIAYF—-GMO. 1 gZ2HmMLUTHEMLEEIZ,
FISHEZ 40 CUTFIRBEANS FUIFLYI>12g (119m
mol) ZHTFLlZ. HTHRTH, ERETIKEBERLE, COBRDE
LHEIZ9 9%, BRETII%TH- .

Kl 5
200mLO=20H5AKBEBICFIT>80mL., 3, 3, 4,
4, 5, 5, 6, 6, 6 —/F7)hFuAFH/—)l10g (38mm
ol) . PZ/U)EES g (6 9mmo 1) . AF AR EIOIA
F7g (61lmmol) ., EGHELERNELTAISAPF—-GMO0. 1¢g
ZWRMUTCHEMR L, BiIZ, RIBBEZ24 0CUTIIEEBRAS MU T
FIT72215g (149mmo 1) 2 FLAE., MTFRTHE, BRT
IR HBBRLE, COROEMLRIZ 8%, BIREIZI 9% TH -z,
g fil 1

100mLO=Z2005 AKIGBICEMELAFL>50mL, 3, 3,
4, 4, 5, 5, 6, 6, 6—/F7hFOAFHF /) —)10g (38
mmol) . 7Z7UJE10g (139mmol) ., EEEIEHELT
AIZAYF-GMO. lg. PIIZANKIEO. 2g2MA. M
Lo ERTBKRKEZEBMAFUVEHICEET TEEZSIRANL KN
DA F VORI RSB KISENEN4L 3TE2BABEIC,
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HMUNWEMAF LV 2KIEHBIIMATRKEZ2H TS EE2BOERL
BRI ORMRIEIEE, CORKDOKRILERIZE 2% THD., EHREITS
4% THoTz,

2 Jiti 41 6

. 100mLD=D0F 7 ARIGESRICELAFL >50mL, 3, 3,
4, 4, 5, 5, 6, 6, 6—/Fu7hFaAFY/ —)V10g (38
mmo l) . YZ7U)ES5g (6 9mmol) . REZAIKIEY
B4 K7g(40mmo 1) . EFRERELLTRAISAYF—-GMO.
lgZzMA, ROTKGEHBNEZ4 0CUTRIHEBEANSN - AFILE
WY 2>14g (139mmol) 2 TFLE. ZOBOELRITZS
XThHD, BREIZIIBTHO .

a1 7

200mLO=0HSARGEIC, IELAFL>8 0mL, 83— (X)L
INFAaTFINANEZIN) Ja)N>—1—-+—J)b13. 0g (38.
Ommol) . 7Z7UJ)E,3. 83 g (53. 2mmol) . R2¥>
ANEBI/OI514 K9, 30g (52. Tmmol) . HIEAl &
LTAISAY—GN0. 1 gZMMA. KIBTHA., #HLE, X T,
RSEEZLOCUTRERNSENIZFINTI>11. 5g (114
mmo 1) ZHTLlk, MFRTHR, ERT1IKHEBRLE., OB
FAERIT 9 9%, BIRRITI9IXTH- =,

F i 61 8

200mLO=AASARKEIC, WHEAFL>8 0mL. 3 — (R
INWFATFIVANT 4 =) Ta X —1—-F—=)b11.8g (38,
Ommol) . 7Z7UJE3. 83¢g (53. 2mmol) . RY¥>
ANVEBI7054KR9. 30g (52. 7Tmmo 1) . HEiEHE
LTAISGAY—GO0. 1gZMA. XKBTHALENGEBHELE, K
WT, RIiblREZ1 0OCUTRABARNSE, NVIFNFTIC1IL. 5



10

15

20

25

WO 2006/098487 PCT/JP2006/305632
20

g (114mmol) ZWTFLAE. MTHRTHE, EETIHEMERLE,
DR OETAEIZ 9%, BRERIZIOI%TH- 7,

Fh bl 9

200mLO=Z0ATARBEIC. WEAFL 8 0mL, 3 — (R
TNAVTFINVIZFIVANEZIN) 7anx>—-1—-4—)13.5¢g (3
8. Ommol) . 7Z7UJ)JEES3. 83¢g (53. 2mmol) . R
VAWK BI04 KR9. 30g (52. Tmmo l) . E&%
AELTAISAY—GNO. 1 gZMAKIATAHANLRNSEBHRL =,

RIBEEZ1IOCUTIEBERNS PUIZFITI1I1. 5g (1
14mmol) ZWMTFLAZ. MTFHRTH, SEETIEEERLE, CTOKD
RAEERIT9 9%, BIREVIZI 9B THo 7=,

Eh g i 2

100mLO=Z=0HSARIBH/IT, ¥Z7aAFH>50mL, 3— (R
WIZNWABTFIVAIEZ)I) 7a)N>—1—-F—)b13.0g (3 8.
Ommol) . YZUJ)V#3. 83 g (53. 2mmol) . RILIZAIFEY
BRO. 2g. EARBERELTAISAYT—G0. 1 g&MA. mMEL,
ML, RISOEREHICERTBKE, LU OAESY &I HE
THELRDNSREEH T2, KIGBNIEIZ80~85C T, &5t1 6
REARS SR CORROEILERIIS 5% . BREIIS0%THo 7.
RISERMEIM LR BEHWOT VU NVBIATIO_ELHEIC,
T8 — (RUTNATTFNANEIN) FORY — 1 — F— 28
MMUEEDN L 5 %BELTVSE I ENERINE,

e il 3

5OmLO=OHSARBEIC. 3— (RIINVFOTFIINAINED
V) TanNy—1-4—=)V26. 0g (76. Ommol) . 727 UJLEEXA
FIVIZATI9., 16g (106. 4mmol) . HEO. 2 g, B
AELTAIFAYT—GM0. 2 gZ2MATME, BHRLE, ERT DA
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F/—NWEEETHERLRNORIEZRH Tz, RIGBNRIZ7T0~75
CThO., Gl 6RMRKEIEE. TOROEELEITS 3%, BHRE
$86%Tholk, RINERMEZSMULEKE., BWPOT 27U INVEBET
ATNVOZEMEIT, 53— (RUINADTFNANFZ)N) 7
AN =1 ==V RMUIEEWNL 2 %BIEL TND T &R
Nk,

Leg il 4

50mLO=0H5AKIG#|IT, 3 — (&)]/7)l/ﬁ‘ﬁ7'?)l/7\)l/7i§:
V)Y 7anr—-1—-F—)V26. 0g (76. Ommol) . 77U B 1
2. 7g (92. Ommol) . HilEO. 2 g, EAREHELTRAIIA
Y—GMO. 2gZ2MA, WRZ65~70CREERNSEBHRL THE
SHHEIRIES B, ZORDOEMRITE 9% RRNKIIE 4% THo =,
RIGERDZATLIEHR. BROLEWHOT VUV IVBIZATFIVO_E
ME, E5I3— (R 7NAaTFIAINEZI) Tanr—1-—
A=V MUZEWRN L 2%BELTWSZENHRINE,
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7 R O i B
1. TFrR—&=x (1)
Rf- (CH,;) ,— [-A— (CH,) ,-]1 ,—OH (1)

(X, RIBRBEERLI~210O8—7)NFa7)FNEERL. Al
S, SOXXSO,&m®L. kiZ0, 1XiE2, 1¥1. 2X1E3. m
WOXWE1ZRT., HLk=002Om=01ZKR<., )
TIRINDBIvRTNIA—NE, (AF) PZUNEBE, KB
NTAREE, DRSEDIBOE=Z2HMT7IVEZ2EDEEOEETIR
IBEIEBIELERMETSD, TR—BR (2)

Rf— (CH,) ,— [-A— (CH,) ,—-] ,—OCOCR=CH,
| (2)

(XA, REAEZERFXRIRAFNEEZRL, RIBEEK1~2 105
—INFOTNFINEERL, AIXLS, SOXIESO, &R0, kiF0.,
IXiE2, 11, 2Xi33. miFOXE12%ET, HLk=04Dm
=0 lZK<. )
TRENDETVETNFN (AF) 72U L— FDBIEFE,

2. —BR (1) RO—BRX (2) KBTBR I NEEK L~ 6 DS
—INFOTNFNETEZHEROBES | FRROG T vET )
(A%) 72ULb— 08B HE,

3. —#&xX (1) RO—&KX (2) BWFBR 2, FiEX (3)

F (CF,CF,) ,— (3)
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(X, nid1~100EEEFRT. ) |
TRENBIN-TINAOTNVFNVETHIHROBMEE 1 HEROS 7
YRTNVFIN (XF) 77U L —FOEEHE,

4. —kX (1) ROE—KKX (2) TBF2k22THD. HomM
O0.THLMKROMWHE 1 HEROE T v RTINFI (%) 77U L—
N OEGET .

5. ARNWKRZBNTA RN, FTR—KRX (4)

R’ SO,X (4)

(R, R’ BNAOF Y TERINTUTHOEWRER L1~ 1 0 0R1{k
KFBEZRL, XRINOFVETFERT)

TRINDBANVKEZBNTIA RTHIEROHESE |l HEROST 7 v &
TIVEN (AF) 72U L—hDBEEHE,

6. HRELIBOEZR/TIVE2EGUVEEN, EERT IV EE
WMEREEORGEETH2FROMBEALE 1 BHHEE 3 HOMNAN T H
DETYRTNVFIV (RF) 72U L—FOBEFHE,
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