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The invention relates to a novel process for preparing spiroketal-substituted cyclic ketoenols which can
be used as insecticides, acaricides or herbicides. The present invention also relates to novel intermediates

for the preparation of spiroketal-substituted cyclic ketoenols.
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The invention relates to a novel process for preparing spiroketal-substituted
cyclic ketoenols which can be used as insecticides, acaricides or herbicides. The-
present invention also relates to novel intermediates for the preparation of

spiroketal-substituted cyclic ketoenols.




1758308

[RFIE]
(AZEiEENFE]: -
(AAREZSEERA) - 5 -

[AZEEFEERE RN RER N FIRERIEERA]

2 1

SR\ IR H ORS

Ry (Cn-0 N R®
X X )
R&O 7 Q R

R RS

R OHR12 11
R

(X1,



1758308

S AERHE

(FRAEBX - BHF  FOERES)

(&3] (FoyFEsO)

AR U BN E 2 575
PROCESS FOR PREPARING SPIROKETAL-SUBSTITUTED CYCLIC
KETOENOLS =~

(icmraisid
AR B AT MR Rk FEER ~ Aol sk SR S AR MR EY

R BRI R R ET % o AEIIRBIR AR S IR IR R
Bl BRI -

(CH:ESE D :
EAFFENEREIN ARG R AR RS - RWEEREE
(WO 99/16748; WO 06/089633)> — B &0AY I AR AEER B SRR TR B Y &
AR (DZ B E IR A Z IR HRER RtEdel) - E IR
B -{HF% S (Bucherer-Bergs reaction)# 8 picil={ (1) Z SMRER AL CHI Z
BiRAR - i 1B L5 Z N BRAR T Tl K 15 2B V(D) 2 AL R A ORI B LB -
PRIE N 5 L e B FH B I A 8 B2 5 A B B (I #5 2% R-OH AR
TIGERIE) > FEEBRAV ; R EJ C-Colrh) 2 LERMRTREL A AR
B - V&R B Ll AR IR L B U(VID 2K Z SN § b - S EE=(VIID)
ZALEY) - R ETU(VIDZ L&Y 5T & 7 FE(Dieckmann . reaction)F5
FRSRER BN EE = T B ST ek mash > 1E FIE b - BBIE(XD) > LUBMEIREA,
FEBIRENGEE - LTS RANALTHFE 1| FEETR » HE(A) Y — R B Ay hhes
R B (D) Z R AR L RR M PR N B LIRS » PR A =/ DR HERARYE
e 4l b Rz (V) 2 I BRI (A N B e s BN E SV 2 B - F

EWE OSSR KRS > AR S TER (VD 2 B -

BIfEERV & - BREINERE VD -BEVENAVINV)ZEESY »
"HETROZRENR RIS YN ERSY - 1h5h  BE EIERR

1



1758308

YRS S KRN R BB (X)) 2 NEEFE R (EE(V) Z L& N-
B LEFREYER) - At > FREN(VIDZ FZEESR N-ER (L% - FEE
(VI ~ (IX)FO(X) 2 Bihez - AR 12 1 T o SR b 2 AR #i=(XT) ~ (XTI FI(XTIT)
ZIIRENEEE - Rt > AT EEERGE THRIAIMANBEXDEDEHT - F
U1 FEH T4 b B LSV FEETR) - AR DAEES M2D B i =(XD) ~ (XTD)
FIXID BB AXIV) 2 ZERERE LB EE TEE 9 —1E (XD
ZAEEY) - IHERSMPERFERG ~ BB EE HRER -

iz 1 -75/£A

1.R'0OH

(NH,),CO0, soc1

xr>c>=—— x‘;"@g — “>§;°O — "%:0

) ) (i )

RB

RB
cocl
+
R10 R‘IZ
. v
R-0 NH, R R (C) o R R0
_o)<:>< =<:><COOR °°°R )O(cook

(viny 1)

N =
=g

se H O g8 fe)
== + O
-0 10
R 10
OHgne HO R'? OH_;2 R
K" R b1
xn (Xn) o

HO{CRIR?) -CR?R¢-CRSRe-OH

(Xv} R (C) -0
OHg2

(xn
PRI R B — B B ~ B R FH S S g R e (X) 2 A SR M R B VB, A
WERZ TTE -

EEIESY
EE R Rz U(XD) Z KRR R CHV BRI RES - S A\ > T8
A ER (DS LR B -fE 2 & (Schotten-Baumann  condition) T A=,
(VID) 2 3 ZE & i =\ (1) Z SR AR MERR EN A e AR B B AR G » R 5B =
(XV)Z Bkt s R AEA SR AR S P R T IR BRI (AT UE=(XTV)



1758308

2R HEEAER VD BERER(XVID . IREREY)
| RN ERS I ENES S B BT SR SRR &
VR R AR - AR A BYRAIIR 2 PR -

FR22 A B

:Rz\ ,R’ i3 R (c n—20,
Ry ,(C}h-0 NH, ><___><
4 ><:>( r ;r CQOH
R>ST° co.
5 ]
(Xv)

(i

HO-(CR1R2),-CR*R*-CR5Ré-OH Rz =

R\ C) R\ C)n
R R R* o
3 \/ o]
R\C)h—0,
(xvi) N o &
o} N
R ke H
R™
R12 "
(Xvir) K

73 R’\ R' : 0 e
’
R (Cjn—-0, ! R R?
—_—
R® F
(3) C R®
R ge
R OH R™
R11

X

A AR L AR R A P S B R (XD 2 SR EER L VB R B R 2
FETAB) - BRI ANE SRR - MR 2 & ERGER R

RV ERE
rR?2 R'
R \Eno NH
2
R4>5Sho><:><COQH
R RS
(mny,
Hr



1758308

R'Z R® EAR A BIHARE, - BFE - ZHATRE
K

nfHRFE0E 1

FERHIFAE T BB (VIDZ R LR RS e

R8
R
.~COCi
R0 R12
R

vy,

Hrp

R*Z RPEMEBIHHARE - P&, - Z& - AF 152 flﬁrﬁ?& 1
£ 5 FHRETZRRE - WK - F8E - 285 - ZaT&EE > SiFE
WREREL- ~ 2B - A - Z8E-SIRE- IR -
BEEAXV)ZLEY

R (C)n o
OOH

(Xv),

Hn &
R'ZR R ERPEEF LA TIESE
W& TEARZHITEB)ZFEQF » FEACV)Z e LlEREXIV)Z
o,o-—FERs{b
HO-(CR'R?),-CR*R*-CR°R®-OH
XI1V),
Hrhn r R'ZE ROEUAEE LIlFrés T2 B > HAFERBENNERLT %
- HEZEREAXVIEEYRZESER
TR E RE(LEIERET - BREXXVDRXVID  B- K — 5



1758308

R (C)n o R (C)n o
R“>3v
12 12

1
Rz/(C)n R\(C)n s R"
R3 Rr®
R OH 2 1 R4
aR\ ’R ] (o]
R (Cno
oxv) ) o
R o) N R®
RS ] CH -
R10
vy, R ke

Hin FR'ZR KR ZE R EGER LtFe T2 ES  REBRXVI)
XV AT —EArE | n M ER R 2 R® K RP % RP A AMEE
BBt - EABHEFEB)ZE=HEEG)H » HEBEAXVDFIXVI)Z/EEY
Hbn MR ZRE R ERPEGEE LT oS

FEE LSRRI I - SRS Ry (X Z SRR AL A N BRI 2

RZ2 R'

\ H ,ORS
R (Cno N R R?
4
R>Sr° 7 R
R 6

R Ol—h12
R11

(X1,
Hbn AIR'ZER E R E RPEMGEF LA T2 &
R1§R6{,%{‘b%%RI VR2-R3- R4 VRS~ RG .
RSERIZ{%‘\\{’%% R8 . R9 N RIO . Rll N R12 o
FEZRAID) ~ (VID ~ (XV) ~ (XIV) ~ (XVI) ~ (XVID) ~ (XD >
R' & RO IIBHER AR RS - BESRE
‘ZE RPHEBIBENGREE FE 75 & & BFEE 285
—HHEE  SHEELERE- - 45 FEE- - 28E- - & 8-30R-
Rz A |
n EEMGHAR 01 ;
R1 Z RO IS AR
Z RPHE BT EHERGARE  FE - 78 & & FEE  78%
EE%E%%\%%'%H%— s LE-~ BEE- - 285 FEEAUNTEE
n FHERGRAR 0L



1758308

R % RE M E B NS AR E A

R®Z RUMEBIIMSHERARES - B Z& £ 8 BEE 2
% SRREERE- - FEE- - fNE- IR

n AME AR 0 ;

R*% RO MEBIIE S R AR A A -

R®ZE R A GBI IR S R RE, - FERE -

n SRR 0 -

BESEHE 0 4143 00 R E ROARES  RGRERE R HARE
RGBS - RMARES - RPGAEREE -

SR> n BI03E 00 R B RUGAEE  RUGARERE R HAERE
RBAFEELE - RIMAAHRE  RMGAERE -

B n 03 0 RAAAAFEE > RMARAREE R HARE R
HAFRE  RAHABEE  RGAEE  ROGAEE R ARERRE
RMBRFES -

BN 0 303 1 RMARES » RARES  RAGARHEE R
IR » RGBSR - RUAREES  RAAREE  PAR%EE R
BAREE  RUMARES  R2GRERE -

BN > n 4103 10 R B ROGAREE  RGREFE R ARAERE
R R E, - RMAREE - RPGAREE -

EI75 A Frtsg=t@ ~ ApfXIns - RV - R* R~ R**R*>R* - R®»
R’ R R R*FInpBEE LSRR ZES -

7555 A FRILEIZRAV) ~ (VIID ~ (IX) ~ CORIXIDH » R ~R*~R*~R* ~
R’-~R®-R*-R*-R"-R" R n BEE L3RR BEH R %% C-Cs-
Sk o AR RERIEH > n B8R 05 RO ROaFRE, REAI R Ak HE:
ROFI R4 REE  ROGRBET R (ARFEFE
- 0 NH,

[O><:><000Me

AAV-D)ZEEY)

i



1758308

Me
H (0]
(0] N
(o] COOMe
Me
H ,OHC

H,C—O ><—_—><N
H,C—0 COOCH,

A(VIL-DZ G -

AIX-1)Z1eEY "

HEK-DZAeE? - e
SO%

AKI-D)ZAEEY - o "

TEF% A BRI (VRI(VDE > R &R C-Coliilh - 1 RIHTH
R 4T |

HSC-O)<:><NH2
H,C-0 COOCH,
NH,
0
COOCH,

(V-DZIEEY -

F(VI-D)ZAEEY) -
Me=CH; = BE)
R ITEB) L E—TBRAERERE T MFEAR T - 1
RERVASEIETE » Bld « &R » A A0 R-al- R =R
oK W-TE3E - 2B~ THE - NN-“HBEEER - NN-"HE 2R -
VORI ~ 2-FRERVOELRIRE « 3R IGH AN - AR =T AR » SR = H
B - 1,4-T080E - ZBE S ~ ZBR T IR~ AKEEEBEIRESY) - S
REETHZ - 8- F-E-2F% - @58 28 THE ~ &R ~ 2-FE
VOERRIR « BRI AR - FEE=TEM  S=KETER - LK E
ZBETHE ~ KSGEERRRIRESY) - RAERRG TR ~ 46~ [H-~ -2
RS E5F ~ 2-FRELDUGRIRNE IR AR - FRSST AR - B2



1758308

FHELRERI/K (B - f = 5l

B ARSI AB)ZE— RO AE KR - =k =
ZJE ~ URNE ~ DEFEN - OEOE 5 BEiEE - PIE - S8R - SEbEN
SELHF - TREEHN - TRERST - TRERES - TREAEST - TRIEES - WM
TRE(LINFISE(LH - |

[ e g et ] DA B RS S /KSR T =R B - B R EE A K
K e

LR R (A DA AR RREY pH B /1A 10 28 14 2 IRV E AR {EE AT - ditfEsth,
EEEFE{%T pH /7Y 11 & 13 Z 2T

K TTEB)Z E—SBMRIEN -5 & 50°C HRE NETT & 8
A 0 2 30°C 2 -

SERERXV) AL SV GBI REE % - HIAETE - A5
HESCZEAUAHETT »

EARZPITEB)ZEFERR)T - T@}%T}iﬁﬁ{ T R TR 2 -
FAREAVIARIAEE > 40 - —&FE ~ B - 45 M-EE-THER - I =H
B M-S 2 T - UEmkE - 2-FEEIE - IRIGE
FECHE - A= T AR - = RETER - 14- IS AR E S
Yy o B A4S TS 48 - BB R &5 208~ THE ~ 2-Fi%
PSRN - BRIV AR - A S THEE - = AR AR R AT
E@/bblﬂ%

BER(XIV)Y o,o0- 4 E 1 mol FYERXVHYEEYZE/D 0.5 mol Z
BAEH o JREERBENBEAXIV)Z ao- "EEH{ESE - RILFEKER®%
EVE R ST -

KB TEB)ZEZSRQ) - BIER(LENB LA T - TRERY
EEELEE B4 - MBS - TG - FRERE - =& PRk - WHRREIEEER
HEFASHARIRS » B4 Amberlite o XEERN{AEE AR ERECH FHZAERE - Ry
BB -

PUBRX VLAY BEYE IEARLL0.01 Z20 EE Tt ERER -
EERRAE T 0.05 2 10 EEH L -



1758308

KEPHITEB)ZE T BB 20 2 150°C HEEE NET 88

EEHEA R 50 F 120°C 2R -

STEEEXXVDRIXVIDZ L&A ERERNEREEITE - fl40R
& ~ A BESCEERURAEST -

TEARSBHFEB)ZE=FEC)F » a[fEATERIERGET HIFHEZ A -
EIREAVATIIE > B4 - BIEE ~ A8- ~ -~ B-TERSE S = &R
H-—&K ~ 285 - T - TUEskE - 2- RIS - IR AR - B
EE=THE - E=REFER - 1,4- 2025 - NN-ZHEREER - NN-
_HEEZ g - N-FREILOETR « Bl - 282 - 1-T S~ E=T IRguseaAl
HYEEY) - BEMGA T NN-Z ARG - NN-"FHEZRER - N-FE
MENEHE - BB - S5 =T IESE AR SY -

HERFAZERTEB) LE=SRO)PrIEE » fld - 810 &
SEET ~ FEESy - HEEST - ZERSh - ZEE8Y - BT BN =T HReF -
EXEHARAE T AN - FEZSRTISE =T BeeP - FREAMAGE] iR -

PUBAXVDRIXVIDZALEWRAERE » mI 09 Z 4 EEEEYE
REEMA - FHEMARER 1 £ 35 ZHEEE

AR ITEB)Z B = BRORIRE GRS 20 2 150°C - BHEH » e
RTES TR 40 2 100°C Z REHET o

SrEERXXD 2L EMHERRERSYTHESINA 0 £ Sy pH{HIE
FEHEHEEBER )T BIENE - M0 BEEEEEETT -

FLHNIY EE YR ER(PO 06/089633) » FLb B3faReY » BiRI3E
HeE ATy 7 A B - .

HEgRX (VI EE Y BTEI(WO 97/02243) » Tt R gafy » BEalfE
He L Hp ATl g oA B

RXIVYEEHae T E S -

REFHHTMREEIRRY 1-{[(4-8-2,6- ~ FFERE) JEEA A -4- RIS R
OB EEYXV-1)



1758308

0
-[O H Me
0><:><COOH
Cl
Me
(XV-1)

FbEl (X VY EE YR S VBN (ID 2 B AR R Y - E EL B
o p i PR IB (D) 2 Z I BEAR DA/ K R - BEE3%E pH 2 7 DUT RS
FREMEE TR BRI R IRER S AR « INIL - B > WO 06/089633 1
T FE R LA 9,12- S SE-1,3- —EUEIRIR[4.2.4. 2] TOkE-2,4- " H(11-1)
Bl 9.8 EHEENES LI 30%EESS LKA e JE s
Y] 8-FEk-1,4- — EFEURIR[4.5155E-8- AR (I1I-1) - (EFREER: - FE{&F pH
PRE 52-53 - IR - RIRE BB B A A R 2 A R SR RS
—2 o DURhREAG S BSFE N R — 2P B R BRSO AR K - o EERy B AR
IEEMZ ERER 46% 2 BimE - 5 — AR EF Journal of
Agricultural and Food Chemistry 2012 (60) 4779-4787) » 14J& Z PIERAR(II-1)
L7 EEEEN 3 N/KARFEANES( NI EIR Tkl 4 X - MERIE
EYAEIE 0°C Wi LURERL K pH FHEE 2 6 - #IE1% - NIKER TNREERRYE
FEHNFERBEEN=527— < #URNERBUHREHIEZE - HE(LEY
MEERE R 48% 7 B {E -

lﬁt%ﬁ’\@sﬁ%{% HE _E(XV#W:A%Z%”%E'JEU%E#@Z&gﬁziﬁ

H ,Ogd
CX X s
AN
COOH 10
12
R k11

(xvh) .,

Hob RUE RPEGEA EFR T RS
A AR ESH - RUREEAR L) - HHEESKIX) 2 8
G

10



1758308

GO
0 co0- M*
(XiIX) ,

Hr
M (G FRINEST
A] AR B R = Ry T AT

it - AEFEAIMEE AN EEEXEX D) L& B IT7A(C) - B
EERAI-1 5 9,12- = &5k-1,3- " FHIEIE[4.2.4 2] - PU%-2,4- —Fd) > 2.
FRIRTA[ER T S S LSRR E S LS B IRINEY - K IRERFAERHT
ARXIX) L EYEE I HE °

SEENHEELHRER | Z 10 EHEEZE - WENGEM 22

EE - BEEAEHSELHGREREEE B LEYANIUES

[E RS

FHENARERSE b -

FEHNZ AR B 250 Z 1500 ml BY/K & - 8MENEEEN Z AR
&{3F3 300 Z 1000 ml -

IER (R 50°C 2 200°C Z [ - B{EHIARIE 80°C § 150°C 7
HEITIESE -

[ FETR e R BB =Y T T T

BAXX)AEEMEHEREERER D - EahEaENER  BE
FEfE—SEET - BRI -t R IE TRV AL - RN RHLEY
XVY) » HERIREIE | 208 LRATEZ BIMNMIES -

A EERA IR AL R B (XIX) 2 L&Y

GO
0 CcO0- m*
(XIX)

Hep
M HARINEET -

11



1758308

BENMRG TEAXIX) LG &
M {HERE -
REEH et AR R EX VDX VI L&Y ZHNI77AD)

RR1

R (C)nO R® R (C)nO
R4>g¢ O; C X Og:
5 5 5 RE
R . ? ]2 R™2
R\(c Rs R\<C)n
OH R R1
o) : (C)n OU

(Xvil), RT R
Hop
R'%E R R % RPEGEE L@ T2 &S - AEBREVDREVI)
(b&Y2 (8B FEEN R 2 R & R % REEAMER - B
n {547 05 1
RARBRX VDX VI L&Y BB AAERE -
AR EACVIDZ B LAY

H ,OR
N R®
=< X
COOH 10
12
R 1XT
(xviny ,

H RERPEGER EXFB T ES
BLEH(XIV)Z o,0-fE
HO-(CR'R?),-CR’R*-CR’R®-OH
(X1V),
Hepn R BREMGEA FXFRETrES  HESREINERT - %
BRAX VDX VI & PRIERE
TERRE Bt LB FAE T UIE -

12



1758308

TEAZEHRTT A D) AEE Y 2 EAX VI L EEAR LR EXRY

(WO 06/089633) -

FEAZHITAD)T  WERAERIERG T RIS - AIRERTER]
BFE > Bla0 - &R ~ B A4S R-ERE-EEE =R 8%
W-—EF -~ 2B~ TH - UERkE » 2- AV © BRIGE AR - F

BB =T AR - E=EFRAR - 14- ISR sia R m R EGY) o Bk
Géa TR -~ F-ERE-THRE - 85K 255~ THE ~ 2-FREDUE R »

IRGEPAR - FES=TER  B=ETERNELSERNES

RAXIV)Z a,0- “BEUE | EHEXVID EEYED 2 mol 5
HZEHER - N RENMEMEEEAXIV)Z ao- ZFEHIEE > FRE
FA&EE R -

REHTTEDOYRTEELENE ZFE T - FIRERIBRELE - fl4
FIEE - R - FEERE - =FFEE - WP SRR MR TS eRE
B4 Amberlite o M5 {EAIRREL 2 B ZShERE -

PUB(X VI L&Y RE%E IHRAEH 0.01 Z 20 EEH L E -
EYERRGE T 0.05 £ 10 EEH L -

REEIHZ JT7EDYRTENTA 20 2 150°C BRE T ET § 8EMAT 50
2 120°C i o

SEERRXVDRX VI Z &R EREANEREETTE » FlaE
B HOREEEEEERET -

RE IR B X VDRIXVID ZA L&Y

R R
(C)nO R® R (C)nO
AIOE >>

12 12
R\(C)n R\(C)n

OH R R1

RS (C) no
(XVI) >€
R10
R2
vy, R

)
T

13



1758308

a

R'E R BT AAEE - 2 RS BB XVDXVID
(EEIH —(ERIE RHHEIR
n{RAFEOH 1 - |
HAEBXVDE(XVI L&Yt — (BRI E R R -
% |
R*ZE RUEMEH GRS  BE - 25 A5 1 %2 ERETR 1
= 5 EHET AL  NE - BEL - 265 SHREE  HEE
R 75 FEE- - ZEERRE- BT HEL
BAEEE XV E(X VI L&Y — (BB B AR -

BHEHIRE TR ERERXVDRIXVIDZ(EE4 - H
R Z REEMEBIARES - FERZE
BAEBE(XVDEXVID &40 —E R B R AR -
n %83 05 1
BAEBRXVDEUX VI &6 BB R AE EH
b4
REZE R EMETHIHAREE PR ZE -5 £ P88 285 -
SHEEEE  REREETE- « 28 RS- 285 £ SUn-
AR S
BAEER (X VDX VI &0 — (Er B R AR -

RN s T B XVDRI(XVID Z (A% »
R' Z R BB AR B RRFE
BAERRXVDEXVIIY L& (BB R -
n %A 0
& .
RPZE RZEMEEETMGARE - B 25§ & FEE 285
NEEEEEE - 25 FEE- - 285 A B R
EAE B XV XV L&Y —(BRE B -

SR RS T
2FTZ e 8-{[(4-5-2,6-— AL acetyl 5L} -1,4-— S BUEHBI4.515805-8-

o

14



1758308

EETR(XVD) - £ n=0 > RO E ROGREE  RFI R2GAEFL - A
RUBREE - ROGAESR)

Z%5E-1,2- T HEE (8- {[(2,5- Z R AR ZERE A - 1,4- S FIRIE[4.5]1 5
Y-8 S EETE)((XVID) » Brf n=0 - R* & RMAAFEE » R*A R A RFFE
R’ R"MAFRE > RMAREE) -

3FRT2-5 8-{[(2,5- AR Z BRAR IR ) -2,3- T F -1 4- T S iR
[4.51588%-8-FAETR((X V) » Hh n=0 » R Al R ARFE > R*AI ROBMR%
I » RPAIRY RFREE > R* - RUFI R ARERER) -
3-$REL2,2- T FHERE 9-{[(4-8-2,6- — AR Z R A IR} -3,3- A
-1,5- GRS STH— - 9-HBIR(XVD) » HF n=1 > R' - R* > ROFI R’
BEEE R RMAAREFE R A RMARES RO R GAFTHE
RHARE) -

(&1

AR THE @JEE?QEH%:&%% HARRRREL
=B 1
2-RZE 8-{[(4-&-2,6-— FHEIRE) ZBER i }-1,4- S FEIRIR[4.5] 5% x
-8-¥2 BE B (Bx. XVI-1) Jt 2,-1,2- B (8-{[(2,5- Z R A AR E) LB A | i
55} -1A-TEFEIRIR4. 5 1R -8 - FR A B (Bx. (XVII-1)

EOYIO

4% 1.862 g [30 mmol |49 7 2R 10 TEAVEREEI0E] 3.82 g [10 mmol]#Y
8-{[(4-8-2,6- — FEFE) ZEREIM A} -1,4- — S FEIRIR[4. 51530 8- 72 B A
15 ml @R ZBEF o GRIEREYIR 88 2 103°C fIEh 9 /NEF - 5 /NI
% > SSEIIA 8 RV - KRIERSYLAIZRENR » PL 30 ml BYEEM

15



1758308

IR - AR IR EE L o N & W el DA BRI ABR R
FHKISIRIKELE - DEASNESIRA BT BB A - 785 3.00 ¢
RS RIS HPLC » 275 68.8%M 25875 8-{[(4-B-2,6-— &%
B Z R -1,4- S FEIRIR[4.5] 5 hE 8- PR RIS (48.5% Z B AR (H) J2
14.1%H9 Z.-1,2- —FLE (8- {[(2,5- Z I ERE) Z B B I B ) -1,4- 855 183R
[4.51588-8- 321 05)(10.7% < Hm{H) °

LC/MS (ESIH) : m/e =426 (MH", 1 *Cl).

LC/MS (ESI+) : m/e =788 (MH", 2 *°Cl).

'H-NMR (600 MHz, CDCL) : & = 1.25-1.35 (m ; 2H), 1.6-1.7 (m ; 2H),
1.8-1.9 (m ; 2H), 2.05-2.15 (m ; 2H), 2.24 (s ; 6H), 2.9 (s,br ; 1H), 3.51 (s ;
2H), 3.7 (m, br ; 2H), 3.85 (s ; 4H), 4.24 (m ; 2H), 5.48 (s ; 1H), 7.04 (s ; 2H)
ppm.

'H-NMR (600 MHz, CDCL) : & = 1.25-1.35 (m ; 4H), 1.6-1.7 (m ; 4H),
1.8-1.9 (m ; 4H), 2.05-2.15 (m ; 4H), 2.23-2.25 (s ; 12H), 3.48 (s ; 4H),, 3.85
(s ; 4H), 4.24 (m ; 4H), 5.48 (s ; 1H), 7.03 (s ; 4H) ppm.

B 2 |

2R 7 E 8-{[(4-8-2,6- — R EIRE) Z A A} - 1,4- R EEIRIR[4.5]535)50
-8-¥8 TR (Ex. XVI-1)

422 483 g[40 mmol i Z. —EER1 5 FEHERELIIE] 1.689 g [5 mmol]dy
1-{[(4-5-2,6- — R ELFERL) ZFRE A 4- RIS IR O FRER AR 7.5 ml &K
TSR S FERSYIR 100 Z 105°C fiIEh 4.5 /NIF R AR A =B LUK RD
TEERIERE - BEMES Y  DUKESR DRSNS IR RN BB TR
45 - 1551 1.98 g FIREELS - fR1B HPLC: HEH 83. 1%V EELEY(77.3%
ZIEEIE) -

BHH 3
3-HRE-2,2- T HAREL 9-{[(4-8-2,6- T AR ZEEA AL -3,3- A
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-1L5-TEFRIRIR[S. 5] - 9-F Tk BR(Ex. XVI-2)

% 12.5 g [120 mmol]#y 1,3-3RE:-2,2- — FHELPARERT 15 AT Em LI
£ 5.067 g [15 mmol]HY 1-{[(4-&-2,6- — FF AR Z MR e AL -4- IR R O
FEERBANS 22.5 ml @F 2T - FRFEREYIT 96 2 105°C fnEk 4 /N
B B2 SRIE FA SR B 25 ml H97K 7T 100 ml B9 — SR BeiB RE - B 1 E Bk
BFRE 25 ml BVKER=R - DIBRELSREZE K SRR TR - HILRE]
6.51 g IR EERE - MR HPLC - HE&FH 83.5%AVER L &9(82.8% 2 B
1B)
LC/MS (ESI+) : m/e= 510 (MH", 1 *Cl).
'H-NMR (600 MHz, CDCl;) : §=0.92 (s ; 6H), 0.94 (s ; 6H), 1.3-1.4 (m ; 2H),
1.8-1.85 (m ; 2H), 1.95-2.1 (m ; 4H), 2.30 (s ; 6H), 3.32 (s ; 2H), 3.45 (d ;
4H), 3.56 (s ; 2H), 3.97 (s ; 2H), 5.42 (s ; 1H), 7.1 (s ; 2H) ppm.
Bl 4
2-$& 75 B-[(GE &) LEEE ) B A ]-1,4- T | FEIRIR[4.5] 5 be-8-FR BE s (Bx.

XVI-3)
H Ove

Me

OH

2 85°C » 1% 3 HHVRIRELIIZ] 2.530 g [7 mmol]fy 8-[(3E &) LEEE:) I
Be-1,4- S FHIEIR[4.51530¢-8- M A1 19.48 g [313.8 mmol |2 _FE 7 f0F
R - SR IEREYIR 100°C #84H: 3.5 /NG RARBINEEE N 50 ml B &
FRerh R o A SR e oy Bl 30 A DL R IRk EE SEANFIZKZEHL » B
Wi MR SNEZEE KSR T B4E - FHILEE] 2.90 g RMEEEE » 1R HPLC» &
BH 91.9%EE(LEY) - HAHER 93.9% 7 HimEAVER -

LC/MS (ESIH) : m/e =406 (MH"), 811 ([2M+H]").

17
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'H-NMR (600 MHz, CDCL) : § = 1.3-1.4 (m ; 2H), 1.6-1.7 (m ; 2H), 1.85-1.9
(m ; 2H), 2.1-2.2 (m ; 2H), 2.29 (s 5 9H), 3.1 (s, br ; 1H), 3.58 (s ; 2H), 3.79
(m, br ; 2H), 3.91 (s ; 4H), 43 (m ; 2H), 5.61 (s : 1H), 6.92 (s ; 2H) ppm. ’
B 5

3-FRAEL 9-{[(4-5-2,6- — FAEE) R EL ) -1,5- S5 EIR[5 5]+ —
WE-9-F8FEHE(Ex. XVI-4) R A-1,3-ZHEE(9-{[(4-8-2,6- ~ FFEFE) JHRE]
L} -1,5- ZEFRIEIR[5.5]—Ve-9- 72 BLiE) (Ex. XVII-4)

COs{kQ " COCLQ
) co&@

¥ 931 g [120 mmoll#y 1,3-N EEf0 15 THEVEFREEINE] 5.067 g[15
mmol]fY 1-{[(4-8-2,6- Z HERE) LA | E-4-HIEBE O F R AR
225 ml ERZERF - BRIEREYIR 95-100°C ik 10 /NFF R MET =

SRS FTRKERE - KEE Bk - DUKIESE » DANRBESNER IR K it
TREE T R4S - HHIEBE] 7.37 g EEERARYY - 1RIE LC/MS » HEH 64%Hy
3-FERE 9-{[(4-8-2,6- —FAZRE) ZBRE Ak} - 1,5- S FRIEIR[5.5]+—
Yre-9-4MENS(69% B {E) B 5 2%MIPA-1,3- —FEEEO-{[(4-F-2,6- —FHEK
) ZH A RS} -1,5- SRR 5. 51— - 9- 3k HE) (6% HswiE) -
LC/MS (ESI+) : m/e =454 (MH", 1 **Cl), 907 ([2M-+H]", 2 **C)).

LC/MS (ESI+) : m/e =831 (MH", 2 **CI).
BHl 6
11-(4-8-2,6- — IR R EL)-12- 50K -1 4- R 5E-9- R B IRER[4.2.4 2]+ -
-11-¥%%-10-fF(Ex. XI-1)
0 I—{N o Me
CX X

HO
Me Cl

18
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i 1.065 g [2.50 mmol]HY 2-F8 2%k 8-{[(4-F-2,6- — FESRE) Z A

|} -LA-TEGRIRIR[4. 513 be-8- AR RE AT 0.218 g[0.28 mmol]#YZ-1,2- "%

BR-{[Q5-ZHERE)LEE AR} -14- SRR [4.5] 520 -8- 74 18
EDCGOER] | FARrEE) ZIREY) - Sl 5 ml 89 NN-TRHEZfE - #43%
R 75-80°C » 1£ 2 S3$EAIZENA 1.576 g [8.75 mmol]30% 2 AV EREZEN L
FRARSE R o ST RER-SHIH 75-80°C FBEE 55 43748 R ANETA R T J-4E
HFEREERYIATS 30 ml HU/K - i8R IENT KRR R DL Z BRE#E 2 pH 4-5 - DIfh
RAFIUBRNERREY - #RE DL 5 ml FZKELE - RAEZEE - HILEE] 1.203
g FBORBEEE - IRIBEE NMR - HAFTFE 80.7%HER L&Y - DUESHA
Yoy T2 BRI R ELE » BAHETR 99% 7 HER{HAVERS -

'H-NMR (600 MHz, d-DMSO) : & = 1.35-1.4 (m ; 2H), 1.65-1.7 (m ; 2H),
1.8-1.9 (m ; 4H), 2.05-2.15 (m ; 2H). 2.07 (s ; 6H), 3.88 (s : 4H), 7.09 (s ; 2H),
8.1 (s,br ; 1H), 10.5 (s,br ; 1H) ppm.

BH 7

3-(4-8-2,6- A AR E)-4-FCE-11,11- T EE-9,13- T & - 1- E A B IR
[4.2.5.2]+F-3-47%-2-BA(Ex. XI-2)

" o
Me 0 N Me
Me o — .
HO
Me Cl

%9 550 g [5 mmol]f 3-¥8EE-2,2- — FRELF AL O- {[(4-5-2,6- — FHEEE)
Z BRI EEL}-3,3- T HIE-1,5- GRS S —e-9- B BR(E B 3)Jeh
] 10 ml 59 NN-ZEEZERED © S8 1 75-80°C > £ 2 SYBPAIERHIA
3.151 g[17.5 mmol130% & EFY 7 By 4 22 FF B BOR W - WS ISR &0
75-80°C #BE 42 S R ARMA TR T HRA - PRARYIZH, 60 ml HIZKIEHE
L Z B P37 pH 4-5 - DUBEIE OB EEEE - S20E L 10 ml A37K
EVE KA - BIHEE] 2.32 g Bk tarIERY - 1758 HPLC - B4 A
T6%RIERE LAY - ET 86.9% 2 G EMER -
LC/MS (EST) : m/e= 406 (MH', 1 *Cl), 811 ([2M-+H]", 2 *CI).

19
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BB 8 _
12-F&EL-11-(3EF)-1,4- — & 5E-9- S G IEIR [4.2.4.2] 10 -11-)%-10-F& (Ex. _
X1-3)

H

\ (¢}

0 N Me
XX
HO
Me Me

7 2.43 g [6.0 mmol]#y 2-F8 2.5 8-[ Gk B) ZEEEOBEE - 1,4- S 58I
[4.5]15%)e-8- SR MA R (BB 45612 12 ml B9 NN-ZEHEZEERT - /&7
75-80°C » 1 3 78PN ZHEMA 3.78 g [21 mmol]30%R R EZ8 2 FHEZE
W o G IEREGYIR 75-80°C & 6 /NEF RANMETNBER T RdE - R
PSR 70 ml /KGR A Z A2 % pH 4 - DU DBV ERSIES -
LA 12 ml 97K — R EZ) - FRIE S 2] 1.88 g BOREaHVEIRS  #R3E HPLC -
HARRT & ST%RVIEE(LEY) - HEN 194% 7 BEimERVES -

LC/MS (ESI+) : m/e =344 (MH"), 687 ([2M+H]).

'H-NMR (600 MHz, de-DMSO) : § = 1.36-1.38 (m ; 2H), 1.67-1.69 (m ; 2H),
1.83-1.88 (m ; 2H), 2.04 (s ; 6H), 2.06-2.1 (m ; 2H), 2.2 (s ; 3H), 3.88 (s ; 4H),
6.81 (s ; 2H) ppm.

BH 9

35T -2-F 8-{[(2,5- S HERE) LA IR A} -2,3- T HA-1,4- S ARIRIR
[4.5]5)57-8- & BEFE(Ex. XVI-5)

Me Me
Me

OH
4 2.87 g[7.66 mmol]Hg 8-{[(2,5-— FELHEE) Z Rk Mk} 2,3-— A
14T EIEIE4. 51558 SR RA L] 20 ml £ 2,3- T R fIA 3 o
TRELERAYIR 100°C 14E 10 /NS « RAIFRAY) > REEU R
PRI DK SR =K « S TG 200 DU BRSSO FA B 448 - Pt

20
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_BE4.0 g I=EGRY) - fRIB HPLC » HAAEH 77.1%H0EEEY) - HE
R 90% 7 BER (B AVEERS -

LC/MS (ESI+) : m/e =448 (MH"), 895 ([2M+H]").

B 10

11-(2,5- ZFI R EL)-12- 82, 3- “ A 1,4- S 5E-9- B 1EIR[4.2.4.2]
-PH-11-%%-10-FH(Ex. XI-4) .

Me—N\q Z
OH
Me
1 1.54 g[3.45 mmoll#y 3-¥8T -2-F 8-{[(2,5- ZHERE) ZHEI
E}-2,3-THE-14- TS FEIRIR[4.51 520 -8- SRR (B A1 9)JEhnE] 7 ml 1Y
N,N-ZHE ZEgRET o 2/1BH 75-80°C > £ 5 rEAZEIIA 2.17 g[12.1
mmol]30%;2 &Y FHEZEH > FHEZAR - S IEREYI 75-80°C #&#E 90 43
ST BT TREE T - IERERIE I 40 ml MK L Z M 8% % pH
'4-5 o PURIGEIETURIVEREIEL » S2CE B 5 ml B/KEE AR - Hibh
350 0.70 g FOREAYERS > 1R HPLC > HAATTE 82.8%HIIERE L&Y - 1
B 47.1% 7 EmEAVERR -
LC/MS (ESI+) : m/e =358 (MH"), 715 ([2M+H]").
'/
8-FiAk-1,4- SR FHIRIR[4.5]58 e -8-F A #H(Bx. XIX-1)

0 NH,
[O>O<COO-K+
¥7 141.4 g[0.625 mol]#y 9,12- — & %%-1,3- — EZIEER[4.2.4 2] IUf5z-2,4-
ZEERFRY 100 ml BYKTE - REREB T FEESYIIIFE 90°C » IAE 15
SYEEAIIILA 298.4 g [2.5 mollfNEEA LI E 47T%EE Y S S/ LEFARIER -

RIS R FERS IR ELR MR 24 /NG - R T > BPREAAIZ =R
& BT R AR S AR IR AR S REEI G » 1Y 1 mbar JBUEE T A 60°C Hzlk » 155

21
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139.0 g HPREERR - T8 NMR : 88.0% o FEHFTEH 81.8% 2 BR{EME

B 12
8-PitEs-1,4- " S FEIRIR[4. 5158 0e-8-FL A (Ex. XIX-2)
| o) NH,
EO><:><COO-Na+
4 43 4 £[0.192 mol]#y 9,12- & kk-1,3-— ELEIEER[4.2.4.2]PUfE-2,4-
THRRIEA 30 ml K - RERET ¢ BRREWIIIRE 90°C - LAE 2 53
FEPINIA 68.3 g [0.768 mol]BY&EE LNy 45% BE Z [EILMARIEE - 2R
%G RIERSYIARER TR 27.5 /NF - DT - ESYLAIZ
R A ARSI S iR R 2R IR R SR ST B E B - 1A 1 mbar JBUEE T B 60°C Rz i
B2 54.8 g PR EERE - B2 NMR : 72.7% - {¢HEHEH 93.0% 2 HimE
YR - |
'H-NMR (600 MHz, D,0) : & = 1.56-1.6 (m, 2H), 1.69-1.75 (m, 2H), 1.75-1.82
(m, 2H), 2.0-2.04 (m, 2H), 4.06 (s, 4H) ppm.
EH13
8-fie k- 1,4- S HEIRIR[4. 5]7 Sfe-8- 2 BLHN(EX. XIX-2)

o] NH,

[O><:><COO-Na+
¥ 291.8 g [1.29 mol]fY 9,12- =& k-1,3- ~E 4 IBT8[4.2.4.2] 1+ TUkE-2,4-
“HRRRERY 495 ml BIKH - IAEREET » FHEESYIIIRE 90°C - AE 17
SYSEPINIA 7733 g [8.7 mol|[HY R & L8N 45%RE < SE LIERIP -
N B RGYIAENR TR 20 /NEF - BT » BERESWSaI 2= IR

AT IR B IR R S B E RS - EA 1 mbar JFHEE T LA 60°C 520 » 155
367.3 g BREERE - 28 NMR : 76.3% « HETEE 97.1% 3 EAE

Bhl 14 |
1-{[(4-5-2,6- — FAECREL) Z R e -4- I IR b & (Bx. XV-1)
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(0]
[O H Me
(0] : >
COOH ol
Me
(Xv-1)

FAEDR - FHIRIEE 2 NMR 4ERE 81.6%7 23.88 g [81.4 mmol]#Y 8-k
-1,4- " S REIRIR(4.51530e-8-FRER ST L IR 65 ml /K 44T 13.6 Z pH -
RS HIE 2°C MDA 32% RS HYEIILRTEE 2 pH 12,1 « Z/&RHC 3 E 5°C »
{E 70 SIEPNZT A 17.68 g [81.4 mmolJiFy(4-5-2,6-— FEAE) ZHEAL &
A 20 ml fE KIS 2 A - [F]E > LABERS RS IR &2 pH (RFFIE
11.8 2 12.5 2 BIAVERTR I 32% BRI M E/ LN/ KBRCHFE 10.93 ¢
[87.4 mmol]) - ZM&} 3 & 5°C FFHRFF 60 7788 - FREGYTHREE R
A 30 ml HY7KHRE M DAA BB RE R ER YR pH 247 1.8 - 0BT
EES RS LA 30 ml FYZKE R R INETEY 60°C JBE FEZER o UL E]
2931 g VIR EAVERS -

JEE NMR : 88.7%RE » HAHER 83.6% 2 Ham{EHVER -

"H-NMR (600 MHz, de-DMSO) : § = 1.56-1.58 (m, 2H), 1.64-1.69 (m, 2H),
1.84-1.9 (m, 2H), 2.01-2.03 (m, 2H), 2.24 (s, 6H), 3.54 (s, 2H),3.86 (s, 4H), 7.05
(s, 2H), 8.17 (s, 1H), 12 (s, br, 1H) ppm.

LR B 1 |
B-Rark-1,4- T ARIRIR(4. 51558 R B

o) NH,
CX Koo

1A5 2 10°C » 6 57 g HYEEHEE RS 60 3B IE] 64.5 g HY 8-fF

B 1A-T S GRIRIR 4. 5153008 FRELS 1Y 960 ml FHER Z RFIRT - RIEEY)
FHEAE] 40 2 45°C WA MR B 48 /NIF < )2AIZE 5°C 18 DIHRGERE
JEH - BL 60 ml Y2 FERESFE - BHE T RIREFERREA 54 g BN
220 ml 7K P EBREESFBE B AT 30 2082 - MR E B LL 200 ml HY &H
WEEERURE G 5 K - R SRV TR DUIRRBRSNEZ I Y 30°C Jetzstas
FRéE o HHILISE] 65.8 g ZREIHHIAYY) - B{EIRIRE GOMS » SH ALY 52.7%

23



1758308

OB LRI, 357940 et 4-— R R ERT SR -
CLERBER) 2 |
8- {[(4-80-2,6- = FEAHE) Z RIS} -1 A- = SRR I4. 5155 8- A

5

’ Me

Eo><—__><H L<:o >~CI
0 coome

AZECR 0 #F 38 g HUBREERSFI0E] 33.4 g AYELECERI 1 YA 490 ml £
KZREZ B H - A 5 2 10°C» ¥ 1 /NIFRE A 30 g BY(4-F-2,6- AR
F)ZBEFLEATN 60 ml VK ZIEZ B 1R 5°C FREEHE 2 /NIFIER =
REHEERKT - BRERSYIINAL 2 AFEVKIER =R 1 /NG
JUERAYEREH > BA 250 ml BYAF SRR 50°C B T HZE - HHIES ] 53.2
g FE EERE - fRIE GC » & 66 4%MIEE(EEY) - 18.2%1Y 1-{[(4-F-2,6-
EECRED) ZFRES AL -4,4- —REAIR TR K 12.4%1Y 1-{[4-8&
-2,6- Z FREIRE) CIR AR A -4-IE IR O e R EE s -
LR p 3
8-{[(4-8-2,6- — IR Z MR AR A }-1,4- SR HIRIR[4. 515 2- 8- FH

i5
y o Me
0 N
SOEAD
0 COOMe
Me
¥128.0 g HKH 8-Firkk-1,4-— G RIBIR[4.5) 53 -8 SA e e S - L
B2 69%E R BINGTTLY 21%H 1-frEe-4,4- RS IR TR RIS RS
S 90 ml KBRS AIZE 10°C MG{#HEF 1| N S84Lah/K5 R TH% pH B4
7.2 = HIA 10.92 g EREAESM % 100 ml —FEE » HEEH 1 /NIFP SR 5 &
10°C EEHIA 23.88 g BY(4-5-2,6-— FEEE) Z R L S04 27 ml —HI%E
VSR o BE1BRTA 5 & 10°C FHEERE 30 5548 » RANBEESYFEZE 65°C
WA TR EIERE 1 /NG - FEREEARS » EERIN 1 N S84 EaR/K R pH 2
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FHET - RAIE=ERE - DRSS UBRIVIERSE Y - WL, 25 ml B9 —F
BB RELL 25 ml BVAHEBEE K o 1 50°C BB TH2E - FEPK

EAERS - MRS HPLC 4347 » HaE 78.8%MER LA » 6.6%HT 1-{[(4-
-2,6- = FESEE) Z R RS -4,4- — BT SR & 11.1%H9
1-{[(4-5-2,6-— FREIEEL) Z B AL B 4- (U R BB e PR RS -

ELER BT 41 4 |

11-(4-8-2,6- — FHELFEED)-12-58EL -1 4- — S 5 -9- S R B 1838 [4.2.4.2] 1Y
-11-f%-10-FH

Me
H O
0 N
E / cl
(0]
OH Me

45 42.0 g HOHEL 8-BE-1,4- — SRk UETRI4 51550508 BRI » KL B4 69%
Gl B AN 21 %89 1-B-4,4- — G BT T S S YA 135 mi
KZAHAAE 10°C W 1 N ALK pH B4 7.2 « fILA
16.4 g HIBRES AR, 150 ml —ER3E » BEER 1/NRFRIRA 5 3 10°C BT
A 2931 g N(4-8-2,6- — FHERE) RSB 36 ml R AR - %
5 10°C FEEE1RPE 30 5348 » RAVBYEROMITHRE 65°C M R i
BE 1/ - FEBLHARST > #EERAN | N S LSVKARRE pH (RISTE 7 - BEf%
SEE ALK S EESE A 250 B 110 mbar BYJREE FEREEE  BRKS - BIE
S5 AR 50°C » RAKHEHIA 110 ml £ NN-="FE B 7. B « SR8 FASER0R,
BE T LAY 70°C KOs — FSERIBY - B ISREMAEIE 50°C » R
A 10 £MEPIEEHIA 30% R A RN P - HER A WIHIZAE 70°C
UFNEAOREE T 2 /NEPUIE A - SETOREET » 1§ NN-ZHE
ZIGRREAES L FERH - 7 500 ml HY/K SR TEAR YL RS FE A K
BESERE pH 547 5 - LUEETRINERES  FRELL 80 ml =
KB 50°C JREE T o FHELIEE] 51.95 g WK (B EIAS 1735 LO/MS 5347 »
HEH TI3%AEBE(LEY) > 11L1%] 3-(4-5-2,6- ~ FHECFEL)-4-$EL-8, 8-
|- R 4.5)55-3 K52 AL 1.9%KY 3-(4-8-2,6- — FRESERE)-4-
FOH- - I 4. 51553 02,8 2 -
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Taiwan Patent Appln. No. 106125996
& R 2 F 3 FALE F XK — (=)

Amended Clalms in Chlnese Encl.(I)

(Submitted on October 18, 2021) = oy
a7 25 1] 8
I —RBREHEAXEEYZ

2 1
KR H ORS
RU (C)h-0 N
4
R >5S 6 o 2
R™ R
oHR12 11

(Xn .

i

R'-R*- R’ R*+ R’ ROMGBIHIG ARG ~ - 2ETTE
R*-R’- R R" - RPMHLMEITHIGARES - H - 2% - BH 1202
fEBRE TR | % 5 [FRE T2 s - MK - HEE - 285 - =5 H
S RBRLHE- - 2F- - HEHE- - L8E-NRE-RURE
b4

n{HFR o1

HA AP 2 (B &)

R\R

/

S

(),

1

Horfn IR % R® HA FAlFTés T2 B3
FElEEY AL T EIEA(VID Z (L&Y e

RQ
COCI

R10 R12
R11

vmy

Hep RS % R” B4 44 T2 8%
BEIFRXV) 2 (£
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2 1
3R\ /R H OR8
R} (Cn-O N R®
A
5 6 R
R R R12
NG

(Xv),

Hrin> R'ZR KR E R*(AEA LA T 2B
BB RXV) ZA L&Y XIV) 2 & YIEE
HO-(CR'R?),-CR’R*-CR’R®*-OH
(XIV),
Hrhn R Z R EGER R T 2 2E BB ERIFYER T -
HERZ FEAXbEaYF 2 2= EE
EREE REEBIIEL T - JFEERE VDX VID ZALEY)

R‘ﬂ@h Z/Aqns
R4 OH
(C)n o)
(XVI) %
R10
R12 "
(Xviny, R

Hrin» R'%E R F R £ RPGEA s T2 BEE > BAEERXVD

SRXVID &Y (L E I n FOEEARY R' 2 R° & R® & R BHHE

iy

PREBXVDRIXVID 2 (E&y) - Hdn > R'E R R E RPHAF E
HLFTAE T2

BRI E > BERAXD (LS

KRR H ORS
Ry (C)n-0 N
4
R :SS o Y
(¢]
"R Of 2 11
R

(XI) .
Hn R'ER LR ERPEA FF4E T EE
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2. WRIEFKIE 1 Z % H
R' & ROMEEIF I AR TE - HESRE
R' % R GRS - W 28 # - FEE - L85
SHEEEHE  REFTEEL L& HEE L85 B B
B A
n{HAF 0B -

3. IRESSHRIA | 2k - Kb
R' % RO FEE BT A5 A R A
R' % RUAGE B IH G Z - 2~ 205 - L I - 2%
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