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i 5 Bt
B M HE O (n% ) Eﬁ?g A(cm) 559 (%)

AmberTite XAD-16 s 1.0 Lo 6.0

Amberdite XAD-16 5 10 1.6 8.4

Amberlite XAD4 5 10 16 1.2

Amberlite XAD-4 10 Lo L6 92
OooooOoO
0000000000000 000000™IODOO0O0D0000000000000
000000000000 00000000000000000000000000000
0000000000000 0000D00000D000000000000000000
0000000000000 00000000D0000000000000000000
0000000000000 D000000000D000000000000000000
00000000000 O0000000
OoooOoOoO
Doooo0
0000000000000 D0D000000000D00000000000
DoooOoO
0000000000000 000000000000000000000000000
0000000000000 D000000000D00000000000000000
000000000000 00000000000000000000000000000
0000000000000 000000000000000000000000000
00
Doo0O0O00
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000000000000
000000000000 000000000D0000000000000000p 00
0000000000000 000000000000000000000000000
000000000000 00000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000D000000000000000000
D000000000000000000000000000000000000000
0000000000000 000000000D0DD000000000D00000000
000000000000 000000000D0000000000000000000
0000000000000 000000000D0y 000000000000
DooooO
00000000000 000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 0000000000000000000000000000
0000000000000 D000000000D000000000000000000
0000000000000 0000000000000000D00000000000
O000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D000000000D000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 00000000000000000000000000000
Doooooo
OooooOoO

10

20

30

40

50



(46)

JP 4968974 B2 2012.7.4

D0000000000000000000000000O000NO000O00o0oooon
0000000000000 000000000000000O0O00NO0Oo0NO0Ooooon
0000000000000000000000000000000000000000
0000000000000 0000000000000000O000O000O0ooon
0000000000000 000000DO000O00DOOooOooooooooogog
0000000000000 000000000OooOoooooooood

000000

0000000000000 0000000000000000000O0O0O0OnOn
0000000000000 0000O00O0O000O00O0O00NO0O0N0DOoOO0OoOnoOo
0000000000000 000o00o0o00ooooooooooogooooooog 10
00000000000 000000000000000O00N0NOo0oOoogoooooon
0000000000000 0000000000O000O00ONO000O00oO0Ooooon
00000000000 00000000000000000000000000000
00000000000 0o0o0o0ooooooooooao

Dooooo

Dooooooo

0000000000000 0000000000000000000000NO0oooOn
0000000000000 00000g00ooo00ooooooooooogoooon
0000000000000 0000O000O00O0O000DO00O0O0O0OO0O0OOoOnOD
0000000000000 000000000000000000000000000 20
0000000000000 0000000000000000O000000oooon
0000000000000 0000O000O000O000O000O000O0O0OO0OnOD
0oooOoO0O00O0 ™MOoOoOoOOOOOOOOOOOOOOO™gOoooogoooooooao
000000 0oOooO

Dooo0o0

0000000000000 0000O000000O00O0O00O0O00O0OOoNO0OoooOon
0000000000000 0000000000000000O000O00o0oooon
0000000000000 00D0000O00000000DO0O00O0oOoooog
0000000000000 O00D0O00DO0O0DOoDOn

000000 30
0000000000000 0000000000000000000D000DO0™oo
0000000000000 0000™poooO000O000000000000000
0000000000000 000000000™oOoo0o0o000o00oo0ooooo
00™DOoO0oD0D0DO00000000000000000000000000000000
0000000000000 000000000000000000000O0OoooOn
0000000000000 0000O00O0O000O000O00O0O00OO0OO0O0OoOnoOo
000000000000 000000000000000000000000

Do0o0o00

0Do0o00oDOooDOoooOooOd

0000000000000 0000000000000000NO0000N0NONooooOon 40
0000000000000 0000000000000000000000O0oooOon
0000000000000 000000000O0000O000O00NO0O00OooooOn
0000000000000 oo00o00o0o0ooooo0ooooooooooooooao
0000000000000 000000000000000000N0O0N0Oooon
0000000000000 00D0000O000000DO0oDO0oooOooooooog
0000000000000 00000000000000000000Oooooooao

O

000000

0000000000000 00D0O000O000O00D0O00DOoOoOoooooooog
0000000000000 O000OO0O00OO00DO00DOOoDOoooOooooooo™g 50



ooooDoo
gooooag

O

gon

000000

O

0000

(47)

gogano
gono

JP 4968974 B2 2012.7.4

000oooo

odg

obooo

O

4
O
0
O

ugod
ogoo
goo
goad

O OO oo

O Ooio;m oo

O Oon;m o.

| O O|iog oo
O

O |
O |g

O =

ogooao
oooo

0

0ooog

ugoad

0000

O

goo

good

0

goo

|

t
u

O O

O

00

O OO
[ i Ry

I:I|D|:II:ID

o
o

gooooao

[ i Ry |
O|a o;
O o oo
O o oo
O oo |.
O g oOo|o o
O oo o

g

gogd

O
O
O

O
O

O

00
00
oooooooao
00
00

godgoaoaao

O
O
O

goooag

000000

O
O
O
O

O

ooo
ooo

0o
aad

ooooano

gon

oo

ooo
gooano

=

O
O

O

O
O

O

O
OJ
O

oboood

[
O

uon

|
|

goooano

|

oood

gooaano
gooan
googao
gboaan
gooao

O

[

goo
goad

goao
goo

O
|D

O Ooio;oooogod
O Ooin;ooolod
O Ooin; oo™
O OO ooljod

O
O
O

o
g

O
O

gogo

[ O I R |
O Oooo I:I|I:I
O O0Oo0oo0ooao
O OoQgooao
O 0Ooo0oooo
O I:I|D [ I |

O
O

00
00
00
00
00
00

uo
od
™[
uo
od
oo

OO o0gooao
O Oo0oooo
O Oo0gooao

O O o oo

goad

od
gd

oooao
gooano

O
O

O

Ooooooooooooo4ooboooo4ooooojoogoogog
Oooooogbooocoo0oImboooooooiocodg

OO0oo0oogoooi;gog

|I:II:I
[y |

oo

00
00

O Ooino; o
O O o
O oo o
O 0o .
O Ooin; .
O

oo

g

DlDD|DDDDDDDDD

I |

g

DDDlD
I A |

oo
ao
uo
Egn

O o0Ooo

oo

oo
ulln
00
00

|
|

|

O
O

OO oo o I:I|I:I O O
Ooooooogogoao
Oooooogogoao

OoooODocooooojooogooooljogdg

OoooOooooooiojoooogo-dg

ooo
ogdog

od
od

gbooooano

oooooao
gbobooooooogno

gogao

O

O

O
O

0o

O

ODo0o0oOo
00O
00000

uo
od
oo

O
O
D|DD

O

oo

O 0Oooo
O I:Ill:l O
O 0O oo
O 0O oo.

OJ
O
O
O

O O oo

O

gonf

O

00
o0

00
OO

O O oo

O

00
00

O O
O

O

O O
O

|

O
|EI|:ID
O OO

oo

oo

00

od

O Ooim;mooo
O Oon;|ooo

O
EIEI|I:I

O

OJ
I |
Iy |
O o.

O

ugoaao
ggdod

O
O
O
O

0000
000

O
O
O

ao

oo

goaao
00

g

[

00O
0000

od
oo

O
|DDD
O OO

|
O

O

10

20

30



(48) JP 4968974 B2 2012.7.4
£ b
1esMTO
) . aAbk 5-59
% & BiEH A g | BE
{pmol /z)
Amberlite XAD4 Rohm & Haas |[RUAFL- >, 250-850 pm 0.12 34
Amberlite XAD-16 Rohm & Haas |FUAFL>, 250-850 um 9.13 2.0
BioBeads SM-4 BioRad RUYZF L2, 300-1180 um 110 .7
Macro-Prep t-butyl HIC BioRad BERUTZUN, t-TFh 0.65 a6
HEMA o—F 15 &hi-
Hemosorba CH-350 Aszhi 2T TEhk 0.50 19.7
& B
) 75 um FUF UL,
Amberchrom CG-7T1 md Rohm & Haas 200-300 A 7L 1.40 i 4
75 pm BYAF L2,
Amberchrom CG-161 md Rolun & Haas U175 A 7, 149 i3
75 pm HUZF L,
Amberchrom CG-300 md Rohm & Haas 1000-1400 A 1.40 12.1
. 2060 A% 2R ) AF L)
Amberlite XAD-1130 Rohm & Haas 300 A, 600 m/g 029 03
Amberlitec XAD-1600 Rohm & Haas RYAFL L B ND 22
. 20-60 Ay 2 KY AF L2, -
Amberlitc XAD-2000 Rolun & Haas 42 A St mig Q.17 03
_ 20-60 A L aBY AF L,
Amberlite XAD-2010 Rohm & Haas 280 A. 660 mg 029 12
EHRIEE R,
Ambersorb 563 Rohem & Hazs oo\ i 500 m¥e 0.33 1.7
L P . 2545 A v R T U,
Diaton HP-2MG Mitsubishi Kasci 200-800 A. 500 milg a.12 04
.. . e . 3C-50 A v R U AF L2,
Dixion HP-20 Mitsubishi Kasei 300600 A. 500 mifg 0.1x 16
gooooao
boo0oo0oO0ooOoob00b0oooboo0ofdoboooooooooo0ooooooooooonan
oo0ooooo
oooooao
ooooooooad
0000000000000 000D000000000000000O0000000000
0000000000000 oDoDOo0oDoDOo0o0oDoo0o0oDo00o0DoDOoO0oDoDOoOooDooOoao
Obo0o0o0o0oO0oo0o0oob00O00oo0ooo0oo00b0O0o0oooo0oooo0oooooooooooan
oo0oo0oo0ooO0ooO0b0000o0oo0oo0o0O0ooooooooooooooooooooonan
IZIDDDIZI_DDIZIDDDDDDDDDDDDDDDDDDDDDDTDDDDDDDDD
DDDDDDDDTDDDDDDDDDDDDDDDDDTDDDDDDDDDDDDD
DDDDTDDDDDI]DDI]DDDDDDDDDDDDDDDDDDDDDDDDDD
ooooooooon
oooooao
ObO0o0o000O0o0000000b0000Db0000000000000000000000
0000000000000 000000000000000000000000000
00000000 000o0000o0ooo0o0o0oonoooo0oo0ooooooonooooooaoan
oodo
oooooao
00000000 00oo0o000o0oo0o0an

10

20

30

40

50



(49)

JP 4968974 B2 2012.7.4

0000000000000 000000000000000000000000000
0000000000000 00O0O0O0O0OOOO0OO0O0O0O0O0OOOOoOoOoooooao
0oo0O0o00O0O000O0O0O0O0O0O0O0O0O0O0OOOCOO0OO0OO0OOOOoOoOoooog
0000000000000 D00O0000D0O0O000ODDO0O0OooODoOooOooooDoao
0000000000000 000000O0O0O0O0O0O0O0O0O0O0O0O0OOoooooooao
00000000000 000000000000000

oooooo

0000000000000 0000000O0O0oooooooooo0oooooooo
0000000000000000000000000000000000000000A0
0000000000000 000000000000000000000000000D0
0000000000000 00000O00o00o0ooooooooooooooooao
0000000000000 000000O0O0O00O0O0OO0O0O0O0O0O0O0OoOooooooao
ooo0O00O00000000O0O00O0O0O0O0O0O0O0O0O0O0O0O0OOoOogOoooooooao
0000000000000 00000000O00000D0DO0ooOoooooooan
gooooo

00000000000 0000000000000000000000000000a0
0000000000000 D000000D00O000DDO0O0OO0ODOoOoOooooOaO
0000000000000 0oooooo0oooooooooooooooooooo
oooooooao

oooooao

0000000000000 00000000000000DO0ooooooooooonao
0Oo0DO0O00D0O00O0O0OO0OO0O0O0O0OO0OOOOOO

oooooao

0o0ooo0O0o0ooooooon

0000000000000 D000000000000D000O00oooooooooao
0ooo00O0O0000O0000O0O0O0O0O0O0OOOO0O0O0OO0O0O0OO0OOOOOoooooao
0000000000000 O0O0O0O0O0Ox00MMOoOoOoO0O0O0OO0OO0OO0OO0OO0OO0O0OOoOZd
0000000000000 D00000000000000000ooooooooog
0000000000000 DOOOOOODODOODODOOOOOODODOODOOOOOOOO
oooO0O0O00000O0O00O0O0O0O0O0OCOCOCOOO0O0OO0O0O0OOOOOOoOoooooao
0000000000000 0000000000000000o0oooooooooon
0000000000000 000000000000000O0O0O0Oooooooooao
000000000000000000000000000000000000000A0
00000000000 00000000000000000000000000000
000000000000000000000000000000000000000aO0
0000000000000 O00O0O00O0O0O0O00OO0OO0OO0O0O0OO0OOOOoOoooooao
0oooo

oooooo

00000000 D0OD0ODOOOOOOOOOODOOOOOOOOODOOOOOOOOOOO
0000000000000 O0OOOOOO0OOOOODOOO0O0O0OO0OOOOOOOOOO
0000000000 0000000000000000000000000000000
0000000000000 0000000000000oo0ooooooooooonao
0000000000000 0000000O0O0O0O0O0O0O0O0O0OoOoOooooooooao
0000000000000 0000000D00O000oD0D0O0oooDooooooog.
0000000000000 0O0Oooooo0gOooooo0oooooooooooooQ
0000000000000 0000O0O0O0O0O0O0O0O0OO0O0O0O0OoOogOoooooooao
0Oo0oO00000000000O0O0O0O0O0O0O0COOO0O0O0O0O0OOoOoOooooooooag
oood

oooooo

0000000000000 00O0O0O0O0OOOOO0O0OO0O0O0OOOOOoOooooooao

10

20

30

40



(50) JP 4968974 B2 2012.7.4

goooooooooooooooooooooooooooooooooooooodd
0000000000 00000000000000D00000D00000000000
000000000 0000000000000000000000000000000
go0ooo0oooooooooooooooooooboooooooooooooooOog
podooodooooooooooboooboobooboobDoobDooooooooOod
D000000000000000000000000000000000000000
ooooooooooooooooooooooooooogooooooooooog
pgooooooooooooooboooboobooboobDoDoDbDoDoooDooooOod
O
oooooao
oooooooooooooiooooooooooogooooooooooogonag
ooo
Do0o0o0a0
go0ooo0oooooooooooooooooooboooooooooooooooOog
vooooooogoooooooooooodgoogoodgoodgoooooooondd
0000000000000 000000000000000000000000000
oooooooooooooooooooao
oooooao
Do0o0o00
FAA
NS A—5 LEA
HAE A=y 300mL O 35% M ¥8/65 % PASIII T
3.0~4. 4 X 10 fa/h K
7yl 20 A% ] 150 # M 5-59. 3 Jiecm*UVA
PC & %MW & DHEMPEN 4 ~10 B50A
RD £D > Fa~X— hEORH R-59 SRR EMBERIE. S0.5 4 M S-59
A pH>6.5. BESMDIEMRMIDE.
SAMOEE. NE>90%
BPY ISO 2 MM (24 B3M1-30 HED .
FEEDWERORBICS
R TRMHE USPLVI HA R4 vicde
WE THREHICES5ELKHN ;
HEEEL )L 106
R L~ ITEMRIHMEDRDD LAL RS E2 A0
=R 7 5 v > 2 F . LAL<0.5EU/ml.
oooooao
0D000D0000O000O0000
000000000000 0000000D000000000000000000000
go0ooo0ooooooooooooooooooobooooDoooooooooooOog
vogoooooooooodgooooooboooooooddgooooooooooddd
0000000000000 0000000000000000000000000000
go0ooooooooooooooooooooooooooDoooooooooooOon
pgoooooooooooooooooboooboobo0obDoDobDoDoooDooooOog
000000000000 00000000000000000000000000000
ooooo0o0ooooooooooooooooooooooooooooooooonag
goooooooooooooooooooooooboooooo0ooboooooooooOog
pooooooooooooooboooboobooboobDoDoboDoooooooOod
00000000000 000000000000000000000000000000
go0ooo0ooo0oooooooooooooooooboooobooooooooOon
oooooao
000000000 00000000000000000000000000000000

10

20

30

40

50



L

JP 4968974 B2 2012.7.4

cooooooooooogoooooooooooooooooooooooooodd
oodooo0o0ooo0oO0oooOoooogooooooooogooooooooooooondo
ooooo00oooooooooooooooooooooogoooooooooonondgd
oooooooooonoooooooooooooodoooooogoooooooon
gooogoan

oooooao
goooooooooooooooooooogoooooooooooooooooan
ooooboooooooooooooogoogoooooooogoooooooodd
ooooooogoobooooobooooooobooboooobooooobooboooobooo
ooooo0oooooooooooooooooooooooooogooooooonan
coooooooooooooooooooogoonoooooooooooooooodd
vooooooooogdgdgoooooboooogdodoooooobooooood
gooboboooooboooooboooooooboooooboobooooboooobooo
coooooooooooooooooooooooooooooooooooooodgd
ugbdbodpooboboboboboboooboboboboobooobooboobaobad
DDDDDDDDDDDDDI]DDDDDD_ZDDDDDDDDDDDDDDDDDDD
gboboooooogoogogobgoboooooboboboboobooooobobobao
oooooooooonoooooooooooooooooooogoogoooonn
gooooooooboooooooooooocogooooooooobooooobooo
ooooo0o0oooOooooooOoooooooooooooooofdgoooooooodan
ooooooooooooooooooooooooooooooooogooooodg
ugbdoobodogooobuobuobobdoboooobogbobdoooooobogobogbabd
gojoooodooobooooooogogooobooooooooooooboocooobood
oooooooooooooooooooooooooooooooooooooonodg
coooooonoooooooooooooooooooodgoodgoodooogonag
O

gbooogd
oooooooooooooooooooonooooooooooooooooooodd
uybdbodbooobouobdoboboobooouobuoboboboobooobogboboabada
ocoooo0ooooooOoooooooooooooooooooooooooooodd
oooooooooooooooooooooooooooooooooooogoong
vooooooooogodggooooobooooodgdoooooooooooddd
ooooboooooobooooobooooooobooooobooooobooboooobooo
ooooo0oooooooooooooooooooooooooogoogoooood
gbooood

oooooao
ooooooooooooooogooogoooooooofgoooooooooonag
ooooooooooooooogooooogoodooooooooooogoondg
goooobooooooodgogoooooooooogdgddoooooooooood
gooboooooobooobobooocgoooboooooobooooobooogoooooao
oooooooooooooooogoooodoooooooooooooooooodg
oooooooooonooooooogoioooogooooogooooogonnd
oooooooo0ooooooooooooooooooogooodgooooooonondand
gboboooooooobobobooobogooao

gboooao
goooo0ooOoO0oooOoooOoooOoooOooooooooooooooooooon
ooooo0o0oooooooooOoooooo0ogooooooooooooooooodg
gboobooooooboobogoboboboooobogobobooboobooooobogobaobao
cooooooooooddoooooooogogddgdoooooooooodadd
ooooooooooooooogooooooooooooooooooooooodn

10

20

30

40



(52) JP 4968974 B2 2012.7.4

gboobooooooboobooboboboooobooboobobooboooboobogobobaa
ooobooooboobooocooboobooooobooooobooooooDon

oooooao
oooao
{ & BB
. FEHEREH | F v 3
wE | wywes et | ww i |3 om
Amberlite® 3% #1 - Rohm and Haas
XAD-2 FUEEE 300 o0 20-6¢
XAD4 Y FEEK 725 40 20-60 ?
XAD-7 RYAZ T L— 450 90 20-60
XAD-16 RULEHE 300 100 20-60
XAD-1180 FUXEK 600 300 20-60
XAD-2000 RUFEE 530 42 20-60
XAD-2010 RUBEEER 660 280 20-60
Amberchrom® #7355 #f - Tose Haas
CG-Tlm RUAZIYL—F 450-350 200-300 50-100
CG-7ic KYRF I L— 450-550 200-300 80-160 20
CG-161m RUFEEEK 300-950 110-175 50-100
CG-16lc RUKEE 300-950 110-175 80-160
Diaion"/Sepabeads® B35 11 - Mitsubishi Chemical
HP20 FUSEEE 500 300-600 20-60
SP206 REEAFL 550 200-300 20-60
SP207 BRELAFL > 650 100-300 20-60
SPg50 RUKER 1000 50-100 20-60
HP2MG FYAZYL— 500 200-300 25-50
HP20SS RUEEE 500 300-600 75-150 *
SP20MS FUEEE 500 300-600 50-100
Dowex® ;545 - Dow Chemical Company
XUS-40285 EREL 200 25 20-50
XUs-40323 BUBEE 650 100 16-50
XUS-43493 RYUEEK 1100 46 20-50
oooooao
Do0ooo00ooo00oooogooogoogoogoooooooogooooooondgd
ooooooooooooooogooooooooooooooooooooooonodand 40
0000000000000 000000D0g000000,000000000000
dooooOooooooao
oooooao
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
Oo0oooooooobooooooooooooooooooooooooboooooOoan
0000000000000 000000000000000000000000000
0000000000000 00000D0000000D000000000000000
ogooooao
oooooao 50



JP 4968974 B2 2012.7.4

gboooooobofoboobobobooooboobooboobooboooogoogobaooDag
Doooo0ooo0oooogooooooooooooooooooooooooooodn
ooooooooooooooooooooooooooooooooooooooodg
ooooooooooooooooooooogoogoogooooooooooodg
voodooooooooodooooooboooooodooooooooooood
oooboooooobOooooobooooooobooc0oooooooooooogooooog
oooooooooooooooooooofdooooooooooooooooooag
coooboooooooooooooooooogoodgoogooooooooooodd
000000000020 0000000000000000000000000O0O0O0
ocoooo0oooooooooooooooogooooooooooooooooonodg
gboobooooobooboboboboooobooboobooboooooboobogobaobag
dbdobogooobogbogboboboooobgbagbdgooooobogobogbabdd
Udobooogooobooooooogooooogoooodgoooocogooood
gbooboooooogoobogboboboooobogobgobobooobooooobobobao
vooobooooooooooooooooodgoodoodgoodgoooooooodd
oooobooooO0o’ bocooooooO0o bboooobooboOoooOobObooOoooboood
goo0oooooooogooobobooooogoogoboboooooogoogobgobDag
gbodobooooobogobogogboboboooobgoboobooooooogobogobaobad
gooooo0’ ooboboogoooor ooooooooboooooobooooobooo
gooboooooboooonn

gbooogd
ugbdoobooooobuobobobooboooobgboboboobooooboobobaobdd
goooo0oooOoooOoooOoooOoooOoooOoooooooooooooooondd
oooooooooonooooogooooooooooooooooooooooondg
ugbodbooboooobooboobdoboobooooboobobobooboooooboobaobad
ooooboooooobOooooboooooobobooooobooboOooobooooOoo
gbooogd
gboobooooooboobobobobooooobooboobobooboooobooboobobaa
voooooooogoddoooooooouoggdgddooooooooooddd
ooooo0ooo0oooooooooooo0ooooooogoooooooooondgd
coooooooooooooooooooooooooooooooogooooodg
vooooooooooodoooooobooooogdooooooooooogd
ooodoooo0ooooooooooooooo0ooooooooooooooooooondn
ooooooooooooooogooooogoogoogoooooooooooag
oooobooooooooooooooooodgoodoodooodgooooooonodd
oooboooooobOooooooogoooobooogooooooooooogoooooag
gobodoooooooooboboooooogooobooooooogo-0000000
gobodobogooooogoogoboboboooobogoboobooboooooogoogobaobag
dgbobdogooobogbogbobdgobooooobuobobobooboooouobuobobada
cooooooooooooooooogogooooooooooooon’ ooooooao
b’ booooooboboboboooobgobgobobooboooooogobobao
gbodobooooobogobogoboboboooobgobobooboobooobogobogobaobad
Jojobooogooooocdogoooooooooogooooogog® boogoooog’
gobodbooooooobgobobobooooboboboboboooogoobonb
gboooao
oooobooooooboooooboooooooboobooooboboooobooboooobooo
gooobooooooboooooooooooboooobr coooboooobooo
gboobooooooobgobobobooooboobobobor boooobobobao
ugbdoooooobouobobobooboooobuoboboboobooobouobobobaa
oooooooooooogoooooooooooogooooooooooooonog

10

20

30

40

50



(54) JP 4968974 B2 2012.7.4

0000000000000 000000000000000000000000000
0000000000000 D000000000000000000000000000
0000000000000 00000000000000000000000000¢0
0000000000000 000000000000000000000000000
000000000000 000

0o00ooOo

0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 000

000000

0000000000000

000000

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 00000000000000000000000000¢0
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
00000

000000

0000000000000 000000000000000000000000000
OoOooDooooo

000000

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 000

000000

0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000

0o0oooo

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000




(55) JP 4968974 B2 2012.7.4

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 0000000

000000

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000

0o00ooOo

0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000

0o00ooOo

0000000000000 0000000000000000000p 0000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000 00000000000000000000000000000000
000000000000 0000000000000000000000000000
00

000000

0000000000

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 D000000000000000000000000000
0000000000000 000

000000

0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 00000000000000000000000000¢0
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000




(56)

JP 4968974 B2 2012.7.4

gboooaod
oodooo0o0oooO0oooOoooooooooogooooooooooooooooodn
ooobooooooboooooboooooooboooooboocooobobooooboOood
ooooooooooooooooooooogooooooooooooooooodd
ugbdooogoooboobdgbdobooboooobobobobooboooogobaobaobad
ooobooodooobooooooogooooooooooocogoooooooboodo
ooooooooooooooooooooogooogooooooooooooonand
vcooooooooooogooogonoooogoododooodoooooogoondg
ODo00ooo00ooo00oooooooooogoogoogoooooodoooooooodnd
oooooooooooooooooooooooooooooooooooooooan
goooooooooooooooonooooooogoodgoodooooogoondg
gooooboooooodgddooooooboooogdgddogooooooooood
gooooOoooOoooOoooooooooooooooooooogoogoooooad
oooooooooooooooooogooooooooooogooooogooondg
voooboooooooouooogooooogoodoodgoodoogoogooondd
coooooooooooooooooooooooon

gbooogd
Uooooooooooooogonoooooooooooooooodgooooooondg
ooooo0o0dooooooOoooOoooooo0oooogooooogoooooooodn
ooooo0o0ooo0ooooooooooooooooooooooooooooooog
ooooooooooooooooooooooonooonoooogooooogoonon
goooooooooooddoooooobooooodgddoooooooooogd
oooooooo0oooooooooooonoooooooooogoogoogood
oooooooooooooooooooooooogoooooooooooooodg
ucooooooooooooooooooonoooodoodooodooogdooooondd
oooboooogoobooooooogooooooooooooooooogooooog
gobo0oooooooogoboboobooooooobobobogooooonag
gboooaod
vooooooooogdgddgooooobooodopddddogoooooooogod
ooooofoooooooooooooooooooooooooooogoogonog
poboboooogobgogbobobop0ooboboboboobooooobgobobo
goooooooooododdoooooooooooooddoooooooooodd
ooooo0oooO0oooOopO0OO0O00OpO000000000o0o00goooooooog
gobodoogoooogoogobgoobobooooobgobobopwob0oobgobgobobao
cooooooooooogonoooogooooogoodoooooooooondg
ocoooo0oooo0oO0oooOoooooooooooooooooooooooooooou
ooooo0ooooooooooooooooooodoooooogooooooood
oooooooooooogoooooooooooogooooonooooooooouy
ugbobodop0obOoboboooobonn

oooooao

gboooon
ooooooonoooooooooogonooonooooooodgoogoooood
gooooooooooooooooogooogooogoogooodgooooooonag
goo0oooooooogooobobooooogoogoboboooooogooobgobag
ooooooooooooooogoogooooodooooogoogooooodd
ooooao
gjoboooooobooooobooocoooboooooboocogooooogoobood
ooooooooooooooogoooooogonoooooooogooooooonag
vooooooooooodgoooooobooooogddooooooooooddd
ooooo0ooo0ooooooooogoogooogoooofoooooooooooooag

10

20

30

40

50



67

JP 4968974 B2 2012.7.4

0000000000000 0000000000D000000000000000
000000

000000000000 0000000000000000000000000000
0000000000000 D000000000000000000D000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
000000000000 00000000D0D0000000000D000000000
0000000000000 D000000000D000000000000000000
000000000000 0000000000000000000000000000
000000000000000

afalalululls

000000000000 0000000000D000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000DD00000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000y 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000D000000000000000000
afalalululls

0000000000000 0000000000000000000000000y O
0000000000000 0000000000000000

000000

0000000000000 D000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000D000000000D000000000
0000000000000 000000000D000000000000000000
000000000000 000000000000000000

000000

0000000000000000000

000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000000000000 000000000D000000000000000000
00

000000

0oooooooo

0000000000000 00000000000000000000000
000000

0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000

10

20

30

40

50



(58)

JP 4968974 B2 2012.7.4

oooooan
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000000000000000000

oooooao
00000000000000000000000000000000000,0000
0000000000000 000000000000000000000000000
000000000000000000000000000000000,000000 10
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
Dooo0oo0on

oooooao

0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
000000000000000 20
oooooan

00000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 00000000

oDoooon

0000000000000 000000000000000000000000000 30
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 0000000000000000,0000,000000
0000000000000000000000000000000000000
oooooan

0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000 40
0000000p00000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
oooooan
0000000000000000000000000000000000000000 50




(59)

JP 4968974 B2 2012.7.4

0000000000000 D000000000000000000000000000
0000000000000000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000D0000000000D00000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 0000000D000000000000000000ono0 10
0o0oooo

000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D00000000D000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D000000000000000000000000000 20
0000000000000 0000000000000

000000

0000000000000 00000000000

0000000000000 000000000D000' 00000000000000
00000000’ 0000000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000D000000000000000000
oooooao

000000

0000000000000 000000000000000000000000000 30
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000000000000 000000000000000000000000000
0000000

000000

0000000000000 D000000000D000000000000000000
0000000000000 000000000000000000000

000000 40
000000000000 0000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D00000000000000

000000

0000000000000 000000000000000000000000000 50



(60)

JP 4968974 B2 2012.7.4

0000000000000000000000000000000000000000
00000000000000000000000

000000

000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
ooooaon

000000

000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000000000000000000000

000000

0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
00000000000000000000000000000

oDoooon
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
00000000000000000000000000000000

000000
0000000000000000000000000000000000000000
000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000
oooooan
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000000000000000000
0000000000000000000000000

000000

000000000000 0000

0000000000000 000000000000000000000000000
0000000000000000000000000000000000000000

10

20

30

40

50



(61)

JP 4968974 B2 2012.7.4

coooooooooooonooooooooooooooooooooooooonodd
oooboooooobooooooogoooobooogooooooooobooooobooo
Do00o00ooo00oooooooooooooooodgooooooooooooooad
oooooooooooooooooooooooooooooooooooogoonodd
vooooooooogdgdgooooooboooooodddooooooooooood
ocoooooooooooooogoooo

gboooog
coooboooooooooooooooooooooooooodgoogoooood
ooooboooooobOooooooodooooboooooooooooobooooobooo
goboboooooogobogobgobgobooooobooboobobobooooobDobobao
coooooooooooooooooooooonoooooooooooooooodd
vooooooooooodggoooooboooooodgddooooooooogda
Doooo0ooo0oooooooooogoooooogooogooooogdgooooonag
cooobooooooooooooooooooooooooooooooooooodg
vooobooooooooooooooooodgoodgoodoodgoooooooodd
oooooao
ooooo0oooooooooooooooogooooooooooooooooonag
gbodbooooobooobooboboooooboobobobooooobooboboaobaonn
oooooao
ooboooooobocoooooooooobooogoobooooobooooobooo
gboobooooooobgoboboboooobooboobobooooooobogoobobao
ugboooboooboobobobooboooobuoboboboobooobouobobobaa
oooboooooobOooooobooocooooboo0oooobooooooobooooobood
oooooooooooooooooooooooooooooogoooooooodg
coooooooooooooodooooooooooocooooong
coooo0oooOoooOoooooooooogoogoooooooooooooodn
ocooooooooooooooooooooooooooooooooooooondg
gboooooooobogoboboboooobooboobooboobooooobobobaa
voooooooouoooddgooooobooooogdgddooooooooooodd
ooooo0oooooooooooooooo0ooooooogooodooooooonag
gbooooooooobgobgoboobooooboboboboobooooobobobao
ugbdoobooooobouobobobdooboooobgbgaobdobooboooogobobobada
ocoooo0o0ooooooOoooOoooooo0ooooooooooooooooooodo
gobooboooooogoobgobobobofboooobobobobobooooboobuobobao
cooobooooooooooooooooogoodooooodoooooooonodg
goooo0o0ooOoO0ooOoOoooOoooOooooooogoooooooooooooodan
gboboooooboobobobooonn

gboooaod
vogoooooooooodooooooboooooodooooooooooood
coodooooooooOooooooooooooooooooogooooooooan
coooooooooooooooooooogoogoooooooooooooodd
ucooooooooonoooooooogoodgoogdooooodoooooooondg
ooodoo0doooooooooogooooooooooooooooooooooodn
gbooobooooobgobobobooooboboboboboooooogobobag
ooooooooooooooooooooogoogodd

oooooao
ooooo0o0ooooooooooooooo0ooooooooooooooooooodn
ooooooooooooooooooooooooooooooooooooooon
vogoooooooooodoooooobooooodgddooooooooooood
oooooodoooboooooboooooooboooooboooooboooobooo

10

20

30

40



(62)

JP 4968974 B2 2012.7.4

gboobooooooboobobobobooooboobobooboooooboobobobaa
oooobooooooboooooboooooobooboooooboboooobobooooobooo
oooboooooobOoooooon
oooooooooooooooooooooooooooooooooooooood
goooooboooooododooooooooooooodooooooooooood
ooooooooooooooooooooooooooooooooooooooog
goooooooooooooooooooooooooooooooooooooog
gooooooooooooooooooooooodgogooodoogooooodd
ooooo0ooo0o0oooooooooooo0ooooooooooooooooooodan
cofooooooooooooooooooooooooooooooooooooog
goooooooooooooooooooooooooogoodooooooooodd
vooooooooooodoooooobooooooddgoooooooooood
gooboooooobooooboooooboboooobooooooboooo
oooobooooooooooooooooooooooooooooano
voooboooogonoooogoogoooooooodgoodoodgoogoond
ooooo0ooooooooooooooooooooooooooooooooooodn
ooooo0ooooooooooooogoooooooooooooooooooonoag
ooooooooooooooooooooogooooodoooooooooooodd
oodo0oooo0oooogooogogooooooooooooooooooooooodn
ooboooooobooooooogooooboooooboooogoooooogooooag
oooooooooooooooooooooooogooooogoooooooondg
voooooooooogdgooooobooooooddooooooooooood
ooodooo0oooooooooooooooooooooooooooogoooooodn
gboooaog
oodoooooooooooogooooogooooogoogoooooooondd
coodooo0oooOoooOoooOoooooo0oooogoooooooooooooodn
oooooooooooogoogoogooooooooooooooooooooodag
cooooooooooooooooooooooooooooooooooooonodd
voooooooogoooddoooooobooooodgdoooooobooooood
gooobobooooobooooobooooooobooooobooboooobbooooboOooo
gboobooooobobao

ugboogood
ocoodooooooOooooooooooooooooooooooooooooooodo
ooooooooooooooooooooooooooooooooogoogood
gooooooooooooooooogooooodgoodoodoooooooodd
ocoodooo00ooo0oO0oooOooooooooooooogooooooooooooonog
oooooooooooooooooogooogooooogooooooooooodag
gboooooooboobogoboboobooooboobooboobooooobooboobobao
ugbdoooooobouobobobooboooobuoboboboobooobouobobobaa
ooobOooooooocoooobooooooboogoooooogoao

gboooaog
goooooooooooooooooooogoogoodgoodooogoogoondd
DDDDDDI]IZIDDEIIZIDDEIDDDDDDDDDDDDDDDDDDDDTDDDD
gboboooooogobgoboboboooobobobobobooooobobOobao
gooooooooooooooooooooooodooodgoodooooooooodd
ooodoo0dooooooOooooooooofoooooooooooooooooonoan
ooooo0o0oooooooooOoooooo0ooooooooooooogooooodd
gbooboooooboobao

ugboogood
|:|DDDI:IDDDDI]|:||:|DI]DDDDDDDDDDDDDDDTDDDDDDD’ od

10

20

30

40

50



(63)

JP 4968974 B2 2012.7.4

0000000000000 00000000000000™0 00000000000
00000’ 00000000000000000000000000000™0000
0000000000000 000000000000000000000000000
0000000000000 D000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000000000000000000000000000000
0000000000000 D000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
Ooo0oDooooaon

0o0oooo

0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000D0000000000D00000000
0000000000000 000000000000000000000000000
0000000000000 00000000000000000

000000

000000000000 0000000000000000000000000000
0000000000000 00000

000000

0000000000000 000000000D000000000000000000
00000000000000000000000000000000

000000

0000000000000 000000000D000000000000000000
000000000000 0000000000000000000000000x 00
1l0ppoo00000000000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
000000000000

afalalululls

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D000000000D00000000D000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D00000

0o0oooo

0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000D000000000
0000000000000 D000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
00000000000000000

10

20

30

40

50



(64) JP 4968974 B2 2012.7.4

gboooaod
oooobooooooboooooboooooobooboooooboboooobobooooobooo
ooooo00oooooooooogooooooooooooooooooooooonan
gobooboooooogoogboboboooobgobgoboobooboooogobogbobao
voooooboooooodgoooooobooooodgdooooooooooood
ooooooooooooooogooogoooooooooooooooooooodan
gboooooooobgobobobooooobobobobooboooogoobobobao
coooooooogoogoogoogoogao

oooooao
ocoooo0oooooooooooooooooooooooooooooooooonag
gbodboooobogoboboboobooooboobooboboobooooobobobaa
ugbdoooooobouobobobooboooobuoboboboobooobouobobobaa
ooooooooooooooooonooo0oooooooooooooooooondg
ooooooooooooooooooooooooooogoooooooooood
ooodooooooooogoogoogogooodoodoodgooooogoondd
Doooo0ooo0oooogooogoooodgooooogoooooooooonag
ooooo0oooooooogoogooooooooooogoooooooooooag
ugbooboooooogobooboooboaoannb

oooooao
ocoodooo0o0ooo0o0ooooooooooooooooooooooooooooooog
oooooooooooooooooooooooooooooogoogooooond
coooobooooogdgdggoooooboooooodgddogooooboooooodd
coooo0ooooooooooooooooooooooooooooooooonan
oooooooooooooooooooooooooooogoodgooooooong
ao

oooooo
ooooo0ooooooooooooooooooooooooooooooooonondg
ocoooooooooooooooooooooood

uboogood
gooobobooooobooooobooooooobooooobooboooobbooooboOooo
gbooooboooogobgogboboboooobobgoboobooooooobgobobao
gbdogooobogbogbgobdgbooogobgbdagbdoboooooouobobobada
ooobooooooboooooboooooooboooooboooooboooooobooog
ocoooooooooooooogoogooogao

gbooood
ooooboooogoobooooobooooooobooooobooooobooooobooo
ocooooooooooooooooooo0oooooooooooooooooondg
gboobooooobooboboboboboooboobooboobooboooooboobobao
voooobooooooodgoooooobbooooggdgdogooooooooogood
oooooooooooogoao

gbooad

gbooood

od
gbobooooooobgobgobgoboooooboboboboooooooogobobag
gbodbooboooooboobobooooobogobobooad

oooooao
ooooo0ooooooooooooooooooooooogoooooooooonoag
godopb0OO0ooooooooooooogonooooooooooooooooooodd
bpboboObDOO0OO0ooooodooboooobboooooodooooooobooooood
op0OOO0oOoOoobOOOO0oO0OOOO0OO0OOobObOOOoOoOobObOoOoobobOboooobooo



(65) JP 4968974 B2 2012.7.4

OOoooooo0ooooooo0Dooooooo0ooDoDoooooooaog
Ooooooooooooo0oooooooboo oo oooao

ooooooooooooooooooooogoooooooogodp.
ooooooooOoooooooooooooooooooooooooan
DDDI]I]DDDDDI]DDD_DDDDDDDDDDDDZDDDDDDD
vcooooooooooogooooooooooooooooooooan
goooooboooogooddoooooooooooodgdooooooodd
ocooooooooooooooooooooooooooooooooan
gobobooooooogoobobobobooboobgobobobobooo
gbdboooooobogobogobobdboooobogobogobaoboooao
gooboooooooooooobooboooobooooboboboooobooo
goobooboooooogooboboboboobooobooboboboboo
gbobooooooooboobobobooobooboobobobobooao
ugbobdooboooooouobobobdoboooooboboboboooo
goobOoooobooooooboboooobooooboboogooobooodg
gbobooboooooogobobobobooooooboobobobobooo
gbobdooboooooooboobobdobooooobooboboboobooao
goooocoooooooooobobooooboocooboboboooobooo
ocooooooooooooooooooooooooooooooooan
vbooooooooooooooooooooooooooooooodd
goooocooooboooooooboboooobooooboboboooobooo
goooocoooooooooobobooooboooooboboooobooo
gboobooooooooobooboboboooooobooboboboboo
gbobdooboooooouobobobdoboooooboobobobaooodo
goooocoooooooooobobooooboocooboboboooobooo
gbobooooooogbgobdobooboooooooboboboboo
uooooogoooooooodoodgoodooooooooooodd
oooooooooooooooooogoogoooooooooonan
ooooooooooooooogoooooooooooooooooan
oooooooooooogooogoogoogoooooooooooad
gbobdoooooobogbgbdaobdbooooobuoboboboooda
ocoooooooooooooOooooooooooooooooooog
gobobooboooooogoobobobooooooooboboboboo
goooooooooooddgooooooooooodgdoooooooan
oooooQouooogoooooooooooooooooooooooan
gboboooooboobgobobog

|I:II:II:II:II:II:II:II:I
OO0 oOooooodg

O O o

||:IDD
Iy A I

e e s e e ) ey e e e s [y I:l|":
Iy ey e e e e ey s
O O0Oo0oo0ooioo I:I||:l Ooooooogogioooooo0ooDooooooDooo)|poooooQgdg

O
O
O
(]
O
O
O
O
O
O
(]
O
O
O
O
O
O
O
O O
O
OJ
O
O
O
O
O
O
O
O
O
O
O
O
(]

gooooobogao

O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O
O

| O
O
O
O
O

Oo0oo0o0oojocgogoi;mo
O O oOoio;oool|g
O Oooio;ooolg
O Oooinomoood
DDDDD|DD

I:I|I:II:II:II:II:II:II:II:II:I
O

gbobobooooooooboao
gooooooooooooooooogoogoooooooooooan
ocoooooooooooooooooooooooooooooooon
vuoooooooogonooooogooooodoodooooooooodd
ocoooooooogoogoooooooooooooooooooooan
oooooooooooooooooogooooooooooooooan
gbobooooooooboobobooboooboobooboboboooao
goooocooooboooooooboboooobooooboboboooobooo
goooocoooooooooobobooooboooooboboooobooo
oooooooooooooooooooooooooooooogoonag



(66)

JP 4968974 B2 2012.7.4

0000000000000 00000000O00O0O0O0O0gOoOooo0o0oo0o0o0o0oao
0000000000000 000D00000D0000D0D0D0O0000ODO0,000,00
0000000000000 00000000D0000DD0000D0O0O0O0O0ooooaO
0oooO0O0000000000000O0O0O0O0O0O0O0O0O0O0O0O0O0O0OoOoooooooao
0000000000000 00000O000D0000D0DO0O0O0D0ODODOO0O0OoooDOaO
oooao
oooooo
0Oo000O0000000000000O0000O00O0O0000O0O0O0oO0oooooogg
0000000000000 0000O0O000oo0O00O0DDOoO0O0OD0OOoDOoOO0O0ooooaO
0000000000000 000000000000o0oo0ooooooon
oooooo
oooao
Sterilyte™ 3.0 0D 28 KU
X & SUELRE T55/20y b
EEE MU L= AKF0H 136.08 20 5.443
Na—2 180.16 2 0.721
[ el N 182.17 20 7287
KCl 74.56 4 0.596
NaCt 3844 100 11622
DI ERE SRS L 294.10 10 5882
‘N:,HPO."JH,O 268.07 14.46 71.752
NaH,.PO,*H,0 13799 5.54 1.529
MgClL,*6H,0 2033 2 0.813
oooooao
0000000000000 00000O00D00000DDO0O0O0D0ODODO0OO0O0ooooaO
oooooo
0000000000000 000000O000O0O0O0O0DO0O0DO0DO0O0OoOoDOooDoDoOoOaO
0000000000000 000000000000D0DD0OO0O0D0OODO0DO0O0o0oooOoaO
oooO0O0O0000000000O0O0O0O0O0O0O0O0O0O0O0O0O0O0O0OoOoOoOooooooao
0000000000000 00000O0O0O0O0O00O00O0O0O0O0O0O00000000a0
0000000000000 O0000O0O00D0O0O0O00DDO0OO0O0ODODODOO0OO0OoOooOOaO
oooO0OO0O000000O0000O0O00O0O0O0O0O0O0O0OO0O0O0O0O0O0OOoOooooooao
0000000000000 00O0O0O0O00O0O000000O0O0O0Oooooo0o0o0goao
oooooooooao
oooooao
0000000000000 00000000O0O0O0O00000Do0Do0o0ooDo0Do0Dononon
0000000000000 0000000O0O000000O0O0O0Oogoo0o0o0o000a0o
0000000000000 000000O00O0O0O0O0O0O0O0O0O0OoOoOoOoOooooOan
0000000000000 00000000000000o0o0Doo0o0o0ooo0o0Dononon
0ooO000000000000000O0O0O0O0O0000O0O0O0O0O0O0O0o00o0o0o00ao
0000000000000 000000000DO0O0O0DDOoO0O0DoOoDOoOoOoooooaO
0000000000000 000000000000000000000000000
0000000000000 00000000000000o0o0o0o0o0oooooonon
0000000000000 000000000000D0D0O0O000oOoO0OooooOag
0000000000000 0000D00000O0O0O0DOoDO0O0O0o0oDOoDO0OooooOaO
0000000000000 0O0O0O0O0O0O0O0O0O0O0OOOO
oooooo
0000000000000 00000000O0O0O0O0O0O0DO0DO0DO0OoOoOoOoOoOoOooOan

10

20

30

40

50



(67) JP 4968974 B2 2012.7.4

gobobooooooogoboboboboooooobooboboboboo

0000000000000 000000000D000000000000000000
000003%®0000000000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000

000000
0000000000000 D0000000000 8000000000000000
0000000000000 00000p000000x00%00000000000
0000000

000000

0000000000000 D000000000D000000000000000000
0000000000000 000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000"MO000000000000000
000000

00000000000 %000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000 80000000000000000000000000000000000
000000000000 0000000000000000000000000000
0000000000000 000000000000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 0000000000000000000

000000

alialafuulls

000000

0000

WO Oolo oo oo O

:

ACT AGA AAACCTCGTGGA CT ¥
DCDO5: 5° GGG AGA GGG GAG CCC GCA CG 3°
DCDO06: 5° CAA TTT CGG GAA GGG CAC TC 3'
DCDO7: 5° GCT AGT ATT CCC CCG AAG GT 3’

000000
0000000000000 000000000000000000000000000
0000000000000 D000000000D000000000D000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
000000000000

0oo0oooo

0000000000000 000000000000000000000000000
0000000000000 00000000000

0o0oooo

00000

0000000000000 000000000000000000000000000
000000000000 0000000000000000000D000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000D000000000000000000
0000000000000 000000000000000000000000000
0000000000000 D0000000000000000000

000000

000000000000 0000000000000000000000000000




(68)

JP 4968974 B2 2012.7.4

ooooooooooooooogonooooooooooooooooooooondd
ooobooodooobOooobooboooooobooogooooooooooooobooo
goooo0oooOoooOoooOooooooooooooooooooooooooogg
gbodooooooobobobobooooboboboo

ugboogood
ooooo0oooooooooooooogooooogodooooooooooooodan
gboobooooooobgoboboboooooobgobobooboooogoogobobao
gbdboobooobooboobobooboooobgobobobooboooooobogann
oooooao
gobobooooooobgobobobooooogoogoboboboooooboobobao
coooooooooooooooooooooooooooooooooooooodd
vooooooooooodoooooobooooodgddgoooooooooggd
goooooooOoooOooooooOoooooooooooooooooooooodd
gobooao

gboogoodod
oooboooooobOooooobooogoooboooobooooobooooooooo
gboboooooogobgoboboboooobobobobobooooobobobao
ooooboooooooooooooooooooooooooodgoogoooood
oDo0dooo0o0oooO0ooooooogoogoogoooooooooooooooondn
ooooo00doooooooooooooooooooooooooooogooooondg
gboobooooobooboboboooobooboboboao

ugboogood
ocooooooooooooooooooooooogoooooooooooooodan
gboobooooooobgobobobooooboboboboobooooboobobobao
cooooooooooooioogogoooooooooooooodoin
oooooo
goooooooooooooooooooooooooooooooooooooodd
gbooboooooobooboobobobooooboobobobooboooboobobobao
vooooooooogdgdoogoooobooooodgddoooooooooooodd
ooooo0ofdoooooooooooooooooooooooooooooooooog
oooooooooooooooooooooooooooooooooooooood
dgbdogoooobogobgbdoboobooooobobobobooooobogobgbabad
oooobooogogoobodoooooooooobooooobooooobooooobooo
gbooooooogobogobgobobooooboboboboboooogobobobao
ugbooooooboobooboboboboooboboboobooboooogoboobaobaa
ooooooooooboooooan

gbooboog
gboobooooooboobooboboboooobooboboobooobooobooboobobaa
ugbdoooooobouobobobooboooobuoboboboobooobouobobobaa
cooooooooooooooooooooooooooooooooooooonag
ooooooooooooooooooooooodd

gbooood
goooooooooooooooooooooooooooooooooooooodn
DDDEDDEI[IDEII:IDDEI[IDDD_DDTMDDDDDDDDDDDDDDDDDD
oooobooooooooooogoogooooodgoooooooogooooondd
ooooooogooboooooooogoooobooogoooboocoooooogoooboodo
oooooooo0oooooooooooooooooooogooodgoooooooonag
gboboobooobooao

ugboogood
goooooocooooooooooooooooooooooooooooooooag

10

20

30

40

50



(69)

JP 4968974 B2 2012.7.4

DDDDI:IDDDDDDDDDDDDI:I_I:IDDDDDDDDDDDDDDDDDDDDD
gooooooooooooooobooooooooooboooooooooooooooan
ooooo0o0ooooooooooooooooooogooooooooooooonoan
O00oo0o0oooooooooooooooooooooooooooooooobn0Oan0an
goooooooan
oooooao
El[IDDI:I[II]El[IDDElDDEI[IDDDDDDDDDDDDDDDDDDDDDDD_D
Oo0oooooooooooooooooononononan
oooooao
Ooo0ogoaog
O 0ooooooooo0o” oooooooooooononoad
gogooogd’ oooooootooob0o ooooooooooooboooboOoOo0OO0Oaoao
gooooooooooooooooooooooooboooooooooooooooOon
DDDDDDDDDDDD_DDDDDDDDDDD
oooooao
ooodoooO0oooOooooooOoooogoooooooooooooogooooondd
El[IDDI:I[II]El[IDDElDDEI[IDDDDDEDDDDDDDDDDDDDZDDSD
OgooooooooobooootoooooooooooooooooooooofbOnOdnnan
oodooo0o0ooo0oooOoooogoooooogooooooooooooooooodn
ooooo0o0oooooooooOooooooooooooooooooooooooodo
DDDD_I:IDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDDD
go0ooooooooootototoooooooooooooooooboooooOo0d0Odonoano
goooooooooooooooooooooooooooooobooooooooon
El[IDDI:I[IDEl[IDDEl[IDIZI[IDDDDDDDDDDDDDDDDDDDEDDD
Oooooooooobooooononaon

NMR: d 1.57 (d, J = 6.7 Hz, 3H), 2.19 (s, 3H), 2.39 (s, 6H), 4.73(q,
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mp 206-267°C. NMR: d 2.50 (s,
3H), 2.54 (d, J =1.2 Hz, 3H), 2.58 (s, 3H), 4.63 (s, 2H), 6.28 (apparent q, J = 1.3 Hz,
1H), 7.59 (s,1H).
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5-TOEAFILIES O 'H NMR

d 2.29 (s, 3H), 2.52 (d, J = 1.2 Hz, 3H), 2.60 (s, 3H), 4.64 (s, 2H), 6.27
(apparent d, J = 1.2 Hz, 1 H), 7.51 (5,1H).
£ 5-ER(TAEAFLMESWO 'H NMR

d 2.54 (4, J =1.1 Hz, 3H), 2.60 (s, 3H), 4.65 (s, 4H), 6.30 (apparent q, J
=1.1 Hz, 1H), 7.67 (s, 1H).
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mp 224-225°C. NMR
(CDCly) d 2.37 (s.3H); 2.47 (s, 3H); 2.48 (s. 3H); 3.78 (s.4H); 4.59 (s.2H); 6.22 (s,
1H).7.42 (s.1H): 7.50 (m, 4H).
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NMR (CDCL) d 2.50 (s, 6H); 2.58
(s.3H); 2.90 (¢, J = 5.27 Hz, 2H); 3.53 (¢, ] = 5.17 Hz, 2H); 4.66 (s, 2H); 6.25 (s, 1H);

O

gooo

od
od
0
x O
od
Ua
Ua
gd

NMR (CDCl,) d: 2.51 (s, 6H); 2.58 (s, 3H); 3.62
{t, J=4.5Hz, 2H); 3.78 (t, }=4.9 Hz, 2H); 4.70 (s, 2H); 6.26 (d, J= 1.1 Hz, 1H); 7.61

(s, 1H).
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mp 138-140°C. NMR d 2.51 (s,

3H); 2.52 (d, 3H); 2.58 (s, 3H); 2.99 (s, 3H); 3.77 (m ,2H); 4.39 (m, 2H); 4.71 (s,
2H); 6.26(s, 1H); 7.62 (s, 1H).
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NMR: d 2.51 (s,
6H); 2.58 (s, 3H); 3.41 (t, J=4.9 Hz, 2H); 3.67 (apparent t, J=4.9 Hz, 2H); 4.70 (s,
2H); 6.26 (s, 1H); 7.66 (s, 1H).
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mp 139-141°C; NMR d 2.48 (s, 6H); 2.55 (s, 3H); 2.89 (t, J=6 Hz, 2H); 3.52 (3,

J=6 Hz, 2H); 4.64 (s, 2H); 6.22 (s, 1H); 7.59 (s, 1H).

gbooooao

voooobooooooddooooooooooodgdgdaooooooooooddd
gjobooooooboooboooooooobooooboboooooboobooooobooodo
0000000000000 00000000000000000DO0o0Oo*™®oooo o

8.54, 12.39, 19.18, 38.75, 62.26, 65.80, 108.01, 112.04, 112.42, 112.97, ﬁ6.12,
125.01, 148.76, 153.97, 154.37, 155.76, 160.34.
Anal. Calculated for C,;H,,CINO,: C, 60.45: H,5.97; N, 4.15. Found: C, 60.27,

H, 5.88; N, 4.10.
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d 1.73 (pent, J=6.4 Hz, 2H), 2.45(s, 6H), 2.51 (s, 3H), 2.78 (1,J=6.8 Hz,

2H), 3.54 (1, J=6.2 Hz, 2H), 4.59 (5,2H), 6.18 (s, 1H), 7.54 (s, 1H).

ooOoooao
ooo0ooao
O’ 0ooo0oooo0oooooooooooooo0o oooboooboooboooooon
ooOoooao
gooooooooooooooboooooobooob0ooboooboDoDoooooooOog
ooooo0o0oooooooooogoogooooooooooooooooooooan
Oododoooooooooooooooooooooboooboobo Dooooodd
ooooooooooooooooooooogoooodoooogoooooooodd
poooooooooooooobooboobooboobDoobDoDoooooooOod
oooooooooooooooooogooooooooooooooooooonag
oooooooooooooooooooooooooooooooooooooonodg
goooooooooooboooooooao
oooooad
ooooooooooooooooooooogoogoooooooogoooonodg
cooooooooooooooooooooooooooooooooooooonodd
vooooooogogoddoooooooouooodgdoooooooooooagdd
goooo0oooOoooooooooogoooo” 0ooooooooo” oooooao
go00ooo0oooooooooooooooooooOon0oao
sublimes > 250°C, decomp. > 300°C. 'H NMR (CDCl,): 2.54 (d, } = | Hz, 3H), 2.64
(s, 3H), 2.68 (s, 3H), 6.32 (apparent d, J = 1 Hz, 1H), 7.75 (s, 1H), 10.07 (s, 1H).
OoOooonoad
000" oooo0ooooooooooooboooboooboobooboooooodn
go0ooo0ooooooooooooooooooobooooDoooooooooooOog
vogoooooooooodoooooobboooooodooooooobooooood
Ofddooo0oooooooooooooooobooobooob0ooboboboooooon
oooooooooooooooooooooooooooooooooooooood
oooooooooooooooooogoogon” oodoodooooooo’ O
ocoooo0oooooooooOooooooooooooog

mp 244-245°C. 'H NMR (CDCl,): 1.97 (1, ] = 6 Hz,
1H), 2.31 (s, 3H), 2.51 (d, J = 1 Hz, 3H), 2.58 (s, 3H), 4.79 (d, ] = 6 Hz, 2H), 6.25
(apparent d, 1 = 1 Hz, 1H), 7.49 (s, 1H).
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201-202 °C. 'H NMR (CDCly): 2.29 (s 3H). 2.52 (d. J = 1 Hz, 3H). 2.60 (s. 2H).

4.64 (s, 2H). 6.27(apparent d, J = 1Hz, 1H). 7.51 (5. iH)
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mp 225-228°C.

'H NMR (CDCL): 2.26 (s, 3H), 2.46 (s, 3H), 2.51 (d, ) = 1 Hz, 3H), 3.87

(m, 4H), 4.64 (s, 2H), 6.26 (apparent d, J = | Hz, 1H), 7.42 (s, 1H), 7.64 (multiplet,

4H).
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'H NMR (CDCL):

2.30 (s, 3H), 2.51 (s, 3H), 2.58 (s, 3H), 2.91 (1, J = 5 Hz, 2H), 3.59 (t, J = SHz, 2H},
4.64 (s, 2H), 6.25 (s, 1H), 7.50 (s, 1H).
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'H NMR (d6-DMSO): 2.32 (s, 3H). 2.45 (s, 3H), 2.50 (s, 3H), 3.00 (m.

2H), 3.71 (1. J = 5 Hz. 2H), 4.71 (s. 2H), 6.33 (s. 111). 7.79 (s. IH). 8.15 (br). ''C
NMR (d6-DMSQ): 7.93. 8.57, 19.01. 38.74. 62.66. 66.28. 108.22, 112.42, 113.69,
11534, 116.06, 125.60, 14938, 150.95. 154.26 (tentatively 2 carbonsy, 160.26.
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NMR d 2.46 (d, 3H), 2.47 (5, 3H ), 2.51 (s, 3H), 3.58-
3.67 (m, 8H), 4.67 (s, 2H), 6.18 (s, 1H), 7.57 (s, 1H).
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NMR d
2.50 (s, 3H). 2.51 (s, 3H). 2.58 (s. 3H), 3.01 (s, 3H), 3.66 (m, 4H), 3.77 (1J=4.6 Hz,
2H). 4.37 (1. J=6 Hz, 2H). 4.69 (s, 2H). 0.25 (s. 1H), 7.61 (s. 1H).
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NMR d 2.50 (s, 6H),
2.57 (s, 3H), 3.39 (t, }=5.2 Hz, 2H), 3.68 (m, 6H), 4.70 (s, 2H), 6.24 (s, 1H), 7.62 (s,
1H).
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NMR d 2.50 (s, 3H); 2.50 (s, 3H); 2.57 (s, 3H); 2.86 (1,
J=5.3 Hz, 2ZH); 3.50 (1, J=5.3 Hz, 2H); 3.63 (s, 4H); 4.70 (s, 2H); 6.24 (s, 1H); 7.62
(s, TH). m.p. 170-173 "C.
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NMR d 1.45 (m, 2H), 2.49

s, 6H), 2.55 (s, 3H), 2.58 (t, 2H), 2.66 (1, 3=5.6 Hz, 2H), 2.76 (m, 4H), 3.55 -3.61
(m, 6H), 4.68 (s, 2H), 6.22 (s, 1H), 7.61 (s, 1H).
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NMR d 2.45 (s, 3H); 2.47 (s, 3H); 2.53 (s, 3H); 2.78 (t, }=6.6 Hz, 2H); 3.00 {1,

J=6.5 Hz, 2H); 6.20 (s, 1H); 7.44 (s, 1H).
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1.52 (m, 4H), 2.47 (s, 3H), 2.49 (d, J=1.1 Hz, 3H), 2.54 (s, 3H), 2.68 (g, J=6.5 Hz,
4H), 3.86 (s, 2H), 6.21 (apparent d, J=1.1 Hz, 1 H), 7.60 (s, LH).
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total 9 H, 2.44 (s), 2.50 (s), total 9H, 2.63 (m, 4H), 6.17 (s, 1H), 7.56 (s, 1H). |
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2H); 6.17 (apparent d, 1Hz); 7.40 (s, 1H).
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J=3.41 Hz, 4H),

1.65 (m, 4 H),

2.46 (s, 3H), 2.49 (d, J=1.14 Hz, 3H), 2.66 (m, 15 H), 3.85 (5, 2H), 6.21 (s, 1H)m
7.60 (s, 1H).
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£ 20
(&=t AR (mghg PCE/RBC (%)  PCE + MN (%) W By
2 40 3.08 + 0.82 020 + 0.14 4
2 25 J4ag 2032 025 £ 0.11 &
CycloPP 30 1.65 + 0.64 1.95 + 0.40 6
4R Ak 3.49 1 0.55 0.12 £ 0.13 6
6 45 3.79 £ 0.41 0.36 £ 0.14 3
'3 30 3612012 027 £ 038 3
7 45 57+214 031 + 0.07 3
17 30 3474033 0.30 £ 0.17 3
CycloPP 30 0992033 1.76 + 0.64 3
A4 P Ak 3474043 023 +0.15 3
18 20 342+ 0.79 0.17 £ 0.06 3
i3 15 3592033 0.43 £0.12 3
18 3.15 361114 0.17 +0.12 3
CycloPP 30 1.39 + 0.41 2.09 £0.17 3
EEBHIK 3314063 0.36 + 0.11 3
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$219 sun sie S 4.0
iV vl IN 23 0 ) 0
REFRUTAL 27 20 20 20
THha—2 a 2 2 2
=Nt 2 30 20 ] 20
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NaCl 45 20 100 %0
VIBEFRIIL 15 15 10 10
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M:zCl, 0 1 2 2
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®x n
y, AP *
sy sin S219 s1n2
pH 6.86 6.82 6.33 6.60
GMP140 7% T4% 0% 0%
BE 30 41 16 31
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i s S3.e S4.0 SLI9
n=17 a=21 =4 =i i
pH 731 7.14 7.12 7.13 7.04
R 12 3 76 78 81
GMP-140 52 49 4% 45 P
TUVARRZL ;1 HolR:
&
11823 Sn S 3.0 S40 5119
=18 n=10 u=4 n=4 n=23
pH 7.03 6.92 6.93 6.93 6.96
RE 3 » 67 70 64
GMP-140 61 6 63 y -
"UVAZZL : 5 HOWE
* 25
Sin $3.0 549 $2.19
n=20 n=4 =4 n=22
PH 6.80 6.78 6.79 6.95
AR 59 54 s4 52
GMP-140 7 7% % P
"3 Pa—)@ UVA ; 5 HOIRE
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#* F
% BIE  s-59 % BF 599
R 2 Al R = 3 B¥RA RS = 4 BE(E
Amberiite XAD 40.8 312
Amberlite XAD-16 402 359
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* G
(11070 g
e ] FH (0%t ATP S GMP-140
1R 58 1H 5H 58 5H
ERPHN S 1o 6.67 - 1192 . 07(0H) 42 (31)
RERELD (0H)
Amberlite
XAD4" 6.31 7.0% 1144 1220 03 64 (64)
Amberlite
XAD-4 6.79 1.03 1132 1222 02 61 (62)
Amberiite
XAD-16* 652 .07 1304 1352 03 64 (60)
Amberlite
Amberlite
200° 679 693 1080 1104 0.0 92 (38)
Amberlite 200 679 7.00 112 956 Q.1 92 (v2)
Sigma AC 755 153 940 164 0.1 74 (91)
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% H
il _
W2 A l‘ﬁﬁ CMP BE () | SecATP HSR
{z 10'/ml) 140 (amol10%) (%)
2757 RLOAERE gs7 5 105 0.8 s6
Amberlitc XAD-4 973 57 13 0.58 3]
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