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Epidemiology of Rubella virus infection 2013 — Sakai city

Kiyoko Uchino, Tatsuya Miyoshi, Fumika Okayama, Yuri Shibata,

Hisayoshi Yoshida,Tomizo Numata, Tomoyuki Tanaka and Kazuo Kobayashi

From January to December, 2013, Rubella virus (RuV) detection and isolation in
clinical specimens, i.e., blood, nasopharyngeal swabs and urine, were collected
from patients with 286 cases suspected as measles and /or rubella infection. Among
those samples RuV genome detection with RT-PCR and a viral isolation were
performed which composed of 274 nasopharyngeal swabs, 269 blood samples and
246 urines.

RuV genome was detected from 210 cases (77%) and RuV was isolated from 183
cases (68%), which nasopharyngeal swabs were the most optimal specimens for
RuV examinations.

In 63 RuV positive cases among 98 were the female with age distribution was
from over 15 to 39 years old. On the other hand, in 144 RuV positive cases among
188 male cases distributed from 20 to 49 years old which revealed approximately
1.9 times higher than the woman.

RuV were classified genotype 2B, 1E and la. Since March, 2013 the rapid
increase of the patient might be due to 2B expanded in whole city and genotype
2B was predominant.

In the cases of RuV genetic detection, rubella IgM-EIA antibody was
determined to be negative in the 65% of case in blood collected within 3 days after
the appearance of rash and there are in the 3% of case which shows a high rubella
IgG-EIA antibody index in the blood taken immediately after the rash
appearance.

Key word; Rubella virus, genetic detection, isolation, genotype, antibody
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Surveillance report of mosquitoes related to West Nile Virus in Sakai city,
Japanese fiscal 2013

Hisayoshi Yoshida, Yuri Shibata, Tatsuya Miyoshi, Kiyoko Uchino, Fumika Okayama, Tomoyuki
Tanaka, Kazuo Kobayashi and Sakai city Living Hygiene Center

Annual surveillance of vector mosquitoes which may reserve West Nile Virus (WNV) was performed
with PCR-based molecular identification of Culex pipiens complex, which focused on local distribution
of the members of Cx. pipiens complex and variation of species composition at inhabiting residential
area in Sakai city. CDC miniature suction traps with 1kg of dry ice instead of a lamp were used to col-
lect adult mosquitoes at 12 collection sites from April 2013 to March 2014. Among 2,027 mosquitoes
collected in this study, 1220 (60.19%) were identified as Cx. p. pallens, 385 (18.99%) were Aedes al-
bopictus, 215 (10.61%) were Cx. p. form molestus, 29 (1.43%) were Cx. tritaeniorhynchus, 1 (0.05%)
was Cx. quinquefasciatus, 1 (0.05%) was Armigeres subalbatus, 3 (0.15%) were Cx. p. Com-
plex sp.. Hybrid species between Cx. p. pallens and Cx. p. form molestus with 35 (1.73%), hybrids be-
tween Cx. p. pallens and Cx. quinquefasciatus with 28 (1.38%), hybrids between Cx. p. form molestus
and Cx. quinquefasciatus with 1 (0.05%), hybrids between Cx. p. pallens and Cx. p. Complex sp. with
105 (5.18%), hybrids between Cx. quinquefasciatus and Cx. p. Complex sp. with 3 (0.15%) were also
identified genetically. Neither WNV nor Flavivirus genomes were detected from all of the female
mosquitoes based on RT-PCR with WNV and Flavivirus specific primer sets.

Key words: WNV, Surveillance, Culex pipiens complex, Cx. quinquefasciatus, hybrid
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Molecular epidemiological investigation of gastroenteritis viruses based on detection
viral genome from the sewage.

Tatsuya Miyoshi, Kiyoko Uchino, Fumika Okayama, Yuri Shibata, Hisayoshi Yoshida,
Tomoyuki Tanaka, and Kazuo Kobayashi.

To investigate the epidemic of gastroenteritis viruses, we preformed the detection of
viral genome with both environmental samples from sewage and clinical ones from
sporadic gastroenteritis and outbreaks, and molecular epidemiological analysis of
gastroenteritis viruses.

The level of Norovirus (NoV) genome in sewage increased in winter, NoV epidemic
season,most of NoV genotypes from clinical sample were also detected from sewage. It
was supposed that it was possible to analyze NoV prevalence based on NoV investigation
In sewage. Sapovirus, Astrovirus, and Aichivirus were detected in sewage with high
frequency though there were a few detections of them from clinical samples. It was
suggested there were not many infections caused gastroenteritis by these viruses.

Based on viral genome detections from sewage, it was not possible to analyze viral
pathogenicity but to grasp viral infections in wide area. We expected to grasp the
prevalence of gastroenteritis viruses in citywide by analyzing about both environmental
and clinical sides.

Keywords: Norovirus, Sapovirus, Astrovirus, Aichivirus, sewage, genotype.
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Enterohemorrhagic Escherichia coli infection and its surveillance study in Sakai city,
2013.

Mitsunobu Sugimoto, Hiromi Fukuda, Junko Shimosako, Naoki Iwasaki, Takashi
Onaka, Masaharu Yokota, and Tomoyuki Tanaka

Summary

20 incidents of enterohemorrhagic Escherichia coli (EHEC) infection were
observed in Sakai city, 2013. Among 14 cases, 14 presented clinical signs such as
diarrhea, fever and abdominal pain except 6 of them considered as an asymptomatic
carrier. EHEC isolates were 0157 from 13incidents involving 11 cases, 026 from 3
incidents involving 2 cases and 0121 from 3 incidents involving one case, and one
incident involving one case was due to serum antibody diagnosis.

Only one case, we thought to be due to food-bone transmission from meat, because of
the PFGE, drug susceptibility tests and the toxin type of the isolates from two
incidents revealed the same pattern.

Another 4 cases with 4 patients out of 4 restaurant's visitors were thought to be due
to food-borne transmission, however, none of the food materials for a bacterial
examination were left anywhere.

Keywords: EHEC, 0157, PFGE, drug susceptibility
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TEICTHE LT,
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ZFELal TR, AikEZEFR (Or-N) (22
W TN 20 5 e RE 225
NOzN NH4-N OFfn] &2 Lo [ W TRz,

75 S
ZRERI Y 2O T
KRS OJi K LD U ARED A
M Z X 2 1T,

1)

(et TFAALELE
08 1
06 |l
| |l o
RRRNNE L
I — ki 1 ) — T

0.8 08 1

08

04
02 02
(HlllIlllll-lDo

Ha; 575 Hz5108 Hzg Hzs-48 H257H Hzs108 Hz615

X 2. FAMEGOHGRK ROV PR
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(In-N) [NOs-N |

7

DIFHERIZE T DN T
TGO K &) DOZEZEIREE D A
B A X 3 1R,

e TS
I @ ~o,-N
| | | - NO,~N
" lll (N [
@) NH,—N
@ or N
llIIlllIll.
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D H R

HEREREZERIE, T/KLERY; : 12~1Tmg/L,
W 2 1.2~12mg/L. OFFH CTHERS L TV,
— 5. AHEREEFEIT T AKOEY 1.1~
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I T IROMEREHE U S REE X T KRS ik
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Survey on phosphorus and nitrogen according to the form of the disposal plant which
releases it to the river

Yutaka Thara, Kayo Tabata, Hajime Miyagawa, Shiro Matsuda, Masanori Shinto and
Kazuo Kobayashi

In the Seto Inland Sea, phosphorus and nitrogen supply from the land area was reduced.
Phosphorus and nitrogen concentration is lowering. Inorganic state nitrogen is scarce in
some sea areas. We focus attention on a sewage disposal plant and the river thought to
be the main source of supply in the land area to check the actual situation of the supply
from the land area to the sea area according to a form. We performed fact-finding of
phosphorus and nitrogen according to the form. As a result, it was confirmed that an
Inorganic state was a high tendency in terms of phosphorus and nitrogen of a sewage
disposal plant and the river. The inorganic state phosphorus and nitrogen levels of the
sewage disposal plant were the tendencies that were higher than a river.

Keywords : inorganic, organic, nitrogen, phosphorus,
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GC-MS, LC-MS/MS Z M\ 7z

REEM T DR BRRE—ForEOR S R

HE

WIAESE  Vopfidk gl /RRIR

AL OFE R —F 5 HraBRiE & LT, QUEChERS JEICEFE D T 202 X D k582 0f
A &R 7BE a8 A Uiz, RRBREZHWT, 10 B W TZYMRHE T A R A
NCHE S E YR & S0 LT, TEIC X D EENTH D03, EREEERD 48-79%0D
T MR A KT A o B &= LT,

F—U— N MR, K, QuEChERS %, GC-MS, LC-MS/MS

1. Ui
WRk226FE12 312 TRMHIZIRE T 2 R3E
ST D RBRIEO SR A KT A
IZOWNWT) BDWESNY LT, A K74
V). EERBRIETH - TH ., KR TRl
EORLEFTMT DL Eipotz, HA R
T A ANZFEDWTFH A FE T 5124720 |
A RTA > OHBEICEET D REHEE %<
155720, Uik ETRBRIEOK R E1T-
7o PEROBEEEREN S, QUEChERSE
(ZEF S T 2 L DR A O S8 7Rk
CEBHIT T, RiEERAWT, (RFENA
101EM % *E G 24 R FAI % 520 L 7= > C
W5,

2. MR X UL
1) &

TIRDIZINAE D, Fr Y Tl
. NEbe, PV A @R, mFERE, I
AL, FEN, Tayal =KL H R
Z HWT,
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2) 3K

- R IR

GC/MS* A IR AT HER31, 61163
(BEFk8Y) . PL200524RLC/MS MIX 1,
1% OMIT (bR )

- NI HEE (GC D7)

TrF 7T -dwo, Tt Ll rdok
O L 2-dag (Ft i)

- SRR (GC-MS)

GC/MS X EFIEAITEHER 31, 61 KT
63 # 2ug/mL L7025 K OIZTE FrmnF
Fo (1) IR THIHRE, 617 o/
~F (1) R CHEEAR L THER L,
REAR R & LC, 0.02-0.5ppm D
PH CHEYEIRIR &2 VBB U 7=, R B A PR TR
Wi, 7k F 77 do, T F L
dio XL OV L v-dis D NEEAREYE %
lpg/mL 722 X HZmmL7z, £7-, [k
ARV =F Lo 7Y a—n (300 %
125ug/mL & 72 % X H i L7z,



- IR (LC-MS/MS)

PL2005 &3 LC/MS MIX I, II X OMII %
lpgmL L7225 X9 A% 7 —L Tk,
EDICAZ ) —/VCTHEAR L THEH L,
AR A & L C. 5-140ppb O#iH
CIEEERR A ERL LT,

- [EFEA T A

Mega Bond Elut-C18 (1g/6mL) (7L >
k727 v y—#l) Supelclean ENVI-
CarbII/PSA (500mg/500mg/6mL) (227"~ 7
VR F Uyl

« ZOMhEAEE

T hr=hrVL, TS n~FH,
HWAbT MU T A GREREESHTH, Fieiise
w), by GREERIESHA. BRI
&), A% — (LC/MS . Fotissd),
oKW~ 72>, 7V 3 T Y
U L2 KF) (R, Foepisksy), o o @
KF 2T RN T A L5 KFMW), AU =F L
7Y a—/1 (300) (1 &, Foyefliskiy)  weps
7= A (LCMS H, v Z7~T /K
v F VxR )

3) HiE

- GC-MS
GC : Agilent6890N (7" L )
MS : Agilent5973 (7 ¥ L > ki)

+ LC-MS/MS

LC : Thermo Surveyor (—EF 7 4 v ¥ —
YA 2T 4T 47 R

MS/MS : Quantum Discovery MAX (#—%
T4 TR —P AT 4T 4 v B

4) T SRpt
- GC-MS A
GC
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# 7 A : SLB-5ms (N£% 0.25mm. £ & 30m.
IR 0.25um, /=T R v F Py

H)

¥ ¥Y—HA:He

X U — A 1.0mL/%y

FEADRE : 270C

FEAFR : LR RZAFY v FLx OV A

J£ 200kPa. 73V AR 2 4))

HEARE : 4ul

717 K 80°C (5 43) — 20°C/4y — 160°C —
5°Cl4y — 220°C — 3°Cl4y — 235°C — TCl5y —
310°C (8 %))

MS

A B =7 2 —RRE : 280C

A PR 230°C

VU BRI © 150°C

A F kYL - EI

A A ALEE : 70eV

HEE— K : SCAN, SIM [RIRFHIE

- LC-MS/MS

LC

717 A : Ascentis C18 (N2 2.1mm, £ &
150mm, KifE 3um)

BEH : A AN B RIZHOW T, /o v=
v NEETHER LT,

AWK 2mmol/L Wil 7 & =7 LK
Bk A%/ —

ATV N i

Rl (9) | AR (%) | B (%)
0.00 98 2
15.00 5 95
23.00 5 95
23.10 98 2
33.00 98 2
BaAiE © 0.20mL/%y
A7 LR - 40C



HEAE : 5ul FEMELTZ, E OO HOWTIX, 90T
FH14051 B 5 EIORERA FEhE L7,

MS/MS - EERS

A A —Z{EJE  300°C RSy 0.01ppm (2B D E— 27 3,
A F 2 1k% : ESI (Positive, Negative) SINZ10 TH L0 =R LT,

A A AT L —FEE : 3500V (Positive)

-2500V (Negative) | i L?““ |

HEE— K : SRM (Positive, Negative) | 2 10g |

5) FRBRIAR DAL

ABRVEIT. EEIRERE D QUEChERS i | 7¢r=F0n tomL |
RS 5 AT X BRI GEI S 7 R L
| RETFA R | 12,000rpm, 147fH
B LT, |
X 1 O7a—Zhto> TRERESIK 2 38 L
Wik VoA 1g
7= 7= WS R U O h2KRM 1g
BEHET — F7 0 o P — %o Tl | L ge s a0 05
Lize mFEREICHONTIL, EEDS 208E
EBREIC, BT L VNEE TS T BE— | YL 1491

i

5

b LT, E£7-. RBOKSEDN 80%KIT I
BBIT L x T, W 10g ZFFREIC | Llﬁ'**ﬁ | B000mpm. 5571
BUEHROA A 10mL 2 B2 L 0= o |
SKEIMZ, KOFEEITT, |

| Cl8W 7 Lv7u~ NI T7 14— |

6 Dy L V%= :l‘/?‘/r“/a;‘/’f
) ‘ﬂ‘é‘ LR Sy EURAmLA S (R—/L By )
- AR (R L) 74 k= kU L 20mL

FHEHZOWT, E'mAHET HE—I N |
WD EER LTz, £, BE— 27 R EN
H o, HEM (BIFERR) OHEBIREAY 0.990
FHEOHDOIZEI LT, YT B oL LT | ENVI-Carb/PSA% 3‘57 e Fﬁ“§74 -

BRIERR & LT, iiii;l;;iUﬂ%ub@@%mwﬁﬁﬁéﬁﬁ
- B ([BIFR) RS b= R UL (153) RHE80mL G

EONAZE D, FrXY TV L o

e | aoceur, s ssor 2 cmm

MLy 7 R = b UL (1:3) IR 2mLIC A fiE

WCHE. VR 0-1ppm. 0.01ppm > 2 i | o%lﬂa AO°CCEIT, %% 2 T
}E“C“O)‘]ﬁéj]ﬂlﬁlﬂi%ﬁ%ﬁ%%ﬁ'@ L/f:" %O)ﬂﬁ@ﬁf 7 hrm-~%H o (1:1) iRiE ASTD, PEG#%&Te) 1mL (GC-MS)
Iz HoOWTIE, BIRE 0.01ppm CTHsANE] A4 7 —/v 4mL (LC-MS/MS)

N R 2 S0 L 7=, |

C HE (TR R PR [ wwwe |

FEONAZE D, TV, I TnnL xico
WX, OfrE 14281 3 2], 5 HIEEER 1 #ABr~7o— (GC-MS. LC-MS/MS
-
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3. MRBLOELE
1) SR CRr2E)

BPRPEIZONT, FEREZE 1-5 (GC-MS),
# 6-10 (LC-MS/MS) (Z7~r7,

GC-MS Tit, EEZHETHE—INT
ARy RoTaw N, NITUA—LEE
TRONTZ, B OFHER T LD EET
bHrLEZONT, £, TAF AR R
TLARAY T, RV =F Lo 7Y a—Z
&5 BMHALRCE— 7 TR OB L BTz,
HNTEHR—=NRTBEZITY R, A4 YFHF
FoAF Y TR, BMERARDBR O,

LC-MS/MS TiE, E®AZWHETLHE—7
TR T2, Flo, BE—2BROE
LREONRoT2, TEXF /AT VLY
TNAETCIEL, RERARRDA T,

2) B (L ER)

BEIZOWNWT, fEREFR 15 (GC-MS), #
6-10 (LC-MS/MS) (2777, /-, HEEDSy
fiz#k 11 (GC-MS), % 12 (LC-MS/MS) I
Y,

# 11 kv, GC-MS TIZEE 70%Aim b
L <IE 120%8L | & 72 > 7= PR IR E fa sk 4>
KOK) 5-15% R oitz, Ziid, AiALEE#ER
TRIZBIT 28R LLIE~ N v 7 R 2k D
HERNREORELEZ DN, —, #
12 £ 9. LC-MS/MS TIZEE T0%AIi & 72
o 7o BRI E SRR DK 20-30% L 5 4,
HE 120%LA EEpo - BT L A SRS
Neinolz, ZAUX, ATUEREEIZ BT 218
o~ bV w7 AT K DA A ALIHINE 2
bz, fERMIZIE, GC-MS, LC-MS/MS
Ao THIEEEEED 80%LL EDEEK T,
T 70-120% DFFAN & 720 . B 7R
NELNTZ, 7272 L. LC-MS/MS THEJE D
HEE 2 S0 b O SN, Rk
WiRE SDICHIRT D, ~ U w7 2%
REBHT D72 DOHREDN, 5H%METHD,
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£11 FEOH T (GCMS)

B FES5NAZS *y Y EhnwvLx
([EILIM %3) 0.1ppm | 0.01ppm | O.1ppm | 0.01ppm [ 0.1ppm | 0.0lppm
<50% 5 5 7 4 7 4
50-70% 5 2 3 5 6 3
70-120% 167 160 168 152 165 162
120-150% 1 6 0 11 0 8
150%< 0 5 0 6 0 1

* 12 HEEOHT (LC-MS/MS)

B FE5NAZS F Y FEhvLx
([E] ) | 0.1ppm |0.01ppm | 0.1ppm [0.01ppm | 0.1ppm | 0.01ppm
<50% 23 22 18 17 20 21
50-70% 6 4 2 5 1 2
70-120% 68 69 78 76 76 74
120-150% 0 3 0 0 0 0
150%< 1 0 0 0 1 1

3) FEIE (M THEE K OV N )
FEEIZOWT, #ERAER 1-5 (GC-MS), #
6-10 (LC-MS/MS) (279, HIEHEERIZ LS
T BN BAEE AT SV OITEE
HEEE 272 S 720 OREL | KEDOHRH
B 2 72 S 720 DI 2o 7o, RFIZ,
LC-MS/MS T\ BEETH Y, HIH
TOWEBOEBNRKE S Aoz, iUk,
717 LOFALSCRIER DTG L W Tz, Has
DIRFEDEALNIFIKRD 1 D EZ BT,
7277 L, OBERICHOWT b A% 5 %
ERH D,

4) FE RIS
BRI RSy 0.01ppm (2RI D E—7 1%,
GC-MS. LC-MS/MS #:{Z SIN=10 Th -7z,

5) FFAf

A KT A4 O BEMEEZRT LT S3EEE
B, #1317,

EONAE D, XY ENEFENNL XD
3 EM T, MIERIEED T3-T9%D 23K
THA RT4 > O B 7= LT,

EONAE D, T KNIV L XL
o T EMIZOWTIE, A RTA4 2D



PR S Lo iBRyE 2. BHlxrg & L
TR E R BMCEAT A 12D
WCHHIE L7z, AT 2124720, ik
WNEMZ 5 Z SIIREES s E 2 b
Too £TT, O8RS 31EW (25 A
T, FXXYRENENWL X)) 2TTHA
R A > O BEEZT- L, D>OXSRIEY T
A RTA O BEEE M LT ERE, £

DRGAETO BAMEIZE S LI & LT,

TO/RR, FINAE I, TV LETITN
WL XBSND TEHTHA RT7A4 0 DOBEIE
EZH- LRI, MERERERD 48
60% & ol T, IFoNAED, Fy
XY ERERNL XD 3 EmE Y b 70
B, —EOMEIIEL N TE, BWHL
EOBRZRE, WETLRMRHLEEZH
nas,

# 13 HiFEEA w7 Lo BIEE B8 (fF
Zpl)

GC-MS LC-MS/MS
fF9% mor | wek

EHONAE D 137 65
X vy XY 132 72
oL ox 146 72
NEH 2 101 58
7202 A (R) 88 49
mEhE 103 55
WA U A 95 60
<& 96 57
Jnayal)— 78 54
LA A 107 59
4. FEEE

QuEChERS JEIZEF S T 22 Xk DFEH%
P S e 7o BRIEZEA L, RiEEHW T
YA 1TV, 10 ECRIF 7ok R a2 15
BT ENTE T, RNETEEEIE—F oL
ELTHYTHL T &N TET,

Lt MMOIEY) TR YR % 506 L C
W B E BT, BITEREOS BT 0
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*1

2SRl R (X9 A% 9. GC-MS)
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- 0.1ppm 0.01ppm . - 0.1ppm 0.01ppm i
-3 £ ’TM\ R (ORTREES [SREEE [ ELEE | GRITREEE | EPVREE :'tﬂ‘l‘ LH\ BUE | DHTRIEE [ SRS [ BTEE | ORFTREEE (S AR :*L‘Il]
(%) | (RSD%) | (RSD%) | (%) | (RSD%) | (RSD%) | ™' (%) | (RSD%) | (RSD%) | (%) | (RSD%) | (RSD%) | ™
1/3-BHC o 81 3 4 106 4 5] O 101‘5'7’/»’} /= X 96 4 5 121 3 4 X
2[p.p-DDD C 90 1 4 98 8 8] O Jiog[le~ukz [) 97 5 4 98 4 4] O
[_3[p.p"DDE ] 82 1 3 o7 10 9] O [03[cZ7ak= ) 94 2 3] 105 3 7] O
[_4[EPN o] 96 1 3] 121 4 11 x [104[E 57/ h= @) 93 4 4 97 4 5] O
[_s[EPTC o] 67 4 4 83 6 7] x [108[e v F 7= T A [@) 99 3 3] 107 3 4] O
6[XMC o] 85 3 3] 103 2 3] O [1o6[cy s~y x 91 3 3 97 8 13] x
[N o] 69 8 10 84 5 7] x [107]E [6) 88 2 2 95 8 s8] O
87y —n @) 92 2 3 98 1 3] O Jiog D 87 2 2 94 6 7] O
Y7 EH I TV K X 88 6 11 171 14 41 x 109[E°Y ¢ @] 97 4 4 97 7 71 O
W07 h7e— o 91 3 4 102 5 5| O 110 @] 92 2 3 98 3 4] O
11|77 = k (o] 27 64 68 48 28 35 x 111 @] 77 2 6 71 8 9] O
127 17 [®) 93 3 5] 100 5 5] O [1a]e ) SHAAFL @) 92 2 3] 104 5 4] O
W7 ALY~ X 78 54 45 507 72 75 X 113[e 7 ay v o] 92 2 3 103 5 4| O
u[FL A x 93 3 7] 126 7 59| x (147 =) 3kA ) 89 3 3 99 2 2] O
15[ /7R A C 91 2 4 97 4 4] O [115|7 =F VENL x 87 5 5 90 2 4| x
16[4 VX FA ] 87 1 5] 108 2 7 O e[z ==truris [) 90 4 4] 106 3 7] O
1A Y xyFA Ax T~ x 71 6 5 58 67 0] x iz =/FAhrT [€) 94 2 3 98 2 3] O
184 Y 7 = v A C 88 3 5 92 6 8 O [u§[v=/1rV> x 92 4 5 94 6 9] x
W[ VT = hAA xR~ o] 92 2 2] 102 3 4 O (o7 =s7nn7 [@) 90 3 3 99 3 4] O
204 VT u T o] 90 2 3 99 2 3] O 1207 =vAnmFre [6) 9 2 4] 107 2 4] O
AV Ta T A @) 93 2 5 96 3 6] O (1217 =vFd> @) 87 3 2 99 2 3 O
2T A o] 81 4 6 103 4 9] O 1227 x> hx=—} o] 87 4 5 94 3 5] O
23[4 T LR A (o] 91 2 3 95 3 3] O [123|7 =8 bL— X 87 3 4 94 8 16 X
24|'f'?'*f)‘ IR AAFATRATN | O 86 4 5 112 5 6 D [124[7 =T a)rv—n ) 87 5 6 107 7 9] O
251 s <) [®) 83 2 7 99 [ 8| O ) 87 3 3] 100 17 6] O
26| AT LT [®) 90 1 2| 104 6 5] O @) 90 2 3 99 3 4] O
T AT = INT [®) 54 16 15 98 3 7] x @) 73 4 3 85 5 s8[ O
(@) 91 2 2| 106 1 4] O [18[yeuA—1 ) 94 2 2| 104 3 3] O
] 90 3 3] 106 17 17 O (1297 7ar=vy [) 90 2 3 99 6 5] O
O 93 3 3] 101 4 3] O [Bv727uayT 250 [€) 95 2 2] 101 3 4] O
LA ) 92 2 2] 100 4 5] O [BIZA7270UET A ) 100 5 5] 106 3 5] O
b U LR A o] 88 3 3 98 5 5] O [18g[7 v FUx—F [6) 89 3 4 95 4 s8] O
o] 89 2 3] 106 6 6] O [133[71e> @) 91 3 3 99 2 4] O
x 89 3 3] 138 57 52| x [134[7 A b5 [6) 96 2 3] 108 2 2 O
o] 91 2 2 101 5 5] O [135|7/ bV T HR— x 85 4 3 99 9 11 X
@] 94 3 3 97 4 5] O [136|7/Ls3Y x 72 3 9 91 5 8] x
(o] 92 2 3 108 3 5] O 137}7/ 2 o 90 2 4 99 1 5] O
X 95 3 2 98 29 38 X 138| 7 /1 @] 85 3 4 99 4 71 O
x 0 0 0 0 0 0 x [1B9[7vF5ru—mn @) 91 1 2 98 5 6] O
20 B SUr [®) 75 4 7] 116 5 7] O (o7 eFAhx @) 85 1 2] 100 8 71 O
ATz T TS TN (@) 97 5 5] 100 5 6] O [[ryre<sm—n @) 91 2 3 94 3 3] O
PINET T O 80 1 4 104 2 2] O [g[7mi=n x 90 3 11 89 8 1] x
43[FF A EA ] 90 2 3 o7 4 5] O Ey ) 97 4 4 97 5 13] O
o] 91 1 4 89 12 11 O 7 > [6) 93 6 5 95 9 10] O
o] 85 3 5] 100 5 1] O FI R [@) 95 3 5] 104 4 8] O
x 0 0 0 0 0 o] x @) 88 2 3] 102 4 6] O
x 0 0 0 0 0 o] x K [¢) 86 4 4] 104 2 3] O
a8[x > ¥ [¢) 82 2 3 99 7 7] O B x 89 6 7] 104 2 4] x
49|/ u~ O 91 2 3 103 3 3] O C P X 110 2 4 167 56 70 X
507 BB — Y AF L C 90 2 3 101 4 4] O [150[7mETF K @] 91 4 4 97 5 4] O
51| 7V E YRR (o] 88 3 3 101 6 6 o) @] 96 5 4 98 6 71 O
527 BV E U R AAT L [®) 85 3 3 99 5 5] O @) 84 3 4] 100 [ 7] O
R ELES [®) 96 5 5 92 7 8| O @) o7 6 5 95 5 10] O
54|/ mL~ O 92 1 2] 105 1 3] O [) 95 6 [ 67 9 19] x
RSN [@) 94 3 3] 101 3 5] O [6) 94 2 2| 121 [ 6] x
56| 7 7 A ] 88 2 3 93 3 4] O x 92 4 5] 133 7 31] x
57 L= IS o] 94 1 3] 12 4 4] O FAAANT [€) 78 2 6] 102 3 3] O
58] 7 x 8 3 6 4 316 316] x F A ARSI [6) 87 3 3] 105 6 1| o
59|~ o] 96 6 5 97 5 9] O [15 ATV [€) 86 2 3] 101 5 s8] O
[ B o] 89 2 3] 103 3 4] O [160[<v7rt—F [6) 94 4 4 99 3 2] O
6107 B AR A x 68 4 3 73 12 12 x o [¢) 97 3 3 107 3 3] O
62[> b U v X 89 5 5 182 20 102 X FAFTE— B (o) 95 5 5 90 7 71 O
63 K (o] 95 3 3 102 2 1 O 163|527 7 I K @] 87 2 3 93 3 4] O
647 ) a ) — O 85 2 4 92 3 6] O A b @] 87 3 10 101 1 4] O
65| 7N kU~ X 92 4 5 110 13 39 X 165|~ 7 F 4~ 89 2 3 102 3 4] O
66l 7o) — [®) 93 5 5 o4 7 8] O (166|377 =n @) 95 2 3] 109 5 7] O
67~ AR U > x 86 1 4 85 10 8] x [167]2~ @) 73 2 3 81 2 6] O
68>~ [®) 96 2 2] 108 3 6] O |68 Az Fxs @) 92 3 3] 101 3 3] O
69| A A LU >~ x 86 3 7 98 6 6] x [169[AFANNLT @) 79 4 6] 17 1 3] O
T[T AFE x 89 5 9 91 11 11 x 10 F ¥ F 4> [6) 91 3 6] 107 3 6] O
&Y AFAE B A C 87 2 3] 103 2 6] O 1A kx> zu—n [@) 90 2 2] 107 6 4] O
[P AN L— | C 85 2 5 99 5 7] O [12[EA 3/ Atary [@) 9 3 3] 104 2 3[ O
IE e O 82 3 5 79 8 8] O [1m3[zAF3 /7 AbaEy @) 9 2 2| 106 1 2] O
EAT V) C 90 3 3 99 4 4] O [1a[xr570—n ) 97 2 3] 105 4 4] O
B|F AN AT [¢) 90 2 4] 101 5 4] O 1mB[x7=FE v b ) 97 4 4 99 4 5] O
76| o] 78 5 5 96 3 6] O [176|A T =)L o] 102 5 5 102 5 71 O
(o] 81 3 3 94 5 71 O N/ v bEA x 91 3 7 92 42 51 X
(@) 86 3 3 98 3 5] O [uslvroon x 84 18 32] 109 [ 6] x
[®) 93 4 4 o7 7 7] O
x 96 7 6 92 7 0] x
[0) 94 5 4 o1 5 6] O
77 7= b5k [@) 99 5 5] 101 6 7] O
E"’f‘ﬂ!« U 0 88 3 3 90 6 e
87N F AR U~ x 64 5 10 91 3 7 x
85|77 o] 88 3 4 95 2 4] O
86| P U T VA= X 130 5 17 515 12 24 X
87U T X 92 3 3 100 2 4 X
[s8F V7L —F [6) 86 2 2 98 9 8] O
89| [¢) 73 2 4 94 6 7] O
90 o] 89 3 4 95 7 71 O
bV 7mFAbrEY (o] 95 5 4 76 6 8] O
9| kL7 mm A AT [®) 90 3 3 o7 5 4] O
E‘ W 7= ETE @) 88 2 3] 86 4 7O
9u[F 7 [®) 93 2 2] 104 3 3] O
_| - [¢) 85 3 4] 107 3 8] O
C 97 5 4 93 4 7] O
] 89 3 4 93 1 2] O
98]\ 7 54 x 91 3 3] 119 4 9] x
9| "TGF AL AT o] 86 3 4] 104 2 8| O
100 7=y 70y 7% o] 83 2 2 86 6 s| O




# 2 FHMERHERSR (F v~y GC-MS)

- 0.1ppm 0.01ppm . AR 0.1ppm 0.01ppm -
,M\ BUE | DRTREEE |ENRTEE | HEE | ORTREEE | SR ‘;*R -2 24 r B\ DFITRTEE [ SPVREE [ LR [ ORFTREEE [ AR ‘f‘ﬂl
%) | (RSD%) | (RSD%) | (%) | (RSD%) | (RSD%) | ™' “ | (%) | (RSD%) | RSD%) | (%) | (RSD%) | (RSD%) | ™
1[3-BHC @) 83 3 s 99 5 4 O [1ofesnr s —n x 93 7 6 97 4 7] x
2[p.p-DDD C 89 7 6 92 1 6] O [w02[E~ukz [€) 90 7 98 3 6] O
[_3[p.p"DDE ] 85 2 3 93 2 4] O [103[E ) 85 4 8 95 2 6] O
[_4[EPN o] 93 7 9 127 5 6] x [104[t [6) 79 6 8 87 2 71 O
[s|EPTC o] 47 9 23 45 23 29] x [105[EV F 7= FA [6) 85 5 12] 104 2 9] O
6[XMC x 89 2 6] 108 2 6] x [106[c U 7~ [6) 92 7 5] 101 2 11| O
[N ) 86 7 10 104 3 7] O [107E ) 79 3 3 93 2 5] O
87— (@) 91 2 3] 102 3 3] O [io8lz-& ) 78 4 5] 109 63 61| x
A7 LtFI TV x 71 4 6] 108 12 o1 x [109[E ) 7mFsay @) 94 7 6 94 4 6] O
07 h7a—n [®) 87 2 3 92 3 5] O [moleyvsn—7 @) 90 2 2 96 2 2] O
nrtz=—=r x 26 59 100 62 17 41| x [uifey [®) 38 8 19 39 7 24 x
127 TV (@) 78 4 6] 100 4 5] O [moley sgEaxFn [) 86 2 3 96 2 4] O
BT ALY x 97 2 4] 185 73 74| x slersavyiy @) 90 2 2100 3 3] O
U7 LAY~ x 91 16 31| 169 20 76] x [114[7 =) Tk [€) 92 2 3] 108 2 3] O
15| kA @) 88 2 2 93 2 2] O [z =Fven [6) 90 6 5 93 4 6] O
16[1 VX F A o] 84 4 4] 118 4 7 0 melv==turi> [6) 82 2 7] 108 2 4] O
VAV F A A x 80 6 6 96 36 38| x (7|7 = ) FAHNT @) 91 3 3 9 4 4] O
18 V7 = kA @ 90 3 2 97 7 9 O [n§[z= V> x 92 8 7 96 3 9] x
WA VT AT xR T O 94 2 3] 114 2 3 O (97 =/7hnT 92 2 4] 100 2 3] O
200 VT e T @) 90 3 6 98 3 3] O (1207 =>AnkFA 90 2 8| 121 3 3] x
P e a4 [®) 88 2 2 97 2 4 O [y =vrty 82 1 4 94 3 3] O
22 T oAy [®) 87 6 12| 105 4 7] O [122[7=vbx—F @) 79 3 6 90 3 4] O
ﬂfv’u&‘/mx (@) 91 2 2] 100 3 3] O [123[v=> v @) 91 7 9] 108 5 9 O
UA~F A ISR AAFNEAT | C 92 5 5] 17 2 3] O |1 =v7ar7—n [6) 86 6 8100 s 10[ O
BA I~ aF T x 68 7 14 96 6 5] x 1957 =v 7oz x 79 4 5 89 3 5] x
206|=x 70 BT C 89 2 3 98 4 5] O 2 @) 88 2 6] 100 3 3] O
N[=FAT = HNT o] 74 3 13] 106 6 10] O [€) 58 9 16 58 27 29| x
v o] 87 2 5] 108 3 3] O @) 72 6 7 95 1 12] O
F 4T kR o 80 5 s 95 34 35] x o 88 2 2 97 2 3] O
P 7 AE—h ) 91 2 2] 101 3 3] O [6) 92 2 3 98 3 4] O
31[= k7R ) 91 2 3] 101 3 4] O ) 96 7 7] 101 3 9] O
32| U Ak A [®) 84 2 3 91 3 3] O @) 92 7 9 99 4 4] O
33 C 87 2 2 94 4 s| O ) 90 2 2 99 2 3] O
34 x 92 4 7] 133 46 39| x @) 94 2 3] 107 2 4] O
35 x 92 2 3 95 4 6] x ) 89 3 5] 102 5 7] O
36] [¢) 92 2 4] 106 2 3] O [) 90 7 3] 110 6 s8] O
37 TANINT = x 96 4 5] 130 14 1] x @) 73 10 15 108 3 9] O
38] 0 X 7k A x 93 2 2] 141 45 39| x [) 88 5 8| 101 3 3[ O
30| 7 # ik — x 16 24 147 50 236 224] x 82 2 4 95 3 5] O
10 /L3 (@) 78 6 1| nz 7 9] O @) 86 2 3 98 3 4] O
QN Tz F TN [0) 86 3 7 90 4 0] O @) 85 2 6 91 3 3] O
2T T O 86 3 0] 107 2 5] O [®) 94 3 3] 103 3 4] O
PE E O 86 2 2 91 4 4] O x 84 5 6] 116 4 10 x
e C 87 7 6 80 4 7] O [6) 90 7 7 93 4 71 O
I B o] 89 3 5] 121 3 7] x [6) 87 3 3 95 2 3[ O
46]% ) AT A F— | x 0 0 0 0 0 o x [6) 86 2 4] 103 2 2] O
47X v T x 14 50 142 ) 0 o] x [6) 89 2 9] 107 3 4] O
48[* > F ¥ (@) 83 4 4] 104 4 4] O x 86 5 1] 182 65 74| x
W~ x 90 2 2 98 7 6] x x 87 2 4 97 7 9] x
50/ B E— AT [®) 88 2 2 99 3 3] O @) 92 3 2| 101 2 3[ O
BETTEER (@) 87 1 3 98 3 4] O 0 92 7 6 92 5 71 O
52[7 BV EURAAF (@) 80 2 4 90 3 5] O @) 79 2 4 93 2 6] O
R EA ] 88 7 7 81 5 9] O [®) 95 7 6 95 4 s O
547 oL~ —k O 93 2 3] 104 2 2] O x 89 s 6 56 29 35] x
RSN o] 99 4 4] 194 6 38| x [185[~/ % [6) 89 2 3] 104 7 71 O
56| 7/ A o] 78 3 5 83 3 6] O [166]~n ARV x 98 10 1] 142 16 48] x
57] 7= AT o] 94 3 3] 110 4 6] O (157~ s A AN~ [6) 84 3 12 9 4 12 O
587 u AT =F (@) 21 39 36 74 15 24| x ) 88 4 5] 115 6 7] O
59|27 kv T AT [¢) 91 7 5 90 6 8] O @) 89 4 5] 112 3 3] O
60|27 = [) 93 E 4] 110 2 2] O @) 93 4 3 94 3 3] O
61> 7 B AR X C 64 5 10 67 22 21| x [) 86 4 10] 100 4 6] O
3 PR x 94 9 11 211 16 5] x x 89 5 8| 135 4 24 x
6307 =)< | [e) 94 2 3] 102 2 2] O @) 79 4 6 84 4 5] O
6407 =/ C 84 3 10] 102 3 9] O [®) 79 6 17 99 3 13 O
[ P x 97 9 12 12 11 34| x [6) 81 3 5] 100 2 4] O
66| 70 =) — L C 91 9 9 93 3 9] O [6) 91 4 4 98 3 3] O
67~ AR U @) 92 6 s| 108 7 10] O x 78 3 4 92 3 12] x
[eso~>v C 76 4 4 98 4 4] O @) 92 2 4] 102 1 4] O
69| A F AR U~ x 88 2 2] 113 58 58] x D 86 4 9] 122 4 7] x
O[T AFE x 87 5 5] 100 22 35| x ) 77 3 8 92 2 71 O
Tz AT E R A [@) 78 4 5 98 2 4] O 88 4 4] 104 5 5] O
TV AESL— | (@) 85 1 3 96 1 5] O 94 2 4] 110 1 1l O
LI INF T e (@) 90 6 5 86 3 5] O 94 2 3] 108 2 2] O
WEAT V) O 87 2 2 o1 3 3] O 90 1 3] 102 2 3] O
TB|F AN TN T C 89 2 3] 100 3 5] O 90 5 6] 100 2 4] O
6| FAA o] 77 3 4 92 6 6] O 99 6 6] 104 2 S
7 FEy C 78 5 5 86 10 9] O €/ 78 bR 84 3 8| 175 56 42| x
J BN E R A o] 76 3 6 89 3 5] O VR 93 7 6 97 3 10] O
i C 88 7 7 93 5 7] O
807 =7 o—L x 81 5 10 80 7 14| x
87 7oV —n [@) 90 7 6 92 5 10] O
877 7= BT K @) 94 7 6 95 4 7] O
E‘ ARV [®) 89 4 3 88 4 4] O
BA[F L AR Y v x 80 [ 13] 107 3 8 x
85|57 /L 7 ik A [0) 86 2 3 94 4 6] O
86 o) 94 ) s 81 7 1 o
87 VAT o) 92 3 3] 107 2 2] O
88 2 o) 84 3 3 91 6 5] O
I o] 82 8 s| 105 7 s| O
90[ kU 7 A ) 93 4 4] 102 3 4] O
91[F) 7ok A bmby X 91 7 8 84 6 1] x
92 b7 Bk AAT L [@) 84 2 3 89 4 4] O
93 L7 = C 92 2 3 95 4 5] O
Y A [®) 94 3 4] 110 5 5] O
9Bl=hrrF—NAYTRENL o] 84 6 8 114 5 6] O
9|/ NTNT S [6) 90 6 5 88 3 5] O
[ A=V C 89 2 3] 102 2 3] O
98\ FF A x 88 5 6] 135 4 5] x
9T F AL AT C 78 3 7] 108 2 4] O
100 7=y Tu 7% o] 93 4 4] 108 3 5] O
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* 3 UMERHERE R (T L . GC-MS)

2 0.1ppm 0.01ppm . -~ 0.1ppm 0.01ppm
BREA LM NI [ DFTREE | SRR | TLIE | OF (0 G | YRR ;“/‘il‘ ];,‘7\ FUE | DFTREE (SRS EE [ SORE [ ORFTREEE | 5 RS
%) | (RSD%) | (RSD%) | (%) | (RSD%) | (RSD%) | ™' (%) | (RSD%) | (RSD%) | (%) | (RSD%) | (RSD%)
1[3-BHC @) 87 3 3 111 3 3[ O [1o]esnr/—n @) 94 3 2 99 2 3] O
2[p.p-DDD C 94 2 3] 13 6 4] O [ro2le~<amk= @) 98 2 3] 109 3 3 O
3[p.p"DDE [@) 89 3 3] 105 6 5] O [103[£F7ah= @) 90 4 5 96 6 5] O
[_4a[EPN x 85 4 4] 121 3 3] x [104[E7/ER @) 92 5 4] 102 5 4] O
[s[EPTC x 19 12 17 57 41 42] x [105[€V ¥ 7= F A [) 89 5 5] 112 3 3] O
6[XMC o) 94 3 3] 102 5 6] O [106[ey &~ [®) 98 2 2] 105 3 4] O
172 V51V o) 83 7 10] 109 9 7 O [107Ev 7= 97 % [6) 84 1 3 98 4 3] O
87 ¥Far/—n o) 89 4 3] 101 2 3] O w08z r=/vr% [®) 82 1 3 93 4 5] O
7 s TIF o) 85 4 3 99 5 9] O PR @) 98 2 2| 11 5 4] O
o7t rra—nw @) 94 2 3] 106 3 4] O - ) 95 2 2] 104 3 4] O
urtz=—r @) 29 11 71 63 8 32| x @) 38 8 13 34 4 10] x
127 T (@) 94 1 3] 13 2 2] O [@) 97 E 3 111 4 3] O
1B[7 A Y~ x 86 3 4] 101 14 18] x [sler sy @) 92 2 2| 109 2 2] O
Uy Ay (@) 95 2 3] 101 15 17] x 47 =) kA @) 90 3 3] 104 2 4] O
15[4 Y/ (@) 92 2 2] 102 5 5] O [@) 89 4 4 97 3 3[ O
16[4 /XY F A (@) 98 3 5] 115 4 6] O [mel7c=tuFi> @) 90 5 5] 115 2 2] O
VA VE Yy FA A X~ x 75 9 10 99 6 6] x (Wil =/FAHNT [) 93 4 3] 100 2 2] O
18 V7 x v AR o] 91 2 2 92 3 3 O mslz=/1rv> [®) 101 2 2] 18 6 5] x
WA VT =k AAx T o] 100 3 4] 119 3 3 O molv=/7hnT [6) 95 3 2] 103 7 [NS)
204 VT aANT o) 92 3 2 97 9 9] O (1207 =>ArkF A [®) 99 4 4] 122 4 4] x
21[f VT uFA T ) 91 2 4] 102 3 3] O 1ﬁ71y7-ﬂ~7 [6) 86 2 2] 100 3 3] O
220 7 u ok C 92 3 5] 116 3 4] O 127 =>r=—F [6) 90 3 4 97 3 4] O
284 7o~ m A [6) 96 3 2] 107 3 3] O [z =i — [) 96 3 3 105 4 4] O
WA~V AF R AAFEAT | O 93 2 2] 116 2 2] O [14[g=v7ary—n @) 95 3 3 108 4 4] O
254 SN afy— @) 87 4 5] 109 3 7 O 128y =vrmnEEn> @) 85 2 3] 108 12 12] O
26| AT H LT (@) 94 2 2] 111 4 4] O (1267454 F @) 93 3 3] 104 2 2] O
2T AT = I T (@) 35 12 24 79 15 18] x |27y FL—F x 55 10 13 61 33 38| x
2 (@) 95 3 3] 18 2 3] O [reslreyx—+1 @) 95 2 3] 108 3 3[ O
29 O 93 5 4 103 5 4] O 129777y @) 92 3 3 107 6 5| O
ENES C 95 1 2] 108 2 3] O [1Bo[z527m [) 9 3 3] 106 2 2] O
31| o) 9 2 2] 106 12 12] O [3[7A7sV ey A [6) 104 2 2] 17 3 3] O
ﬂ{i A o] 91 3 2] 101 7 6] O [1B2[7re FUx—H [®) 99 3 2] 113 4 3] O
33la- > KA T 7 o 89 3 3] 103 s 6] O [183[7ne 5 @) 88 3 3] 103 1 2] O
3BT FAL T 7~ x 92 3 3] 107 5 AN B ) 97 5 4] 110 1 3] O
B AXF VT T~ o) 96 2 3] 105 2 3] O @) 88 4 4 98 3 3] O
36| A X F kLN o) 94 2 3] 107 4 4] © [®) 89 7 7] 116 9 11 O
37|14 TAANT = o) 92 3 4] 118 2 2] O [®) 83 4 5] 113 3 3] O
38 A4 ik & x 94 3 3] 125 31 35] x (138737 uFy s T [®) 86 6 6] 119 5 5] O
300 7 5 =L x 4 224 210 14 316 316 x [139[7LF 77— @) 93 2 2] 107 2 2] O
0[S @) 81 7 9] 12 5 5] x [140[7 o FAEA [6) 92 3 4] 110 3 5] O
NIV T = b T TN @) 98 2 2] 111 3 3 O [ @) 91 3 2 97 13 12 O
k75 @) 93 E 3] 115 2 3] O [uag[rmos= @) 94 2 3] 108 1 2] O
(@) 92 2 3 98 3 3] O 1447 BSVE Y b @) 93 7 7] _n 3 8 O
(@) 93 2 2 97 8 9] O [w[yme=ary—n @) 91 2 2 99 4 6] O
C 82 3 5] 109 4 4] O [s[ymE¥Fik @) 96 3 3] 100 3 3[ O
x 0 0 [ 0 0 0] x [146]7 = 7= kA @) 93 4 4] 108 3 4] O
x 14 89 95 0 0 o x (ui7agxzn [€) 96 3 3] 106 5 5] O
o) 79 3 3] 102 13 1 o 14% Ta~ v [) 94 2 3] 114 2 2] O
o) 92 2 1] 109 7 7 O [u9[7uaxrv> x 97 2 2] 129 s 10] x
507 BN F— NI ATF o] 91 2 2] 105 4 4] © 15%7‘\1 7T K [@) 93 2 2] 110 3 2] O
51[7 e kA o] 92 2 2] 109 5 4] O [BlyoErsoer—F [®) 97 2 2] 109 5 4] O
527 HAATF N C 88 3 2] 102 5 4] O [i52[7m- @) 90 4 4] 107 6 5] O
53| N T EVIRA o] 96 2 2 100 4 4] O 153~ (0] 95 2 2 99 2 5] O
547 oA~y oL— | @) 96 2 3] 114 1 2] O [154]< @) 99 3 2 98 6 71 ©
E P @) 98 3 3] 107 4 4] O [155]< @) 93 2 2] 104 4 4] O
56| 7/ kA (@) 88 3 3 94 3 4] O [156[ < ALY > @) 95 3 3 1n 7 6] O
51V kT W T @) 97 2 2] 114 3 2] O |11~ F A A DT @) 90 4 4] 18 3 3[ O
58P T T = F [@) 66 10 13 96 12 11| x 158 ~v 7 AFV 0 85 3 4] 114 3 3 O
59 (@) 89 3 3 95 9 6] O [169[~> 75V @) 82 3 4] 11 s 8| O
60 C 86 3 4] 102 4 3] O [160]~>7irt—F [) 94 2 2] 102 2 3] O
61|27 a AR X x 55 8 11 78 27 34| x (161 a [€) 93 5 6] 113 4 4] O
620>~ kU 0 99 2 2] 144 14 14| x [e[krrre—F [€) 99 2 3] 117 4 4] O
Z=F3 o) 96 2 2] 110 1 3] O [i63 i [®) 93 3 5] 105 3 4] O
6407 = o)y ) 92 3 4] 106 1 5] O |64 [6) 69 16 22 89 17 4] x
65> 7 b U @) 102 3 3] 11 11 0] x n% @) 92 4 3 1n 3 2] O
66> 7 m =) @) 91 4 4] 107 5 6] O [166]sz7ar7r=n ) 92 5 5] 107 5 5] O
[ P @) 95 4 4] 116 5 4] O [167[x 7 3 K% @) 70 4 4 85 2 6] x
68>~ @) 95 2 2] 111 2 3 O [ues[xzoxon x 93 2 2| 11 3 3] x
RN x 91 2 3 96 4 4] x [169[xFAHNLT @) 89 4 5] 128 3 6] x
0T AFES (@) 90 2 4] 109 3 4] O [mo[xFxF4> @) 90 4 5] 101 2 4] O
T|ZT AT e A (@) 91 3 4] 110 2 3 O mxrxvre—n @) 99 2 3] 113 5 4] O
VAL | (@) 86 3 3] 102 4 4| O I[EAFI JAtaEy @) 95 4 3] 107 2 2] O
BT INF Ty o) 97 3 2] 104 7 5] O [1m8lz A rs /7 xtuey [) 98 3 3] 110 2 3] O
T4 5 AT o) 92 2 2] 100 7 7] O 174 [®) 96 2 2] 113 3 3] O
TB|F A~ IINT o] 91 3 3] 108 5 5] O [1B[A7=Ftv b [6) 99 3 2] 1n 3 2] O
6| FA A b o 58 5 11 75 10 22| x |176|A 7 o=/ [e) 104 3 2 115 3 4] O
77T C 73 4 4 82 23 23] O N7/ 7o bhkx X 94 4 7] 167 41 33| x
87 rFrarEr A [¢) 88 5 5] 100 2 3 O [ms[vren [6) 95 2 2 99 3 5] O
@) 97 2 2] 111 5 4] O
C 97 3 3 97 5 6] O
81 ER [®) 90 2 2] 103 3 3] O
877 7=rET K @) 101 2 2] 116 4 4] O
E‘?7/b FU ] 92 2 2 98 8 6] O
BA[F L Z ALY v x 83 7 10 126 s 9 x
85|77 ik & C 85 2 2 92 s 9] O
86| U 7 o) 93 2 2 99 5 6] O
87| F U 7T A C 93 2 2] 113 2 2] O
88| h U L—| o] 87 2 2] 102 12 10] O
R I o] 75 7 11 97 8 12] O
90| F U 7k & C 98 3 3] 120 6 6] O
DI x 98 3 3 88 11 13 x
92| bV 7 B R A AT L @) 92 2 2] 103 5 5] O
b= ET R @) 94 4 3] 102 6 6] O
94 7= NS | (@) 95 4 4] 105 2 2] O
9Bl=hrrF—NAYTRENL o] 79 4 6 105 3 4] O
9|/ NTNT S [6) 95 2 3 95 5 4] O
Y AV, [®) 86 5 5 96 1 2] O
9855 F 4 x 87 4 4] 120 1 3] x
9T F AL AT o] 83 4 5] 108 2 2] O
W00 VT = Tu s C 96 3 3 119 4 3] O
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F 41 YEHEMEREE D Eb e, PV A GR). 72FnX, 1A LA, GC-MS)

NEL % VI A UR) LEh&E ICA LA
-3 £ TURE(ORTREEE| WG | PUEE |GMTRE| MG | FUE | DMTRIEE| Mtk | FUE  [ORTRIEE| @M
%) | (RSD%) |eFfifiisf| (%) | (RSD%) |#FfifisiR| (%) | (RSD%) |aFffifs %] (%) | (RSD%) [RF s 5
1[3-BHC 105 7 [¢) 94 3 [e) 102 2 @) 105 5 [¢)
2|p,p-DDD 95 5 @) 99 3 [¢) 103 4 @) 100 7 @)
3|p.p-DDE 80 20 @) 102 9 [¢) 98 3 @) 105 7 @)
4|EPN 126 6 x 128 5 x 142 2 x 148 2 x
5|EPTC 48 16 x 39 14 x 61 28 x 59 11 x
6|XMC 85 10 x 114 2 x 110 3 x 103 1 x
Nrs VbV 87 4 x 31 14 x 104 4 x 100 2 x
8y yraty—n 90 7 @) 110 3 [¢) 104 2 @) 108 4 [¢)
I7rEeFI7IY K 131 9 x 88 6 x 124 4 x 94 9 x
107+ b7 m— 114 4 x 64 3 x 104 1 @) 105 5 @)
—t 56 9 x 52 14 x 60 3 x 112 25 x
v 102 4 @) 95 10 [¢) 106 3 @) 113 5 o
v 84 16 x 218 50 x 279 26 x 502 22 x
TLAY 114 12 x 95 4 x 101 3 x 101 2 x
ik A 98 7 @) 98 3 [¢) 102 2 @) 102 1 [¢)
FFA 96 6 @) 121 4 x 121 2 x 135 4 x
1A Y2 FA L AF Y 0 0 x 88 57 x 140 8 x 140 7 x
184 VT = E R 57 30 x 103 4 [¢) 93 4 x 94 4 [¢)
I e 96 5 @) 121 3 x 125 1 x 125 5 x
2004 YT hrT 81 7 [¢) 102 2 [¢) 102 3 @) 528 7 x
24 YT uFAT 85 16 @) 99 2 [¢) 99 2 @) 101 1 [¢)
2/ Tu Tt 88 8 @) 65 6 x 106 2 @) 100 3 [¢)
23 TR A 102 7 @) 105 2 [¢) 108 2 @) 107 5 @)
U A~ F AN ZAF AT ATV 100 9 @) 121 4 x 126 3 x 128 5 x
254 I~y aF = 180 5 x 113 1 x 114 2 x 112 4 x
26|=A7u LT 85 10 @) 111 4 [¢) 108 2 @) 110 4 o
2N=F AT INT 387 7 x 117 3 x 64 26 x 72 5 x
28| F A4~ 91 7 @) 109 6 [¢) 122 3 x 126 4 x
29|TF 47 = VKRR 102 14 x 45 3 x 111 4 x 96 4 x
30[= b7 A¥—F 84 10 @) 103 3 [¢) 107 1 @) 109 4 @)
B EN T 77 11 @) 111 1 [¢) 110 3 @) 110 2 [¢)
32| b U Ak 98 7 @) 86 4 [¢) 100 2 [¢) 103 2 o
33l FAL T 7 o 82 14 @) 101 6 [e) 102 5 @) 103 13 )
sap=s FALT 7 o 85 21 x 103 7 x 118 16 x 121 18 x
3B A XS T 95 x 102 4 x 106 3 x 106 9 x
[ e 72 5 [¢) 89 4 [¢) 104 2 @) 104 3 [¢)
BAF L IANANT = 107 7 x 135 3 x 130 1 x 135 4 x
38| KAk A 75 26 x 94 8 x 131 48 x 156 47 x
39| h T X R 0 0 X 0 0 x 0 0 X 44 137 X
40[ Ry L 113 11 x 36579 5 x 128 5 x 121 4 x
BN T b T T 86 5 @) 72 2 [¢) 104 2 @) 103 2 [¢)
W RT 5 106 6 @) 115 2 @) 118 1 [¢) 113 2 [¢)
43[F F k2 68 20 x 92 6 [¢) 96 3 [¢) 101 3 o
X/ ¥ T 72 11 [¢) 84 5 o 77 7 [¢) 84 9 o
Pt A 108 6 x 128 4 x 131 4 x 128 2 x
46]x / AT A 0 0 x 0 0 x 0 0 x 0 0 x
Tl T s 0 0 x 0 0 x 0 0 x 0 0 x
48[ v ¥ 103 6 @) 103 8 [¢) 101 5 @) 106 5 @)
97 a~ 106 2 x 107 2 x 106 2 x 107 3 x
50[7 m A F— N AF 76 9 @) 100 3 [¢) 103 1 @) 104 5 [¢)
85 9 @) 114 3 [¢) 112 1 [¢) 118 4 o
55|17 un a7y Ak 101 7 x 92 5 X 90 7 X 119 2 X
56| 7 )k A 91 4 @) 68 4 x 94 2 @) 93 2 [¢)
ST Tz AT 101 15 x 122 4 x 117 1 [¢) 120 3 x
58] m 7T =R 294 137 x 92 91 x 51 56 x 111 4 x
59[Y 7wk v FAF L 109 6 [¢) 99 4 @) 90 6 [¢) 97 3 o
60T 103 7 @) 114 1 [¢) 108 3 @) 109 2 o
617 o AR 46 50 x 48 12 x 66 17 x 70 3 x
AN 93 8 x 97 1 x 110 5 x 114 4 x
7SI 80 13 @) 209 3 x 110 3 @) 111 1 [¢)
114 3 [¢) 114 1 [¢) 106 2 @) 101 3 @)
104 9 x 118 15 x 102 11 x 156 5 x
100 8 @) 103 7 x 109 2 @) 93 4 x
67~ A Y~ 103 6 x 98 x 90 6 x 105 6 x
68>~ 103 1 @) 92 11 [¢) 112 2 @) 114 1 o
6 ASA Y 76 14 x 99 3 x 99 2 x 95 1 x
0|V AFE 115 2 x 2306 88 x 108 4 x 89 4 x
85 9 @) 58 4 x 114 1 [¢) 115 3 x
85 11 @) 106 3 [¢) 99 2 @) 103 6 @)
BT INF T = 95 7 [¢) 90 4 [¢) 85 4 [¢) 92 6 o
wWEAT Y ) 94 4 [¢) 95 2 o 98 1 [¢) 100 2 o
TB|F AN INT 77 8 @) 157 21 x 105 0 @) 105 3 o
T6|F A A b 79 12 x 106 2 x 63 31 x 69 8 x
| P 69 10 x 93 5 [¢) 87 15 @) 91 4 @)
78]7 T/ e R A 78 17 @) 34 4 x 105 1 @) 109 4 @)
79|7 Tk 87 6 @) 76 1 [¢) 100 3 @) 103 5 @)
77 9 x 0 0 x 90 4 x 94 5 x
92 6 @) 98 2 [¢) 96 5 [¢) 95 5 o
89 6 @) 103 2 [¢) 103 2 [¢) 106 3 o
91 11 @) 85 5 [¢) 84 5 @) 94 7 [¢)
105 4 x 68 1 x 109 5 x 105 4 x
94 3 @) 117 6 x 93 8 @) 90 2 @)
419 16 x 90 4 x 93 5 x 136 6 x
87| h U T I AAY 81 9 x 115 2 x 116 2 x 112 3 x
88|V 7 L—b 95 13 [¢) 99 5 o 99 4 [¢) 105 4 o
8|V 100 8 @) 134 4 x 119 5 @) 93 9 o
90| R U 7R A 97 13 @) 118 7 [¢) 116 2 @) 124 5 x
DINEEERZI N1 69 11 x 66 9 x 81 4 x 80 2 x
91 12 @) 94 5 [¢) 98 2 @) 102 2 @)
101 3 @) 112 4 x 91 2 @) 91 3 o
94[F 7 m N3 R 443 32 x 112 3 [¢) 109 3 @) 124 15 x
9l=tus—nAfyFarEn 102 7 @) 128 7 x 120 1 x 133 4 x
96|/ NTNT S 79 4 [¢) 88 2 o 87 2 @) 86 3 [¢)
9 s T R T — 70 15 @) 106 2 [¢) 101 1 @) 103 2 [¢)
BINRNTTFH 110 5 X 132 4 x 135 1 X 139 3 x
f%—ﬂtf FTFA AT 111 3 @) 97 3 [¢) 129 2 x 124 4 x
10 T =T ey s A 120 6 @) 115 4 [¢) 114 3 @) 119 3 o
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#4-2 YMEHMERERE DNEbe. PV A GR). 2FhX. 1A LA, GC-MS)

NEH % VA ) ERE (CA LA
|- 21 HE|DMTRE| A% | REE[DMTRE| EM% | BE |DMTRE] ER% | HSE [DMTRE| EA%
%) | RSD%) [aFfififk %] (%) | (RSD%) |aFflifid| (%) | (RSD%) [affiifk 4| (%) | (RSD%) |a¥fififk 4
101[ETF L2 ) — 156 6 x 101 2 x 94 1 X 103 2 x
102~ m ok & 90 6] O 93 2] O 108 2] O 110 2] O
103 s akA 97 2] O 50 3 X 101 1 @) 102 2 @]
1045 vk 2 86 5] O 64 5 X 102 2] O 97 3] O
105\ F 7 c v F A 113 3 o 77 3 o 129 1 X 133 1 X
106 93 6 X 103 2 x 102 2 X 106 3 x
107 81 5] O 109 1 @] 105 1 @) 96 5] O
108 74 15 x 123 4 x 98 3 x 88 5 x
109[E) Tk Ty 82 9] O 96 5 o 99 4] O 101 4 o
110[E ) I Hh—7 101 1 O 98 1 o 101 3] O 103 1 @]
111 2 84 5 x 74 6 X 43 5 X 58 9 X
112 97 8] O 103 5 ) 110 2] O 111 4] O
13leruyy 101 1 O 108 3 @] 106 2] O 113 2 @)
1147 = F I KA 60 49 X 118 2 o 111 4] O 112 3] O
1157 = F U £ /b 81 6 x 85 3 X 89 2 x 91 4 X
167 == buFty 109 7l O 93 4] O 131 1 X 128 3 X
W7 =) FAANT 79 9] O 103 3 @] 93 3] O 102 2 @]
187 =/ bV v 341 69 X 105 3 x 107 3 X 110 4 x
197 =) T HNT 114 4 x 109 1 @) 108 3] O 106 2 @]
1207 = v AR F A 111 5 x 118 2 x 139 1 x 143 2 X
1217 = F A 79 8] O 90 4] O 97 6] O 99 3] O
1227 = v br—F 74 11 @) 65 8 x 102 2] O 102 3] O
1237 = L L—| 138 11 X 81 3 X 97 3 X 100 4 X
1247 =T af = 131 7 X 109 4 @) 104 5] O 96 5 @)
1257 = 7uEEL7 87 12 X 107 8 X 112 3 x 102 3 X
126|754 K 80 12] O 97 6] O 103 3] O 105 5] O
1277 F L— | 63 7 x 51 11 x 68 21 x 56 9 x
128 87 9] O 107 3 o 104 2] O 111 2 0
129 85 5] O 106 3 @] 105 2| O 109 5] O
130) 83 10] O 104 2 @] 103 1 @) 106 3] O
BUTALT 7V EY A 97 7l O 109 7 ) 112 1 @) 117 3] O
132|7 v b Y R— b 104 5 o 94 2 o 100 2 o 103 2 o
13375 — 87 8| O 111 2 @] 105 1 @) 105 1 @]
1347V F T = 999 19 X 124 4 X 116 1 @) 124 5 x
135[7 b U 7 R— 3814 91 X 108 4 X 108 6 X 107 1 X
136| 7 /LN R — b 116 4 x 57 4 x 106 3 x 109 3 x
137N I EFF 128 4 X 116 2 @] 125 2 X 131 2 X
138 > 116 1 @) 105 3 @] 124 5 x 121 3 x
1397 LFFra—n 79 7l O 35 10 x 106 1 @) 107 7 @)
140| 7 1 F A7 A 89 11 o 106 7 o 108 4 o 113 7 O
417 ey m— 83 7l O 61 1 x 101 5] O 102 3] O
1427 v X= L 88 9 x 116 2 X 105 2 x 114 2 X
1437 oL ¥ o | 98 5 x 94 3 x 112 2 X 127 4 x
447 eeary—n 80 1 O 88 4] O 92 3] O 94 2 @]
1457 EH I B 106 8| O 107 6] O 101 0] O 100 5] O
146|707 = )R A 94 9] O 98 5 @) 110 3] O 115 8] O
1477 o R % AL 104 23 x 107 4 @) 115 2] O 110 3[ O
148| 7 m~ L 45 44 x 95 3 X 117 2 X 116 2 X
1497 A Y 92 11 x 112 3 X 108 3 X 107 2 X
1507 mE7F | 99 9] O 114 3 @) 112 1 @) 111 3] O
154[~FF % v L 35 23 x 48 4 x 88 7 x 82 4 x
165~/ 4= — 105 7 X 104 4 x 484 5 X 91 11 x
156~V A b ) 165 13 X 106 5 x 93 3 x 102 6 X
5I_ A A A DT 90 12] O 108 2 ) 114 1 @) 113 2 @)
158~ F 4 AB Y 102 9] O 136 6 x 133 2 X 137 5 x
159~ T AT 93 9] O 118 2 @] 116 5] O 117 1 @]
160) 92 9] O 97 2 @] 92 2] O 101 3] O
161 108 6] O 60 3 x 116 3 O 115 1 @]
162[5 A F 7 ¥ — k 108 9 X 96 5 X 106 2 X 95 4 x
1635277 I P 94 13] O 52 4 X 106 o] © 107 4] O
1648 2 A » b 97 4 x 0 0 x 121 3 x 105 1 X
165|~ 5 F A4 90 11 @) 77 6] O 113 1 @) 114 3] O
166|277 ¥ =\ 110 9] O 125 7 x 113 3] O 111 6] O
167[A 4 3 Rk 2 75 3 x 48 7 X 92 1 X 98 4 x
168[A 5 T % v )L 106 8 x 112 3 x 112 3 x 118 1 x
169 A FABNT 107 9 x 125 4 x 134 1 x 119 1 x
10| A F X F A4 103 14 x 44 4 x 108 2 o 110 2 o
171 A h*vrm—n 88 6] O 114 4] O 112 3] O 113 3] O
172[B-A hS /AR 76 5] O 107 1 @) 110 2] O 132 2 X
173|Z-A RS/ AL EY 98 10] O 117 2 o 115 2] O 117 2 @)
174[A P T 70— 92 8| O 93 4] O 111 1 @) 113 3] O
1754 7 = F+ v b 95 2] O 71 6] O 104 2] O 105 2 @]
176| A 7o = 88 5] O 108 1 @) 116 2] O 109 2 @)
177/ 78 Rk A 142 10 X 95 94 x 201 50 X 245 50 x
178[LF o 71 18 X 90 4 x 111 4 X 98 5 x
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£ 561 HMRHOAR (<&, Yryal— X2 GC-MS)

FLEW Tryal)— VAR
RIS POEE | DRTREEE | % POEE | DRTREEE | % POEE | DHTREEE | %
(%) | (RSD%) [FFflifE%| (%) | (RSD%) |FFMlifE 4| (%) | (RSD%) | #¥F Al 4
1[5-BHC 98 4 @) 34 50 x 102 3 @)
zﬁ p'-DDD 102 5 @) 102 2 @) 100 4 @)
3|p.p-DDE 91 4] O 101 7 @) 83 s O
4|[EPN 139 2 x 114 2 x 126 4 x
5|EPTC 48 13 x 87 16 x 61 11 x
6]XMC 106 2 x 92 5 x 109 3 x
72V F by 89 5 x 72 1 x 102 2 x
sy #F=r v~ 108 1 @) 99 3 @) 102 2 )
74 IFVU K 136 11 x 154 12 x 97 8 x
07 hra— 90 6] O 97 ) x 93 4 @)
urtz=—r 94 6 x 22 2 x 62 3 x
> 111 2 @) 97 2 x 106 3 )
98 191 x 102 2 x 73 13 X
U7 LAy~ 92 5 x 92 8 x 131 4 X
15[ Y kA 95 3 @) 81 6] O 91 6 @)
16[4 XS F A 126 5 x 80 3 @) 116 2 @)
1A XS F A AX Y v 140 16 x 76 9 x 0 0 X
184 V7 =rhA 84 5 @) 110 1 @) 82 6 @)
A Y T =R AFF 116 1 @) 106 3 @) 115 1 @)
204 VT uANT 102 3 @) 99 9 x 97 5 @)
20 VT FAT 82 9 x 102 7 @) 92 2 x
P B 141 1 x 84 4 @) 105 3 @)
23|14 7o Rk A 102 4 @) 102 1 @) 100 1 @)
U A v FA IS AAF LT ATV 119 1 @) 82 12 @) 121 3 x
B[ I~ afT—L 118 4 x 89 14 x 108 3 x
26| AT T 113 3 x 147 2 x 98 4 o
2= F AT AINT 110 6 x 32 60 x 51 3 x
28[= F A4 113 2 @) 68 4 x 110 4 @]
297 4 7= kA 110 13 x 62 13 x 102 2 x
30[= 7 AE— | 95 3 @) 107 4 @) 100 3 @)
31| F Fu kA 97 3 @) 106 2 @) 103 2 @)
32[= LU AR 89 2 @) 69 3 x 92 4 @]
Bla-= FAL T 7 93 7 @) 98 5 @) 88 s O
B FALT 7o 89 25 x 89 21 x 89 17 x
’ 101 3 x 105 7 x 102 3 x
116 3 x 93 6] O 96 3 )
3NAFINANT = 134 2 x 119 1 X 119 3 X
38[ 4 A4k A 92 23 x 96 12 x 110 16 x
39| 7 H A — 0 0 x 0 0 x 0 0 x
40| B V8 Y L 110 6 X 118 7 X 110 5 X
A 102 2 @) 85 2 ) 98 3 ]
IR 7T 114 2 @) 91 5 x 114 3 )
43[F Lk = 91 5 @) 61 2 x 88 5 )
44 /¥ T 90 5 @) 95 3 @) 86 5 @)
45]x ) 7 53 112 6 x 116 2 x 109 3 X
46[% ) AFAF— b 0 0 X 0 0 X 0 0 x
41[F v T B 0 0 x 0 0 x 0 0 X
48[F o b 105 5 @) 102 2 @) 92 5 @)
19/ n~7 108 2 x 104 2 x 100 2 X
507 n B — T AF N 94 3 @) 96 2 @) 96 4 @)
547 mA <YL — | 110 2 @) 107 3 @) 103 4 @)
55/ nnra7 7 A 95 29 x 126 56 x 82 2 X
56[> 7/ 7k A 85 3 @) 46 2 x 92 2 @]
ST b ANT 123 6 x 103 3 @) 117 1 @)
107 5 x 170 4 x 113 4 x
95 6 x 101 5 @) 101 3 @)
153 6 x 115 4 x 98 5 @)
45 9 x 64 5 x 63 8 x
103 3 x 91 2 x 105 3 x
103 1 @) 140 11 x 103 2 @]
115 1 @) 78 24 @) 112 4 @)
65> 7 kU 167 4 x 90 5 x 159 17 x
66> 7o = — 96 4] O 99 3 @) 99 4 @)
67>~ ALY 99 9 x 188 11 x 106 4 x
=Ty 117 2 @) 1511 10 x 108 2 @)
ABARY 90 3 x 100 1 x 94 3 x
CAFEY 92 15 x 345 57 x 112 3 x
AFNEL KA 91 3 @) 62 4 x 100 2 @)
AE~L— | 99 4] O 99 2 @) 90 5 @)
BleF It T 88 4] O 97 3 @) 90 5 @)
ATV 94 4] O 90 2 @) 91 4 @)
B|F AN INT 95 2 @) 99 7 @) 97 4 @)
76[F A A b 77 12 x 73 5 x 54 8 x
TF s 88 5 @) 101 2 @) 86 7 @)
s aLEY R A 92 3 @) 37 7 x 97 3 @)
Dk 108 6] O 86 2 @) 99 3 @)
75 4 x 46 4 x 86 2 x
96 9] O 104 2 @) 101 3 @)
D A 104 3 @) 105 3 x 102 3 @)
8377 by 82 3 @) 93 3 @) 83 6 @)
BT NEARY ~ 98 7 x 69 2 x 114 3 x
857 /L 7 7k A 102 4] O 89 2 @) 87 4 @)
86| F U T A — L 97 4 x 358 13 x 362 5 x
8T LU 7Y AA 103 4 x 106 0 x 103 2 x
88[hU 7L — | 96 4 @) 103 2 @) 91 7 )
8[FVU s T/ = 148 9 x 104 2 @) 119 4 @)
90[ kU 7 Ak = 114 2 @) 92 2 @) 107 5 @)
NINEEEEN =T 94 3 X 84 3 x 87 5 X
92[ M7 ek A AT 83 3 @) 83 3 @) 95 7 @)
BlhL7 = ET 93 4 @) 100 3 @) 89 2 @)
94[F 7 e RS F 116 2 @) 121 3 x 127 24 x
123 4 x 105 5 @) 115 2 @)
96 4 @) 97 2 @) 94 2 @)
101 4 @) 103 2 @) 96 3 @)
126 4 x 101 2 x 121 3 X
QTG F AL AFIL 116 2 @) 50 6 x 115 2 @]
1000 V7 =Ty % 109 3 @) 102 3 @) 108 5 @)
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52 ZUMMRHIFER (X< S, Tryal— VXA GC-MS)

FLEW TJryal)— |
-2 24 FE(GHTRE| EM% | FUE O |DMTREE| @M% | SUE | DHMTRIE| EA%
(%) | (RSD%) |aFffifi %) (%) | RSD%) [AFAfifEH| (%) | (RSD%) | aF i 4
101{ET VY ) —)v 105 4 X 115 12 X 110 2 X
102[ '~k A 105 4 @) 82 3 [¢) 105 2 [¢)
103[E°F 7 kA 94 2 @) 59 5 x 100 2 6]
104[E° T YR A 94 3 @) 62 4 x 100 4 [¢)
15|V ¥ 7= FF 110 2 o 66 3 X 118 2 O
106 ) 4~ 104 3 x 119 13 x 103 3 x
W07E-E) 7=/ v 2 A 104 2 @) 89 5 [¢) 92 3 [¢)
108[ZE) 7 =) v I A 95 4 x 94 4 x 85 3 X
109[EY Frxv 7oy 99 4 @] 99 3 o 96 5 O
110[E ) S A—F 91 3 @) 96 6 [¢) 94 2 [¢)
ME) IV T =y 74 4 x 79 3 x 78 4 x
12| Y SFAAF IV 96 4 o 74 3 o 101 4 )]
13[errayy 104 4 @) 110 3 [¢) 99 2 [¢)
114[7 = F KA 112 3 @) 100 2 @) 98 4 [¢)
115(7 = FV E)L 100 3 x 94 2 x 93 5 x
1167 == haF+ 118 1 0 53 4 x 115 2 [¢)
U7 =) FANNT 100 1 @) 93 6 [¢) 99 4 [¢)
1187 =/ bV 103 3 x 114 4 x 100 5 x
19|17 =) ThNT 98 4 o 100 7 o 102 2 o
1207 = Y ANVERF A~ 129 2 X 75 5 X 125 2 X
1217 = v F A 91 4 @) 63 3 x 92 4 [¢)
1227 =¥ bx— b 92 4 @) 39 7 x 91 3 [¢)
1237 =L L— | 95 3 X 140 9 X 102 3 X
1247 =T aFy—n 132 4 x 100 15 o 111 5 x
1257 = FaEEL T 90 4 x 102 8 x 100 4 x
126|774 F 96 4 @) 132 1 x 98 3 [¢)
1277 F L — b 38 10 x 75 7 x 55 16 X
128|720 A— |+ 105 2 o 50 15 X 98 3 O
1297 7 n 7=y 102 2 @) 101 4 [¢) 98 5 [¢)
1307 7 LTy FAF 104 2 x 106 1 [¢) 97 6 @)
BUTAT 7V EY A 97 2 o 107 3 0 106 5 [¢)
1327V b Y x— b 97 3 0 94 4 ) 102 2 6]
133 106 2 @) 100 3 @) 101 3 [¢)
134 456 10 x 427 6 x 693 7 X
135 90 7 X 377 76 X 81 11 X
136| 7 L8 U % — b 99 7 x 83 2 x 109 2 x
137| 7V I AFH Vv 124 4 x 96 2 @) 126 4 x
18873 Fy XTI 116 3 @) 104 2 [¢) 114 1 [¢)
1397 VFFrm—n 81 26 x 70 5 x 94 8 o
140[7 r FA KA 95 5 x 76 3 [¢) 102 9 [¢)
417 e = 97 5 ) 71 2 @) 91 3 [¢)
142|7 B /3= )b 105 1 x 115 1 x 101 2 X
143(7 15X 111 4 x 71 5 X 105 4 x
447w a) 98 4 @) 101 2 [¢) 94 4 [¢)
1457 EH I K 102 7 @) 15 24 x 96 2 [¢)
146|707 = )R A 102 4 0 73 8 0 105 4 [¢)
147|7 @ A% AL 111 2 0 92 3 x 112 2 [¢)
1487 m~ )L 87 15 x 61 34 x 90 6 x
1497 o A F U v 95 2 x 100 3 x 98 3 x
1507 a7 F K 97 2 0 105 5 0 104 3 [¢)
154X F T L 65 22 x 68 9 x 86 4 x
155(~ /) ¥ a—)L 104 3 x 90 2 x 105 2 x
156[~< L A b U >~ 96 5 x 94 8 x 95 4 x
IR FA A INT 103 3 @] 83 4 X 107 5 O
158NV T 4 AH Y v 130 5 x 114 2 [¢) 113 3 [¢)
1597V F Y v 116 3 @) 106 2 @) 108 4 [¢)
160~ 7 Lt — b 87 2 @) 107 3 [¢) 95 2 [¢)
1614w~ 110 4 @] 54 9 X 108 3 O
162|F AF 7 ¥ — b 98 6 x 82 17 x 111 2 x
163|827 7 I K2 89 2 ) 64 7 x 103 2 [¢)
164[8 2 A v b 99 4 x 7 24 x 107 2 x
165\~ 7 F A~ 97 5 @) 72 4 x 104 2 @)
1663 7 121 5 x 104 10 [¢) 115 4 x
167| A % 3 48 7 x 24 9 x 93 5 x
168[A 4 T % v L 101 2 x 150 5 x 107 5 x
169| A FA IV T 128 2 X 83 5 X 129 3 X
10| A F 4 F A 98 9 @) 31 8 x 103 5 [¢)
171 A hF v s m—L 119 3 @) 104 2 [¢) 104 4 [¢)
172(B-A b /A bEEY 94 13 x 97 3 0 220 145 x
173|Z-A I/ AbEEY 116 2 @) 105 3 [¢) 110 1 @)
174 A b T 7 —)b 95 3 @) 90 5 @) 99 3 [¢)
175\ A 7 = F £ v b 101 1 @) 81 3 [¢) 101 3 [¢)
176|A 7 u =)L 106 3 o 108 1 o 109 2 O
177 / 72 bR A 102 3 x 137 65 x 110 14 x
178[L oL 114 2 x 109 1 x 99 42 x
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# 6 ZUMEMmRE R (129 AZE 9. LC-MS/MS)

0.1ppm 0.01ppm
|- 23 MR | R DRREE [ BUE | DREREE [ SRS | BRI S
(%) (RSD%) | (RSD%) (%) (RSD%) | (RSD%)

1[MPMC (3t > U /b /L 7 Xylylcarb) [@) 0 0 0 0 0 0 x
2|XMC @) 93 3 5 90 5 9| O
3|7 2R T FTASATF N [¢) 74 9 16 68 15 20 x
A7~ T TR x 0 0 0 7 133 168 x
5|7 tF v x 0 0 0 0 0 0 x
6|7tk /v rk ek ik x 0 0 0 1 360 533 x
N7 esI7V K [¢) 79 6 8 82 4 10| O
877 =—b @) 23 10 134 24 35 135 x
IAr /s [¢) 86 3 4 89 5 71 O
WFAroHrT [¢) 80 7 11 86 7 6] O
I E A= @) 95 4 94 4 6] O
Ay TahrT [¢) 91 3 4 92 4 6] O
BT~ T4 F x 29 25 27 15 17 61 x
14l ~FVy L @) 90 2 6 90 7 71 O
BAIFr7aTY R @) 87 2 4 94 3 5] O
164 I~ ary—n [¢) 73 4 7 96 12 12] O
aF Y =S DA x 84 6 8 69 24 21 x
8=FAT = N @) 56 10 21 57 8 28 x
19[= b ¥ [¢) 23 16 39 27 11 24 x
20[4F YT ra ARy [¢) 96 1 4 95 3 4] O
21| A4 ¥ I L [¢) 79 9 9 84 10 10| O
22 LN YL @) 96 1 5 89 4 71 O
[¢) 86 1 6 97 5 4] O
[¢) 81 3 7 80 5 71 O
[¢) 0 0 0 2 153 195 x
[¢) 157 3 6 139 6 14 x
27|/ Iy [¢) 91 1 3 90 4 71 O
28|/ u N TN T Xa [¢) 87 4 12 84 11 13 O
20|M(LT = > T H AR x 5 50 82 15 9 62 x
ST 77K [¢) 80 3 6 93 2 4] O
vay @) 87 3 4 92 4 9| O
R)VAXY LT o 44 7 11 64 14 27 x
33l sora by x 46 9 21 128 17 68 x
B = @) 86 3 6 95 2 6] O
3B AFVE—L @) 87 3 4 86 3 6] O
36[AE /LA [¢) 83 3 4 90 3 6] O
Ry BN [¢) 80 2 4 85 1 6] O
38t hF A @) 89 2 9 86 4 9] O
39|44 Ly [¢) 91 1 4 93 3 6] O
AW[F T~ xS —n [¢) 37 22 20 5 63 169 x
41[F T R F Y — VAREEY x 0 0 0 0 0 0 x
RIFATHNT [¢) 92 5 6 88 9 71 O
B[FAL s T A x 59 8 8 79 10 10 x
P T E @) 98 2 5 93 3 71 O
45|F AT 7 ) v I AALEX YK [¢) 93 3 4 97 3 4] O
16| F AT 7 ) v I A ALK [¢) 95 5 5 91 10 9] O
477 7= [¢) 92 2 8 84 4 9] O
x 0 0 0 10 44 75 x
[¢) 92 3 6 90 5 5]
[¢) 88 3 4 88 7 8] O
@) 100 5 6 78 11 17] O
[¢) 90 1 3 96 1 2] O
[¢) 72 3 8 71 6 10| O
[@) 91 2 7 83 6 8] O
v — NV ARHPEY o 94 3 4 93 7 8 o
56|k U NX v AT @) 44 7 13 42 9 13 x
HINEY [¢) 90 3 3 91 4 8] O
58235 U AL AT 345 U AXHNT [¢) 90 1 4 92 4 [ e)
59|17 & L R x 0 0 0 26 13 32 x
60[=7 > 7 A @) 82 3 4 89 4 10| O
FFA @) 87 2 5 88 5 8] O
6203t FaFs AL RTF [¢) 94 1 4 90 3 71 O
63l A by [¢) 0 0 0 0 0 0 x
64T/ L—F (EF/Vx—]) [@) 13 48 101 14 89 124 x
65U SHLT (EVIH—7T) @) 90 4 4 95 3 3 O
667 =/ TN T [¢) 89 3 4 93 4 5] O
677 x> FIHFI K @) 93 2 4 96 3 4] O
687 =¥y A— b (BR) o 78 1 9 84 8 9 [¢)
697 =t mEs A= (Zh) @) 86 4 5 96 4 71 O
707 AN AEF LA @) 78 7 11 85 16 21 @)
T[T F AL RF S AALEX YK [¢) 87 5 s 91 3 0] O
2|75 FANNT [¢) 50 6 17 45 9 18 x
BT T 4 [¢) 68 7 20 79 5 12 x
WINT =) s AE @) 50 6 12 129 13 64 x
BT 00T A @) 90 2 9 86 7 9] O
76| 7 u NEH LT [¢) 95 2 5 102 6 6] O
11T e _F = @) 0 0 0 2 432 448 x
8T o EX AN (F ok AN) @) 90 3 4 95 6 9| O
9T AHNT [¢) 95 1 5 93 5 6] O
80[~¥ v F7 s % [¢) 53 3 12 114 11 44 x
81 v s my [¢) 94 2 4 88 2 6] O
D A= [¢) 13 52 54 19 39 61 x
83| v By u KSR o 0 0 0 5 20 124 x
84~ TS T [¢) 100 3 4 88 4 8] O
85|~ A AHNT @) 91 3 4 89 3 6] O
86[~> 75 HNLT [¢) 0 0 0 1 14 159 x
87[A ¥ 4 @) 80 2 2 89 3 5] O
884 v I L [¢) 113 5 23 98 5 14 x
8 A S R AFT A [¢) 95 3 4 90 4 9] O
90| A & I KA [¢) 80 2 5 80 13 13 O
A FFL T =3 [¢) 19 13 54 24 15 57 x
2t X T [¢) 96 1 1 94 4 4]
93[%x R L7 (MTMC) [¢) 89 3 5 92 3 5] O
94 A "=tV A @) 88 3 4 89 6 8] O
95| 4 X =&V A REBE [¢) 90 2 5 90 4 5] O
W ANHT LAY (AFANNT) [¢) 95 2 4 92 3 5] O
97V ==y @) 92 3 4 91 6 9] O
BT xR o 98 10 12 79 12 19 O
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F£ T UMM B (v XY, LC-MS/MS)

0.1ppm 0.01ppm
f 3 4 BRME | B [OFTRE | SRR BUEE [ OFFTHREEE | SEPVREEE | BRANAS 5L
(%) (RSD%) | (RSD%) (%) (RSD%) | (RSD%)
1[MPMC (3t > U v J1 )L 7 Xylylcarb) [¢) 79 8 10 59 10 46 x
2]XMC [¢) 92 7 6 92 5 7] C
3| VS FASAFN [¢) 78 9 10 65 15 17 x
4 Y T Vg x 0 0 0 0 0 0 x
57X/ L x 0 0 0 0 0 0 x
67 ¥ /v Fax ik x 0 0 0 0 0 0 x
Nres 7Y K [¢) 78 10 8 81 6 9] O
8r 7 =— 1 [¢) 18 125 188 37 8 112 x
Igr /s hn7 [¢) 85 3 2 93 2 2]
WA IhNT [¢) 90 8 9 100 5 8] O
ey [¢) 91 2 3 92 5 5] O
1Ay FahrT [¢) 92 2 4 99 4 5] O
B4 FRvT 4 K [¢) 55 20 16 63 12 23 x
14l ~F V)L [¢) 85 2 2 92 5 4] O
BAIF7a7Y R [¢) 79 3 2 96 4 5] O
16[4 I ~vafy—n @) 79 4 5 77 6 9] O
174 I~V aF A~ I [¢) 93 5 4 75 18 6] O
Bz FAT = LT @) 80 2 5 82 7 9] O
19|~ hF ¥ X 2 1 1 0 0 0 X
0|4 XS a AR [¢) 96 1 2 98 2 4] O
2|4 3L @) 87 2 6 92 7 8] O
29[ S [¢) 98 2 3 89 5 5] O
23| v 7 R o 91 1 2 98 3 5 o
[¢) 90 2 3 75 14 36 x
@) 0 0 0 0 0 0 x
[¢) 106 2 5 105 6 6] O
27|/ Iy @) 94 2 4 87 4 5] O
B[/ oA T T A [¢) 74 4 5 79 5 8] O
20|MfL7 = T 7 AR x 2 134 170 13 57 69 x
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Validation on Simultaneous Method for Pesticide Residues in Agricultural Products by GC-MS
and LC-CMS/MS.
Naomi Yamamoto, Nobuya Sato, Masanori Shinto and Kazuo Kobayashi

We introduced new simultaneous method for pesticide residues, based on QUEChERS method
and purification with solid-phase extraction. We validated this method about 10 vegitabes
according to a guideline for validation. 48-79% of all determined pesticeds satisfied a criterion for

a guideline for validation.

Keywords : residual pesticides, QUEChERS method, GC-MS, LC-MS/MS
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Peihs FREEIERD /IR
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SR ER IR T 2B HIERGO—FSHEC OV TRE Lz, ~F 200
25 ETIEE»OOHMENFREL 720 . A — VX0 5 2 & TR 2 FAE
T& 72, LC-MS/MS 1B~ hU v 7 2D EENMER L2729, IRBRINEE 3
RO ERE COTEENATREE /e o T, FEAEICOW TR YT T A R
TA NHED T YR A2 T o 72, B ESM 65 THA Y, BN TSHIIHE, 4
WTH0HE, AW T48HE, 92X THhAHHANMEE LTz,

F—U— N @ KERM, BHERS, —FoNr, 2AMERHE, @ik o~ k
7T 74— 8T DR RSTE

1. #EE OWTHMA, FRA. KR, 272E
T IR S 3B K PER) O il R et | (L g MRl 21T > 72,

APEPED R b PR DI TB O B Y

THEHASNTWD, I oEAEREM, 2. MEROTE

DR KRER T ~DFRED i S, DEEHES « 308K - 47 R

2006 4E 5 ] 29 HICEEKEDRYT 17 - JRATEYE:PL1-3, PL2-1 (Fnyt#lisk T
U A MEESRE TS, —ELL ko R R | OB FERISE T3
SR DR OTRN LSS 2 B MAIZEERL, MP /No 4 2
L llpole, ZORIEIZ LV IREEH 7 4 1 VL

= 3L 5L D A3 BTt G A H 28 KITEIZ N L 7=, - EDTA 2Na, #ifb7 b U w7 AGFneHiER
ZHICENZ R — FRBRIETH D TR FURRRR), MOKRREE T N U v
THPLC I L 28 = 3e 5 o — &3k L (Fnobslise T8 78 IR0 HT
Bk, O, M) (AR 13k, Mk I ), A% /=N, TEb=bFVL, ¥
B 0, BAGEE N HEMS Y, i (Fehid T30 LC/MS A, ~
FIUMEHI A A BT A NKIE S, X (G TR Edikis s
2013 4E 12 H 13 H £ Tlo 4 M & a~ h77 7 H)

179 MEMEDNE D B AT 29, - oasis HLB 60mg (Waters) .
A CIEMIEZ AW THREZTT> T smart-SPE C18-50mg (7 A A7 1 ¥
DNV ZOFEFRENI Y2 08T AR #BERY ey (L
T RVIIHIREE 2 D | AR Ry N PP) #50mL ik (A T7T
MaET 5, BEEANRGEES. b~ Y 4 ), FEVFTAY— TTRAF v
v 7 A LC-MS/MS DA A kI 2 78y 7 b (IKARY), #REH8F (v
EHZ B EOMERPRHDH, £ TK a4 ), =08 (HITACHI ), #8
SIRTEZ R U B E S 65 THH I KUY AFNL_F o (BLF PMP) #
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50 mL A 27 2= (VILAB i), =
NAR LV —4%— (EYELA %), 0.2
umPTFE 7 ¢ /L& —f} Z 18 PP i
A 7V (GE Healthcare %)

2) 4 M OVHIE S

+ HPLC : Suveyor (Thermo Fisher
Scientific)

« MS/MS : TSQ Quantum Discovery
MAX (Thermo Fisher Scientific)

« 517 A : Ascentis Express C18 (10
cmx2.1 mm, 2.7 um, Supelco)

< 1T KR 40°C

- FEAE:5ul

- BEIME © A 0.1%FKEK B A
B =N (DREIChl->TIE A,
0.05% ¥ /KL B;0.05%FHEE A
AH ) —)V)

T TVEY NN FED TR,

- A A1k . H-ESI

« A7 L—H&E  +3500V, -2500V

Xy 7 U —RE : 300 C

- WEE—F : SRM

x1 77V MEE

positive negative
min A% B% pl/min min A% B% upl/min
0 9 5 200 0 80 20 200
10 30 70 200 9 20 80 200
11 1 99 200 10 1 99 200
14 1 99 200 12 1 99 200
15 1 99 400 13 1 99 400
17 1 99 400 15 1 99 400
17.01 95 5 400 15.01 80 20 400
18 95 5 400 16 80 20 400
185 95 5 250 16,5 80 20 250
20 95 5 300 18 80 20 300
23 95 5 300 21 80 20 300
23.01 95 5 200 21.01 80 20 200
25 95 5 200 23 80 20 200
3)FBRVAR D Y

¥, PP 8 50 mL iE=iRE 1C 3k 2 g,
EDTA 2Na # 0.5 g, M/Kfife) kU
A3 g, 0.1%XBEAAX /) —L, Tk
F= KU KOKOIRRK (1:2:2) 25 mL,
~F 5 mLEMZTHREY A AL

99

7% mODBEL T U EERRE L,
MK 2152, I 0.1% X aa A ¥
=, T =Y VEOKOER
(1:2:2) 25 mL EBRELIEA~FTH 20
2 CIABROBEZ MR K L, fhi ik %18
éPMP A2 T75 223|285 T 50
L IZERT D, £ EEF@ 5 mL
%%@ammﬂ@77x: B!
mL ([ZEHE 5, A X ) —5 mL k7J< 5
mlL Carvs v a= 717 HLB |Z
TEfEIR & A S, K 10 mL TRV T 5
Azl HLB Z¥E0, W sEs, A
J—n2mLTCarysyva=r7 Lk
C18 # HLB O FICHfE L, A%/ —/L
(DR EDHA AKX ) — VR OKDIRIE
(9:1)) 5mL THEHIE 5, EHIREE
MERLE L, A& 2 — L R OKDIRIE
(1:19) 1 mL #/1 %, 0.2 umPTFE 7 ¢
JVH —fFEE G PP SRS 7 LICK Lk
Bk & L= (M1 31),

EDTA 2Na 0.5 ¢
MoKRREE R Y U A3 g

kU VR OVKOIEK (1:2:2) 25 mL
~FH% 5 mL

A EYF A X|12000 rpm, 1 min
| %048k 3000 rpm. 5 min
(b [ 22 | [~ @]

£ b= kUL OUKDIRIR

(1:2:2) 25 mL
YT
21 3 P

BRERART, K10 mL TRz
AR )= TarsFora=ry
HLB® Tz

A% ) —/L5 mLTIEH
(OREDBE A Z ) — N UKD
% (9 : 1) 5 mLTiEH)
A B )=V OUKOEE(1:19) 1 mL
02um~7 4 VX —

1 WBRIAEOFET7 14

J ¥

01 %FMEFAY /) —N, T b=

0.1%FEFA L ) =N T

f&/~w KCarvsava=ro



3. fHE
DA o st

AL XL 7 7 Al 2 2h = I < i
TEXDHAH =), %L OEMWREIR,
T A7 b= UL, @Y
BT NIV A 0V RV R
TEDHKRERN, AX =N, Tk b
= F UV OUK DRI TG L 7= fE 5
(1:2:2) BNEE R, mO0HE% O E
BIRINENNTH T2, AKX ) —)L,
T b= U AKROKOER (1:2:2) %
AWTHEEIT- 72,

MYETIEHBRY /"7 BRI, AHX U
VEEERV LT R AR LT b,
XFEHNTH A X Y UL RS ED
RDPEONTE WV HE 90, BilgE
FAWTEIERA A B L7z vy 9 G o
b5, £ T, FBEOERZ THEN
0.1%IZ72 5 X H A L= A & ) —)L,
7 b= kU AKROKOERK (1:2:2) %
AWTHMEN Z21T 7=, ZO/EHE, X
fie & FIN T TR O 05 A3 B 70 B
Boniclod, MHEEICXEE 0.1%
ERRbHEoumT Az L E LT,

FT N TVA U CRPUAEWE O
WA U#ET 5 BT EDTA2Na % 0.5
g, m B DR & [ 5 B Tk
WiEEF U L% 3g LT,

2) i HEFA

Rk 24 AR EEH AR SR T A E ik
AR BAHE S BT, JRH]
& UCHEMI &2 a3 DUl T B
HEL L QI T 2 MERH D LD
RENRENTZ 7, ZOMERDOT-D, 4
HE 2 g ICTVEDOFh AL 256 mL 2z T
REVFIFARTHE, V¥ 7 VRl
— & —LHILE DRI, RO E D A
175 - TR U TR 2 T & e o T,
LI TAZ ) =), TEF=FVILED

KOEK (1:2:2) 25 mL [c~FH > 5
mL Nz 5 &, FEEH—hEHT 5
ZEemnTE, (M2

% AKik

X2 AAROfHEE

D ORI 2 THER N @
R A1T > 72, T2 b4E2 g%
BE L 0.1 ppm & 725 X D IROIEAER %
TONU ., R & E 7 REE) & R BRIATR
OFBELTTEE (X 1) (THEWRBRIRITE % 7R
LT, ZORRETT (&2,

2 IINEMGER ()

BORERS s DUREER o
Sulfacetamide 76  Sulfadimethoxine 92
Olaquindox 116 Doxcycline 72
Sulfadiazine 93 Sulfaquinoxaline 107
Levamisole 79  Oxibendazole 71
Sulfathiazole 87 Oxolinic_acid 94
Sulfapyridine 90 Ethopabate 79
5-Propylsulfonyl-1H- 93 Tiamulin -
benzimiidazol-2-amine Hydrocortisone 90
Sulfameradine 79  Prednisolone 85
Thiabendazole-5-hydroxy 85 Spiramycin_1 —
Clopidol 82 Nalidixic_acid 100
Lincomycin 96 Famphur 76
Trimethoprim 81 Flumequine 89
Thiabendazole 74  Flubendazole 112
Ormetoprim 73 Dexamethasone —
Sulfadimidine 91 B-trenbolone =
Ofloxacin 56 a-trenbolone -
Sulfamethoxypyridazine 84 Fenobucarb(BPMC) 17
Ciprofloxacin 75 Tilmicosin -
Xylazine 85 Piromidic_acid -
Sulfachlorpyridazine 100 Melengestrol_Acetate -
Danofloxacin — Emamectin_Bla —
Trichlorfon(DEP) — Temephos(Abate) -
Clenbuterol 85 Allethrin -
Sulfametoxazole 73  Monensin =
Enrofloxacin — Thiamphenicol 115
Sulfamonomethoxine 91 Florfenicol 108
Chlortetracycline 76  Clorsulon 94
Sulfadoxine 74  2-Acetylamino-5- 04
Oxytetracycline 76 nitrothiazole
Nespiramycin_1 —  Sulfanitran 98
Sulfabenzamide 84 Zeranol -
Tetracycline 82 Nicarbazin =
Pyrimethamine 106

BERPEAR R BERA R, E— 2 DR CE b 0" —"E LT

100



65 HHT 45 HHNEE 70~120% &
Ipot, ZTHUT KV AETIE, Bl
DI ATRETH 5 & HIWT L7,

A — ) H T

E TIIRME I IE T I RE# 232307 |
EWNZ D EMEr B oTo, T2
MR Z MY T MMCAMSE L EHEED
ZENhol, FITHHLODOFE 9%
BE R Z 50 mL ICER L, £ 2
HIEMEIZS mLA2 LD, ZhZERMEL T
EFA A T DA ST, 10 55D 112 A
eV Z o L TEMERER
40 53726 b I EAE CE | [EFE A T LD
EDLZENRL 2T,

AFERLD Rt

A7 7 A CTOREMARET L7-, HLB,
PLS. C18, PSA, VU VREREN T A
ZHEt L=, HLB & C18 Z#Ad
OETRBRNRLEENRIF CThHo T,

I IRE T, BBV R Z HD 57201
EFE 7 DO E A X 7 — VR OUK
DIRHE (9:1) & L7z,

SYiEl~ MU v 7 AD L

A CIRINEZ AW THRAEZ1T 9 B,
Ak~ R Y w7 A LC-MS/MS DA #
AN BE G2 5720, RE~ MU »
7 ZWIMEREZ N TERE LTS, L
MWLZ TR EHETARERD Y |
ARBRISIR 2 TS DB 2. o T
BT EOMENRD D, £ I TARIEIC
BWT, BERINERECERELITZ D0
W 5720, Rkt~ N v 7 A0
BLARHm L7z,

el MY v 7 AUSHIZEAEL, AT
B, BRI D7 T v 7 ik 2 R BRIR
WROPETTE (K1) IR L, 5
FLERLIZ A & — VR OVK DR (1:19)

101

T LR AEER 2 ng/mL % 1 mL
A TP LTz, WHERIMEREIX, A ¥
J =V ROKDIRKR (1:19) R T 2
ng/mL (ZFHEL L7=, b OmEEEO L
(%) ZnL7- (3, X3),



* 3

BVl WIS N} -7

Iy 7 AURIEEE / BRI e

B R (%)
BHA A BHR

Sulfacetamide 95 100 102
Olaquindox 94 104 96
Sulfadiazine 101 98 97
Levamisole 107 105 119
Sulfathiazole 99 88 98
Sulfapyridine 107 93 103
5-Propylsulfonyl-1H- 99 107 107
benzimiidazol-2-amine
Sulfameradine 106 93 93
Thiabendazole-5-hydroxy 128 56 87
Clopidol 86 104 87
Lincomyecin 108 108 98
Trimethoprim 114 122 113
Thiabendazole 100 96 92
Ormetoprim 104 102 96
Sulfadimidine 94 100 100
Ofloxacin 217 133 125
Sulfamethoxypyridazine 97 104 101
Ciprofloxacin 259 156 190
Xylazine 106 98 99
Sulfachlorpyridazine 101 102 103
Danofloxacin — — —
Trichlorfon(DEP) 106 101 89
Clenbuterol 98 124 99
Sulfametoxazole 91 91 101
Enrofloxacin 244 155 207
Sulfamonomethoxine 107 109 93
Chlortetracycline 101 98 111
Sulfadoxine 96 103 93
Oxytetracycline 118 127 124
Nespiramycin_1 — — —
Sulfabenzamide 81 98 95
Tetracycline 115 94 82
Pyrimethamine 104 98 81
Sulfadimethoxine 90 94 96
Doxcycline - 92 180
Sulfaquinoxaline 101 97 97
Oxibendazole 104 99 98
Oxolinic_acid 100 100 92
Ethopabate 102 101 107
Tiamulin 179 225 164
Hydrocortisone 105 103 171
Prednisolone 95 94 99
Spiramyecin_1 — — —
Nalidixic_acid 106 99 100
Famphur 100 95 97
Flumequine 91 86 99
Flubendazole 94 96 90
Dexamethasone 107 98 91
B-trenbolone 89 97 97
a-trenbolone 95 93 84
Fenobucarb(BPMC) 96 136 92
Tilmicosin — — —
Piromidic_acid 100 88 102
Melengestrol_Acetate 105 125 105
Emamectin_Bla — — —
Temephos(Abate) — — —
Allethrin — — —
Monensin - - -
Thiamphenicol 102 103 110
Florfenicol 134 132 170
Clorsulon 100 92 100
2tAcet§<lam1n0'5' 115 115 143
nitrothiazole
Sulfanitran 103 102 94
Zeranol 80 94 102
Nicarbazin — — —

BIRMER B, B =7 DR TERWBDIE"—" &L 7

102

HH K

< FNU v 7 ADEE (%)

X 3

DERHA

Wk~ U 7 AR

% < OB IR I3\ CRIFEE O
32N 100%I2 35V Ml & 72 > 72,
ZOFRERNS .~ N v 7 ADOFEENMEK
WENTZ &5 2, EIEISIMEREZ VLT
EETHILEE LT,

6) 2 4 R T

ZGMER AT A KT A ATFEDEHY
PERHMl A AT o 72, BN & 5 e &1, B
INENGEER % 0.1 ppm & 0.01 ppm @ 2
IREE. 2 ¥4 5 B To72, . K
AHPIZ-DOUWTIE 0.01 ppm, 5 T TN
FEBR 21TV, SRR R O EE DS BAT
7o) R EIE SOV TR A OFE B %
WH I, mERHEERIL, A%/
— /LR OVKOER (1:19) T 1,2.5,10,
20, 50 ng/mL (ZFHR L, A Bk
SER L (3R 4),



F4 LA R

AL H72F (n=2, 5day) R BHA FHA ERHR SHE
A5, A A (n=5,, 1day) AINiE E (ppm) 0.01 0.1 0.01 0.01 0.01 0.1
h[A=x/E Mode SRM (m/z)  CE (V)|ELEE / T4 | ERKEE (%)| B / BHTHE (%) [BRE / SHTHE / ERBE (%)

Sulfacetamide + 2151 — 108 18 93 5 11:97 6 5|9 5|91 14(8 5 7187 7T 17
Olaquindox + 264 — 1431 32 98 5 7192 4 5|94 6 (8 10(8 5 787 4 3
Sulfadiazine + 2561 — 156 14 99 8 798 4 7|98 7 [98 5(90 3 88 3 8
Levamisole + 2049 — 178 21 (100 5 5 {93 6 9 |100 4 105 15|101 5 5 ;92 7 6
Sulfathiazole + 2559 — 156 13 94 9 9199 6 10|19 8 (8 788 4 12:93 3 11
Sulfapyridine + 250 — 156 15 94 9 9 97 9 9 |84 111056 21(92 5 11;83 3 4
5-Propylsulfonyl-1H- + 240 — 133 30 |9 3 8 94 3 4101 4[100 3|98 5 5{9 5 5
benzimidazole-2-amine

Sulfameradine + 2649 — 172 17 95 7 161106 7 6 |87 1392 11|91 7 887 2 10
Thiabendazole-5-hydroxy + 2181 — 191 24 |95 8 9191 5 9 ([97 6|87 9|91 6 68 6 8
Clopidol + 1911 — 1561 26 |8 14 1381 10 118 15|79 12|84 6 11 8 7 6
Lincomycin + 407 — 126.1 33 (103 4 7 1107 4 7 (103 4 (105 9|97 8 999 4 11
Trimethoprim + 291 — 230.1 23 (100 4 13{106 3 6 (112 8 |116 11|101 7 6 {101 4 8
Thiabendazole + 2019 — 175 24 |90 8 719 4 1199 4|8 9|8 6 98 8 12
Ormetoprim + 275 — 259.1 26 |101 6 11102 2 7 |111 6 |113 5 |100 3 1196 5 10
Sulfadimidine + 2789 — 186 18 |101 8 10/108 10 8 |8 108 128 7 11;90 6 8
Ofloxacin + 361.8 — 3181 17 | 117 12 16 {109 17 14 |133 13 (117 31(109 8 10: 91 4 15
Tetracycline + 445 — 4101 21 (8 10 11/8 10 8 |8 7 (8 6|8 4 591 2 9
Sulfamethoxypyridazine + 281 — 1559 16 95 7 6 7108 4 9 |8 1197 4 (8 9 10:8 4 9
Oxytetracycline + 461 — 426.1 19 89 10 10;8 3 5 |77 7 ([8 7T (8 7 991 3 7
Enrofloxacin + 359.9 — 316.1 20 147 10 54 {133 17 31 (212 21|171 25115 5 6 ;97 b5 14
Ciprofloxacin + 3321 — 2881 17 (188 11 95 118 8 26 (159 19169 22113 8 11 95 5 13
Xylazine + 221.1 — 90 23 94 11 11:8 7 9|19 499 2(9% 6 10;8 8 7
Sulfachlorpyridazine + 285 — 156 16 9% 9 7,9 6 109 691 9(92 6 68 3 9
Danofloxacin + 358 — 314.1 17 — — —1i194 18 19| — —| — —]|193 31 30:i111 7 21
Trichlorfon(DEP) + 259 — 2029 14 [9% 7 11;94 11 9 |9 10|97 17|93 5 11,97 8 8
Clenbuterol + 2769 — 2029 15 |101 5 1095 8 112|124 27 (105 7 (101 4 7 {104 5 6
Sulfametoxazole + 2539 — 156 17 92 12 10,93 5 7|8 1092 5 ([92 4 590 5 11
Sulfamonomethoxine + 281.1 — 215 19 |105 11 13115 9 15|94 18|93 7 (8 7 7.9 6 7
Sulfadoxine + 3109 — 156 19 9 7 898 5 T |9 5 ([97 2 (8 5 10;8 5 8
Nespiramycin_1 + 350.6 — 174.1 15 _ = — - - = = - — — = — —
Sulfabenzamide + 276.8 — 156 11 |8 9 1218 6 10|93 4 (8 5|8 7 9;8 2 8
Chlortetracycline + 479 — 4441 19 (8 10 9 {8 7 9|77 4|8 7|8 6 9.8 T 6
Spiramycin_1 + 4226 — 174.1 20 - = — — — —| — —| — —326 12 218 3 11
Pyrimethamine + 249 — 233 29 8 9 10;73 8 9 |110 5 (99 5 (9 4 476 T 7
Sulfadimethoxine + 311 — 156 18 |8 8 109 3 7|8 88 6|9 3 58 3 10
Doxcycline + 44492 — 4281 18 8% 9 10;8 8 9|8 5 ([8 892 4 98 8 11
Tilmicosin + 4354 — 174 27 —_ = — - - = —| — —| — — — 149 10 20
Sulfaquinoxaline + 3009 — 156 14 93 10 11 ;98 7 7 |84 11|94 5 (8 6 892 7 7
Oxolinic_acid + 261.8 — 244 17 |94 8 9 |97 7 11|82 8 (8 9|92 5 590 4 11
Oxibendazole + 250.1 — 2181 18 87 9 9191 5 9|93 6 (8 11(94 3 4 :93 3 6
Ethopabate + 238 — 136 29 95 6 8 (97 4 9|9 2 (102 2 (94 1 393 7 6
Tiamulin + 4941 — 192 21 —_ = — — — | — — | — —[192 6 26:106 3 22
Nalidixic_acid + 2329 — 215 17 |8 9 118 8 9|8 5 (8 7|92 4 587 3 7
Flumequine + 261.8 — 202 34 8 12 108 6 9 |8 7 ([8 11(92 10 98 5 8
Hydrocortisone + 363 — 1209 23 91 15 1390 8 12102 6 (250 28 (92 6 12;83 7 5
Prednisolone + 361 — 147 22 |8 6 10{91 9 13(93 7|8 8|94 5 518 2 4
Famphur + 326 — 2169 22 95 8 8794 3 12100 4 (102 5 (91 4 687 5 6
Flubendazole + 314 — 2821 27 8 10 8 8 6 8|93 892 8(90 3 6.8 3 9
Piromidic_acid + 289 — 271 17 8 5 7 (8 6 6|8 68 8(9% 9 986 5 7
Dexamethasone + 393 — 2371 27 [8 4 10{8 3 9|91 68 13|91 7 9.8 6 5
B-trenbolone + 271.1 — 2531 20 8 7 11:8 5 8|8 3[9% 3|8 6 10:80 6 10
Fenobucarb(BPMC) + 208 — 95 12 8% 7 128 8 10|79 11|78 6|8 5 1066 5 16
a-trenbolone + 271 — 2531 19 |84 6 108 7 8 |8 118 9|8 3 68 3 10
Emamectin_Bla + 886.4 — 1579 33 —_ = — _ - - - - = = = — —
Melengestrol_Acetate + 397 — 279.1 19 91 9 2087 14 23|8 15(103 6 (94 3 7 :i8 6 11
Temephos(Abate) + 467 — 4189 15 | — — — - - - =] - == = —
Allethrin + 3031 — 135 11 - = — - - =] - = - = == — —
Monensin + 6884 — 460.7 24 —_- = — - - = = - — —0 — — —
Thiamphenicol - 354 — 185 24 99 7 151105 5 5 |114 10102 9 (97 11 13:{101 4 13
Florfenicol - 356 — 185 16 |108 4 7 (108 6 9 |111 7 (148 9 (109 4 5 ;116 3 3
Clorsulon - 3799 — 3438 11 (8 11 11,97 3 6 (8 9|76 7|8 7 10,78 3 13
2-Acetylamino-5-nitrothiazole - 185.8 — 138.9 13 |106 5 10(112 4 4 |105 1 (141 8 (107 2 6 {105 4 5
Sulfanitran - 334 — 270 22 8 13 139 2 3|7 8 [91 11|94 14 1298 7 8
Zeranol - 3211 — 2771 21 |8 8 13/79 4 6 (8 9|8 49 5 6:7 7 7
Nicarbazin 301 — 137 16 — - - - == = = = — —

BIRMER R, BERA R, =0 HR CERVLDIT" "L
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M EI S 65 THE T, BT 51
HE., FMHAT50HEE, KA T 48 1H
H. 972 & T54THHMNEA L BTk R
BELNT-,

4. BER O

% < OEM R EIS Z i T X 2 HhH
W 0.1%FXMEFEAX /) —/L, T =
MUV OUKOIRIR (1:2:2) Zi8R L,
XY U EINZ D 2 L TRMO D O
MA[RE L 2o T,

A= E T LT & T RG]
NEfECE, DT LNFEE SR
277,

VR IERECOE RN AIRE L IR o T2,
ZHUTRBRIESR P OB~ N Y v 7 AR
FEMNILE & el LT 7e o 7oz, A
A A~ DEEPNMEIR S T2 Z & N EER
EEZBND,

ZIBIT Ko TREDORE MR L
=, BWAL A, KA. 97
TNTx U TS MR 2TV R B AT 72
FERNE DI, RO A HE
L. A% bol EHEiHliz1T 2 H#tTh
Do

[ 235 3Lk
DEMICIERE T 2R3, NI X%
A ESE S ORS Th 2 B ORR
15 (AT A i Ry B i 20 A
Falsn Rk 1741 A 24 BT AL
FE55 0124001 7=, Fpk 20 /£ 2 A 18
AT 225855 218001 Fi2 X v —¥
&iE)
RIS FR T % BRI IC B3 2 R
EOZEVEFAE T A KT A 220 T

104

(EATEAE EI RS R R M E SR
WEE YRR 19 48 11 A 15 H B2
1115001 =)
IR T 5 KT BT 2 7B
HEOZEWEFMAA BT A > O—F
SEIZ DWW T (BB ERA R
e RamaE Rk 22 A 12 A
24 ARZH 1224 5 1 5)
DFEREEL. . : LCO/MS/MS 12 X 58)
M AEIEL O—FHEREIZONT. F
47 B EFE A LRI RS '
-22 : 84-85
B)E HIEEF, fh : I T &S oEh
PR il — ARk O Bin
ASMERE. 2011 ; 52(4) 1 290-297
6) Jin-Lan Sun et al. (2012) Screening
36 Veterinary
Food

Drugs in Animal
Origin by  LC/MS/MS
Combined with Modified
QuEChERS Method. Application
Note.Publication No. 5991-0013EN.
Agilent Technologies, Inc.

DARART B R O RS AR
EDOBFIZOWT. ok 24 A H
R P [ e e A B b o0 B
WHEZ

8)E Hixde 1. fil : HIB L UOHIH DT
NI AU CRGUVEWE &5 O T E)
WREIE S — & o OfGE. B i
FHERE. 2009 ; .50(5) : 216-222

AT, Rk 25 B T f BRI R
2 E SIS LS HE S
CRLERT) 12 W THE LT-NRZ INE
BELEZLOTHD,



Study of simultaneous determination of veterinary drugs by LC-MS/MS
Nobuya Sato, Masanori Shinto and Kazuo kobayashi

We studied simultaneous determination of residual veterinary drugs in livestock
products and seafoods. It had extracted from tallow by adding hexane, and
concentration time shortened by scaling down. We could determine by absolute
calibration using solvent addition standards, having suppressed the influence of
sample matrix to LC-MS/MS. Moreover, we validated this method in accordance
with Japanese guidelines for the validation of analytical methods for residual
agricultural chemicals in food. Using this method, 51 out of 65 drugs satisfied the
guideline chicken, 50 drugs in beef, 48 drugs in pork and 54 drugs in eel.

Keyword: livestock product and seafood, veterinary drug, simultaneous
determination, validation, LC-MS/MS
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RERMZXMNR L LTz 24 FEOBERLRS DITEDORET

(#F]

AR

Z AR FRERIER]  /VARRITR

HPLC £ X O LC-MS/MS % W o [=EE %S 24 FEO oWk E L=, KREM%
HAWTEDBEKRTHAIAT T, LERT, TV ADG&EIToT2¢ Z AR

FERAEST,

F—TU— K R,

[IzC®iz]
SRR, HE R Lo Wb
B IZ OV T, ITED LI O
R E & & b I2F OfERRME N & A R
TR SN TWD, ZORERKRED
% TR MPICER ST ER AL
MZERLTEBY, b0 [HEAGRME

FERTEE AL | 3SR TRIAl S h T
Do IZH b b PR E R 2 b7

RO, BH INDEIEMB DI
F—Tix7e <. HRxWERIHNLND
ZE, FEEED LT O LS ETW
HZER—RIZ-oTWNDHEEZLND,
F DT ORERE ML E XS & LT EH R
3 DIRA T, HITHRFOBMICER L
DOFEDIRER R ZJLRK L T LEN
H5,

D ORI E I F 2 BT R T T
PR 26 R K0 R R MO E RITHRA L
FHEIL TR Y, ZOREE YHFZEATICT
FEhi+ 5 TETHD, bl BERELD
MRAERRMICH T - T, ILEH, EH%)
REb oL INDEHKNB 24 FED S0 Hr
(ZDOWTHRFET L. o TiEZ RS LT,

[ 8 71E]
1. 3R L ORE
(1) FFEHESR,
[ 3 &t % 43 0D T HRORE HE i 13 T 208 IR

106

e RS MR T [ K

@%Aﬂ%@\%ﬁ%%f&97iw@
NN L VAR LE 2D H H o
f:o TEICHEYE S, O AN F 2R T,

S VEVIERBE, AU A v ()
TxUINT IR, VT T T 4
N AN, 7aenr7aRI K, bT
IR, MV THEIR, T2/ TH
LA v, 7 b7 U KT
AN AV NN RO/ AN Nk ¢ ih
MR T 3R BT YA R=7 = KU >
dl-AFNx7 = N CHERREITT V7 A
TR =7 NY UERE, vV
Y R=n, AU RAF >y L Sigma
Aldrich ®, x> FF7 40, B RarF%v
REVALTF T 40, REVIALT T T 4
/Ui Toronto Research Chemicals, Inc.
. N7 5 7 4T Santa Cruz
Biotechnology, Inc.f, % %7 7 ¢ L%
European Pharmacopoeia (I — 1z v /X
HFT) ., FAXFFTERY 7 00T
TLC PharmaChem., Inc. & %4 7
I T7 40, N=hua Yy 727007
I T ENLE G A SRR B D
mhmE Wz, B, XY R U b
Z 7 4 VX Toronto Research Chemicals,
Inc. T, N-=hua V722707 I U0F
FOEHEE T TR STV D,

(2) EEAEVHR O Y
FAEYES 2 A X ) — VIZEEN L, Th



ZH 100~500 pg/mlL 0>FEHE 5 ik % 5 il
L7z, HPLC Z#rCiL, otrdtbicib

HTHIEREREZ A Z 7 —/VTHRL, 1,

2. 5. 10 pg/mL OIEAEZRK AT LT,
LC-MS/MS Z3#T Cl, FAEEHERIKZ A Z
J =7k (1:1) R TAR L 100 pg/mL
DIEERR 2 L LT,

(38) FofhoRHK, #eE

A K ) — 1T LC/MS A L OVHPLC A,
7t F=hrVU T LCMS B LD
HPLC . UV VBRI, ~FV o 20
RS U 7 AIXHPLC H. FFoL
BT N O ANiZA A X7 7a~x T
Z7H., ¥B7 =7 AL LC/MS A.
MK IE Millipore HBd8ELEE 2 H T
BELZLDOE AW, 7 4 L2 —34L
££0.45 um Db D% Tz,

2. b SAE

TRUCA EIORRGE THWZ 0 &40
—E AT, SHTRIFOREIRHBIZOUN
TIERERDHIZTRT,
(1) HPLC 440
JE{E . Agilent 1100 > U — X
IR SRAMRIO EEE T
HEWE : 220 nm
717 I XBridge Shield RP18 4.6 mm X
150 mm 5 um (Waters %)
717 MR 40 C
B : A (7' b= kUKD R
(100:900:1) . 5 mmol/L ~3 % ALk
YT MY UAER), BIR(TE =1
JUIZKIY FR (900:100:1) . 5 mmol/L ~
XU ANVK BT N U LAER)
7 Vx s MR AR 90 %—(25 53)—
A& 55 %—(10 43)—A K 10 %—(5 53)—
AR 0 %—A K 90 %(5 57)
itiE 1.0 mL/min
EAE : 10 ul
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(2) HPLC £&:+©@

HEE - Agilent 1100 >V —X

R AR« SRANRINOE EEE

HERE : 205 nm

717 I : Ascentis Express C18 4.6 mm X
150 mm 5 um (SUPELCO %)

717 KR 40 C

BEiFE : 0.1 (vIv) %V VU ERKIATRI T & &
= kUL (10:90)

Pk 1.0 mL/min

HEAE 10 ul,

(3) HPLC 4:AF®

dEE - Agilent 1100 >V —X

AR« SRANRINOE EE

AIER R : 210 nm

717 I : Ascentis Express C18 4.6 mm X
150 mm 5 um (SUPELCO #)

717 MR 50 C

BEhfE: 7 h=hU /KD
(350:650:1), 0.5 (W/v) % KT L /UAiEET
N T AER

FiE 1.0 mL/min

HEAE 5L

(4) LC-MS/MS 444

ZEE . Thermo Quantum Discovery MAX
717 I : Ascentis Express C18 2.1 mm X
100 mm 2.7 um (AL =2 #)

717 DR 40 C

BB : AR (0.05 (viv) % FEEKIEIR) .
B (& r=HFVU L)

7T vx s MR AR 98 %—(10 4y)—
AR 1 %(10 49)—A W& 98 %(10 47)

P : 200-400 ul/min

AR : 5ul

A 74t : ESI positive mode

A A AT L—FEE : 4000 V(+)

A A —RBE 320 C
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.. o Al
DAD220nm  #5ug/mL 10uLEA | iy
= ™ &
so : 28
"\ 2 =\~ N
N R R o
40+ R iR L3 i
32 S K “'R N
A o X i N2
= o= B I >
30 7 PN R L
n AN N 1+‘ N A
4 T LY ta. K
S = AL R 1T :
T Sy N % | NN z
nH | n 2 £ PN 1]
_'iD [ 1 2 o " [ =
10 S | |I§ o A
R e s A |
| % R A U LI
oLt e WU
0 5 10 20 25 30min
K1 EELES24FO 7 v~ 7T A
3. PBRIAIR O 2. ANV AE MRS OmE

e, ¥—Ab L7=aEHY 0.02 g &K%
IZEVERD ., AX 7 —/L 20 mL =N 2
T T 15 s Le, 2 oA mE LSy
BEL., EBARE AL 045 um DA T
VYT ANE—TAHBL, BWEAY ) —
VTR L CRBRIATR & LT,

[FER]

1. HPLC —& /¥

FED D HEVESBIZ AT ) —=
ZHIE D=8 D HPLC Q%% E LT,
24 FEORGEEERIKR (5 ng/mL) %75
L HPLC TH#r Lz, 7~ /T L%
X112,

B 1iordeky, 227V —=71(C
Hio THRBHRERNE SN, L
ML, 24 FEOEIEME SO I B, A
URAE sy MIARFETEE—7 S
Nighotz, 72, =7z RV &7V
A RZT=RV», ZX¥TT740E RV
THEIR, YU RNTUNTTaNET
= )=V T H LA AN TR R

FIZE—TH o7z,
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AiEE O HPLC SO TE— 7 OEN b
B TCTE 2ol A ) AX vy O
ZMEICOWTHE LTZ, ALY 2Z v b
X 2 1R T L 9 R EWT LR I8
For-fEchby, zomElotrx
J =R G EiR % (LogPolw) % 3t
5HED BLE 8 EFE I, IREMENIE
FlZmEmWEHERI S v, ZONREMED S
SWZEWIEHTE oot E R, *
TR IESEIZ, 0.1 (v/v) %V UEEK
Wil 7 b=k U L(10:90)IR 1% & % &
FA & L7z HPLC &M@ %R E Lot LTz
LA BT EBRHLE, Juv b
T L& 3ITRT,

CHs

M2 AnU 2%y hOfEEN
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‘ DAD205nm  5pg/mL 10pLiEA
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L
D
X
2 =
Y
.k,
1 § q
I|“'. ||
A [
ol \”“-x_,_, Il
0 2 4 6 8 min

X3 ANYARZXy b OrZa~x T TN

NV AHF Y bOE—7 I8 L% 6 4
IR S, BAEREREZGEDLZENT
=7,

3. ERY B'— 7 Dy

AHETT 40, VT EIR, P
KT R T T74NVEBION T =) — VT X
LA NZDONWTE, 77 7 LK S % 250mm
ICEHE L, HamBME s b 2 L ThHk
BTz, fE R, 17 L% Inertsil ODS-3
4.6 mmX250 mm, 5um (CEEL L, ZD
fih D Zf1% HPLC iSO x2 W5 2
ETCHE—T gL, e~ NS T
LK 4T,

mAU

DAD 220nm  #5pg/mL 10uLEA
50|

40f

Tr/—NTELAY
— BESI4
FHURTUSIAL

—

=

[ hazse
I

30

20~

10r

0 )

0

w
g
ES

T il
10 20 25

X4 7a~ k7T 54 FE)

T2 R UVBRIOT VA 2T =R

U AZHOWTI, B 16+ EHRLAER T~
7] %%%|2 HPLC S5 &h@ %z i iE
LT ZARIFICHHECE 7z, 7 v~ b
77 LEXSIRT, kB (—)= 7= R
Uy b(+)m7 = U IAREETIES
BE X N7g o Tz,

mAU

DAD205nm  &Spg/mL SuLEA

3
FVARTIIRY Y
== T7IRYY

4’

P S|

C

L
10 15 min

X5 7ua~ k7T L2 FH)

HPLC O, @, @TOMEMIT,
24 ML TORSTIZHB T, 1-10 pg/mL
OFIPH CTHIBEREY 0.999 LU L& B
EAMENE ST,

4. LC-MS/MS »5#t

HPLC 2 L0 vV— 77 #H L7-ERIC
LC-MS/MS THiR+ 252 L&#MEL,
LC-MS/MS 7t &t a3 & LTz,




7TV MR, AV AE Y b
DOENEEEEZB L CTHEL, —Fom
Ee Lc, ZORER, 24 FEF O EIM K
TN T LC-MS/MS TOHEZR A AT HE
ThHolz, WiELZ MS/MS &ihaFE 2
(2R,

0.05 (v/v) % FRKEWKE T h=1

2 MS/MS &A1t

VIVDT TV MLy —FoH 24T
ST T A, 45905 11 pORITEHMLY
AH sy NUSNDET O ZHERT D Z
ENTEZ, ANV AX > MIOWTIL,
NEPE DS m Y & 5 HERIE V1647 THERR
THZLENTET,

Quantitative ion

Qualitative ion 1 Qualitative ion 2

Precursor Tube Lens

ion (m/z) Offset (V) 'Product Collision E .Product Collision E .Product Collision E

ion (m/z) (eV) ion (m/z) (eV) ion (m/z) (eV)

1 (—)y=7= KU 166.0 65 148.1 13 115.0 33 91.1 39
2 (+)-7Y A4 R=7 = Ry 166.0 65 148.1 13 115.0 33 91.1 39
3 - AFNLTT = R~ 180.0 75 162.1 11 147.1 19 91.1 34
4 ERSNA= 354.9 117 144.0 32 212.1 24 143.0 45
5 FAFFERY 7 b 448.9 103 204.0 22 186.0 32 170.9 43
6 SIVTFT 4L 489.0 139 151.1 47 312.1 47 169.1 38
7 A % 284.9 89 130.0 32 256.1 25 102.2 52
8 RyFF 7 40 4617.2 100 111.1 35 297.0 46 353.1 23
9 PE I N 232.2 80 159.0 26 109.1 38 119.0 43
10 AHYA 677.4 102 369.2 23 313.0 54 531.0 14
11 E NeREL LTS 7 40 505.0 134 487.3 24 311.0 31 283.0 31
12 ST FT 4 475.5 125 283.0 31 311.3 31 253.9 43
13 RENTF T 4L 489.0 117 283.0 42 461.2 32 113.1 28
14 VA=V P A-ARE 2717.0 97 174.9 17 110.9 22 192.0 12
15 A 311.9 92 115.2 16 141.0 24 91.1 42
16 BHTT 4 389.9 102 268.1 14 204.0 56 135.0 26
17 rLTH IR 271.0 86 154.9 18 91.1 27 172.0 14
18 PEVEY W AV 318.9 90 225.0 20 141.1 36 115.0 60
19 FHURTYRT T 40 389.9 85 151.0 17 107.0 55 90.0 49
20 TRy 280.3 80 125.0 34 139.0 13 89.0 48
21 VR AN 323.9 100 127.1 17 110.1 15 153.1 17
22 N=hbpy7=r7073y 261.0 7 159.0 21 109.0 48 139.0 31
23 YRy IFTIR 494.2 90 369.0 12 169.0 35 304.0 20
24 AN AF Y R 496.7 101 319.0 21 68.8 52 113.9 30

muﬁ@ﬁ /\4:}? 2“% 2 Glmﬁ“}:jb‘ N %\Ekﬁu\&ii‘%mé?h

ﬁ&@%%ﬁo%@kbf IWT
NATTT7 (NTFT74NVER)

N7 (RN TFF T 4 VER) v?)X
(22T 7 4 VER) INEATGBEIC X
EKRINLTWD, SRl 3 %ﬁ@*’\ﬁ-‘ﬁ)
AFHIK=72%, HPLC ZHWTE&S
WaATo T, FEREE 2177,

# 2 ED BEEOEERE (HPLC)

BRE RTEIINTD

E3 o Hi5 4

(mg/f)  EIA®)
AT G Z50melt YILTFIN G0 077
LERS10mefit  /NLTFHI40L ggg g;g
STYRWmeE  5ETTAL (012 255
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TWA R EIFIE—H LT,
[ L]

Rk 26 AEEE O R SRS T AL
BlsgICdH T - T, MHAEN, EH R %
b OEIEMESy 24 FE¥HO HPLC B X O
LC-MS/MS 7t sk g Lz, A1
A By MZOWTIE—F o ciie—72

#ﬁMT%&#okﬁ Z DNRIEMED &
IZHE B LEBIDHTIEZ R LT 2 A,

E~7@$ﬁtﬂ7§)ﬂﬁb<‘:iﬁo7‘:o N
AT T7 40, MLVTHEIR, VT
VhTITT4N, T )=V T HE LA



IIA R 7 N B 7= R

> @ HPLC 12 X B 7B DWW T HRET L,

RAF72FERZ G-, SEOBEFHI XD |
PR SRk 4y 24 FEICH>W T, HPLC,
LC-MS/MS #Z A& 1o T D425 Al 6E
Elpolz, Flo, MEXVHEE LA
2 ) = VIK Gy BRI D R vt DB 2 A
HAThrzempghotlz, 5%bL0ZE
SOFERIZKIETE D LD, BRG]
REREAHZBIML THEZWVWEEZ T
Do

(& ik ]

1) VEIEHER, fih, (2006) THE AT
P b5, T4-78.

2) http://www.chemicalize.org/
(ChemAxon)

3) Effat Souri, et al., (2007) Chem.
Pharm. Bull. 55(2), 251-254.
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Study of Analysis Method for 24 Medicinal Compounds
in Health Foods

Gen Nakamura, Nobuya Sato, Masanori Shinto and Kazuo Kobayashi

Summary
We developed analysis method for 24 medical compounds with HPLC and

LC-MS/MS. The new method we developed required good quantitative result about
remedy of Erectile Dysfunction (Viagra, Levitra, Cialis).

Keyword : health foods, unapproved/unpermitted drugs
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(&l YRk 25 AEEERES T 1 v 7 ITB W T EM LU - ER IO RIEIZ oW T

- E nn%

C X DRFEDOEE—

PREEIER]  EAmEERE B

(RERHE, Ak 25 45 10 H 31 HIZF M L 7 e F s fEsisi o Wit & L CH 51 [

2EE AT EN S R R) |

[FC&HIZ]

Rk 20 EFE L D | TR 14 R CRE R, S EK
OB R 3 A 200 2. 7= 17 M Ci, s~
2y 7 HIEL UTE L IR R I8 AR D
FHERAIZ d5 1T D RIS IEHI D SR & 2 D RIE L %
H) & U TR A F2h L C & 72, “Fak 25 4F
FETBRT NS R 2 U7, 25 AR OFIN A

WEARERIN T MICIRA LT bE (BRE) &
JFIR & T RhHEFEGHORAEZHEER & L,
JFRRZEICHT=D T VA ThoTo, EDOREE,
N L 7= X T ORIV TRIRWE % 720
THZEMTET,

AR, AEBIC T > — Ml & S L,
FHIBHZ K> TR MALEHEDR R |

FRAE L7,
RGBSR SR E SR E R SN0 T,
WA M OWRFIERE 2% & R TS+ %,

Bl

(B &)
1. FIE D SEhE J5 15 o OV 451 O A

7 1y 7 4 17T il 38\ TEMFII CFE
M U7z, FRICHHEIEE I SE A B L, &5
RO GERS) HY4HE & Ehii B0 T
. B AT o T, JRREICET 2 FalE R
AR, A SRR & RERE A — 1T
E 0. BHBEOXINERICIESE | JRKME O
Hichi-nZ L& LT,
BEEDOBMMNBA ST A OERIZLY
N7 SO E BT o BT EARE L &
ZRET 5 L L, BRI 2 IR TERR L. 2

) I][E'il:tl:\
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IBWTEERLENEZEELTZLDTHD,)

ZIEmERAE L L L, SHICTEORKE LT
i b BED LWFHBLRTO BAf 2k 2 & LTSN
BEBSICFRTEAT LTz,

ANFRTE B RERE A — L (G4 ) BEL, FH
JR7n b DFRICEDE | BRI O HE TR
K OMERAEHE ATV, Fi 2Dz (K1),

A= OlEE, KFERTS o THRE
9:00 [ A= 1] FlHBAAE A — 1
9:15 [(A—sv2] ik, JEmfbt (Rik1) #ior
11:50 [#A—=13] Hfk2 off%
13:00 k2 ZHmEHY%IC

17:0 OE~FHEEID OFE M EENH TS D08,
WEE [A—n4] oEE

1. FY B ot

{5511

2. g

RIE 1 OBRZHFRLIC, BRERE (7 het
/\23$7:/)%%M%@kﬁéiiﬁﬁ
ML, SHIRIK (vF7F4Y) % 0.4pg/g & 72
LRI, BRI 150mL F kA L7z,
BIE21%, Faver 7Y HFORER 26 o
Bl L7z,

3. AbFE O ERLH

W 28REYE (7t AakR7
V) B3 Fa vy THIACEL GEND, FhE
¥ET, Fa vk THHAOREBZHEMO
IART L DOBRBIZ L D2BFFEFAIN L RBEL
TW5, £lo, IO HRFEMBZRH D |



IERITIEEN L T\ b, b2, EAEBR P
LEOILFIE A E U CHRBEWEICKT DR

V== T D ) OB HLRREIATE

TWDHFEDOHMIZL Y, ik 25 4F B AREER)IFHRR
& ERE LT,

T, B (T F4Y) ITEMOBEEORY
B WHHEL L7eh, BAREME DI D A
ZEREET, BhHEEFICET RN E
L TW A2+ 2 HEY TR L 7=,

(% 2]

1. FHEREC I 1T B RIS AH

BT Vr— MZRBWT, T TORERE M HLHR
ELTHMARIZ LD Z N TEIZEMELT
W5, Lo, EEOHBIN G, BTN ToFat
A, BRI, EINANL OWRTE 7 1% O U
AEA L OREIEND ST,

2. JRINWE DT

TRTOEICENT, BRERE (T hrt
. AARTIY) BERWEEHETHZ LN
TE T, FEAEOKEND | ENEMEROAR T
<. EEMROWEEZIT (1), EEHRE
L C &7z 14 BB D F W T2 o Hrbss O INRRIE,
LC-MS/MS : 12 #%B4. LC-QTOF/MS : 1 #%B4. HPLC :
1R CThH o T,

Fro, RS E S LIEERIZIETRTOME
DOWEEORMEZZ T2, LLRRL, MiE
VIR LTI (w754 0) s L
DIZ2EEAD A TH o7, oB, FHT 77— b
2k D, B (= T7F42) ORMENRDIR)-
7oio, BPEOEIK & L TRIGEMEAME & ]
LTHE LR EELH L2 00Tz,

1 ORI G TIFARHEM, LC-MS/MS ZF A7 L T
WRWIZHIRD BT, GC/MS DT — & ~_— ZHEHE
OIERIZE Y AREDE (7 hety, 2aR7
V) LK (v TF ) OHEENTEIZ,

BERE K I AR MBS 2 P A3, LC-MS/MS, GC/MS
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EBIHEHTEDRETR o272, iK1 D
HENTE R o7, L, BIK212o0TH
BT a vy THAAORTIT RV EH
2. TN TF a7 IEEATL, AV
X —Xy MRETILC (HHZa~ 777 4—)
DFFEEEG L, EMERAE 2 FEh LT,

# 1. HHBENO OWMEE (TEERE)

FBE i1 fRis2

& | ety [RaRII] That Y [RaRFI
A 17.7 16.6 199 350
B 1.2 1.5 B ENE
C EE EME — —
D 11 15 57 264
E 20 37 270 570
F 10 9.3 130 160
G EE EE — —
H 15 12 150 180
I 14 14 140 250
J 13 8.6 200 110
K — — ENE ENE
L 14 9.4 295 240
M ENE ENE 130 210
N 19 13 300 350
0 7.6 9.6 110 160
p 18 14 270 350
Q 9 10 190 300

FMEDHEALITWTHbug/g)

[& =]

AR E A~ DA I T e I B T e~
TIRELHMER LB LD D, TOXISITIE,
FEAE L DO FefR . LC-MS/MS DA . A3HT J5 15 DREST
BNUETH D, SEOBERBEME IOV T,
1F & A OB B TG D IEfEI TR A%
JETELERBNTETND Z ENShoTz,

F 7o LCMS/MS IZ X HHIEZT T2 < TLCIT &
DA 2 OFH L7l o7 ¢ 77 —
ZIZOWT bR AR LI b2 &
D MHEFORE DB B SR EFH S Lo T,

[F&D]

RREERRIL, THRImZECRIRDIRAIEE IS
WTHIKINZ < BIELMHEL ZAFICR 5SS
EAFTRODN, RIS O FLE LCRk B O fERfaig
EHA~OFHTHEH E LTRWERSLEZZ 61D,
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[1] #EEFiRX
1L.ATEs JovA LA
BRIE & 71 L2 41(1), 44-51, 2013

2LHFEZ /e TANAZLDETE— TR & —
New Diet Therapy 29(4), 35-39, 2013

S HPEZ [ERE] ) avuA AR EOKRAEX v b
HF B AREETHR No.4650, 2013.6.8

4 PR, AR, B LB RYYE & R ETTEL
NENE 46(1), 53-57, 2014
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2. TR MR YR DR S AL TWVZRWRIFIR O EBR AT O BRFE & TR BnEIC BT 2
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BREZFLEWIFERT) /NPT IERE CR oy W AR BRI FE & o & —) | ZAFEth (liss AR 5ET)
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HEZEXD,
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[E]

P CIIMEMRAE SO —B & L THRRIZ D A7 b § EUB SV VERI O IR VR, R,
MED 3 Mty MEERIZ, BB YA LA MeV)IBLWEZ DA LA (RuV) Bis 1
HMEIT-> TS, ZAIVE TIZHEHM S BB ERENZEHR RICOWTHET 5,
(#4%}]

2011 4F 1 A6 2012 4 12 AT TIRA SV RRIZEE Y 57, WRIZ - JEBUBEE 5,
BILOEB R 27, F 89 JEFIOIREEN <VNE 88, & 73, ILiE 79, Ff 240 Mifk% A
We,

[ Fik]

7 A v A53EfElX Vero-E6, Vero/SLAM #lifid = v 7=, MeV 3 X RuV &fs 1 H
IXESTEGERFZE T RRS - [BUE 22 mV%JTWL%OtOmNL@%E1%ﬁ7%M
AT LBAE TR &2 0B U=, RS BRI E IS IgM 36 X OV [gG Hiik EIA JIEF » b

(T B RV,

[ 53R]

MeV E& B L ODBEX 2> 7=, 89 IERIH . 39 SERI (44%) 76 RuV #Efs 1
D3RR S A0, 30 SER (K 33%) 225 RuV 2353 S 472, RuV &in 1t 39 SR D F 4
X 5,511 T, BHETIE 20~30 kB3 25 SER (T6%) % L 8Tz,

FRARRBICIXMHIR G WIS BAE R RS KOV & <. 2 43%. 33%
T oTz, RuV BB FRHHI T, FBIED HRRAERIUE TO B BUTMHIRR <V K 1~11
H. JR 1~7 B, Ik 1~5 B TH 7=, RuV @=+RH15%E Tix 2B 28 23(59%) . 1E
23 13(33%) . 1 28 1(3%) ., HBIRFEN 2(5%) TH -7,

1.7 RuVIgG HUiRHIE Tl 76 MR 34 ik (45%) Bt Th -7, 7=, RuV i
frv-FH 36 Bl IgM Hiikix 19 FIASEE, 4 BIASHIERE ., 18 BINENETH - 72, IgM
PR 3 il TIE IgG HikDs & b ICHETH - 7=,

[F%]

RuV B HIZIZIREER VR I bt L 72K TH - 72, BMAZWENTIEL RuV &{s 7/
m#ﬁﬁfkb\%f&5~7HUWT#¢3ﬁ?yFFEW@#%&LV&%K%M
7o IgM JEZHUARIE XERIMFE N EE TH Y . T MFICL2HENRLETHD Z
&SI L 72,

(W5t 14 ]
CHAH, ARBFEF, SHKE HEE=

3. REH, NEE . HPEZ

ﬁmﬁ@2m2B/PX/kﬁﬁbt/U74WX@ Bn - fiEHT
% 54 Bl H ARREIR 7 A )L A%4 2013.6.8-9 BHH

[B#]
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Ju A A (NoV) 121, ZEOEETFRNPFE L, BFH R OHURMEIZ 2 AR 72
TANAD—DThH 2D, PTTHIZIBWT 2012/13 > — X (T L7z NoV OBE 1-f#
Hrz4Tv, NoV i TIZ DWW TEL LT,

[#1%}]

2012/13 & — AU THRA LI B Bk O #AE . k4 72 Kik, SEHIH) 6

RO FAE 51 KL mAMELE LTz,
[ 5i£]

NoV Bz FHiEiL, T4 VA TREZK~==27 /v (& 3 iR ) IZHEL TIT-
72o NoV [GIEDKKIZ SV TiL, Polymerase (Pol) fEig/25 ORF1 & ORF2 OEEft
TEI A TefEIK) 1100bp D EST-HEIE. T 21T > 72, Bl 25X, Norovirus
Genotyping ToolVersion 1.0 & W\ T{T - 72,

[ 3]

WHFEHIClE, GIL4 AU)N 49 ] (variant 2012t 46 5], variant 2006b: 3 f) . GI.4 !
25 1 FlRRH S, SEHEHI TR, GIL4 A% 6 545 (variant 2012: 5 Ffil, variant
2006b: 1 F451]) T - 7=, Pol FEIK DFEMTHRE H 7225 Pol 2% GII.e % N/S domain 7’ GII.4
variant 2012 ¢ (GIL.Pe/GIL.4 2012 ) 75 49 #i, GIL.P4/GIL.4 2006b F75 3 4,
GL.P4/GI.4 %3 1 TH -7z,

[#%]

JRYLIE S AR B ) A IS D BTN O YL ME B IR AR B O AR TR,
2012/13 ¥ — A OFATE — 27 [T ZE 5 R TR b 7| S HITHITHES 2 FHOKR
XX Thotlz, AiIv—A L E£TO NoV OEFATIRIL, GILP4/GIL.4 2006b B TH Y |
Pol fHlk, VP1 fHIK & & 725 GILPe/GIL4 2012 O T T~ 72, 2012/13 & —X
> D NoV DFATHRKEL o R ERDO—DEE 2 bid, GIL4AH NoV ik, ¥ —X
AR & IR BR O MBLE LITHATHA K VIS TV D, EIZIE, GIL4 ZRRIC X
%5 NoV KiitfTb o v . GIL4A BFEENLEREL A E VWA D, 5%, NoV ElL
DFFMTEi Z ST, SRR T 21T > TS FETH 5,

4. ZhpfE, ZOKIEE. MR, HHOKEE. MILSCE, EHEAE, NIE T
H Az

J 1y A VAR R > N O iR

%5 23 Bl B A RN R RS ES 2013.8 @l

S5URIRELRE ., AAGH, Nk, KPS, MHER, HPEZ
BWE G EE R MERGE., PR E ORI >N T
HABHHBI 2 5 40 I4FER KRS 2018.9.11 &
[BrY]
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PR CldoE % 10 4EEI, B it R E (EHEC) &YYWE 150 #1 (7 #iloo HUS

JEG & Gte) OWENH o7z, EHEC EYYER AR I HED < REFT O FR A Tl R
DFFEICE > TV R WO E NS L CWFH BN EHNL 72, £2 T, WiE S
NTWAHAHRERNF O EHEC & &k REOHIRBU SO W CREZIT - 72,
CZREIVAOVRES)

Rk 20 4E 4 H 5K 25 4E 3 A oI\, TTNORBEGEEN S AT LT
B 644 #1k7 5 EHEC, YLV EXR T B, I B r 7 2 —D53 %772, EHEC
IR B 1%, 0157 N 26 TIXAMERR B — XVETHEE LItk oBEFRE 21T o 72,
D IMiER EHEC IZOW TIIEERORE T an=—%2 AT, PCRIEIZTXe#HHR
L (VI) 2227 V—=v7E L, VT BBEEOSE. BONBERE 21T -7,
Fro. BHORG OISR LIWIF bR & LRIBED L ToHli 2R 7o, e
FTREKR O BNy 2 —|ZONWTIE, EEEY DHEREZTo72, ZbD5y
BERERRIZ DWW TR, Z o#IFIC S THIC k1T 5 EHEC #R SEHIkk L SV A7 4 — /L R -
FVERVKENE (PFGE) 2 X 28GR O ERet 217 -7, £7-. —ERCBREEY
— A T AR E OFREME S BE LT,

GO ~)

B 644 A5 EHEC86 ¥k, VL& 3 T @M 16 Bk, v v s X —137T KN
SBEH ST, SBES L EHEC ROV By 2 —0K) 90% I3 LS Rt & 1
N=I 5 T o To, e ZEITIRAT LI2 AT 411 A h 613 EHEC21 BR 03 45 BfE S 4.
TRTELEREM E L= Th -T2, EHEC OBEE RO CliL, Bia 13
B =2 D—BNRH LN DR D STy, REEFTIZ K 2 FFRA ORE S Tl E M
R BRI To, T OB, EAEE LV Pk 23 45 10 A b ARHAR
DOHAGIEUEN T D, Fpk 24 4 7 12T, EBAF L AA—DIRFENEE IR/~ T2,
UIHICEIT 5 EHEC 838 FHIX AL 20 4F~22 £ TlE, i 22, 8, 10 HHD
WENH S T=M, BELIFEO R 23 42Tl 14 F61, Fak 24 A2 b 12 6] & 384 R
BB R T R oo To, £72, Sk 23 FELIE S &R 61X EHEC 1% 21
B, YLERTBE 68K, e o s X —6lkE NS N TS, ARTORR KL
OB L AN—DBEIT72< TH, BRRLHIIC X 2 ZRIGYEBE RO RO MEAR
R K DGO REMEE B 25 &, 5% b EHEC KOV ILEXTEE, I Emny
XD RWEYRINERET 20 ENH DL EE2 D, £, BRBEEREICLIA
HEETRICIL, EAEE EEDOMEST & S DA R BT L, BREEEHC
L7enWeEE 2 Tnd,

6.HHEZ
J 1A IV A EEOFAE YRR A O Bt O B E
H AP B A5 40 [BIER KSRGS VAR Y 7 A 2013.9 KBk
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T.HPEZ

BEWE: / auA NI bR E  — THREREHEE —

%5 35 Bl H AR KBRS - 55 34 B A RBRREBHRS 5 11 [BIREA
2013.10.5 F &R

oy

SARERIERN, Peflfhik, AT, IWARESE, AMNAE, HPREZ
7 LAY — MIALERARR D5 HT Iz T
%50 [l eEEfE A LN ESF S madER 2013.11.7-8 FEuh

9.k, B OB, A, sLdek, SEIHATR
%Wﬁiﬂﬁﬁ@ﬂf@ﬁ:owf
WG AT E S IR SGRME S SRS 2013.11.8 KBk

10. NEHEF. =AFdEt, CHAE, MILSGE, BTz RmEEmsesr) . & =
AL BB, T Bk (ENLEYYERFZERT D A L A S =)
%ﬁ"féﬂ%ﬁﬁﬁﬁ&#ﬁ#ﬁ@%ﬁ-ﬁm

%61 B AARD A L AFRTFINES  2018.11.10-12 #A T
[E L ER

PR TS 0 —8 & L THIZE X ORI 5 EFI OIREE UV, TR, MR
D 3 EEy FERIERIC, B UA LA MeV)BLOEZ 7 A LA RuV) E&isFHHE
ﬁof%tomngﬁiﬂﬁﬂilm AL, itk Tb RiifrEe>7-, Zh
T TORZERENDMHRER DO N MAEZHET 5,

(#48F & H51E]

PHIZHB W T 201141 A5 201345 A 30 HIZH T THRA S 72 BB eV 225,
JRUZ - BRIZEEVN 13, WRIZREV 69, B 307 SERI DIRTHNA VWK 297, 1K 286, JR 262,
it 845 Wik A& =, A L A5 L Vero-E6 #fll & V72, RuV &8s+ 1 E 7RG
SERFIERT [RRZ - JRUE 22 mv:JTwJ’ED BEPEBIX E1 fEIE 739bp M2 B & s
I AR U=, RS BRI IC I IgM B8 X OV IgG Hiik EIA JIES » b (5> B £
Z T,

[ 3R]

307 SERI T 217 FERF] (71%) 12T RuV #Efs M. 185 fEH] () 60%) (2T RuV 4rHfE
ST, RuV #EHHHENET 2011 4 30, 2012 4F 59, 2013 45 1~5 A 129 & 2013
IR LT, B 163, %otk 65 il (Bctk 2.35: 1) T, F 20~30 A2 109
JEB] (T1%) . 2otk 15~29 &Y 45 GiEf] (69%) &2 < &2 hdic,  MIERITIL, THIHR
CUMR 205 (=R 69%) . IR 177 (62%). JK 176(67%) ThoT-, 7 A /L A53HET
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FZZAZ 4 180 (SrHER 60%) . 148 (52%). 135(52%) Th -7z, MK 214 BiKDHLA
BT, IgM HURBE 60, HIERYE 15, Bl 1839 il Th o7z, IgM HUkRarERIH,
RuV Efx 1 88 #11(63%) 7> 5 RuV {5 030 H S dL, BIF 5 1~6 H ORI
BT ol —Fh, IgG HriRIIBGNE 59, HIEMRE 13, Bk 142 il Th o7z, Btk 59
Fldgr, RuV B Ait 19 (32%). RuV 438 (22%) Th - 7=, RuV E=FH5455
FETIE 2B, 1E, 1. lalZsfaSi, 2B 2 6 Hla H5OMITEMN ThH o7,

[E%]

2013 FJEZ KIEATHBI 5. RuV BRI A f#AT L7z, BB TR X ODEEE b
(A S \WRD i BN IRIE TH o 72, 20~30 ik B @SB 72 RuV M
WEDRIZ T 7 FURROEENEZ DLz, — ., ZETIHEERO 15~29 %iZ%
<. CRS PRy EM N0 < R EN T2, 1gG FURBBIHEFIZH VT H RuV EaF#H
3 KO A VAR GEENR 72 SvTe, S &I N LE TH 50N T 7 F BN
BIREDO—D>TH DI ENREBEINT,

11. =475, SOKEE. MR, HHEAKE, MILSCE, SHARE, NG, B
mz
ﬁ?WQ/’tﬂt7/(/v;<%*ﬁ?$ﬁtﬂ IC % v b DB G

%61 EIAAD A L AFRFINES  2018.11.10-12  #RF T
QL)

JagA LA (NoV) (X, VA NVAEEBROERFR A NVAD—D>Thb, BH
BOHIRHTIRPE, REIT. fEt@ a5 23817 5 B YE E M2k ORI A DJREKE v
ANVATHH D, NoV OfEIEIL, EFBMEIC X 58152, RT-PCR (&I L 28 sT
B EIC X 0iThbN T 7, & 5IZ% Immunochromatograhy (IC) k2L 5t
AR v B S, BEETIC v b2 HWERENRE L o7,

ASlElFx ik, BIFE 3t (At B, C#h) X VERFESH TS NoVIC F v MMID
W, HIRE A AT o 72,

(R k& O]

B EFEOEMFHIH K 33 f, YL E IR HGEFIHK 44 FlOFEFE, G 77 k%
BRAEMEE Lz,

IC ¥ v MIXAMAEIX, &%y MOUT CEOHERNEICHE T TTV, MROME L
LT RT-PCRIEIZ L DI M Z21T o7z,

[R5 R]

AIiC%ﬁ%yF@%%@\@EA:HA%\Bﬁ5%6C 67.3%. FrEMEA
100%. B :85.7%. C:75.0%. —EF A :81.8%. B:72.7%. C:70.1% TH 7=,

FEH B SRR IR I, JRE A 57.1%., B:46.4%, C %6% K5 A 0 100%.
B :100%. C:80.0%. —E#H A:63.6%. B:545%. C:57.6% Th-o7, HFHH
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HORBATIE, BEE A:90.5%, B:90.5%, C:85.7%, Fr#t: A:100%, B: 82.6%.
C:73.9%, —%=* A:955%. B:86.4%., C:79.5% ChH o7z,

[%Z4]

FAtF y FoETIE, B, CHETIFRFREUSHEBI A S 72y, BEIZOWTLIE
EFRIBRDOFER TH o 72,

ETOF v b TREEIZOW T ELFIFFIRARIC SR OIRA T LY BORERE 2o
7= SERIFHIH RO T, #FEH X 0 BIED O RERILE COMMNREWG A1 %
< BIEFOTANAERDIRNZ ERHERIEND, 5%, VT V%A L PCRIEICK
DA NAEDHREAITI TETH D,

IC ¥ » M, MAERSE CiX RT-PCRIEICH 503, ftoORRAE & 0 ffE TRk 2 iids
RAFIIAEE, 15 O CHERRE TH 5, F7o. ZWiks R NRERIZ KRB 1Z
BILTEDHAITRE VY, & DITHiFRN COEMBYSE N RBAE LGS, Rl mED
W3 % D% O REGIERPI IS RIZR T TEEI G RE WV, L, SR D, KRk
DTS H%OMEEEZ D,

12. FAREA, AEEm, BESER, ®SRBE—. HPEZ, BH . &EEE
HH RT-~ /L F 7 Ly 7 A PCRIEIZ L B/NEEIBREEEN S O FTHIIEY A LV AD
Rt

%61 B AARD A L AFRTFINES  2018.11.10-12 #A T

13. HP R, EREZE, =hFEEm,. BARRE. NEHE -, INiEe &
KIFFIZE T 5 2012/18 > — R D ) 1 7 A )L AEM YLD Eik

[N

F61L I HARY A L AESFMES 2013.11.10-12 T TH

14,752 . WG EME, M B8, FlufE, AhEe, B H

IRV NVE Y « FT v TIECL o TELILZ , 2 v A /LA RNA ORI 72 IR
ERAY G

%61 HARY A VRS 2018.11.10-12 #FF T

IS MEFRRTE, BRIL RS, ARPFnRE, thARESE, RO RS, ArfnZ, sHEER, B
B 5, HPEZ

a4 A GIL4_2006b DOH 7 R ERERITE < 7 2 7 L OHIK

561 [ HARD A N AFaFES 2018.11.10-12  #7T

16 AN, K# e, B 5. TPANESE. ik . B B RS FuinE,
BrE M, RHER, EPEE FEERARTE

124



J 1A )L ARG E AR BT D IR AL 0 EEE
Fel Il HARY A N AFEEFES 2013.11.10-12  #7H

700 . BB B BE. RRESRER, PREREAI, HPRZ

B 5 FAKMLEES O T RERI 2 F Ot A &2 DV T

%5 28 BRI [FEEREEM ek UM - T - AbRESGERsE S 2014, 1. 16-17 JLEIR
[FEREE]

BN O FAKALERSG DFiEAIK « Bk DA B e K OERE e 22 58 O AT B ORFELEL O
BAEEZAT 72, ZOFER, KR 3 TKMLERES 0 225 O Ko A Bl R0 1 ME H)
ThbdI BRI, Fo, AlEER, BREBEROANED
STz, AHEREER, BEEEROMBIITIZIE-ETH o712, ML
HLLRTHDL L, HEDHEE LT, 7T U E=THEEOE ST
DEE BB L T DHEATH - 7=,

P T H
ERIZHOWVWTLY
L. fHlkrE=E5

18R . HUBEEME, E)I BE. AAESRER, MREREAI, HAPRZ
BB 20 7R F 72 5 F KBRS O BRI 28 S5 A I DT
% 48 Bl A AUKEREE P2 4ES 2014, 3.17-19  HHRIR

[FFEF]

TKAERG O ML T D TE T K DT E R O RER A B OEWIZ DV THRAEE
Tote, TORER, FAK, ks bICELEANRITEEEEZO T NRE o7,
BREEED ) b, MAKTIET V=T HERDKE %2 HO T, — 5, ik
BRI MEIGIRIE CIL T B = T e R mELEE CII MBI ER N Ko &2 Lo Tk
0, EFRIZXVEBVR RSN,

192400, B2

e P R B O 157 JEUUIE O K PR A7 T BERRIC 35 U £ SRR OD PRl Ry
Mitsunobu Sugimoto, Tomoyuki Tanaka

Studies on genotypic variation of EHEC 0157 with strains stored at room
temperature for long periods

25 87 [nl H AMIE e 2014.3.26-27  HAHRIT )X

[

R 8 4, FREL 9,523 A, HEFIEE 2,764 AITE L SBE MM KGR (EHEC)
0157 |2 &k 2 FEEM FTHREDFAITER U oBERAF L 7Btk 2 HV CEAs AR %
RATND, ZhvE TRERRREZ =& UTEIE Lo BEA TR, AR R OMRHT
i R A Lie (B 87 [0l A ARUYE P2 PR, 2013), 4Rl EEERP AR
HEDOOBEE (BRERERR) 12OV CRB TR 2 fEAT AT & O st 217 -
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776

[#48HE L O]

Rty NONEEHECHRIRIRE L TV D 0 BER D 5 HIERERAE L, 7L A7
+4 —/v R VESUKENPFGENEIZ X 2 B s 7 O et 2 3 L 7=,

[FE B L B4

HERERED PFGE (2 X 2 {5 -FEHT TIIH 80% DL NELLE 89% LI LD s Z
AB—ZIR LT, AREE DB AW CIXAES . BERE IR ©
57T AZ—DIRRITBO b oTo, 1o, AIER. BIEREDOREX, Fif
() Bl PERNCAR 0 1 XA Bz o T, L EORGREIT, FEEM T FRYEFF] Tk
JEGIR O FEME DRI S 4L, _h%®ﬁ%ﬂ££a%ﬁ&%%éMKo_®££a%
FEIZJR S W ERRIZ W T B BEUE 89% UL ECHIR M BIERL SN DD /N T A%
—DIHEBFRO BALTEA, FEEREICE 5 HRK & RRICTEROA 8, R{EX,
. MERNTIR D IZA B2 Do Tz, I D QMRS S K 0 FEEAER T HE DGR
XY BERR I B W) TIIER O A 2812 %%@<ﬁ‘ DFEYR Ch-oT- L E 2 b,
GEFRILFEMFESE © T, fEHEILE, ARERE, Kk, #HER)

[IV] #HE=

1L.HPEZ

Ju A NAREYE - ek -

Piittamakiags  2013.7.2

F A THERBE LRI SE AT AN 100 JB4ERt&E 2 —  2013.10.20

2.1z
BINEIIES NI DONT - BA VI NP EEd T -
WYin—42V—2777 HEF 2013.11.1 ¥

3.HHPEZ

—WRAEEE AN B AR B EA RSSOk 25 FERE (E ) T r v eSS
REEICBIT DHEMEYEE G R~O xS 2014.3.2  Fadkilf
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PR WHER - BESUEE

A & 4 fan B i 1 oW &
BN | e mas AR — A 7 o AR SEE s | WA
2013, 5.16  |KESHE L F—2013 ety GHR #H
210 L emin) AU A 2 wEd | BASEM mREs
2013, 6.14 | A PR Y SMGE 2 PN CHEAER HHKEE
2013. 6.17 | H196[EAHHF £ I F— PN [if] | L1 SCF
2013. 7.11 Bl CHAR
ST N e A 2 AR ty iR ,
o [k
2013, 7.19 | ERROBAEEITIFEIASE DML - EEEE 2 HURUHD I TP
2013, 7.26 | PPERR244EE R BRRF /K KB R A A0 ) A RS SR s 2 PN GHE
BT — RE—TF 4 7 4 —F 52013 ehif IENEES
2013. 7.29
SERRAHE E BRI E S BT — i B AR SR 2 PN/ FHAB{E T
2013, 8.28 | V264 £ i AL I A SRR (S REL M E R ORE P ST e 2 HORUHER Rk SR
2013, 9.1 | AARBGEP S e IR ELI
) BT - AR
2013, 9.20 | PR 264F M AR FE T 4 [ T 2 i S U A v AR K
fi] |1 S 2
2013 1L 7

T s |FsomemE b A i ke il FhEEIE R P 0 i

AN i

2013.11. 8 |SPRR264R i 5 i A e T A2 [ 1 el 22 T S SR B s X F 7 22 PN
I TP Mz
HNEHE T = hiffEh
zoliﬂ:}g SE1IE] A A A L R R EHE S A fif] | L1 S SHAR
R v
2013.11.19 | &EFEEERF v b U — 2 WA U fif] | L1 S
B o |06 FA e A Ay 2 T 22 ml | LA
| mEER mma
2013.11.29 | PRl 264F FE M 5 i AR AR FE T 4 [ fh g 2330 i S B AR AR e & whET
IIENEES Mz
R EH FH AR £
2013.12. 6 | P24 FE M i AE AR FE T 42 [ i 23 i SO U b A R HE & it
[ Mz
2013.12.16 | A HSIAFIMESE AT HREin g PN/ APRRIER]
U0 s e sy S - SR - ARSI wEl | EmEN YR 6
M LI \emkastre e ey — N AR O AR E RT a2 - T | s | BmES
2014, 1.31 | 264 FE M 5 i AR AR FE T A e S AR BRAL 7 00 BFATFAS 2 piynet IENEES
2014, 2. 1 |H1EH AL R RIS B R < — FRA | fEHEELE AR
2014, 2. 5 | Y I —2014 PN Pk
2014, 2.10  |HIISEICARGH N7 SO MG RRTE FIC & 2 B PE 5 F8E AR B R D0 D HHE Bt AR E
2014. 2.20 » —hRE
SR 2BAE JEE A/ D IR YSE RS I BT IS 2 AR
2014, 2.21 I T
2014. 3. 7 PR ERFEBREE S A0E - T - ALREESTHAA F RS it il el FE A
2014, 3. 6 |7V k70002 ) — X kY AW EBCCMSZ—HF— I —F (7 PN IIENEES
2014, 3,14 |SERR2BAREE KPR AR A 1 2 YL T B i s 2 PN NEFIE 1 Mz
N FZUEEES S e s et | BUR #H
20U 320 | Tial A 22 s | AL

e - REEDOZ AN

H & BB WA &k M 3% % N E M N
201348 5 |Bhine s BB 2 2 S lc LB BeeE IEsRsE (GEAE) é%;ﬁi " AT SRR 18
20134 81 | EIKAT &b KBREH DG K D/NFAES - 644 B R A4 12
20134F 81 | EBHEBIC L 2 EBO ISR 0BG HEHAYE FEETEREMEER) |V ArA - B ey 3
20144 11 | se TR EERT (R AR A AR AL 1
20144 21 |Bb Rt gy PO AR AT (R b AR HLF A Y 1
20144 2] |0 A AR FEH TR EERT (R AR U A VAR 1
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