3 HEH=R
31 H X
1) Escherichia albertii RUGEHMmMMEXREE (0183
: H18) AR ESn-BFHEHIZDONT

WNES fEMSESEY WA EE KR
HOomAER ORMMER* A i 5

BE

TRk 23 4F 5 HICREHNTIRA L2 TH, M8 Z2 MR &3 2 & d a5
FRAED 65.9%0 5 eae BinFEHTED IR RIGE DS, 22.7%05
VT2/astA BAZFBEMED KRG 3 R S e, Z D728, Jid O KMy % a7
JRPERGE S HEL, AEFEBREFIOERE Lz, L2LEOE, ZOREEEE
M HET L7z & 25, Escherichia J& ¥ T Escherichia albertii T % 2 & 23
HIA U7z, REMIC X D8 FTREOREILH Db 00, EHAEFTHEREF O
WD, KEFAIEIHERATEE LWERRTHEREHITH 5, S HIZ,
#%#F O KRIGHE L, Shigella boydii typel0 & [7l—o O Hi & 255 H L K5 i

(EHEC 0183 : H18) Th % Z L fiEad STz,

X—"J— K : BHRE, eaeB{sF, Escherichia albertii, EHEC O183 : H18

LIz LWV, ThHHZ ENHA LT,

2011 4E 5 HIC REMN OB EE THRAE L RPESH E.albertii (T FHIERZ R T 507 F7FT 4w ad
FITIE, AEFHMEE)LERIC eae BB FHEDO I INR NS A EE S d, Albert & YI2 & 5 T 1991 B WD
WA R 2 R T KIBERME S KRN DL THREIN-ME T, BUIX Hafia alveit & S CTuz,
VT2/astA #1510 GE H itk XEBE (BT Lo LE D%, BI5FHI 72 f#HT T Escherichia J& D81

TEHEC) &\ 9,) 2uBES iz, Rl O KIGEREN BTHDHZERHBMNERY, 2003 £ Huys 5 2 |
EIX RIS Z Lo T2 b 00, iS5 IRIE ¥ Lo TERITRE I Nz, REITIEEBNET, 4%
v P CRBHEERIESINTZZ 0D, ZOHZ MR W72 EIZZ L, WRKERFD 1> Th D eae Bin
W72 E R IEERAGE (LLF TEPEC) & H,) &H FREREOR AR L CWD, KEMIZLA2HIET
WrL, EEARIERCELREORI AR E 2, REHIT FHEEF ORI H D b OO, HEHIER O S 1TIEE
JEMIY) EPEC # £ & LIz BHRHHEBITH D &l W72,

L7z, LZLZD%, REOBERFZHIMIRZ I & 5lT, #%F o EHEC 1%, Shigella boydii typel0 & Al
7217~ & Z %, Escherichia albertii (LT [E.albertii] —DOHEZED, J&iIT, DNETHLHRHEE L,

*1 HIABAS IR R L e I SR S A
%D B AR TR ok 4 TR (DR A B B

*3 HEARBEES A TE B R B R R R 20
*4 IR



HH SN TWA EHEC (0183 : H18) ¥Th B = & Mk
mEhniz,

MHEHE
(1) EHOBE
2011 45 A 31 B2, A ERETEOMR#ESE > OE
BECRAEIT~, EEGO A, REH K OEROMEK
AD3, 5 H 30 H b N - JEEEOERRRREZFZ T
WD BEDOEKEN D o Te, REEFTICKE 2TEDORESE, 5
H 29 BIZREHTNORANE T A W EBNH O FGDS
DB S, WSEOPHEDBFEEOFEREZELTND
Zl, KOS ABFECRREMALZL ) —D2n s
N—FICOHEHENND Z ERNHB L, EAEEITE
BOEBE OB D 7 v—7 (LT TG1)) 86 4 &1k
EIN—F (LUF [G2)) 84D UK/ T, ZDHbHA
JEFIL 48 4 (51%, G1:434, G2:54) Tholz,
T BUE IR IR IENE T (83%) , HE9% (69%) , FE A (44%,
F$)37.2C) KROMER (29%) Thotz, FEJEIREE
M 19 BE[EC, 16~18 Bffil2 v — 72 L9 5 — &t
FIEMMERLIZZ 0D, H—REICL 28 HEL
HE ST,
(2) BEHH
PRAZFT D DA SN B RHE 44 ik (G : 37 &
R, G2: 7 /fk), FEEAM 10 Mk, HEEY 5 Mk,
FOFHFK 1 BIEDOERE 60 MKz BEME L Lz,
(3) BEAE
AL T O 3BT OWTHEM Lz,
1) THREVAILABRE
BREFFE MMRIED D b, BPITHA SN A RESE
5 MR O E Y 5 BIKICOWT, BEH Yicieny,
JuaANNA, YRTA)A, TAIagA)LA, T
AFTIANAR, TFI)IANLA, ABKROBCRERSZ Y
A IVA KRG E LTz PCR B % % L 7=,
HEWY 5 BIRICOWTIE, PBS (-) 10meTiciE Y
H L7 % o% 10,000rpm, 20 syRmElz.Ook, kikz

30%3 = BEIATR 1m0 AdL7- iz 0 s O ICHE L,

40,000rpm, 120 4y [E5E 0 L7z, PR % 200 u 0D KB K
TR L, JEA S48 A P 1% U T cDNA % {EH!
L7,

2) HEKRE
@DMultiplex-realtime PCRIZIZE BHILERS, BBk
EJUARUVAYEQANIA—DRY Y —=H
AN ARRERE, BROICMASH - AREZE 5B
RIZOWT,  QlAamp DNA Stool Mini Kit (QIAGEN)
ZAWTEL 5B DNA 2%, B O 2fiev

21

NEXRT, BRET VAR ER g X —DRY
V—=V 7 %% LT,
QEBEEXICLIETEHOBRE

FEIC I BT REOMRREIToTe, Thbb, &
RHE 44 IR K OREE B E 10 Bk %, DHL 2E K55 H
v v arxF—FRXEM, suxeT -7V A,
mMCCDA 5, SN CW ZERE;H, IIF~r =
N AR, R OB NGKG 13 WS8R L,
MCCDA £ HiIE 2 H ISR B2, O3 CW 28 K EE
I —EHE KR, ROFEOMOEEHIZ SV TIE—&
ISR & M LTz,

REED 5 MiBIL, FBEST LK (BPW), 7V
HUNRT KK (APW), LA RV, ROTFF
7Y 3L — b (TGC) T 24 MR S8 #%, BPW
MNH DHL EREGH, < v 2 —KEEH, IR
<~y =y MR, I NGKG H5Hi~, APW 7>
LIRETH—ET VA~ LA UEHND
MCCDA 5 Hi~, TGC 75 JEE NN CW FERES Hh~ I
WKL, HoEEEE LR - ORMFETEE L,

FEFK LR &3 & B D B & RIBRICHE 2 LTz,

TFHRIEMERIGE OF 81X, GO TiER L YL,
TR R BB o0 & flR s s (VT1/2, LT, ST,
invE, eae, bfpA, aggR, K WastA) ¥ —~7 v h&L
T2 BEEE D 2 ¢ — 7 PCRE® THIE LT, # D,
Z 4 —7 PCR 1T b M ORIFE BT A ST
STRERE I D 2 DRIGERR 7 7 = — 2§95 U HE
PCR Z1T\, JWUBEME T RAHEE oBEL 7=,
QQELEMHERRUANOEFER (V) ERRE

API20E (AAREA AV 2—) KOHZFREHIZ LY
AL E 2 LM Lz, F72, "\nHEROMmR
W2, TaA8% - _m by yvr (RIS TR
=) A LR,

@1 ;&2 A

R KIGHEGELTE (5B EM) 2RV, A
EZHE O BEFURE R OV H LR O MIERB %47 - 7=,
OFEFIKZ R

vrarrzaXx$ s (CIP), 7+ ¥ F A (CTX),
smg h7z=a—)L (CP), 7 U7 A (NA),
T hIHA 2V (TC), AF~A > (KM), Ak
L7 h=wA4y (SM), 7YY > (ABPC) @ 8
FEHEAL, KBF 4 27 EICL 0 EfEL-,
®/LRT 4 —ILF - FIILESKKE (PFGE) 247

FAEIC L0 P L 72 Yk DNA % il BRE%SE Xbal T
UIWr#%, CEHF DRI (Bio-Rad L) T 12.0°C, 6.0V/cm,
2.2~542 %, 18 Wfil DG CEKIKBEI & 1T - 72,



3) E albertiiREDT=&HDEMEKER

B W R R S R R R L AR AE L, Ooka B D J7
BEY T, UTO4HEAICHOWTBNRBR A Efi L7,
MMulti-locus sequence analysis (MLSA)

NG AX—VE L TBET adk, gyrB, mdh, fumC,
recA, purA, icd ® 7 ffix PCRESEL, # A4 L7 by
— 7 T ATHIERSNERE LIz, £D%, £DONH
Bo&l & EkE (FF 3423bp) L, KMGEE K& ONEREE O [T

=1 HEAREHER (DREKE0
G1(3784K) G2(7#{K) HEEE (104%1K)
E.albertii 19 3 2
E.albertii
+ 6 1 0
EHEC (O183:H18)
EHEC(O183:H18) 3 0 0
TR 9 3 8

®2 BERERURESOHRKER (AF)

E.albertii  E.albertii+ EHEC (0183:H18) EHEC(O183:H18)

(244) (14) (34)
KB TH 17 1 7
=R 16 2 6
&t 0 0 0
IE5 5 0 5
I 8 2 4
FERTEA 2 0 0
SEAEIR 3 0 0

12 13 14 15 M

R 1 eacl5EBE# D PFGE 2HT#ER
L— 1~9: Gl EAaHK, L — 10~13: G2 EAH
Bk, L—1 14~15: EEBEK, M: ~—Dh—

N OEEHI % ¥, Neighbor-Joining (N-J) %2 X v fig
Briie,
QeaeBZFH IRAELY

2 o @ primer pair (cesT-F9/eae-R3 J U' eae-F1/
escD-R1) T eae Bin FHlifk & iEtE, ¥4 L7 bi—
J U ATHE LN E RSN XV HE LT,

22

QcdtBEIEFHITZAELY

2 %@ primer pair (CDT-s1/CDT-as1 &% U CDT-s2/
CDT-as2) C cdtB Bz NI EIEEL, ¥4 L7 M
— 7 T A K DA RSIF T, OLILVA, XX
I VREOWTNTHD0HE LT,
@locus of entroerocyte effacement (LEE) & AER{L

ARHYy—=v

PCRE%E VY, LEER 7/ 4 LD tRNA#E 5T (pheV,
selC, pheU) DWFHONMLEIZHIEA ZFL T2 2 HE
L7,

R
1) THIEVAILRERE

T ANVARETIE, WTHO FHITEY A LA S AR

HTh-o72,

2) MEKRE

MDMultiplex-realtime PCRZIZK B HILERT, BR
EJVARVAVEQANRGEZ—DRYY)—=245

Multiplex-realtime PCREIC CGR#EA 7 Y —=2 7 %
1To7=h, 3EEE BICARMHThHo T,
QEFRZEIZLIBETEEDRE

BERIBIZ L D MEREOM 2R LITR LT, A
GyBE SN BREF K ONEB ORRERE R 2 1T L
oo ERFM L OREEBMHEOMRAE T, DHL ZEREH
RO~y ard—#REMPUIMNC, BPEFEEMED
KERLON o, TZT, ¥—47 v M THR
PERIGEICA Y, DHL ZBXRE IO =2 7 = —FBHEH 1 5
A4 —T7PCRZEZFEELI-E A, eae, astA LN VT2
BETHNENENVEBOE M ORI, KIZ,
IO OIRFEEE A S 72 DHL EREF N O
FREB T RAEEOSHZRA T 25, BREE 44
Kk 29 Kifk (85.9%, G1: 25 Hifk, G2 :4 Bik),
K OMEE B E 10 Bk 2 $i14:(20.0%) 2> 5 eae 5T
EARA T HILE - AREIEREEME O KGEERME (eae
BT 2SS i,

S HIT, VT2/astA BIn TR & EREE 44 Bk
10 IR (22.7%) B AYEEE L, 2D 5 B O T BRIED
DIXM T OB MBS iz,

kB, REMVITBETHERORERALNT, X
4 —7"PCRIELREMETH-T-, HJ/KIE DHL XD
A 4 —7 PCRIETeae BT NG L 2o 72729, eae
BB TR O SBEAE R ATy, DEET2Z ik T
o iz,

QELEMMERR U VT HEARE
SrBE S 7o eae AR TR, VT2/astA BIE 1Btk



B & O E.albertii O LM 2% 312/ LT, eae
AR TBEPERE L API20E TIIKIBE & REINizb o
D, FEHVE, FHKE, A, e —AIEFEERME, K
' B -Glucuronidase f& 7 &, KIGEIZ L CIEFEHALY
RAEALFRIMEIR R LTe, —JF, VT2/astA B2k
BT 72 KB O AL ZHHER TH Y, 7 243
AeNBu N TVTI2EMHE 75722 &6, EHEC
ThHdHIENMELT,
£33 DEEROEEEMEK

cacl5 ¥k EHEC(O183:H18) Eaberti®

Indole + + -
H,S - - -
Voges—Proskauer - - -
Methyl red + NT
Citrate, Simmons -
MUG -
Motility -

+

Glucose +
Lactose -
Sucrose -

Mannitol +

+ + H+ + + + +
1

Dulcitol -

Salicin -
Adnitol -

Inositol -

Sorbitol -
Arabinose +
Raffinose -
Rhamnose -
Maltose +

Xylose -

+ o+ o+ o+ o+ o+ 4+
|

Trehalose +

Cellobiose -
Mellbiose - + NT
Sorbose + + NT
Gelatin - - NT
ONPG test + + +
Urea - - -
Lysine decarboxylase + + +
Ornithine decarboxylase + - +
Arginine dihydrolase - - -
Phenylalanine deaminase - - NT

Utilization of acetate + + +

NT:Not test (£& XFRIZEE&4L)
@1 ;52 Al

eae MEAx B MER XME A U2 o Mk 2 SRR T,
MOIEEBECTH 7272, OUT : HNM & L7, —
77, VT2/astA 85 T B PEE 13 OUT: H18 & HIE S iz,
%72, EHEC 2SHEE L 7= 7= 3 [E LR Y EHF 52 AT IS 25
L7zt Z A, O183: HIS THDH Z LML=,
OFEFIRRZ MR

eae BIEFHMEE X TCICOLMME R LTz, —F,
VT2/astA B5 7B A L7 3T O IRAN K
ZHETHoT,
®PFGE 4 #7

eae Wi+ BMER O PFGE IC L B ikEg o —# %X 1
WOR LT, 1 EIERRNFE— OB Y —> ThH o 7=,
EHEC ® PFGE # % L7 & Z A, 1ZIEEMNFH—D
KR — Tholz, TNHORREIY, BYJHEN
[Fl—Td 2 ATREMED RIE S L7,

3) E albertiiBEDT=&HDEMEER

eae Bin TFH IR OB MR ORE R Z L FICRT,
(DMLSA

MLSA 12 X %5 N-J RN <1,
TAR =G INI,

Qeae EIEZFHITEAELY

eae B rBEEOA L F IOV T XA 7L, K
BE Tz o (V7<) BMEREE SR,
QcCdtBERFI ITZAELYT

cdtB Win D % A 713, 1FIF T T E.albertii 2377
JI0,0,VETH-T-,

@LEE DEAELR Y )—=2 5

LEE OFFATALIE, 1F1F T TO E.albertii 23773
tRNA- pheU ONLE TH - 7z,

B OBMEBROERENS, SRIOAFHEEF O
TN L HEE SN T- eae B H 1%, E.albertii & [F
E S,

E.albertii @7

ER

REHFHFEFFICHE, AIEH K OUEEEOFE 31 BikH»
5 E.albertii 28, 4 fE& 18 10 {47 5 EHEC (0183:H18)
DorHESH, 2056 TRIKIEHEEE ol S,
Z®7-%, E.albertii & EHEC (0183:H18) (2 L3 iE&
Y KA HEBITIEH A0, ERITERICHRHBE SN
E.albertii & HEE ST, RERD OMEDRTINT
Wiehrololed, FREREFETSHZ LIXTE en
St UL, FHFEKICOWTIE, E.albertii 1Z20HEC
XMoo b OO0, eae BT HRBREINTZZ LD,
FF KR O Ealbertii &M ATHY L, #i5H L Tl & i
ZLEEHITHA D EHESNT, FE, REFTOH
Tz L, HENIZIITO EKIEEFHFKRB50H
TEY, ¥ ETHFABER STV ER, 7
IR~ DU FHFNE D EARLZ KM ORI EMITDOR
TELT, BEmICEENRE LRETH -2, 8,
BPERHZ, BEHOERGESY Er Ay ¥ —i
E, HoOMEERE, b MORYEL, BIET HEK



1% 100 FERENSMLE L I TS, LrL, #FD
1013, 2005 I KA D F v o FHTHRAE LT-HIES
176 AT K5, B EKRERGIR & Lo KRBT &
% E.albertii OB FHEFHZHEL THBY, 2 X
DLIRWEETRIELTZEEZXOND, SRIOER T
HEMPCHEME L LIRS W Evn, Ealbertii
I 7O TR AL T D FTREME B E 2 b T,
AEFHFEHIBNT, FxiTHY), Ealbertii 2L
BRI PER D EPEC L RIE L, WG WL, £72, 20
ZEERIRO X v FHTOEFTHRE PTho
7=, E.albertii i34 LMK S Z Lvd D @, Escherichia
BOHEETHLZENOLRIGE UL EZ AN D
D, KRHEHITEH API20E Z AW MRE CRIGE &
RIEINz, £7-, eae BETHHETHLZ LD,
EPEC LRA[RIE SS9y, E.albertii OFRIEEE LT
AES YT, BEDOL ZAF T n— X RERM AR
2L LC, Hyma & 23fENE L 7= E.albertii # ] PCR T
HIET D HE WRELERUERD D LiETWV5D,
E.albertii 138 RMETHIEORSIIH L DD, EFHA
PEHEGIOREIIEFICHTH D, Lo, AEFlO
X O ICFEMBFIPELR O EPEC B F & BT S =6
LN THFET DREENDH Y, BREEOL L &
LYz, FHEomMBR RIS, £/, E.albertii
KB LT BERFBYOREFRER SIAATHY,
AR R FIE L DN E D, A% E B DHFSE
DERNLEEND,

—J, REPEHEEH CHEMKICHKRE I EHEC

(0183:H18) %, Shigella boydii typel0 & [7]—® O #i
FaFFOZ L THEEEINTWAMER T, JupN gz
TC®, ENTHHREESEIMERICHY, 5% LD
HENLETHD,

ER)

2011 =5 BIC KRBT CRA LA HFH T, B
RH D 65.9%0 5 eae Wi T Btk O KIGERME R
H&Eh, 22.7%7 6 VT2/astA i&1s 7Bt EHEC 25k
HEN7z, A ITRBEIC L CIRIEIBR 2o A L /0
PEIRCTH -7, fiBREES Yy N TRBE SHESh
727-%, MY, KEFTEPEC 2 ERN TR TE L
HE LTz, Lo LED%, ARIL Escherichia J& O # A
& E.albertii T&H 5 Z L AVHI L7z, REREILERAHT
LWHRETH Y, —RICEPEREMFORENS LI
o TR, LA LA, b - BbEIEsEErE, I
JEEE, B -Glucuronidase 214/~ L, eae s 1Bk

24

OIEMIB 70 RIGH R S S 256, KRR

DR EZRFI T XETH D, o, FAFFITHRE S

72 EHEC (0183 : H18) %, Foil b A ETOWEL N

WL TWHZEnb, B VEETOILERD D,

X
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I3

2) 20124 6 A,

~.
=0

ERETRE LEZRERABEARY Y XRFEIZDNT

HEHENN 25+
5 FH ik A

AT T+
KI5

S Py
BAER AFED*

BB

201246 H, RBETRY U XRAFEROOBENIE LT, AUFHTCHR
HIESORY VX AFEHRBRH I OFEE2 D ORY U X ARy B & E i L
lel A, BFEENS ARKOBAHREL FEZRA LAY ) X AREMN
s, ~ v 22 WAy U X 2R PREBRIC & 0 A TITESE O REE D RS
SNz, 2O &G, KEFIOIFREIZY A L2 b BRRREL T2 A
LI ARIARY YU XZAETHD Z DR ERSTED, ERIT A TH -T2,

BFIIMHERMBF L S, —FHEEOK LA LNTZb DD, FIED
HRIL » ARICERENEEL, DfEIICE VT LT,

F—O—F :ARYYXRE, RV XABSRPMHR ARARKYVIXRE

ZC®IZ

AV U XAAEZ, "YU X ZAE (Clostridium.
botulinum), 1% Clostridium butyricum, Clostridium
baratii 72 E 3 FEAT HRY U X ZAFHIC LV BIET S
PR, O BREMERR R T, RIKIC X0 BT Y
UXAGE, HIRAY Y XRE, BERY Y XRE, K&
VRABEEERY U XAED 4225 EN5, &
EIPEARY U X REE, RY U XAFRICERINEA
MEERT 2 Z LIk TRIETHRY U X AFEAH
BT, FIHEIR E L THAOET MR TR & o
REELZFZ, HERSEHOHMEER & OERE 2
T 5, BEIEOLAEIT, FFRERG O REIZ & 2 R R4
THLTHZ EbdY, BEERIMOBHEIZLST
23720 @<, 10~20%I2ET 5, ENORY U X AH
RHPEIT 1951 405 2011 4% TI2 118 FHHE S h
TEBY, 7104 HEFE WP L) 2FKNE Lz ER
RY VXA THD, %Y O 11 FHHIE AR, 3 FHH
BRIRYUXAFHICLD LD TH D, #1ICBESF

DO ARKY Y XAFEEFHEREFIZOWTE & DN,

JEIR B A 2N W E S5 RO THRiTH D,
*1 BUAB A IR A B A AL 5T e =) s A A

*2 BRI IR ISR BUR) (R fd A AL BR B
*3 IR IS )\ A S HIE R B R (R (R A BR B
*4 fEFERIRAEATR SR

KEOTEFERNETHLIRY U X RAEIL, 7T L
MEOPRMER AR T, TEPIZEROE TIAL L
BLTW5, AEITEFICHNDARRY ) XAEFERELE
AL, BEOFFMEDEWN LY ATR~G R4 E
nz, & MZxtLTA, B, ERIREICHHEEZT &
ELNTVAN, BICFRICL 2 FHELRO NS Y,

201246 A, RIETHRY U X RIEGEV O BEBFA
L, B HERAE TR T HRE O My MER A Shiz,
KT CTHMEBEZEMLI-LZA, BhbY AL DB

R BESEODARAYVYXRHAIZLD
BEEERY ) X REREHK

RAEFE A BEHK FRE&H

2008 HHAKER 1 TEH
2009F (LB HIL

2010  fiE™T 1 FNi:

2011 JRBH 1 N

2012 EBHRE 2 INVTREDHTEIEES

2012 EERE 1 T8

25



TMERELTERATDIABERY U XZAEBIBRH S
2o EWNIZEBITDRY U X RFEDFAEMF ST 2L,
BEEFI TH Y, FHEMRERROENFHIVER O
REOFEM R ME FRIRG & T L =0 THET 5,

MHEHE

(1) %EMH

BET 76 o BT, BRI R fEETH -
oo &AM, 201246 A 14 H, KiEEHE I
DOz EMHIER & L THER, RA - RE2 21,
IO EREE A2 LT, SR E0REEZT -,
15 A, BEHOERITSLE L2 00, i EEopME
MM, WTHRESCSTHERENHBEILZ, SH12H 16
B b HRIEIR S T 720, FREEITBE OO [ R RE 4 52
DL T T, REFROZZERD LN T%?
T IEABE & 72 o7z, AR T, HM, e,
WE TR, /2 bR KRR, A5 b oo R,
KOS E SN HR ST 2 & b AE MR OFF2E
Wb, ABIRABS SN, TO%, RS
MG REE N R A ICHE L, 18 HICIXIRE FE S HER
L7z, Za00 OERIERKD 20 BIZHEM S 4172 MRI
A CREM IR AT SF DT FL A O AT 2E,  F1IE 5 1 ) K
OF T UN L —JEERII R EN E o7z, ZTD XD 7R
i, RY U XREOAREMENE 2 b=, 21 A
R ~HEZRENMRIE S L2 /B, B s L
AY U X AMBERMEREG SN, —FERET A -
L7 NSRS S iz, £ 723 22 A 2 [AH
ORY Y XAF/BMBE NG S, HIREERCH) &
NH-HIND T & —REEIEBMIC S o722y, FAE L TR
17 ABICERPAZL, DifEIc kT L,
(2) REMH

2012 4E 6 H 20 HICERHR S 1, 21 BISARFET~RA
SN BERAE (IE, (8) KO B S B
DFEBEORAE (F) ZHRAEMEE Lz,

(3) REAZE

FF, MENLSORY Y XXEFEZEHRH L, Erbo
RY U X AHOSEEEIT 72,
1) BFEMFEDORY Y XRAERRE (TYRHR)
BEMFEFORY Y X2AHBRKMT D720, BFM
#E05me 2~ A (ddY, 4@, M) DOIEENICERSE
L, v~ ADQERZ LHEMBIZELE,
2) EALDRYY XREHE

FIZE S F o HPET 10 FEHE L=, FD%,
60°C + 154y, 80°C - 30 4y THIEMLIE L 7= b D, KUK
WERD ¥ D % N ENIIENNZEE GAM ZEREEH (A

26

AKEIZE), PRI CW EREEH (HKBEE) (S
WL, K ExITo77, £/, 03% 7 La—x &
02% A X —F Mz l-g{br v 27 KNI — R H
(Oxoid) (CHEEAEL, 30C T 1EMMEIEEEZIT> T,
D%, FEREFORY U X AEOFEIILLTO X
WL THER LT, £, BRI Z ARLE K OVNE L
Hit%, EREEREHRL, KBRS LB
Damo—BEHNS A 4 —F PCRIEY IZLYRY
U X 2HFELET (A%, BRI, CH®, DA, EM, F
B OBREEIT>T, WThOrOEREEETARH S
NizBa, VA—ERISBEOR Y U X 2 BEREE %
BE L, Bflog =—22oW\W T, HEPCRIEICEY
FBETOEREIToTo, BRBBTHERINIZ2
0= — AR, X LR SRERER, PSR
{LERBR, K OWEN GAM Y8 sE KEsH 2 75 o
kB (S Vva—x, ILI R—RA, v ) —A, <%
V=R, BB, Floar—R) FEOEFEMERE
Bha 9 Uiz, 72k, WEMEEROHIEICIX BTB-MR
REEMA LT,
3) DEHRORY Y XAEFREEARR UV RMRER
HREETEHEOSER 87 v 7 K I — M
T 30°C T 1EMSREE Lz, £ OEmROm=mL L
(ZDOWT, MEALER 100°C - 10 Jy4LE, AR OB A
MBRICLDPMUBEZIT o=, RBPMARET, =
O Bl EEREOKPLESR MG A I %, 37°C T 30 4K
IEEEREY, =y REBRIT 3) ©1) LFEERICHEMKL
oo 72k, BEM 19 PoOWEEZ, WHOBERCHVWZ 10
EILFZ, SHICETF oM CRBEMAINL, 100
FEATIR L O 1000 {5 7R A 1T - 7, B AT RBEPBE Dk % 0
AN GAM ZERIEHM 2 BriZ 100pe T8 L, a5
— VB TBER LT, 30°C T 48 BRIk AIG %%, & Pk
DOHEEERE L, TOVYEEME 1g Powste Lz,

# R

(1) MBEFRORY ) XREXRHERRE
BEMEEZHEE L2~ 7 AL, RV U X XEHEES
OEMR BE O &) Zorsd, 1 BB LER
LCWe, ZOZENE, RY ) XAHFRIIFHET
o7,

(2) EALORY Y XA

B J ONFHEAE A B L 7o 0 BT AR B 2 o
—7 PCR JETARY U X AmREE T ORI ZR- AT
LA BEMEOEHROHZENL ABRIR O BRIOR Y Y
X ABERE TR ENTZ (KD, 2T, OB
W ETYUNR—BRISHEE R TR Y U X AEEEE S



£2 RYYXRE (KK, [, I, I, VHE) RUEKEOELEMMER

I\E i Clostridium Clostridium
53 B I I m I\ butyricum  baratii
BRY AB:¥AL>F) ABF BEF C.D G E F
RN R + + - - + - -
vS5FU &AL + + + + + - -
JIN\—EESE + + + + - - -
W iE
SI)La—x + + + + - + +
FIIb—R + + + + - + +
Xo/—R - - - - - + +
< ILh—2ZR + + + + - + 0
B4 - - - + - + +
FL/NO—X - - + - - + -

S L, B PCR REZ{To72EZ A, ATKD B
MOERELE T E#RE LIEKE2E RN TERE, 2
DDA ZEERRABRE L L= 25, fERIEE
2 DEBD Lo, TOZENG, KEHOLEERK
ILZ XIS EED THEEICHEIND Z LN aho
2o BB, FHROMEMNBIE, RY U XRAEZLRRY
UXAHEE bR ERD o7,
(3) PEBORY XREZEERBR U HMNHR
Wik v FI— MEEMT 30T, 1 EMHAEEL
T AT HERR DB 2 AV T~ 7 A & B B R EARR
KOHFERBREITo72 & 2 A, MUK OB Rt EHR
PR R G~ 7 23RV U X A HBESEFOERE 2
LTC LA (K2), —7, 100C - 10 73 0LB K Y A
B ERAERAE R Lo~y 2A3EF L,
(4) EFORY) XXBEOEHAE
BEEFORY VX AHBMEEI T2 A, B
B FEHMELE 2.0x10° cfulg TH-7- (1K 3),

M1 2 NPM1 2 NP M

I PCRIZED & 3 BRBETREBE ~—

M:100Bp ladder maker, 1 RUr2: 3 EEFAR LD Y /A—H 3 Ry RXE;‘&'IE(DE% GAM X 1 #th

RIGBMEa 0 =—, N:negative control, P:positive UNR—FERIEEBEE a0 Z—%2#HFERYYUXXEEL
control TEIghOAHEETE L1,
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=

AT, 1986 FFICEEAOEEAEDE L o
VICEDATARY ) XAHBRENREAE L, ZOF
FITIEET L a2 LEEAOERSE 11 £ORT
BRESNTHDEN, RRICBHERAEITRL, 4RO
AU X ZREFNIAR R O FHI T - 72,

REEFTOZFFAEICL B &, REF OB T HED
SEBEEFUBELZE S TWER, HELEBREST
MEIEH D 2 HANZHIRD Ry 75O L — R BT
LWHZEThotl, BERND, BEBITEMLDIE
STELT, BEXTE o7 bo0, REEHICR
YU X RIFEDORAREN 2N, ZOH L—REIA
LiIEE W, T, ARERY U XA, TR
COBRBEHhMSHEEESNSZ ERIbNTEY ¥,
JAFLA MR HFEENSDBERELEZ LN, 26
LHIAENTET, RKAAE TIIEIELRhoT,
¥, FHRIERIZRL, ERETHLRY U XRAER
BOH & IR S e o Tz,

W, AU X AR O S EESE I, 30°CC2~3 AH
RIEBETHIZLITR>TW5S, LanL, SEoHEA
T, /hE&Wan=—TiEdbo7=l, —KEEET2H
P U N—PRISHEMEDR Y U X 282 1 =— 3R
&h, PCRIETHGEIC AMK O BHEREETIH
M2 R TER, ZOZ D, WRERNGAR
VU XRAFENGFDON LGS, BESBREE LHEND,
HERROHERP ML LBz, FAEMNL,
REFERY U X ZFED AIREMER E W & bz 2y, @
WRMMERY U X RETIE, BEM)SEEEECH
DRSNS Z EIHmTH Y, EROBBBEN-
ZEMD, MABREEERY Y X RETH - 7= ATRENE
HEETER,
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¥, SEOEFIZYA LY o BEERERETH
BAETDLABRY U XRAHIZLDFF TH o7, [
FE3AICBRETRELEEFLED (HhFxiTo L
HICEDERTY TH, ALZATDAREY Y X
AR ENTWD, FFORAERHNEN &b
SHERR D BEN RIS ND L ZATH 5,

EX2)

201246 H, RIERTHRY U X RIEEGEOO BENIHE
Uiz, &ML R LI b ARK OB
MBRTEHRALEZRY U XAERZBRE S, w7 X
WCE TR T A Lo FOBMBEREL T A2RA
THARKYVXAETH DT LU LT, AEHF
WEARRYIORY U X REFTH - 72,

X @

1) Sakaguchi G : Pharmacol. Ther., 19, 165-194 (1982).

2) Bk % 2z, 358-408 (1981).

3) RLH—  HET BAKREYE &M kR,
492-513 (2000).

4) Takeshi K, Fujinaga Y, Inoue K, Nakajima H, Oguma K,
Ueno T, Sunagawa H, Ohyama T : Microbiol. Immunol.,
40, 5-11 (1996).

5) BT =, Ot : BR & AR, 4, 15-20 (1977).

6) PEHES, FILF - &b REYLE & &R MEY,
456-467 (2009).

7) BB JERSRER, AR, M %, deks
W, EWEME, A K, MEmEF, LHAHE
AWRIERE, INAEE S, RILET - WA
#, 33, 218-219 (2012).



3) BREIZEITSHITTAIAILR (EV) OEHIRR &

BEEREIE X

1% H

=

FE EV O Rt AR 4T

B WA T EMOER EE B
=
=]

FROFPEREMBEEROFR E Db Ta A VA (EV) O EEE &
fEF-1 e OSSR HENT 21T > 77, 2011 4B 1T 2 EHEL TR 2 09RO KiIT i

Z v, B3N 513 Enterovirus 71 %> Coxsackievirus A(CA) 6

th

CA16 U3 ki

a7z, MRS B3 2 51X 3EIC Coxsackievirus B(CB) 1 7 & CB5 %3
B Eh, TNOOREBHRIT 21T o712 & 25, il Shi=HRomFRMt & <,
A NIZB W TREMIZEWERTITL TWe &2 b,

F—U—F:ITOVMILR, FRAR, HEMEIERX, REBERT

[ZC&HIZ

TrFuyA X (EV) EYMET, FIZEFINED
M THATT 2YIETH 5, EVI S & Z 9% AL, F
SREAFE, ~AoRvrX—F KT, AR, R
BIGALSE L Ziki2biz v, 20114E I 2 E /22 F 2 DR
DRFATHE Z 728, FATT HEVO MERITFIC L -
THERY, HIKICL s THENR LD, —RINICEV
LD MEVEBEER O T HRITEL & SND 3, BEELT
HHLHY, HlemrTFa AL ATIE (EVTD) 12X 5
F & ORTATRI LR A IHEOHER &G 725 &
WO BENRD B, O LD, AT TV S ImER
DOREZEITH) ZLITEETH S,

Z ZTAME], 20114E4H 725 20134E3H £ TOYSFTICE
I 5 EVAR HHIR 0 B OVE B RS 2% FB SIREV O SR e it g T
RIZOVWTHET 5,

EBRAE
2011 4E 4 A5 2013 4E 3 AL, AR OFIFIRE S
EEHBEEZZ LETR OB, ~A X —F, %5
SiE, e A PERERR 2 T UMM 2% - IRV D SR 451 44 (R
SRR 168 44, ~XF—F 101 4, FIBIE : 106
4, MEREPEREIRA 50 44, K% - BMOE © 26 44) B

* T AR A VR it R kS 45 i A AR

29

B &z 518 Mk (HEHR VWK @ 419 Wk, BT
TLRE, 158 19 Bl Zofl 9 k) Z3BRicftL
7= (R 1, EV OBEBETHRAEIL, VPAVP2 FHIKE EH)
& L7- semi-nested PCR 1 N L W iTo7-, = Fr
ANV ARG EHE SN A, VPL AN E L
nested PCR i Ve N A L7 b — 27 = o 2 THILHE
Bl %P TE L, BLAST IZ & 2 fH R 5% CRIBI R E 21T
olz, Fiz, MEEMEBEEAR K OMKZE - IMAERK EV
—H#ZoOWTIE, Bbhe VPL fEE OB RS (K
270bp) & HWT, RGBT L 2 BB 21T -
7.

® 1 ZHA AN BEREY

RIARTERI THEE R .
. HE E  Tofh R
g s CLVE
FREOR 167 1 1 2 171
AR F—F 96 5 101
RBIE 105 3 2 110
BEMRER X 32 44 8 84
fi ¢ - BMAE 19 23 5 5 52
#aEt 419 71 19 9 518




7 AV ASrBENY, 4 filE (2011 4E : RD-18S, \eroES,
MRC-5, A549, 2012 4 : RD-A, VeroE6, MRC-5, HEp-2)
EEAL, 3 REETHREOBIELIT T, WHET
ETHRE, PRRBREIT o,

HER
1. REANBERESHOER L EViHKR
MW FEOR

2011 41, 2EMICF R NFE O KT Z - 724F
Th o To, ARICEBW T HABET, 2011 4£5 21 1A (5/23
~29) EHXLHIMEM AR S, % 24 (6/13~19)
WCE R E T2 O BE WG 7.04 TEHRIEUEM (5.00
b)) 287, & 278 (7/4~10) lcE—27 %z
TR ITd L, 25 36 1 (9/5~11) |ZiFEaFLE
% Flaloiz, —7F, 2012 4T F 2 A OWATILIZ
LAERZ RN,

EVIZF R A 1684 1 1344 bt s T,
A OWNFRIT, EVTL 53 25 4, Coxsackievirus A6 ! (CAB)
7% 39 4, Coxsackievirus A10 %! (CA10) 78 1 4,
Coxsackievirus A14 % (CA14) 73 14, Coxsackievirus A16
7 (CA16) 7% 59 4, Echovirus 7 %! (Echo7) 728 2 44,
Enterovirus B ARB] (EV NT) B 74 THho7= (¥£2),
FEEIIC & » TIATAUSEWSR AR B, 2011 4 4 A
EV71, 6 HIX CA6, 7 AiX CA6 & CAl6, 8~10 AZ
CAL6 28 E 72 AT C > - 72, 2012 42 1%, CAB, CAL4,
CALe N FMICHIL INT=D A TH -7 (K 1-A),
@)~V F—F

LR X —F ik, 2011 A5 22 38 (5/30~6/5)
E B HMERm & 720, § 288 (7/11~17) IcE¥—7
R Z BT Le, 2012 454 2011 4F & Rk OE
MRS, 5 22 8 (5/28~6/3) EH & BN &
20, H2TH (7/2~8) \[c¥— 27 Z Mz =& T
LHEVIHIRBTH ST,

EV iZ~ R ¥ —FBF 101 4 50 &0 b S
ni-, #oOWERIZ, EV7TL 28 1 4, Coxsackievirus A2
B (CA2) 7% 4 4, Coxsackievirus A4 %! (CA4) 73 8
4, Coxsackievirus A5 %! (CA5) % 4 4, CA6 78 10 44,
CA10 7% 4 4, CAL6 73 3 4, Coxsackievirus B1 i (CB1)
2% 2 4, Coxsackievirus B3 ! (CB3) #% 1 4, Echo7
23 2 4, Echovirus 9% (Echo9) 7% 14, Poliovirus 2
M (Polio2) 14, EVNT DR 9A4THHoTz (& 2),
2011 421X CA6 723, 2012 4F1% CA4 3, fh &b L T%
< ENT=A, CA ZHiE LSRN S
iz (X 1-B),
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(3) B iE

TG E SRR L LTORERENREINT
WRWWIZ, EV BHRILO A LU FIZEERT 5,

EV IIFBIERE 106 4 H 3L A b s iz, B
DRI, CA6 2% 4 4, Coxsackievirus A9 % (CA9)
X 14, Echo9 2% 13 4, Echovirus 18 ! (Echo18) 2%
8 4, Poliovirus 17 (Poliol) 1 14, EV NT 23 4 4
Thote (F£2), 20114 & 2012 7D 6, 7 H i Echo9
7%, 2012 4= 10 H X Echol8 & < it a iz, (X
1-C),

(4) BEERENE %

MBI 1, T TIEMITEAR O T, KRR
BN THRERITIERWKETHRE LT 5, 2011 4,
2012 FHFIFEL[E U &L DI RERTATIZA 220
>77,

EV I3 VERER K, MM - BESRE 76 4P 324
o EShiz, BoONRIZ, CBL 28 9 4,
Coxsackievirus B4 % (CB4) 7% 14, Coxsackievirus B5
A (CB5) #% 124, Echovirus 6 % (Echo6) 734,
Echo7 78 4 44, Echo18 23 1 4, EVNT R 24 TH o 7=,

(%2, M1-D),
= 2 PB4 A EV KR

B0 LISy BEMRER
FROK RBIE
(BE ¥—F fbi ¢ - BRiSE
(168) (106)

BER) (101) (76)
EV71 25 1
CA2 4
CA4 8
CA5 4
CA6 39 10 4
CA9 1
CA10 1 4
CAl4 1
CA16 59 3
CB1 2 9
CB3 1
CB4 1
CB5 12
Echo6 3
Echo7 2 2 4
Echo9 1 13
Echol8 8 1
Poliol 1
Polio2 1
EV NT 7 9 4 2
Hi 134 50 31 32




(A) FRO% (C) RPIE

5000

(e8]

==EVT71
4500 7
4000 === CAB 6
3500 3¢ ™ BCAB
3000 ; ==CA10 ;1'[(5 mCAS
2500 g A4 E“ OEchod
2000 & ) BmEcho18
1500 # e=acate EZ B Polio1
1000 mmmEcho? BEV NT
1
500
e afla 8 | E=EVNT g | I <H [‘
4 6 81012 2 4 6 8 1012 2 _ 4 6 8 10 12 2 4 6 8 10 12 2
2011E 20124 2013 _gﬁi’i% 2011 20125 2013
[=]24 E
(B) NIL/RF—F (D) BHE1EREIE %
14 1600 |13V 7
| - 1400 =
12 A —cad 6 (5 mmmcB1
- 1200 C—GAS i
?10 E E==1GAf «? ° 4 E_CEM
) - 1000 & ) &
8 - fi E ==can =4 ZE=CB5
ﬁ \ H 800 ﬂ —GAls T.f 3 ﬂ
£ 6 5 = £ 3 £ I Echob
z \ \ L 600 ce 2 L&
24 - ==ce3 2 . Echo?
\ [ 400 —cho?
5 | 00 o 1 -1 mEEEchol8
o Lo D)) 0 0 EEV NT
4 6 8 1012 2 4 6 8 10 12 2 EEVNT — EEEE
— EesE _
20115 20124 2913 e wEH
1 ZEANDALVAKREBEREB LUV ERBEREH
2. HRBEEICK B EV Bt
2 BRI THE < O BV 0343 E L, RD-A & VeroE6 % 3 HRR R EV o B B+
1% CA, CB, Echo, Polio, RD-18S /% CA & Echo, MRC-5 EV##%Z RD-A RD-185 VeroE6 MRC-5 HEp-2 A549
1% CA & Echo & Polio, A549 /% CB & Echo (&3 EV71 5
Zo Lz, #1Z, RD-A X CA2 X° CAG I b gz % R CA2 3
L7z (& 3), CA6 6
CA9 1
3. EEMHEIE X HE EV ORI AENT CAl0 4
MM, MK - MIEDBRE D EITHRH I CAl4 1 1 1
7= CB1 & CB5 R HHERIC DWW T, VP1 fEIEE D R Hfst CA16 5 2 7 3
BN 21T - 72 (¥ 2), CB1iZ A~DIZ, CB5 % A~E cB1 4 1 4
DI N—FITHPNDHZERmsENTND >0 46 CB3 1 1
B o7z CBLEROMFMIL 99%LL E &<, WFnd CB4 1 1
Linage B ® 1 ™ sublinage BL IZ/& L T\ 7z, 72, A CB5 3 3 10
A 2T 2008 AFATHRH ZAUTRE & e b ORI & Echo6 3 1
R L7, CB5IZOWTIE, A EIG Sk MEMIx Echo7 7 3 2
95%LL E X m<, £ Linage Elchaniz, Bon Echo9 3 2 9 5 3
72 CB5 #ElX, S Bz 2 DO¥% 7 71 —F Echo18 1 5
(Kumamoto2012-1, -2) {Z43F b7z, CB5 23 & Poliol 1 1 1 1
VT2 B OB RAEIR T2 T2 <, MRIEIR 2 * RD-A [ 2012 £, RD-18S [ 2011 4, HEp-2 [ 2012 £, A549
ET5EF bV, 1 2011 EDAHEH,
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(A) CB1

Conn-5 Prototype/1948 M16580 inage

—— OMASB- 10898 Oman/1998 F.J489831

10167 SouthAfrica/1992 Av373100 _] D1

84131 China/1094 GG320732 Jp2

97-09 Chinaf1900 AB268127 Jbp3 | Linage

Kar0s-199 Karea/2005 HOBB3061 D4 D

Kor08-001 Korea/2008 HOBB5852 Jos

32AYN China/2010 ABEAR062 Jps |

10163 USA/1982 AY373096 e Linage

98/74/2 Romania 998 Avs7a73s | C2

20110316 Kumametof2011 .

20110306 Kumamote/2011

20110245 Kumameteo/2011

20110282 Kumamotef2011

20110207 Kumameto/2011

20110192 Kumamote/2011

20110246 Kumamoto/2011

20110275 Kumamote/2011

20110274 Kumamotof2011

ESP08/54573 Spain/2008 FR737992 B1 Linage

IND8-10889 USA/Z008 FJ489913 B

Kaor08-253 Korea/2008 JF773180

Kor08-015 Korea/2008 HOG85863

1647/07 UK/2007 FJ525920

99d CSF-1581 UK/2007 FJ525918

55 P-2240 Kanagawa/2003 AB162735

04-29NGC1 Fukunkar2004 AB16798

1B4-YN China/2008 HQ844850

FT82 Fukuokaf2010 ABBO1195

P-2199 Kanagawa2003 AB162733 i
FR-01-133 France/2003 AM492463  —] B2

10158 LUSA/1972 AY373082 B3

L1
- O

Il
9]

98

78

=11

(B) CB5

Faulkner Prototype AF114383
968 03-140NPC1 Fukuokaf2003 AB167990 ] Linage
L Kor01-CVB5-088bs Koreaf2001 HQ685882 D
1/J73 Japan/1974 D16364 ] "A'”age
20120048 Kumamoto/2012 7
20120099 Kumamoto/2012
20120090 Kumamoto/2012
20120066 Kumamoto/2012@® | Kumamoto
20120077 Kumamoto/2012 | 2012-1
20120098 Kumamoto/2012
20120103 Kumamoto/2012
995| | 20120115 Kumamotoi2012 _|
g1 20120021 Kumamoto/2012 7]
120120104 Kumamoto2012 | \cumarnoto
o55| 20120063 Kumamoto/2012@ | 2012-2
20120110 Kumamoto/2012@ _|
CF1470271-05 France/2005 AM236920
G02336/SD China/2002 Q329770
13/02 China/2002 AY695109
784 Seoul-01 Korea/2005 DQ530375
Kor05-CVB5-237 Korea/2005 EU590798
Kor09-050 Koreaf2009 HO685888
YZ003/SD China/2005 GQ246506
1603/FINS2_Finland/1982_ AJ004643
MD86-7286 LUSAA 986 AF152266 |
L S50/n/96 Tunisia 996 AJ417536
1147 Estonia/1 987 GU300043 ;

973

Linage

997

861

j Linage
B
Linage
C

994

—
001

2 BEMAEREEEV O VPTRIE S FRiFHE
(SEIOHREKERFTRL, RABEHROREKRZOTRLIZ, T—FX 5y JER, T0WUEDH#ERL )
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BEREFELD

2011 FEREMICFRABOKRBITRER -7 2 &
NE, KETHEED EV N5 - B Sz, EVTL
WX BIATOH%IZ, CAB & CALS DFRITHEWVTIEEZ
b, ZHEEEOFR W HK BV OMygH & b Rk
DN TH > 72, 2012 FXT TR RO R E RFATIER
SRR T8, 2011 4R ICHE 2 - 7= RIEITOBRIC, $L
REEE LI/ NEREE WD EEZ LT,

FROFEENDIE, EITCA DL LLIEEVIL A
B - RIS D 2 EBRZ VS, 2011 £ CAB HiATHE
\Z1% RD-A TiE72< RD-18S A L TH Y, CA6 M
DEECE T, BRI EAE HIIC 2012 X
RD-A #fffH L7=Z L T, CA6 ODEEN TE=Z L
5, RD-A X CA6 O/HEIZIERICHEATH D EEXD
ni,

AR X —F R OFIBE IR & 2RIRTT TIX /2 h o
7eh, CAZHLE LESMEO BV B S 4, 3B
E CTiE Echo9, 18 AlZ s & LI=FAT MR ST,

MEH MBI A 1T, 2002 4E1C Echovirus 13 #C X % ik
1T A& TLISE, IFERELE VB Z RETu
%, EV ORI A RS &, 2011 41% CBL1 7%, 2012
EiX CBS NERMITOMTH-7=Z EBHLNER
-7z, CBl, CB5 & ®IZHBkOMEFRMTS <, A
BN OA B CIsERIGEVERRTRIT L TV & &
Z BN, B &7z CB5 1347 7 v — 7 O R M
TEEWHE DD, 2 ODF%HFH D CB5 MEFFIZHIT LTV
FZNHEE SN, £72, EV IC XL D MMKIT R
MR, AR &7z CB5 O I IIMARER 2 2
L72EBELEY, EV ICXDMEOFREIZLIEREN L

33

gwLEZONT,

EV IZMER B L < FEL, BRI X - T
TORPANEDLY, B RES LT D5, 5% L
b EV =g T RxEfL, T2 EEETDL L
EHiL, WATERICRNTAZ ENEETHL LR
i,

# O
TG 5 AL B [ A (A 0\ T 72O T T AR TE
ERRERE . BAGRIRBE O BT ISR 2 L&

X Wk

1) ENTYSREE WY v ¥ — R iR R, 33,
55-56 (2012).

2) [ENTRYIE S o o & — I R AE iR 1 1, 30,
9-10 (2009).

3) H. Ishiko, Y. Shimada, M. Yonaha, O. Hashimoto, A.
Hayashi, K. Sakae, N. Takeda: J. Infect. Dis. 185,
744-754 (2002).

4) W.A. Nix, M.S. Oberste, M.A. Pallansch: J. Clin.
Microbiol. 44, 2698-2704 (2006).

5) T. Zhang, J. Du, Y. Xue, H. Su, F. Yang, Q. Jin.: PLoS
One. 8, €67157 (2013).

6) K. Baek, S. Yeo, B. Lee, K. Park, J. Song, J. Yu, I.
Rheem, J. Kim, S. Hwang, Y. Choi, D. Cheon, J. Park:
Virol. J., 8, 297 (2011).

7) BT RYIE S o v & — i R A R g 1, 30,
1-3 (2009).


http://www.ncbi.nlm.nih.gov/pubmed?term=Oberste%20MS%5BAuthor%5D&cauthor=true&cauthor_uid=16891480
http://www.ncbi.nlm.nih.gov/pubmed?term=Pallansch%20MA%5BAuthor%5D&cauthor=true&cauthor_uid=16891480

4) BERFRFHEZRAVDIXRXRVLERAS VFT7ZIILSINEDRSE

Y

LT, BIEMOREZL

—4=
=

H

=
HERS A 2 WD Z 22 XD, AEENR STV R WS SRR 3
AYFT =N EHGRBIZHTT 2 HIEZRHE Ui, BIELZM AT L 1
IHTZDWTIE, FET 477 AT L LT, A/ —VEHWLZLIZLY, +
Sy R ANG D, WRINEIGRBR 21T - 72 %54, 0.01 mg kg™ AN
ICFBUNTZK:97.0%), 13:95.2%, 0.05 mg kg™ ARANIEEEIC 38UV T %K1 99.3%,
188 0 95.1% L 72 0 BAFIRENRSG HiLTc, ROMTIER, BEOHE S REH s

M LA BRE JREF OB A 5h

=
=

WRICHF ST 20D LM FESND,

F—T—F:AVFT7 I, BERFTRAHLE, GC/MS, XK, LiE

IZL®IC
4 Y F7 =/ (34-dichloro-2’-cyano-1,2-thiazole-
5-carboxanilide) %, 2010 4FIZHHUICENBE S,
ARGk L CERBS SN BIETH D, BIROMME
WZOWTIHE, WRE~OEBENRFIEERNZ RS T,

15 FAE 2 5 A IR BT (systemic acquired resistance,

SAR) #5222 L TCREORAZDRT S THYFE
ERFIEFEA TS, KBOEERETHD
Wb B, FAIERE R QIR O FEE B R LR
T Fio, REELFE TRMIMPBR R LR L,
BEREMIC T B L DN b, BREAMD
HIRNIEAlE LTHIRE SN TV D EIETH D, BITE,

AALAMNCB W CITEBEICERRER Y, 5%,
YEDREATRE, HkA~EABRENER LTINS b &
Ezobhb,

BRI IE IS T A2 0iE, B A x5 &
T 5RIEMSS LIE~ORIFRE &2 HET 20BN H
D, ZORDOSIIENRRDLND, L, 4 VF
T =TT, EEEATEE I TG HIM A
o, BIE, BEAFHEEmRBIENTIh T
R, ETo, SMEICET2HmEBIELEALASLES
RN, BAFMEOEE RO A Y F7 =R =
ONTT D BR &R DITFIENIR, T, xR ERERE
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HGEIZHTT D FiEO—2 & LT, @Ak
(Supercritical Fluid Extraction, LLF SFE £uv9H,) 23
HEHINTW5D, SFE X, @WiREMN & ARELICE
WEREME A A 2 MEE FUR BB O WRIR R A LT, il
24T 9 HIET, 1Eh o B3R oH DAt o & A
e AN NTHEA LR NS D, EE
FEHOMIFREIZBNTY, SFE AW 1EY T o 23K
DR O M vh O 5% B VE A R 35 R 2 3R D3 Wik O B %
EIToTC&, TONPHETIX, SHEREEO EED
R DR BB ORIEE Bt 5 2 &
BTED,
BEMPORBREREEL SN T2 2 L1k, EREEED
WRIBERUC L D EEHEZ RRICHSZ L ZRREL L,
BROBEZLICKEL FE5T D, &b, HEFOE
BEEELSNT 22 &1L, BEO TP REHE AT
BT amiel L, RESEIEST~OFS DL
Ezohb, T, AE, SVTIENHESLLTHRND
A FT =IO NT, SFE ZHWT, Zk{O+HE
FOAYFT o NVEEEESNT 5 HEORBEZIT-
776



REBRAE
1 HEORR
A Y F7 =) (Sigma-Aldrich, St. Louis, MO) {7
T b TR L, BEUERUE 1000 mg € & L L
7o TNUOHZEMEHE, 72 M CHRLU TEERKE L

7=,
VKK ORI SWTIE, 4 Y TF T = ARNEE
RSN T ARWZ LR LEZREZ AV, X

*ﬁﬂi 7 — R IV THRE%, 425 pm OFEHES D0
i@ L7z, 1350k o Texture 1% Loam, Carbon 1% 7.4%,
SNpHﬁ&Z@%@%%mkot@ﬁﬂm,é@%@
NT THE, Bpa B LS 5 AMEE L TR L
7o TNESDVIIT T2 mmB Pz Lz, =
ST & LT 0.01 mg kg, @ELEE L LT 0.05

mg kgl &£ B X HITA Y FT S VERELIAKE TR
Fngme, BERAREE Lz,
2 SFE

SFE #£7& % SFX1220 (Teledyne ISCO, Lincoln, NE)
ZHWV, 10 me AFHARAHEH Lz, s
bR & L, A —7 IREEIE 40 °C, H 7713 2000 psi
WCERE L, £/, VANV Z—{EEF 60 C, A
2T 4w 7 ROEAF I v 7 iiRRIXE N 15
min, ¥4 73 v 7 EEiF2memint & Lz, S5FrE

[Brown rice]
Homogenized sample 2 g
- mix with pulverized moisture absorbent 2.7 g
-set in SFE cartridge
SFE
-2000 psi, 40°C,
static time 15 min, dynamic time 15 min
-trap acetone 20 mL
-concentrate
-dry up with N, stream
Residue
-n-hexane (saturated with acetonitrile) 5 mL
-acetonitrile (saturated with n-hexane) 10 mL ] x 3
-shake 2 min
Acetonitrile layer
-concentrate
+dry up with N, stream
Residue
| - acetone-hexane (3:1,v/v) 2 mL
Minicolumn (SAX / PSA) cleanup
- prewash with acetone-hexane (3:1,v/v) 15 mL
-elute with acetone-hexane (3:1,v/v) 18 mL
Elute
-concentration
-dry up with N, stream
-acetone 1 mL
GC-MS

IZDOWTFig. 1IZR L7z, &Et2gl, oL T
— KOy 2 —%HAWTHIKHLEZKEA (CHEM
TUBE-HYDROMATRIX, Agilent, Santa Clara, CA) 2.7

g ZMZIRF L%, MHRIRIEHE L, 51
THIZOWTIE, REEBICET A 77 AT ELTA

& 7 —)V% 0.5me A&, RO S TS S A
irot, AT b 20me THIE L%, =
NRL— —TRMEL, BRXFFCTEELE, Zh
EEKIZOWTIE, 7B =M fafI~F P 5me
IR LT & L, & 51T 3ITR LIS Ex

1Totz, —F, BBz WL, ELE-ZbD2 T &
1 me AR L, Zha e HRBRIEEE L,

3 TREHBRIEE

2 THELNEEKERICA~FT T BT b= b
U110 me &Mz, 2mnigE > L7z, 7T =RV
NEEHERL, ~FVrBli~FY T2 b= b
yaomeEmz, IRES Lk, 7Eh=hrUA)E
EREBRLL, ZoOBEELHRERYNZL, TERI=F
UL 30 me & R TC, =R L — & — THRUEBHE %,
EBRLIMFCEE L, Zhic7E hi~d o
(3:1) RIE2 me 2Nz CH&ML, MEe: Lz, 5
L2 7 ' b oi~x Y (3:1) BIE 15 me
TarysT 4y a=r T %iTo7- SAXIPSA 2 =57 A

[Soail]
Sieved sample 2 g
- mix with pulverized moisture absorbent 2.7 g
-set in SFE cartridge
-methanol 0.5 mL
SFE
+2000 psi, 40°C,

static time 15 min, dynamic time 15 min
- trap acetone 20 mL
-concentrate
-dry up with N,, stream

Residue

| - acetone 1mL
GC-MS

Fig. 1 Treatments of brown rice and soil samples for GC/MS analysis.

35



(500 mg / 500 mg / 20 me, InertSep SAX/PSA, GL
Sciences, Tokyo, Japan) (ZEf L7z, ZDHF T AIZIFE
Rk 18meMATIEH L, =R L —& — ClJER
fEtk, E@FRFMFCTHLELEZ, 7R 1 me
ZIEMEICINZ TEMRE L, E BRI & Lo, 7238,
REHRL, TR NERMEEH R EERA LT &
U 7 2 —BUEREREIR & AV TIERL L 72,

4 GC/MS EIE

REBRRIEII AT A a~ 7T 7EESHE (GCIMS,
Agilent7890/5975C, Agilent) Z# W TE®E L=, » T
0% Agilent #:8¢ HP-5MS (& & 30 m, PN#% 0.25 mm,
IR 0.25 um) & W o, A RIRE X 250°CICRE L,
HEAFEZSVARZAT Y » ML RABEICE VT 72,
A —7 R EEIX 80°C T 2 min f&FF L, 547 30°C T 180°C
ETHIR L2, 10 minfrRFF L7z, &HI12fr 2CT
200CECTHIEL, ENbmEsy 3C T 280°CE THIRE
ZATV 10 min $REF L7z, A A AGIEITE FEHE A 4

1.2 x 10 ) . .
(A) Brown rice spiked with

0.05 mg kg isotianil
(D)
e
[45]
©
c
>
Q0
<

0 | L l..u...

20 30 40
Retention time / min

1.2 x 104 .
(a) Brown rice

Abundance

0 | " _J‘h—hw-

20 30 40
Retention time / min

b (El) £, A A JRIRE X 230°C, MS JU iR A
1L 150°C & L7z, ERIFEIRA A F— K (selected ion
monitoring, SIM) & HW/=, E& miz I% 297, &%
m/z 1% 180 & L 7=,

BRERUSBR
1 RAIEEH
KB OLEER A Y FT =L OBERIZOWNTIT,
~ M) oV A -BEERREAWD Z IR 2~
600 pg € (GBI 1~300 pg kg™) DOHiPH T B AT
B (R?>0.999) & b7z,

Brown Rice : Peak abundance
959 isotianil (ug L'Y)—4571, R*=0.999 (1)
Soil : Peak abundance

= 1126 isotianil (ug L'*)—5885, R2=0.999 (2)

1.2 x 10*
(B) Soil spiked with
0.05 mg kg isotianil
[¢5)
e
©
©
c
>
Q0
<
0 A he b 5 I | Ny uLu

20 30 40
Retention time / min

2 % 104
12 %10 (b) Soil

Abundance

Oa.-J. T | o, uwla.u

20 30 40
Retention time / min

Fig. 2 Chromatograms (SIM, m/z 297) obtained for extracts from brown rice with (A) and without (a)
spiking of 0.05 mg kg of isotianil, and from soil with (B) and without (b) 0.05 mg kg ™" of isotianil.
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AKEoOWEIZLVENTE 70~ NI T LG %

Fig. 2 IR LT, ZKIZBWTYH, ZRICEFESIND
IEEOBRED 3T, Bk a~ 77 L5
5 5 7172, Signal to noise ratio (S/N)7> & 3R b 7= ki HH TR A
(LOD, SIN=3) i%, X T 039 pgkg?, +HTiX0.91
pgkgt & 720, EEREA (LOQ, SIN=10) I, KT
130 pg kg™, HHETIZ3.03pgkgt &Ro7, ZOEH
PRI T, RaMEEKREBEEBICBT Y TT
=D ZKITHT DR IAE (300 pg kgt 0 100 4y
O 1BREORENNENETHD, LoT, ZOER
RAIZ KRG R LB A Y F7 =V OREIC 5572 i
EThdBExbND,

2 WHEE SR

AB ISR (Supercritical Fluid) 13, KA A %
IEINEL, [IEORmZERIED 2 LIk v Ek
&b, ZoOWmKERNT, REFRO B AT
L7 SFE T 5, SFE T, —EHRECTENEE
KT B EFRKDBEENBML, BRMENKELIRD,
FD=, MHEAOEE, MR~ EE KT
T3, fHE A OSFE AL, SFE iR A KT
XELWE VLD, T 2T, BAUNCEKKRO T
DAY FT =M LT, Kb BAFRIIEENRE L
NHRIEETHOWT, Mita1T o7, B it
R DEERE/1E 1070 psi TH D, £ T, @BEARK
AR ST 27280, RET HE 1% 1070 psi LA
k&L, MEHESE, 1500, 2000, 2500 % Of 3000 psi
L7,

FRENORIHENC BV THIH 21T - 7S e AL TS
INENRRE R % Fig. 3 (ZAkaUEE, HEERED TR LT,
KR OREEEB O L5 B2 T, [BIH EILE
FEDMER 277 L=, 1500 psi TOHH TIX, EUXRN
<, 2000 psi (ZJEF % B 5 & RIS R R b K&
<720, &5IZ 2500 psi, 3000 psi ~ & fHHIES % B
TWLAZONT, R REIEERD N R,
FHE OBEMZ, MR EmsE22, W o
FEIN X AB G S AR o SRR AR %L (diffusion coefficient) @
ETFx5l &L, MHBERMETS 2 O 4E, A
YV F T = AR B RBER SR AR oW T, 2000
psi DTSR TICBWT, &b BAF 2213556
NDZT EMmRENT, ZAREHZBWTIE, 2000 psi
DHBETIBNT, [EUED 98.0% & RAF2ENE
bNTlodh, ZOENE LB ST ORBES & L
Too —77, HERBHCRWTIE, BUERREK S BT
& o 72 2000 psi DIMHENICEB N T, [EUERIE
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120 —O— Brown rice
—&— Soil
100 Soi
£ o /C\T
M e
>
& 60
g ¥
T 40 //
¥
20
0 1 1 1 1

1500 2000 2500 3000

Extraction pressure, psi

Fig. 3 Effect of SFE pressure for brown
rice and soil samples spiked with
isotianil.

76.7%TH Y, HoREIERITH/ONRNTZ, T
%, TERICE ENDHEBRBRIICA Y F T =R
TRWAEFELTNDD, TR E R, bR
FROHOBEFFRAMH TIE, +o2tsRA S S
NighollzwtBZx bbb, £2T, BERRED
MR E EFAZ L2 BNELT, ET 47747
NMOIRF 21T > 72,

3 THHMHICETIETA 774 T7DRH
TEHC BT, BIKRY TR LT
MENELNRVGENH S Z L hHEshBy ¥,
AU, BEPICE EN D AR T IR A
HWSMEFTH-DEEZLNTWS, SFEIZBWT,
M RE BB HEE LT, AR ETT 47 7
A7 L LTREHSIRINT 2 FiERH D 79, Mk T
D BILRBIEERTDET 4 7 74 T 2N
THZEICLY, BEMERED ZBLRED,
HEAETBHZ LI, HER ENSEZ ENmD
nNTWo, A, HEREHIE T, BEIERRES B
UG o = E 77 2000 psi 2BV T h, 4y 7elElR
BRBE LR o7, hEE EiFsZ L %A
MELT, BT 4774 THEMOBRT 21T o712, WEt
BT T 47 74 7 OMEE LT, BEERHE
O %75 &4, SFE Ot gh R & i 2 bk iRk
ELTHERT L, T M ROAY ) — V&R L
2o BT 47 7 AT OEIMITIEIZ DWW TILE R~
W42 Fike U, LR 2 AR g8~ Lz 1%,
BT 4 77 AT BMHBRRR~EERIIL., €7 4



Table 1

Effect of modifiers on extractions from the isotianil spiked soil

isotianil concentration/  Recovery
Log Pow? mg kg™ Average and RSD/% (n = 3)
Without — 0.05 76.7 35
Ethyl acetate 0.73 0.05 66.7 5.1
Acetone -0.24 0.05 89.1 6.0
Methanol -0.82 0.05 98.1 3.9

a. Octanol — water partition coefficient

Table 2 Recoveries of isotianil from brown rice and soil

Recovery
Concentration/  Average and RSD/ LOD/ugkg! LOQ/pgkg™
Compound Sample mg kg™t % (n=6) (S/N=3) (S/N=10)
isotianil Brown rice 0.01 97.0 238 0.39 1.30
0.05 99.3 238
Soil 0.01 952 18 0.91 3.03
0.05 95.1 26

77 AT HRIL, BREEEED 5%DRFIZRAFICR
HEWHIHE BB D0, BEEEOTIMEIZ OV
Tix, A4s (10me AF&) L T05me & L7z,
BT 4 774 T OFEICLDENEOEIZONT,
Table 112 R L=, £EF 4 7747 & LTI LI IRHE
ORPEIZLBI LT, TP OA Y F7 =Lz E o
EREBRR LN (FEB2=F L : logPow 0.73, 7 b2 :
logPow -0.24, A % /—/L : logPow -0.82), Koineck &
X, THEER KRRy 5 AEIC KT LT, R D A RALE O
T AT A THRELE UIFER, A X ) —
BRI IRE R L 2 WE "Lk, 4
ml, 4 YFT7 =IOV THREBRORERISE LT,
MR & el LT, BEER— F /L IZIRINIC & A i A=
ERHENIRL, T ML 10%RRE, A% /) —LiX
20%RED EAMENA b, TOMRE, 24/ —
O, HHBIER 98.1% & 720 100% 20TV Ml
Ligolz, I T, TP A Y FT 2 AGHITEBNT
X, &b RERMHSRE R LAY ) —VEET 4
TZr7ATELTHWSZ EE LT,

4 TRBRUTERMEURGARKER

MS iz Vi, HERFRIcLEDO~ MY v
I ARG, A FMEOBERTA ALY T Ly g
VRAF LV ZUNVAR L Nl N v 7 AR E
FlEEZL, ERECHEELEXDIENRHD 10D,
SFE 12X % GC/IMS JIEICB W TH, LKL IHER
BHZOWT, 89 10% DA F TNV A A RS
niz, 27T, REOERIZHOWTIE, Lk, HEEZ
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NENOIRMAE PO LI~ N v 7 A2y T
TEREVRIR & N TIT o T2, ZARK BB OV TIT -
7o REEVE SN ENGERER S S 4 Table 2 1278 L7e, BNINIR
FEIZGIEEE & LT 0.01 mg kgt ROV EEE L LT 0.05
mg kg o 2 #EEIC XV, BATEIK 6 [\ TIEM L7, 0.01
mg kg™ RN 31T B BILERIZ LK 0 97.0% (R b1 ¥
Wz 2.8%), THE:95.2% (FHXMEMERZE 1.8%) & 72
572, 0.05mg kg FINZ I 1T 5 AR IZ LK : 99.3%

(PR YENR 2 2.8%), T3 : 95.1% (FH I HE(R 2=
2.6%) & 72 o7 KK (0.01 mg kg™) 225 i@ (0.05
mg kgh) F CIRMEE DB L B EIRO LS 370
<, FRTORBHCOWTRAFRENLE AR BN, 6
H @ Inter-day RSD I, KT 5.4%, 1 T56% &
20, TAKOLEOSITIZEWNT, HEEBII/NS
WHDTH o7,

5 TEFOKNEFEN SFEHMEMEIZEZ 2HE

iz, HRPORER EOFRILEM O TIE, L
B OKSORETLY, SFEfIHMRMNEML, +
BRI OBEIENZEL L TLE I FHNHRE ST

W5 B, FHITOKRETFT 4 77 AT L LTHL LA
BRC, BEATEOMHDELZ RERILT 28 & bR

T2 9, BRI KA ITHHROK T 2 5] & &
Y, FIT, SRR LEOTIEICOHNTEH, W&
LT D EBOKYEREN R D, o ihHE
FERG LD 0 E AT, B IS AR KERINL,
KOGHEEDRERD TEAER LI, 2o HEITHL
THMEIGRER 21TV, [BUERE RO 72555 % Fig. 4
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Fig. 4 Effect of soil moisture on SFE for
isotianil-spiked soil

\ R LT, K EH R 13%0 1%, B L7 RiED
TETH D, KOEARE 13~50%DKETIE, HiEH
WCHERB LicA VT 7 =zxt LT, [BIED 90% L 1
LY, oS ERE LTS, —FF, 50%
AT RS EAREICBOTIL, MHDROETRR
SN, ZOHBEOMAIKSE R EIL 50%EE TH
D, BRRERICEEST 2 LE T, 50%%8x 252
L nEEZ bND, ROMIETIE, REH2EER
WA AR I RE T 2 BICRiR A %A b TR
FT50T, HHAERTOKRIEEPMETL, ki
EENDRSPHHRICEZ D FEBELETIE T
HEEZLND, UEDZ MG, KoMk, 11
NHARBRET CARYZERTHED L) RREIZRY
T, WHARTHDLEEZEZLND,

T & O
FHICENBE SN EEA YT T =20 T,
SFE Z JHVN 72 T3 R OV ZOK R Y 3% R 3 D Sy T E 4 e S
L7z ZHKIZHOWTIE, ZELRFEDOHLD SFEIZ LY
Ty A G B2, RS IR 4y Al %)
BNGEONI T2, FZT, TET A 774 THEMD
BB T 7ok R, B2 gICH LCHEBEAXY ) —L
05mL ZIRMT D Lk, o ENES
Mo, FESL U=k X 0 eI GRER 21T - 7= 5
R, BHEREIMEON, 612, ZoofrikiitE
FoKRGEREIITHEINT, BEFRED B K

WRROFHH O BN TH o RENERF LT,

AL, MRV B8, FRRFSFED 74%
tml, BRERSZHBNAET D EETHL, 20t

39

BIZEB\WTC, SFEIZ LV BAFtifRERN G o2
EnD, o EERICBONTY, ROWEIZHICHE
RAHEETHL EEXBND, F7z, SFE (THhHIFRERHA
30min TH D RHSH N ARETH Y, £, Mz =
lbRFEA DD, AREEOFERPD2L, B
BE~0Af b7, S50, BERAEEEZ AW
DHIHRY v 7 AL —Hi e E L LT, #EL
HThd, 5%, 4 YFT7 =R, AEESENS
BN, MEEBLCHEMAIN D EES, HERED
RKERBEPHFHARIND Z EAHESN D, A0,
BgE L7 odrikik, T oFBlEEick LT, Ml
StEEREELT 2 Z LIk @S RESHIEE LTl
MAEnNsiEEEZELTEBY, BIEMORER MR
RFHRIRBAFICH L TRELSHETH DO EHRES
o,
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5) HILIC-MS/MS [C&BEFEF T RS —k, TR R2—RURKBEY

DIEDRS
HE R I A
2 5

BREEA 7Y AR — F RO AR R — ML, ERNRBENZL <, AFDRRES
120, BEF~DIRANZR SIZ K 2 FHFHERLVEETH DL, ZNHOF
- FERIR O T2, JRIKYE %2 g1
P—=b, FABRTF—FRORERLORH TH D AMPA, MPPA |33 IR
PED N2, SITEITEME B E 2 LB e+ 5, 22T, Al @t iks

Wz 5y Al HEZe HILIC-MS/IMS Z Wb Z 22 kb,

(T % JiiEEBERE Lz,

EME -

EETDUERDH LN, 7 UK

D DSy % i S R

X—J—F: HURY— bk, FIRSHR—F, ANPA, MPPA, HILIC-MS/MS

ZL®IZ
EGEU LTI BHRBREAZ Y R — N RT LR Y
F— M, FEBIRMERREAIE LT, AP TASHEHE
NCWD, —FAEMED D ZAFAMEICK L TEWBIBR
PR AZRTZ NS, BRIV T 198040 b AT
IR LTE R, EENEL, ATPRIRNES a7
B, BRI L 2 FHSFERE R T L e o
oo THEOEME - FEIRAERNCB T D EILKEG RO
eolcld, REZREICHET 2 LERSH Y, RHRYE

ZRHIZEN  ERTDHIEDTELHENRRDLILD,

T Y ARY— RO TNVARTF— MIEDERNCRE
FITBWT, EhE R FEaminomethylphosphonic acid
(AMPA) }z TU'3-methylphosphinicopropionic acid(MPPA) %
BT D, 7V AR — FROT AR F— MIRED D
G, O TEBETH LD, FEMREEZHNTIC
GC/IMSTHIH T2 Z LRI TH Y, HPLCIZE N TH

BAf 72 € — 7 HECHR R E 23 S S s < v, 20720,

RS DSHERE, FHEEL L Z%IcGCHIeLeYY
CRET 5 I ESR, LCTHEEL 7= %%ICHERILT 28 A
BT BIESORHE SN T WD, TS DONFEITIEME
AR A LB L L, SHTEEICFMAET 52 &0 0
WHNZ W R A ELS Z LR TH 2.

40

iz, EBELEWESBET S HIEE LT, Bk
HiffZ7a~ 777 40— (HILIC) AW HERS
B8 i, B m~ F 5 7 4 —D—FETH Y,
K EFREIRIEDORBRK S, Th X0 mirEo EEHEE2
AW258e— RCh o, B n~ N7 77 =12
KRB HEE A BIRICHND Z L 23%<, Bk
PEDALE O HFIIE Z OFEPERICERET, o cE i
WL ORBH T2, HILICKK, BEMENKZTHY, &
Wit DAY b IER, EERFEETH D, T OHILICD
BHEEZHAVWDZLicky, mEEEmTcH L7 Y R
— NEERFL, BFREY BB Z L5
ZAbivsd,

ZZTHE, BBRICERT LU R — N, T
B F— F RO S ORI % G5 BB o9 5
FiEOMEEZ B E LT, HILIC 2V, &b12ks
Wy D FEARNYE DS E VY LCIMSIMS % fF FH -+ % 5 515 %
A L7z, RBRFEE, ARk Z#EE L TOEER DR
INENNGRERIC L 0 T o7z, BiZ, EEICZ Y AY—h
KNI NVR T — MRy & D RS & gk I
R SERBEER L, 25 % HILIC-MS/MS %
AWT, EBEZITHIZLICED, ERB~OEHMED
R ZIT > T2,



o O
HO—||:|>—CH2NHCH2COOH HO—I!—CHzNHz
OH (l)H
Glyphosate AMPA
O
H3C—||:||>—CH2CH2?HCOOH H3C—||'-|>—CH2CHZCOOH
OH NH, OH
Glufosinate MPPA

Fig. 1 Chemical structure of glyphosate,
glufosinate, AMPA and MPPA

ERAE

1 BEROFH

7'V =¥ — 1 (glyphosate, Sigma-Aldrich, St Louis,
MO) , Z vk x— bk (glufosinate ammonium, Wako
Osaka,
AMPA(aminomethylphosphonic acid, Wako Pure Chemical
Industries) & UY MPPA (3-methylphosphinicopropionic acid,
Sigma-Aldrich) (X7 KZRWTEML, TNTIVUE
WU 1000 mg 0t A AL L7, & HICHE, AEKIC
FO AR TEEERK & Lz,

Pure  Chemical Industries, Japan )

2 HHEORAR

BOBF S i (B, 4H, ALY Va—X,
E—, IXTAUF—F—) ITEREEL LT 20mg L
EEELLTI00mg LtERB LIS ARY— 1,
TR T F— K, AMPA J O MPPA HE % §IRTR & 1L
FOEML, BINEGRER AR E LT,

F7, VRV — b EORTNVER R —NEkS ET
LREIEMANTHD Y AR — AU U AEER (T
Y R7 v~ v Anm— K, glyphosate-potassium
48.0%, NISSAN CHEMICAL INDUSTRIES, LTD., Tokyo,
Japan) MOV Z VAR v — MIRAl (N R ZHRA
glufosinate 18.5%, Bayer CropScience AG, Monheim,
Germany) % BIAREHCEIIL, FEBICEEZRAS
B, RIEHA 1% E6T2ERE (IR —FHY
T A 0.48% &% N7 VAR v r— | 0.185%) A ERR L7,
T E ERB~O S AT A A ER B R L LT,

7 —

3 HILIC-MS/MS & Rt Ea s R an s
LC/MS/MS Il iE BRI R DR )7 15 % Fig. 2 1R
L7e 2 CHRBLUZ30E 1 me 27K 8EKIC K v, #nmE
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Sample 1 mL

*make up to 1,000 — 10,000 times of
the volume with distilled water

-filtrate by 0.45 p m filter

*put into polypropylene plastic vial
LC/MS/MS

Fig. 2 Treatments of drink samples for
HILIC-MS/MS analysis.

IR AR T 1,000 £, 2Rk~ o i P RUR T R
BHE 10,000 fEAR L7z, ZhaKR7 14— (GL
s~ b5 4 A7 25A, 0.45 um, GL Sciences, Tokyo,
Japan) ZHWTABL, AU e L ®Ag T

(polypropylene plastic, screw-top vial, 300 uf, waters,
MA) (ZFHE L7=H D% HILIC-MS/MS Il & F sl Bz
e Lz,

4 HILIG-MS/MS :BIE &4

LC i%, Waters 15 Waters2795, MS/MS % Waters £t
# Quattro Premier Zffl L7z, s 7 &0, Ak
REA RO MEA F o REREEZLEAKALE
Merck t1: (Darmstadt, Germany) #! ZIC-pHILIC (&
150 mm, AN 4.6 mm, R F£8 5 pum) &Mz, 3k
HEARIT 10 0, 77 MREIX40CE L, BEHHIZ 0.2%
¥Mg-7+ b=k U/ (80:20), %05 me mint &
Lic, A4 fbiz=v 7 ha A7 L— (ESI) TIT\,
selected reaction monitoring (SRM) HITEIZ LV E&E L
oo ¥¥ VTV —FEFIT 3/ -25 kv, Y—RREX
120 C, 7Y _— 3 VIREEIL 350 C, 7Y _—
Ta A A(NYWRENE 1,000 ¢ h?, a—2H R
100 ¢ WHZRRE LTz, 72ds, Mmfid, MEASINEoEE
BHEFEHLTY M w7 2 —BIE MR & IV THERR
L7z,



Table1 Chromatographic and MRM method parameters for glyphosate, glufosinate, AMPA and MPPA

Compound ¥, lon Quantification Cone, CE", Confirmatory Cone, CEY,
min  type transition \Y eV transition \Y eV
glyphosate 2.5 [M-H] 167.86—-149.74 25 10  167.86— 62.07 25 25
glufosinate 4.1 [M+H]+ 181.87—135.73 25 10 181.87— 55.69 25 25
AMPA 2.9 [M+H]+ 111.77— 30.14 15 15 111.77— 64.59 20 30
MPPA 2.7 [M+H]+ 152.96— 78.83 15 20 152.96—134.29 15 10

“Retention time, “collision energy

BERUER

1 AIEEH
HILIC (Z28\W\WTiX, BEIHO —EAFEEFH & L CTHbe
L, [ EH KN B A ST S hu % 19, HILIC
R D BRI O EEE, = OBUKMEORE L BE)
e DB TONERIZZFHEAERIC L > TEAIND,
FDID, FHEED, BEIFEN MG IS KMEICKE
SHFELTCLEI D, BT LOFHBRA+5TH
STeGE, REFRHOEBCHBEMEOK TS L 5] X &
Z9, 2O Enh, BEHICOWTIE, BEHMER
MW—ET, BT L2+ EIELZENTED
AV T TF V&M ERGWE, £7-, LCIMSIMS 4
REICB T, SEERER LI mg M2 7 —a
=7 v a X DERE MSERICEAL, A A bt
RS USSR, Table L IR+ i & 7o o7,

opth 7Y s — bk, ZRYF— b, AMPA KO}
MPPA DREFMRIZOWTIE, ~ Y v 7 2 —BiEUER
HAEMNDZ LI2X Y 0.01~1 mg 1 GBI 10
~1000 mg €Y O#PH TR REMRME (R2>0.999) 73
Boniz, AEETORECI VBN e~ S
T L% Fig. 3IZR”LTc, W7 2A VAL EICERT
LZBAKRVa—tb—, BEEXZRICEAT H4H, B
HRBTHLI AL PV a—RTBNWTY, BIFRY
a7 AW 57, Signal to noise ratio (S/N)2> &
R 72 HBR S (LOD, S/IN =3) K& OVE f RS (LOQ, SIN
=10) % Table 2 (Z/R L7z, BRHIRSIE, 7 U R — | .
0.24~0.42mg ¢, 7L % — b :0.06~0.08 mg %,
AMPA : 0.62~0.94 mg ¢, MPPA : 0.09~0.14 mg ¢* &
ot ERERFIL, 7V AY—F:0.81~1.39 mg 07
Z ARy F— b 10.20~0.27mg 0!, AMPA : 2.06~3.14
mg 01, MPPA : 0.32~0.47 mg Lt & 7p o=, BEEL L
THBICHBE L TWD 7 U Y — F R RTR Y F—
N RLANE, BAIRICA S & LT 10% A G4 ST
. THNMRFHEIZLY, bR (0.5 me fRE)
FEHCEE (500 me) IZIRA L7286, SRBHHICE £
% EIRRR Y ORI, B 100 mg CHIREEIC AR D, E T,
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TV R — NROT IR R — b OPEESE & (LDsy)
i, =7 AICH LT, FAFN 11,300 K416 mg ¢*
EENTVD O, KSETIE, SHICINbORE
D 100 53 D L A+HFICHEFRETH S8, ZEICE
RN L= F M Fs 2 T, MEICEASHh
FFEMEFEICR L CH, RREREHEITH Z &R AT
s, £, Z7IFY—FMEROT VAT FX—bDEDL
DORITIZONT S, R#WE LRERETH D
DT, LY IEMRFERTEHAPITZ DD EEZLND,

2 FMEYEERKER

MS Zfricis i, MERBPIcZEO~ Y ¥
I ARG L, AT UVLOBETA AT T Ly g
VAL UN AR N E~ N v T AR E
JlEEo L, ERMEICHEL 5252 03H 5 D,
HILIC-MS/MS 28\ T, Z kT x— MIH 10%
DAF N AA N, T YR — K KT AMPA
IR B%DA F T Ly a BRI, 2T,
RELOEREIZOWTIE, ENENOMEMEE D SR
LT~ MY v A<y FIEHRERERE AW TITo 72,
T YE S RIN B GRBR S B % Table 2 1278 U7z, HSANiE B
IR L LT 20 KOVEHRE L LT 100 mg ¢t o> 2
BEEIC XY, RITEEKL 6 Bl CHEME L7z, 20 mg ¢ RN
BT BEINERE S Y AP — b 1 96.9~106.7% (FH%S
EHE(FZE 2.4~6.0%), Z /AR F— bk : 95.1~103.7%
(FH T B 22 3.8~9.1%) , AMPA : 92.6~105.6% (fH
RIEYER 2 2.9~4.9%), MPPA : 97.3~102.6% (8%}
FEAEfRE 2.0~8.0%) & 72 -7z, 100 mg et HEINIC BT
BHEINERIE 7Y AP — k1 98.0~101.9% (FH X 12 #E (R
7% 1.5~3.8%), Z /AT r— b :96.1~103.6% (FHxt
YRS 1.8~8.9%), AMPA : 92.8~100.8% (FH %%
YfF7% 2.0~5.0%), MPPA : 945~107.2% (FHxTHEH#E
Rz 1.3~3.1%) &7eofz, TRTORERSFITEW
T, KEE 20mgeh) b EEE (100mget) £ T
IR DEFEVIZ L2 BEINEEOE® TR, T 3TD
AREHZOW TR R BIREN G L, BAREE H
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Fig. 3 Chromatograms obtained for extracts from green tea spiked with 100 mg L™ glyphosate(A),
glufosinate(B), AMPA(C), and MPPA(D) and green tea extracts(a), (b), (c), and (d).

WTHEZR L7- 6 HR o HIZH(100 mg ¢, n = 1)iT,
7Y HRY— b :35%, VAT R—k:7.7%, AMPA :
5.0%, MPPA :34%& 72V, AMEININHNIVHLDOT
ol

8 HILIC-MS/MS M SE5t# ~ o> i i 14 S8R
7Vt — b ROV AR R — bR ET D
BAE BRABI~RASE, ZORARBEZWETS
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T & T, EBRICEENPSBNRA LTS EE - Filg A
BRZEIT D HILIC-MS/IMS @ E7 kb~ FAME O fe R
AT o oo Z O ERBR~ O HRBRAE R % Table 3 121
Lo, RIRBAIZ 1% E8H LIoERE (F A3 — b
HYU T A 048% K NIV R — b 0.185%) (2% LT
BN R, 7Y RS — b :101%, Z R T F— b :96%
Ly, BERFERMSE O, RIREANY, BERE



Table 2 Performance of the analytical method for glyphosate, glufosinate, AMPA, and
MPPA in drinks

Recovery
Average LOD/ LOQ/
Concentration/ and RSD/ mg L™ mg L™
Compound Sample mg L™ % (n=6) (S/N=3)  (S/N=10)
glyphosate Green tea 20 102.3 3.9 0.42 1.39
100 1019 29
Milk 20 99.0 6.0 0.36 1.21
100 98.0 38
Orange juice 20 106.7 5.9 0.33 1.10
100 994 21
Coffee 20 96.9 24 0.24 0.81
100 982 1.7
Mineral water 20 975 34 0.29 0.97
100 994 15
glufosinate Green tea 20 103.7 4.3 0.06 0.20
100 99.1 7.2
Milk 20 95.1 8.1 0.06 0.21
100 96.1 6.1
Orange juice 20 975 9.1 0.07 0.23
100 103.6 8.9
Coffee 20 98.7 6.4 0.06 0.21
100 97.4 1.8
Mineral water 20 101.0 3.8 0.08 0.27
100 99.8 2.6
AMPA Green tea 20 101.1 34 0.62 2.06
100 100.8 5.0
Milk 20 926 2.9 0.68 2.28
100 99.8 3.1
Orange juice 20 105.6 4.9 0.68 2.25
100 928 45
Coffee 20 944 4.4 0.62 2.06
100 96.5 2.8
Mineral water 20 97.7 34 0.94 3.14
100 98.3 2.0
MPPA Green tea 20 1026 3.1 0.13 0.44
100 945 2.7
Milk 20 101.9 8.0 0.14 0.47
100 107.2 3.1
Orange juice 20 97.3 4.2 0.13 0.45
100 96.4 2.1
Coffee 20 102.1 2.0 0.09 0.32
100 99.4 1.3
Mineral water 20 101.1 35 0.11 0.38
100 96.2 1.5
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Table 3 Recoveries from tea samples which contaminated with an actual pesticide

Pesticide Tea sample Measurement
Active Concentration® / Concentration /  Recovery
Trade name ingredient mg L™ Substance  mg L™ (n =6) | %
Roundup Maxload glyphosate 3900 glyphosate 3940 +£104 101
AMPA — —
Basta glufosinate 1850 glufosinate 1770+ 95 96
MPPA — —

# The concentration of a sample which contains 1% an actual pesticide.
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LHEERRE Ul IRINEIGRER 21T o 1R8], I
TOREHZOWTRFRENSE LN, 61T, FEEE
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KEMbY DO~ ZFZ A4 N7V = kOnAfa~xThA4 T ) —=IZDO0WT,
Fh % O R RUERIE 2 A I L 72 LCIMSIMS (2 X 2% 8 5 Bl o Wik & Bt L=,
R Lol L 5, &V X2 Aoz eiHnaliRic s n e, B
WiRfERN G N, £, RSV TF, v, =U<X, V=7,

~ XA, Z I~ EE AW RINER

SERE BT,

AR (n=3) [ZBWTH, RifFeEIY
TR, KOWEL, KEWTDO~T A N7 ) —

IHTICB W CIERICE N 2@ O oEThH D Z ERH LN E o T2,

F—O—F  BYMRAEER, ¥THhA L T) =2,

—>, LC/MS/MS

IZL®IZ
I HA M7= (LUF MG EWvWo, ) X, &
i, BINEE O HIMEIENE (TN 34 RIEAEE E7REE 370
) BT, TERICEWT IRk L&nsi
WEORSTHIWME] L SNTVWHIARIMERTH
D, UEERTRENTWERRE UIT [ERE
EWVnI,) X, MG RO EORBEMI THLIr A v TH
A b7 U= (LLF TLMG] EW5, ) o4 L
LTW5b, £72, @ Y 2280 T, vFX¥2Ric
T 2GEICH > TiE, BERMITHEREAER (L,
T e s—h) Lo, ) &z A HE L 3
HERINEIZ L FEUEREOM EEITV, e s — o
B 0%, L2 RT 2 &L EnTWD,
INFET, YFT IR RIBICHE U RBRIE X T &
=R U =~ U SEUC K D HIEIC LD, K
EMh~F A NI = DBEBEEITo>TEER, &
07— N OBILERN 40%% TRIZGEDRH D720, Y
HARBIEORENLE L o7z,
ADR OMRATE T, BAEBREIC~F T2 HO T

st B AR A UL (R 4 Al it A b BOR AR
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A4a<v5h4 T

5705, LMG I ZHIHETE TNV BT D 2 & 03k
BENTHDE I, TESORE YD L HICCI8 I =
T R EDBAREE VB EFOIE), L OHE
DTIL, HRIE L RAROHE 21TV, BELEIC X 0I5
Wik & kr%E Lo, D EEMHO C18 LT SCX & v 2
BRGERH NS TN,

A, NS VDM EEZBEIL, =0T LKV
P u s — N EFEHE I MG B ONLMG O 43 Hr 23 il §E 7
S IITIEZRRE L, 159 e R B & A7z Y MG
MR E T2 2 A, ZYWFHMAT A FZ7 1408
HEEEWZTREREAG N, £, 272E (Fhx)
ZETe 6 AREZFEE L, SEPHIEIC X 0 iRInEY
R (n=3) 247-o72L 2 A, BUHRRBINENE LN
DTHET D,

EERFE
1 HE
1.1 1ZER
~THARNT V= L DRI (MRAISE T2 (0R))
oA a~xIh4 87U —r (WHIEETZERER))
1. 2 ZothoRE



AH ) —/b (Fneflisk TEERE) TR - PCB R
M, HPLC A) , 7& F= b UV (FYeMiZE T2EWE) 7%
I - PCB WBAA) , < AAM—KF¥ (Fiehid
TEEWE) RIEER) , VomAZE_F I TA Rk
TR MR , ToE=7Kk FOEHEET
¥R EERLHABRA) , BT MY v s (BEEEET
W) FER RGBT - PCB RBR ) |, MEKBREET b
U oA (Rt T3EmER) SRR , £ ofll, HPLC
A, FEfER L,

1. 3 EAE#ER

11 OF B EFFE%, A¥ ) — VTR L CEYE
iz ik, <704 F7 U —r L HBELOR
Aa~T 04 N7V —VEREEL,Imglé 72D X oI
TER=RFUATHUL, MG LMG IR S EHERK L L
7o £, T A4 M7 V=L 5EtE-ds KO e A
a<wITHA MY =2 -dg iZHOWTHRARIZHEEL, N
HAZAERIE & L7z,

1. 4 VIV ) UBEEER (pH3.0)

WL : 7= B 6309 280, KEMZ TENML,
1,000 mo & L7z,

W2 VBT NU T A25gFEY, KEMZ
TN L, 1,000me s L7,

B LRICE 2 & I 2 CHRAN, pH % 3.0 ICFR%E L7z,

=100

I

2 HH

MG KON LMG Z & £\ 2 & 2R LG U 5,
FBREXUTX, Y~A, =V, V=TV, &L
LA V< ORI R E 7 — K7 et v —CTHibl
LiebDa~ Y v 2R E Le, £, Yk
BE5.0g9122nglg & 725 K 512 MG-LMG IR G HEVEIR
WML, B L T30 oEE Lz b o & EnmEIE
BRAHFEEE LTz,

3 LC/MS/MS fil%E &4

B a~ 25 7 Waters #1854 Waters2795

X T WV By T E - Waters £E#L Quattro Premier

S3HT 717 A : Shiseido #1# CAPCELL PAK C18 MGII
(3.0 mm X 100 mm, 3.0 um)

LC/MSIMS DJITE fF133 1 ROV 2 12R Lz,

B, E®iX, ~ bV v 7 2 -BHRERIZE VTS,

HBRRUEE
1 SWEHOEE
MG DBHHEICE T2 2 E TOHRED 5 b, /INE 5
DIFIE N, BAREERIC X DB & D EEME A T AT X
LREMEH L, oIk raite s HiE

Thv, YaFf—haEbT L bARNERELNLS
FETHD, BATNICBWT, HUrSa2REte L, 4
GBI X DBINEINRBR T oo 25, Wi LR
HORINEIE O (£3) .

Fio, FOB, I=07 L EREOMBRE 5 FA4
WL, NV v 7 2ABEREFHVWTEREZITo T2
L2 A, LMG DOEIERN 120% % B2 726 OO B3
EIREAR G LN (F3I) .

&1 LC/MS/MSAITE & #

LC &4
¥ e A=7K
B=7Er= M)
C=500mM BEFELTVE-"A
RE 0.20m2/min
HhSLEBEE 40°C
FAE 102
I 5E B R 40min
MS/MS &
1te A%k ESI (+/-RIFFELAA)
e’ I)-BE 3.0kV (-2.5kV)
J-ARE 120°C
TN -VaviR E 350°C
-V ARE 500/hr
T YW =vavh ARE 1, 0000/hr
A EE-F MRM

®2 LCIH/SOTY hESR

PR A (%) B (%) C (%) Flow

(min) (ml/min)
0 88 10 2 0.2
20 0 100 0 0.2
30 0 100 0 0.2

30.01 88 10 2 0.3
40 88 10 2 0.3

K3 SZHJLBHMBOEEMBLER

=07 LA

=0T AR

(e e HR AR ) (FM) v Ak BE#)

[F]4 =< (%) RSD(%) [F]U = (%) RSD(%)
MG 98.7 3.9 100.8 35
LMG 8238 7.3 128.2 6.4

INHORERIY, SELOFEEZIGAL, 2=
TAZEDEREBKET D LT, LYEER MG 4y
PHEDHETE D B2, HGEHEEORGF 21T 72,

NV B D J7 1 N, BREF10g 107 T R - ) L i i
i (pH3.0) Z 4meL 7 & h=hKVU/L% 10 meisin L
FRICKREDFTA AL TS, £2TC, UFrXiE»



b MG KN LMG 3 L <Hiti 35729, 3B D HEL
BEERELFELS50g &L, 7B U U BRREREIR
(pH3.0) W% E T & k= kU IVRMBICZENTN
RETFA XL, HHBOERET® F=F U LTI
Sl A EYFFREI ORI, MG XU LMG
EHICRIFTHo (£ 4)
LRROFET, VT VRO~ F A REE AW TR
MENRBR A ToTe e 2 A, R4 DLBY T UT
X LMG 28, =& A TiE MG XU LMG O 5 D [A]IY 2
2B 70%% Flalo7e, ZOEBE LT, MHKOER%
TERF=HNUILTITH Z EITED MG DETLK T LMG
DRfRENE 2 B, £ 2T, MHRO ERRE %
T h=hU:T7rxa=7k (9:1) RETITo=L
A, RIFRBIENGELN-Z0OT, 72 h=FV L
TUoE=TAK (91) RBIRICTERZITOZ L L LT,
INLORFORE, K 1 IR ToE CLTF®RE
IHTEN D, ) R LTz,
B, BB~ N v/ A -EREREANDZ &
E L7,

x4 ERBEOBRAER
(1) Fo+rFEH

R _ TEb=Mb
v EPERYY park (9 R
[FIULE (%) RSD(%) [T (%)  RSD(%)
MG 99.8 0.6 82.3 4.1
LMG 99.3 4.3 82.0 6.4
() LT TRY
e o TEh=M ;
v CPERUY ek (9) i
L (%) RSD(%) [l (%) RSD(%)
MG 90.2 8.1 91.2 13.7
LMG 60.8 15.3 82.7 2.4
(3) <A HH
g _ TER= M -
vy L Eh=RU TrEsTAk (9:D) IR
[EIUCE (%) RSD(%) [HlZE (%) RSD(%)
MG 64.7 14.4 83.7 4.5
LMG 66.7 20.8 83.2 3.3

* EURFE®) I n=3 DFYE
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H 5. 0g
DT U - ) UEEEE R (PH3.0) 4 me
REDFHFARX
Tr=kJJL 10 me
RESFHFAX
BiEFrYDL 1 g
&ES 1min
KRBT AV L 4 g
&ES 1min
=4 B 3,000rpm 5min
A 30min -20°C

TErZRYILE

FEr=ZbFJJL: TUoEZTK (9:1)
ThH0ml IZER

LC/MS/MS

1 HEREZIHIO—

2 EVFFERAME LR LMETMAR
BRDHHEICONT, UG A BT A ik
DL EEWFERBR AT - 7. U FFRE &2 v,
SHTE 34, PHTEIE 2 BlOREZ 2 A MM L7,
ZTORER, R 5 IRTEBY, HE, WTHELDY
EWBEICOWT, HA FTA O BEEEZ w7
RERY, RONIEDOZUMENRFHR I NI,

xS FEVFFEMEZAV-ZLAMTMARER

PETRERE PR
B

SUE (%) Rop()  RSD(%)
MG 98.7 3.9 35
LMG 82.8 7.3 6.4

3 fhAafEENE AV RNEIRGER

EUTX, Vw7 VRN FAITIZ, F#HEx YT
X, <A, =V AROI A~z EREE LT,
BB RBRIEIC L2 BINEINGERER (n=3) &ML 7=,
TORR, X 6IWRTEREY, BEIR (HE) OF
BIERTA RTA L OBEMENERY, BAIAFZRFERN
Bohi,



®6 thAaBEBAHEFAVEAIMEURRERLER
MG LMG
Ak EY#E RSD  [ENY#E  RSD
(%) (%) (%) (%)
FhExvFX 972 1.3 810 134
Y A 98.7 39 82.8 7.3
=Uv R 106.2 33 83.8 8.0
J <t 91.2 3.2 70.8 0.8
s [A]I R Tn=3 DI
EXES)

KEMFO=ZFZ A N T )= kaAfa~vwThA
F Y=o, MELDFEESEICL, il
BOMMBEL AN, HREO~ MY v 7 2 —E&E
MU X2 Rk aERR LT,

ROHEIZHOWT, {EYFF 2 A7z 2 Y YEFEm
BRAEEmLIZEZA, BERERNEGLNT,

Flo, Vw7V, wHA, BREETUFX, TR,
=VS R, RO AT EZ AW ASHIEICE DR
MEGERER (n=3) IZBW\WTH, RIAFRBIENISE LN
77
BLEIZX Y, ROk, KEOYPO~T 04 N7
U=V tricBnTaES Rl G RE stk chds &5
z b,
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X #
MBEiPDO~T DA N7V — 2 ORBIEIZOVWT
JEA G4 R 3R L R R R R S L R SRR
18 % 7 A 3 H AT S5k,

(5, WIS OHKEED —H 2k ET D5
DNWT EAGEEEESLRRELZEHEEN
SRk 18 47 11 A 30 H R %R S 1130001 7.
3) KAgflF, REE T, THEET, HSHEAN, B4R :
BRI R B v ¥ — A, 28, 101-102 (2010) .
THEELT, HHEN, HBH, BAR  EHIRE
Rttt v ¥ —FE, 29, 50-53 (2011) .
5) /NIEEIE, MAES, ExBE—  AARSELES
BFINHEHSEEE

1)

4)



7) BEDNBEBEEBNAEERO—FHFEORE

=7

PEEY NI (FF I

{8 R 5 i HWAER A R 54

=
=

Bk D 7 B B R B L — A AT IE OB % & B

ELT, ST LILEKED (W) PR E M ERS —F ot

e b ol WERBRIEZMER L, SEABRIEICZ SN T,
A BT A NZFES LSBT ERIC & 5 2 S et ilaliR 217 - 7o,

B A

il Ui Ok, B HESK LS

LIz

YA CIEINE T, SKEYTOREEY A EIRL
—HEOWEZRRE D, KR YL (BLFIMEREI & 0D ,),
RERBRBEDO RS - ZOHEESRENCHE S SKEY O H
TRl ML ERA, KORSEHAEEICE S NERAE
B LTE T,

L2 L2 A BAERIEE, SEW OB K O/KEY D
REHERREE LI oHETH Y, AEEEEZ AW
a3 T » CTW o 72,

Z T, PERIEIC XD, ORISR EN I E K
155 BRATIT DUV T, B O i K OV IR 2 - L 72 0
EUNGERER (n=3) Z2A1T\, [EUCEEOFEEIHEE g L7,
ZORER,  TRMAPICERET 2RIEEICHET 2WEBRE
DFYHEFMAA KT A2 D (LT THA KT A 2]
LW, ) TERINDIEE 70%~120%DHEHFANICH
DRSNS, ATIE 138 A Th o772, HFiETIX
L8 R LA L W b 7ehoTz,

Oz END, BEWONKE (TR Zoirxig s
L7clt, WEREOUBNMLETHD 52, WKRE
DB, KEER MY 2RS¥ 5 BT
KEREET MY U LA IRINT 5 W REBRIELER LT,

ot B1REA LA FERE Hik 50 (e FRE AR M BORE AR

S/

£y

4 2
I

155 AR, FRIFIRGOR C I3 MEA N
FEIE 40 ng/g T 129 %47, 10 ng/g T 123 557, IKATI&FUEL Tl 40 ng/g T 126
B4y, 10ng/g TI121 3 TH Y, BARBR/IGE LN,

F—T—F: BYREES,

50

BEMAEE, LC/MS/MS

ZOHERBIEIZONWT, B HERMLE 155 Ry
X, BT ORI R 2 WA R oA
VNCHEES S YT MAREIT o2 2 A, Bk

BRELNT-OTHRET S,
EEBRAE
1 ®E
1. 1 BER

RN IS 3R R OV Y 1 FAG BB L W 7 A AT Y
(£ 3 R TEAERELS) X, ALK MmN
BB LS ERR, MRS T3 @)%, Dr.Ehrenstorfer
#1484, Riedel-de Haen #1:%!, Sigma t:H&fiH L7z,

1. 2 ZOHORAE

AL )= (FOEHISETIEWE) , 7R B3 - PCB R
B, HPLC i), 7 b=k U v (Fadefli S8 T2 (k)
PREEREIE - PCB RBRA) , HOKREEES N U A (Fn
JEHIBETE(RR) , FRRR3E - PCB B A) , Zoofh
DOFRIIL HPLC A £ 72138268 LT,

1. 3 EEEER

£33 OXEMNLUESRYOEEREZHEL, 24/
—J, 7Ly, TEF=FI L (T ATF LA
XU, KEEZRM CEMEE, BELEZLOWIH
WRIR AR HERR (FnYe i TR R PL-1-3 X Y PL-2-1)
ZINZ, 200 pg/t OIREGIEAER 2RI L T-,



2 # #H

2. 1 HEAEH#

SRR R OB A ERBENEG TR & AR
L 7= 5B N O Fg 2, 7— 7 etk v —CHy)
L, ABRAHREE L,

2. 2 HmEYREER AR

2. 1 CERLEZRES0 g GEER) KUN10.0 g
(WERIEHA) % 100 mepp HILEIZ LV, 40ng/g L 725
LD ICIRAERREARML, BRI L b o zEnE
IERBR AR E LTz,

2. 3 ZILMTFMEAEBRAGH

2. 1 CIERR L7=#%E5.0 g & 100 mepp ImILEIC &
D, 10ng/g KX 40 nglg & 725 X 5 IR AIEMEAIR & 1R
ML, BF L7 0% YRGB AR & Lz,

3 LC/MS/NMS BIE & &
IR 7 v~ N7 7 : Waters {18 Waters2795
&7 NVE BT E - Waters £1% Quattro Premier
ST Z 2 0 Waters #E8 Symmetry Shield

(4.6 mmx50 mm,3.5 pm)
LC/MS/MS ORIESRIMFIL, A PO LB,
7P, BEEY N v A —BRRERE AW,

BRRUER
1 REEOHB
HIEWONNE IFI) Zofrxtg & Licha, ek
D OfH S D KB EREMEDOPHENEZ LNDD
T, TNOLOKMEMERET D20, WERETIIER
L CWRWIEKGREE T b U D A 2 BB R I o5
L& EL, TRITATHM (I =0frxigs L
REBROTE (LUF THRIE) v, ) &ER LT,
- WRE
ABL5.0glz, 7=V 30meL, TELI=FY
VBRI n -~F Y 20 me K OMEKfREE T Y 7 A 10 g
EMZ, RETFA A LTt%, 10 0B LIRS 5 L,
4y 3,000 BlHET 5 srfEiE DL, 78 b=V LE
Z 510> 100mepp HILFIZ/HET 2, £72, n-~FH
JE& % 50 mepp HILEFIZHEL, 7E =MV /L 2ml %
Mz, <R L7, 5 3,000 ElET 5 4rfElEE 05y
L, T br=FUAEEEOTE F= U VE LG
D, &5, BHIC, AX /=LK (9:1) Rk
20 m¢ KOAZ 7 —/v 0k (9: 1) IRHREFI~F 4
20me AN A, RERIC 10 I L <R & 5 %, 43 3,000
[HERC 5 /hEOmEEL, AX /7 —n kK (9:1) @
EREOT7TE M= MIVBEE D, HiEEbDE, H
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FAr—RTABL, ZDOAH% 200mt T AT 5 2
Y, n-7 e =L 10mt Zz, 40CLLFT
e, v BRI T CTHEELRET D, EEBBICT &
f=bhU: AZ =K (3:2:5) {RIKT S50 me
AAT T AAZPN T Zx, S0me IZER LTz b D& Hhi
Bed 5, ZOMKE SmeRY, A¥ /7 —105ml
wMz, KRZ7 42— (GLZ < M7 4 A7 25N
0.45 pm, GL Sciences #!) ZHWVWTABLZL D%
LC/MS/MS JIE BT E 3%, (K1)

B, MEMRIT, v N v 7 AFEH S DR 5 me
2, R OIRA R HEE R (0.1 ng/mE, 0.5 ng/me, 1 ng/m¢,
5 ng/mf, 10 ng/m¢, 40 ng/mf, 200 ng/m¢) 0.5 me Z
z, FRICABLIZbDE~ MY v 7 2A—KREHRA
MBI LT 5, (BREHIREEL LT 0.01 ngmt, 0.05
ng/m&, 0.1 ng/m¢, 0.5 ng/m¢, 1 ng/m¢, 4 ng/m¢, 20 ng/m¢e)

2 RANESEH (B ZAVEREREREEREOLER
PN L R ITIE 2 AV, INEIGRER G5 ahih
FERLEITE 3ITRT 155 64y, n=3) IC KA %Rk
ERERIED B H AT 5 T2,

MBI 2 ET 5 1chi-> T, ofxtgs 4
LB CTH D72, AEHE IR O F & R I
Ko TEMWAEIEL RS BT 5N E 2 b
oo ZITT, BRSO EMRT D720, iR
NEGERER I AV 2 B A RS 1SS R 2 RN L,
0, 0.5, 2, 6, 12, 24 BB ICHBZITV, Z0
EINRZHER LTZ & 25, 147 By T REEA) 22 B IR 0
TALRFRD SN2 7228, X 2 1285 8 alisrid,
W% 30 43 C, BUIRT &30 [BIULERD 60%LL T & 72
0, LARERRIRERIZ B S 28 3 D I A A BTz,
ZOZEND, HiERABOGE L, BEELZTRNEIZ
FCEM L0, EbICHHERBTAZ L L
776

bz La2EEx, UMEIGRERZ SEM L, [BIIY
ROVHEN LM A R T4 ICB T EEDH
T 70%~120%DFPHIC I D A i L= & 2 5,
BT CIXde Bk 132 Ay, TERIE 118 sy, WRATHE
TIXeR BIE 131 Bsy, PERYE 120 By & 720, skt
EHWBEOFN, WERELYEENSEEMEICEST
DAY AN L 7,

3 EAKEEEST MUY LDFRMEDRE

WIS BIEIC BT 2 KR T Y O AOEIMED
BEt &1t 7,

BN ITBITER R 2 Vv, £ 3 ISR TEW R ESE
M 155 R ExGE L, SRIEOMBERIIEHT 2



MAMEET Y U AOTRMEEZFNZEN0g, 10g,20g,
30g & LCHRMEIGRER (n=1) % LKz {T-o7
LA, IS5 DI, R LICHEITD 14 iy, &
KEREET R U T AZRIMLA2WES (0g) IZEIXERN
KTFL, 10 g UEOHRMNETITZORLRIZKE 2%
RN RS oT-, TOZ NG, AT
N 7 ADORINEE 10g & LT,

4 HAFSAUICEDI YT MAR

WERIEDTA BT A N HS < Y PR R %,
F 3R TEMWAHIERRE 155 KooV, BT
K ORI 2 B O S0 L 72,

RERT N 3 4, OMTEIER 2 BT 2 AROS D
NEBRTITV, BE, MTRE, ERRBELZROE
R, £2, RIKVFKL (K3 LFEED) IRTEBY,
RAFRFE R S, BB L OB IFIREEHZ D\,
ROHEOZ L ERFER S,

FED
LPT TR LB EM O NS 2 AR & LTk
HEW A ER S —F otk ERIE) &b Lo, HE
Yool OiFlis) 08k oo 7% B Bh 4 i 12 38 i — 5 o AT i

## 5.0g

e HR

TERZMIL 30m]
TEhZMAEAFD n-A%HY 20m|
HKBREETH)IL 10g

(KR ZBE L, WREL R OKO L
W HRMENGRER (et S B HE L% 155
FRAY) IR D RERIE L LR, BEO BEHEIC
HET 2O MARD b,

IHI, HBIEICSOWT, HA RTA4 IS H,
I MIVEBRIZ & D R 21T o728 2 A, H
B Lib ok, BAIESER 155 iaoh, B
JN R C IR HE BN R B 40 ng/g T 129 47, 10 ng/g
T 123 &4y, RIFNE R T i 40 ng/g T 126 &4Y, 10 ng/g
TRAIKSTHY, BIGRERNELNT,

IO Enb, SRR LESTIEICLY, B
T OV T Mk Hh 8l 47 Y 126 356 5 D )Vt — 75 40 AT 3 RTTRE 72 Ak
SEBIEML, RBRORDLZEL LR D RERH O
HILIZTHFETED2bDEE X HND,

X @k
1) fIABER, mEAeRT, Bk I, REEET.
IR R BERL P S0 AT, 35, 39-44 (2005) .
2) FIEL, f&SZE5, FREFH: REAR RAEER SR Y
FZEATER, 39, 21-25(2009).
3) BEAGEE JBAGHE EERELBELL SRS
H, BRI 124F 15, ¥ 22412 H 24 A.

BLLCIRE S 10min, F=D 2B 3. 000rpm 5min

~EHUE

| TErZFUILE ||

I
%RiE

TERZMIL 2m]
BJURES

=045t 3,000rpm 5min
I

2=k (9:1) Bk 20ml
27-p:k (9:1) JREEIFD n-A¥HY 20ml

BLLCIRE S 10min, &4 8 3,000rpm 5min
]

AB/7—)Lik (9:1) B

| | ma

XY B ” FEr=RYILE | |
1

| mwmzse s5z20—rcom

n=72"an" /- 10ml A0,
TERZMN 24702 K (3:2:5) B®RT50ml [CER

| LC/NS/NS SHER &

J0OCLITTRME PHRIMRTTEE

& Sml 4 EL, A5/-1 0.5 ml A, 0.45um3EKRINI-T A8

B 1 HBREZ70—



IR —4—2-Acethylamino-5-
100# Nitrothiazol
——Zeranol
90 !.r
80 4 —<Triclabendazole
70 4
60 - —+—Fenobucarb
50 - *
—o—Flamprop Methyl
40 + —
20 - _\ — Propxur
20 ""E\ I —4 Benzocaine
10 +—u
0 - — : : —— Nitrofurazone
0 5 10 15 20 BB
2 EFFEEBICEERNZOBHMNEL
®1 EKBES M) OLAMBOKRAFER
FKRBREETLIDLHFN=E
BYAEESR S d =
Og 10g 20g 30g
Albendazole 551 995 991 98.3
Oxacillin 53.7 88.8 97.3 83.6
Cloxacillin 41.5 85.3 829 78.7
Ketoprofen 66.3 944 954 90.7
Trenbolone 55.1 81.3 825 84.2
Sulfanitran 59.7 80.3 87.0 83.9
Tylosin 64.9 97.4 83.7 73.3
Phenoxymethylpenicillin 29.0 73.8 70.2 74.8
Flubendazol 43.4 1055 107.5 1059
Benzylpenicillin 521 85.3 89.7 85.7
Methylprednisolone 53.1 88.1 924 87.3
Meloxicam 594 109.0 103.2 103.3
Menbutone 40.6 96.2 901 88.2
Revamisole 523.9 73.0 73.9 17.7

KEBEFERE (%) GATERH=1)

*2 ZEYMFTMAROER
40ppb 10ppb i 5
THEA THA ISR
F5 T ik 129 123 121
JB AT figk 126 121 116

XBEFEERVEENESORIE (1558 D)
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%3

A PEREM AR R GURE - TR

IR EE 30k 40 ng/g IR EE « 30 10 ng/g
B R I
No Name s Db e SUE g ke o TR
%) RSD% RSD% %) RSD% RSD%

1 2-Acethylamino—5-Nitrothiazol 98.9 30 3.6 O 93.9 44 4.4 @) ©

2 Albendazole* 100.6 3.1 42 (@) 99.1 24 40 (@) ©

3 Albendazole Metabolite* 104.8 3.7 5.0 (@) 100.1 5.7 8.3 (@) ©

4 Azaperonex 103.1 28 4.4 O 103.6 53 8.4 (@) ©

5 Altrenogest* 83.0 7.7 7.7 @) 80.7 7.3 7.6 O ©

6 Amprolium* 125.6 46 23.0 131.9 6.1 12.8

7 Isoprothiolanex 94.8 24 40 O 99.4 3.9 5.2 (@) ©

8 Isometamidium*

9 Ivermectin¥ 100.2 6.1 6.1 (@) 103.8 5.6 14.8 (@) ©
10 Ethopabate 102.5 2.2 40 (@) 98.4 2.7 2.8 (@) ©
11 Eprinomectin Bla* 95.6 1.7 2.2 @) 100.0 75 75 O ©)
12 Epoxiconazol* 99.0 24 2.7 O 98.6 30 3.0 (@) ©
13 Emamectin Bla 97.4 14 3.1 (@) 97.6 3.6 3.6 (@) ©
14 8,9Z-Emamectin Blax 95.1 25 39 (@) 96.9 26 2.6 (@) ©
15 Erythromycin* 98.3 3.1 4.7 (@) 100.3 50 50 (@) ©
16 Enrofloxacin* 1123 3.7 3.7 (@) 130.2 10.6 20.2
17 Ciprofloxacin* 955 29 5.7 O 140.1 7.6 235
18 Oxacillin¥ 89.2 13.7 16.7 (@) 90.7 17.6 18.7 (@) ©
19 Oxabetrinil* 95.6 3.9 39 (@) 96.8 5.8 58 (@) ©
20 Oxytetracyclinex 285 42 13.9 49.1 50 145
21 Chlorotetracycline* 31.2 8.3 23.7 56.3 40 33.3
22 Tetracycline* 46.2 6.1 16.2 63.4 10.6 10.6
23 Oxibendazole* 103.0 3.6 5.6 (@) 99.0 6.4 8.6 (@) ©
24 Oxolinic Acid* 101.7 25 25 (@) 101.5 41 5.6 (@) ©
25 Ofloxacin* 119.0 6.1 19.7 (@) 1713 6.0 10.8
26 Olaquindox* 73.7 12.3 31.0 64.8 39.8 62.5
27 Orbifloxacin* 1173 49 12.2 (@) 119.2 3.0 12.2 (@) ©
28 Ormetoprim* 96.7 34 6.5 O 92.7 75 75 (@) ©
29 Oleandomycin* 105.0 53 54 O 98.0 41 5.2 (@) ©
30 Carazolol* 106.5 47 5.2 (@) 101.8 43 6.5 (@) ©
31 Carprofen* 95.0 28 46 O 93.0 9.1 9.1 (@) ©
32 Xylazine 102.7 43 6.3 (@) 941 8.2 8.9 (@) ©
33 Cloxacillin¥ 97.6 6.9 6.9 (@) 98.8 79 79 (@) ©
34 Cloquintcet Mexyl* 8.7 36.0 53.4 10.2 349 52.0
35 Closantel* 96.0 3.3 40 (@) 98.6 44 45 (@) ©
36 Clostebol* 63.0 3.7 5.1 69.3 6.1 10.1
37 Clopidol* 98.9 3.1 49 (@) 99.7 59 7.2 (@) ©
38 Clorslon 101.4 44 44 (@) 109.6 9.7 10.3 (@) ©
39 Chlorhexidine*

40 Chlormadinone* 70.0 55 7.2 74.3 6.8 7.4 (@)

41 Ketoprofen* 99.1 3.7 45 O 921 6.6 6.6 (@) ©
42 Trenbolone 97.4 28 39 (@) 100.8 5.3 6.4 (@) ©
43 Melengestrol Acetate 87.7 28 42 O 92.8 47 47 (@) ©
44 Sarafloxacin* 117.7 55 6.5 (@) 123.5 3.4 404

45 Diaveridine* 103.7 34 10.2 (@) 98.5 6.4 13.6 (@) ©
46 Diclazuril* 93.7 3.8 4.6 (@) 99.7 8.3 10.7 (@) ©
47 Dicyclanil* 98.0 8.4 10.1 (@) 1135 13.2 21.2 (@) ©
48 Dinitlmide* 104.0 71 11.5 (@) 93.0 11.8 16.3 (@) ©
49 Difloxacin* 113.2 4.1 49 (@) 114.7 49 49 (@) ©
50 Josamycink 825 28 34 O 79.6 25 50 (@) ©
51 Cyromazin¥ 102.8 45 10.4 O 81.8 58 230 (@) ©
52 Spiramycin* 924 12.1 124 (@) 131.8 6.2 28.1

53 Neospiramycin¥ 121.3 10.9 13.3

54 Sulfaethoxypyridazine* 99.7 58 58 O 102.0 46 5.3 (@) ©
55 Sulfaquinoxaline 101.4 3.1 3.1 O 96.8 6.6 6.8 (@) ©
56 Sulfachlorpyridazine 106.7 35 6.0 O 91.2 74 10.4 (@) ©
57 Sulfadiazine* 95.9 5.2 5.5 @) 93.6 8.5 85 O ©
58 Sulfadimidine 98.2 6.0 8.5 (@) 94.0 438 8.1 (@) ©
59 Sulfadimethoxine 102.7 39 4.2 (@) 99.5 5.4 5.4 (@) ©
60 Sulfacetamide 1110 38 6.0 (@) 97.0 29 7.1 (@) ©
61 Sulfathiazole 104.0 3.8 49 (@) 90.9 74 10.1 (@) ©
62 Sulfadoxine 99.6 40 5.0 (@) 95.1 29 6.0 (@) ©
63 Sulfatroxazole* 101.8 217 40 (@) 101.5 6.0 6.2 (@) ©
64 Sulfanitran 975 3.8 5.4 @) 88.4 7.0 7.0 O ©)
65 Sulfapyridine 108.5 48 48 O 105.1 8.2 8.3 (@) ©
66 Sulfabromorethazine* 97.3 24 24 (@) 96.7 5.9 6.7 (@) ©
67 Sulfabenzamidex 91.3 2.8 6.8 @) 86.7 5.5 7.8 O ©)
68 Sulfamethoxazole 99.7 3.0 5.6 (@) 92.0 2.1 5.7 (@) ©
69 Sulfamethoxypyridazine 103.2 38 38 O 955 55 55 (@) ©
70 Sulfamerazine 103.9 22 4.4 (@) 97.6 8.8 8.8 (@) ©
71 Sulfamonomethoxine 101.7 6.9 6.9 (@) 86.9 10.7 10.7 (@) ©
72 Sulfisozole* 98.7 5.3 6.8 @) 96.3 7.7 7.7 O ©)
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3 UMEIMABAE (LR BT

T - SRRFT 40 nglg

IANEREE - 0B 10 ng/g

B R I
No Name s Db e SUE g ke o TR
%) RSD% RSD% %) RSD% RSD%

73 Zeranol 87.0 34 45 (@) 84.3 17.2 17.2 (@) ©

74 Tylosink 83.3 7.3 7.3 @) 76.2 78 12.2 O ©

75 Danofloxacin 155.0 9.7 9.7 177.6 10.1 10.6

76 Thiabendazole 101.2 24 2.7 (@) 97.9 44 44 (@) ©

77 5-Hydroxythiabendazole* 106.6 43 8.1 O 975 8.2 8.2 (@) ©

78 Tiamulin 100.2 3.6 3.6 (@) 99.8 3.2 3.2 (@) ©

79 Thiamphenicol 106.1 9.3 9.3 O 102.1 9.4 13.4 (@) ©

80 Tilmicosin 1213 5.8 10.8 126.9 194 19.4

81 Dexamethasone 100.1 28 7.0 (@) 102.7 6.0 7.8 (@) ©

82 Decoquinate* 97.2 3.1 3.7 O 945 2.2 29 (@) ©

83 Temephos 98.1 3.8 40 (@) 101.1 2.9 39 (@) ©

84 Doramectin¥ 88.4 46 6.9 (@) 84.6 76 8.8 (@) ©

85 Triclabendazole* 88.5 36.0 36.0 82.8 30.0 46.4

86 Triclabendazole Sulphone* 93.6 8.6 9.9 O 101.8 15.1 15.1 (@) ©

87 Trichlorhon* 83.7 55 215

88 Tribromsalan* 93.8 104 10.4 (@) 88.6 7.2 17.9 (@) ©

89 Tripelennamine* 98.5 34 34 O 941 3.2 42 (@) ©

90 Trimethoprim 1241 66.8 66.8 1441 26.1 39.2

91 Toltrazuril* 102.1 44 30.0 1135 10.8 274 (@)

92 Tolfenamicacid* 922 42 5.9 (@) 86.9 6.9 9.9 (@) ©

93 Nicarbazin* 96.3 3.3 3.3 (@) 90.7 38 8.8 (@) ©

94 Nafcillin¥ 93.3 2.9 29 (@) 96.9 4.1 4.1 (@) ©

95 Nalidixic Acid* 98.0 3.7 3.7 (@) 91.2 25 4.6 (@) ©

96 Nitarson*

97 Nitroxynil* 85.3 4.1 53 (@) 914 79 13.0 (@) ©

98 Novobiocin* 91.7 6.3 6.3 (@) 944 10.6 13.9 (@) ©

99 Norfloxacin* 110.0 46 8.2 (@) 203.7 6.9 19.0

100 Halofuginone Lactate* 102.1 46 6.7 O 93.2 14.3 14.3 (@) ©
101 Bithionol* 96.0 34 43 (@) 923 6.1 7.4 (@) ©
102 Hydrocortisone 94.7 41 41 O 98.0 55 1.4 (@) ©
103 Pyrantel* 105.9 5.1 58 (@) 104.7 6.8 6.8 (@) ©
104 Pyrimethamine 104.4 6.5 7.8 O 96.4 3.9 6.6 (@) ©
105 Famphur 104.1 5.2 5.2 @) 109.3 5.7 7.2 O ©
106 Fenitrothion* 994 50 10.0 (@) 100.1 15.3 15.3 (@) ©
107 Phenoxymethylpenicillink

108 Fenobucarb 93.7 46 5.8 (@) 925 42 48 (@) ©
109 Praziquantel* 100.9 29 29 O 99.9 41 4.4 (@) ©
110 Flamprop Methyl* 954 38 43 O 94.6 45 45 (@) ©
111 Prifinium* 104.8 3.8 7.2 (@) 104.4 74 8.5 (@) ©
112 Flunixin* 100.1 2.8 2.8 (@) 101.7 52 52 (@) ©
113 Flubendazol* 104.0 2.2 39 (@) 97.7 45 5.1 (@) ©
114 Flumequine* 94.9 49 49 O 95.3 43 58 (@) ©
115 Prednisolone 95.1 47 6.2 (@) 94.0 8.0 10.8 (@) ©
116 Brotizolam* 100.9 44 44 (@) 102.7 49 59 (@) ©
117 Propaquizafop* 3.2 53.5 53.5 45 24.2 448

118 Propxurk 973 3.1 3.3 (@) 96.4 1.6 45 (@) ©
119 Florfenicol 103.3 5.1 5.1 (@) 100.0 1.7 1.7 (@) ©
120 Permethrin* 70.7 2.8 4.7 (@) 69.1 5.7 7.2

121 Benzylpenicillink 102.1 41 85 O 974 8.7 8.7 (@) ©
122 Benzocaine* 90.3 45 5.3 (@) 9238 49 9.1 (@) ©
123 Boscalid* 97.9 2.1 3.6 (@) 95.6 3.6 3.6 (@) ©
124 Mafoprazine* 107.9 35 5.7 O 103.0 57 75 (@) ©
125 Marbofloxacin* 115.2 9.1 12.6 (@) 183.1 124 16.4

126 Miloxacin* 90.5 4.1 13.1 (@) 875 6.3 8.7 (@) ©
127 Methylprednisolone* 96.0 34 8.6 O 91.9 10.6 10.6 (@) ©
128 Mefenpyr Diethyl* 19.8 52.5 525 15.9 56.3 59.2

129 Mebendazol* 1104 5.8 58 (@) 106.6 6.2 6.2 (@) ©
130 Meloxicam* 102.9 54 54 (@) 102.1 2.7 7.2 (@) ©
131 Menbutone* 104.2 6.7 6.7 (@) 92.7 74 1.4 (@) ©
132 Moxidectin* 100.8 43 43 (@) 96.6 2.6 6.3 (@) ©
133 Monensin 99.5 29 29 (@) 925 3.0 5.8 (@) ©
134 Morantel* 943 5.6 6.3 (@) 88.6 1.7 9.8 (@) ©
135 Lasalocid* 95.9 25 2.7 (@) 93.6 43 48 (@) ©
136 Rifaximin* 107.3 24 8.4 (@) 106.0 24 6.6 (@) ©
137 Lincomycin 1075 57 13.7 O 92.3 195 280 (@) ©
138 Revamisole* 98.8 3.1 5.8 (@) 98.3 39 54 (@) ©
139 Robenidine* 95.1 3.2 3.8 (@) 99.7 9.8 9.8 (@) ©
140 Warfarin* 99.8 1.8 25 (@) 96.4 2.8 2.8 (@) ©
141 Glycyrrhizic Acid* 40.0 25.0 324

142 Chloramphenicol* 99.8 45 5.2 O 100.0 6.3 74 (@) ©
143 Chlorpromazine* 92.7 34 3.7 O 88.6 28 42 (@) ©
144 Dimetrildazolex 99.0 75 7.5 @) 98.8 5.4 5.8 O ©
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145 Nitrofurazone*
146 Metoronidazole* 107.8 5.0 6.3 (@) 96.5 8.3 8.3 (@) ©
147 Malachitegreen* 31.6 8.5 16.7 32.7 8.8 9.2
148 Leucomalachitegreen 80.5 38 43 O 79.7 38 46 (@) ©
149 Oxfendazole Sulfone* 1125 38 38 (@) 110.9 40 45 (@) ©
150 Oxfendazole* 101.9 2.2 3.6 (@) 99.8 45 5.9 (@) ©
151 Febantel* 100.0 2.8 28 (@) 96.0 2.3 2.7 (@) ©
152 Fenbendazole* 97.8 43 43 (@) 95.6 3.7 40 (@) ©
153 Canthaxanthin* 70.7 215 219
154 Pirlimycin* 53.6 50 74 53.9 71 7.2
155 Ractopamine* 99.1 6.5 14.0 O 108.3 7.8 10.6 (@) ©

& 129 123
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%) RSD% RSD% (%) RSD% RSD%
1 2-Acethylamino—5-Nitrothiazol 102.3 1.3 9.8 O 97.4 2.3 9.2 O ©
2 Albendazolex* 100.3 1.3 20 O 97.8 2.7 3.3 O ©
3 Albendazole Metabolite* 105.9 5.3 5.3 O 107.7 6.3 6.3 (@) ©
4 Azaperonex 108.3 2.7 35 O 103.9 44 44 (@) ©
5 Altrenogest* 68.9 18.6 18.6 73.9 14.5 16.0 O
6 Amprolium* 117.0 2.3 17.2 O 161.7 6.4 15.7
7 Isoprothiolane* 94.3 2.8 3.6 O 100.2 48 54 O ©
8 Isometamidiumx
9 Ivermectink 102.8 24 7.3 O 93.2 5.4 6.4 O ©
10 Ethopabate 100.5 2.2 45 O 101.8 3.0 4.2 O ©
11 Eprinomectin Bla* 93.8 57 5.7 O 96.8 53 53 O ©
12 Epoxiconazol* 96.8 1.8 52 O 85.7 46.6 46.6
13 Emamectin Bla 93.1 3.7 3.7 O 955 2.2 2.8 O ©
14 8,9Z-Emamectin Bla * 93.7 5.2 7.7 O 97.6 2.3 3.3 O (©)
15 Erythromycin* 96.8 1.8 2.7 O 95.7 48 58 O ©
16 Enrofloxacin* 134.9 56 16.8 157.1 47 16.8
17 Ciprofloxacin* 137.7 8.9 28.9 173.3 8.2 111
18 Oxacillin¥ 915 49 7.1 O
19 Oxabetrinil* 911 2.6 8.2 O 95.0 14 5.9 O ©
20 Oxytetracycline* 416 8.2 8.2 72.6 4.1 10.1 (@]
21 Chlorotetracycline* 46.9 9.3 10.3 711 184 324
22 Tetracycline* 58.9 7.7 104 93.2 2.9 7.0 (@]
23 Oxibendazole* 101.9 3.1 40 (@) 948 47 48 O ©
24 Oxolinic Acid* 102.6 3.6 3.6 O 104.9 3.9 4.2 O ©)
25 Ofloxacin* 1571 4.6 10.8 191.3 8.7 11.8
26 Olaquindox* 30.5 29.6 429 39.8 71.9 71.9
27 Orbifloxacin* 103.0 20 3.2 O 98.6 3.7 8.0 O ©
28 Ormetoprim* 94.4 57 8.9 O 92.1 5.7 57 O ©
29 Oleandomycin* 102.2 45 4.6 O 105.6 3.4 3.6 O ©
30 Carazolol* 101.6 44 4.4 (@) 101.6 46 8.0 O ©
31 Carprofen* 85.6 2.7 48 O 819 2.7 3.0 (@) ©
32 Xylazine 102.3 5.1 7.4 O 96.3 4.1 8.7 (@) ©
33 Cloxacillink 102.6 43 1.5 O 98.5 59 12.1 O ©
34 Cloquintcet Mexyl* 3.1 22.7 25.9 3.3 295 29.5
35 Closantel* 958 40 40 O 98.3 6.6 6.8 O ©
36 Clostebol* 88.8 34 7.4 O 93.6 4.1 41 O ©
37 Clopidol* 98.6 2.6 4.6 O 98.2 75 15 O ©
38 Clorslon 95.1 47 4.7 O 105.1 70 7.0 (@) ©
39 Chlorhexidine*
40 Chlormadinone* 91.8 48 48 O 94.3 6.0 74 O ©
41 Ketoprofen* 94.7 24 3.0 O 93.2 3.8 46 O ©
42 Trenbolone 90.1 3.7 6.6 O 93.2 49 7.0 O ©
43 Melengestrol Acetate 93.2 44 4.4 O 98.7 7.0 7.0 O ©
44 Sarafloxacin* 104.7 54 54 (@) 131.8 40 40
45 Diaveridine* 102.8 3.2 9.2 O 104.7 71 11.6 O ©
46 Diclazuril* 95.7 34 54 O 94.5 4.6 6.9 O ©
47 Dicyclanil* 98.4 2.9 11.9 O 115.1 3.2 3.3 O ©
48 Dinitlmide* 90.9 5.8 14.0 O
49 Difloxacin* 105.9 25 5.5 O 121.6 48 8.0
50 Josamycin* 63.6 53 7.0 54.6 7.8 7.8
51 Cyromazin* 95.0 6.1 6.1 O 88.7 52 15.5 O ©
52 Spiramycin* 123.6 9.9 16.3 120.2 18.0 29.8
53 Neospiramycin* 97.4 10.9 18.7 O
54 Sulfaethoxypyridazine* 975 5.0 5.7 O 101.4 3.9 46 O ©
55 Sulfaquinoxaline 98.2 2.6 35 O 101.0 2.4 2.8 O ©
56 Sulfachlorpyridazine 96.4 34 6.4 O 99.9 6.8 8.4 O ©
57 Sulfadiazine* 98.7 4.1 4.9 O 97.6 7.3 1.3 O ©
58 Sulfadimidine 97.3 34 3.4 O 102.4 6.2 6.2 O ©
59 Sulfadimethoxine 985 5.2 5.2 O 101.3 44 7.0 O ©
60 Sulfacetamide 97.1 3.6 3.7 O 94.0 6.2 6.8 O ©
61 Sulfathiazole 93.9 45 6.3 O 105.8 2.2 6.7 O ©
62 Sulfadoxine 98.6 1.7 34 O 98.8 2.2 3.0 O ©
63 Sulfatroxazole* 96.0 3.2 3.2 O 98.3 4.1 42 O ©
64 Sulfanitran 96.3 42 52 O 111.7 55 5.8 O ©
65 Sulfapyridine 98.0 44 44 O 91.7 6.9 16.4 O ©
66 Sulfabromorethazine* 112.8 85 323 98.8 59 59 O
67 Sulfabenzamide* 93.0 34 48 O 949 46 46 O ©
68 Sulfamethoxazole 101.6 20 41 O 97.8 5.6 6.3 O ©
69 Sulfamethoxypyridazine 97.3 48 71 O 98.3 5.2 10.3 O ©
70 Sulfamerazine 97.0 2.1 29 O 948 85 8.5 O ©
71 Sulfamonomethoxine 1011 4.7 85 O 915 6.0 16.2 O ©
72 Sulfisozole* 98.6 3.5 43 O 105.1 7.7 9.0 O ©
73 Zeranol 854 5.7 5.7 O 98.3 42 7.5 (@) ©
74 Tylosin* 94.2 2.7 33 O 85.3 40 17.0 (@) ©
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75 Danofloxacin 171.1 54 22.8 226.2 7.2 8.4
76 Thiabendazole 104.0 2.9 45 (@) 104.0 6.1 6.1 O ©
77 5-Hydroxythiabendazole* 102.4 49 5.4 O 98.8 12.0 145 O ©
78 Tiamulin 97.6 40 43 O 101.4 35 4.5 (@) ©
79 Thiamphenicol 928 5.6 8.3 O 90.3 3.6 12.1 O ©)
80 Tilmicosin 130.1 10.3 14.0 130.0 71 145
81 Dexamethasone 107.7 47 5.9 O 108.3 49 8.8 O ©
82 Decoquinate* 95.1 1.8 22 O 96.5 2.4 2.4 O ©
83 Temephos 95.3 3.1 45 O 95.0 4.0 44 (@) ©
84 Doramectink 110.1 46 54 (@) 103.6 8.0 8.0 O ©
85 Triclabendazole* 94 4 23.3 352 87.3 16.0 27.8 O
86 Triclabendazole Sulphone* 835 6.2 11.8 O 91.9 11.1 144 O (©)
87 Trichlorhon* 65.2 50.2 50.2
88 Tribromsalan* 822 48 6.2 O 84.7 8.0 8.3 O ©
89 Tripelennamine* 99.3 2.4 35 O 99.6 55 9.4 O ©
90 Trimethoprim 102.0 25 12.2 O 96.4 2.3 18.5 O ©)
91 Toltrazuril* 95.6 2.9 10.2 O 99.8 94 105 O ©
92 Tolfenamicacid* 89.3 34 43 O 94.7 59 8.3 O ©
93 Nicarbazin* 97.3 2.2 33 O 97.4 3.1 5.7 O ©
94 Nafcillink 911 20 21 O 99.0 1.8 7.2 (@) ©
95 Nalidixic Acid* 97.2 3.5 6.8 O 100.6 44 5.7 O ©)
96 Nitarson*
97 Nitroxynil*
98 Novobiocin* 92.0 5.0 50 O 86.8 7.0 7.0 O (©)
99 Norfloxacin* 116.3 44 10.7 O 1731 10.0 11.3
100 Halofuginone Lactatex
101 Bithionol* 91.2 47 5.1 O 89.2 6.2 104 O ©
102 Hydrocortisone 95.0 6.5 6.5 O 108.8 5.7 57 O ©
103 Pyrantel* 82.7 48 13.0 O 88.8 59 11.7 O ©
104 Pyrimethamine 99.6 2.9 3.6 O 91.8 53 7.3 O ©
105 Famphur 944 3.1 3.1 O 97.3 70 7.0 (@) ©
106 Fenitrothion* 85.7 9.2 12.6 O 81.5 28.2 38.5
107 Phenoxymethylpenicillink 95.9 49 8.4 O 94.9 5.7 8.3 O ©)
108 Fenobucarb 80.0 43 9.3 (@) 82.1 48 124 (@) ©
109 Praziquantel* 1011 2.9 58 O 103.7 2.7 57 O (©)
110 Flamprop Methyl* 102.4 2.0 8.2 O 101.6 48 9.4 O ©
111 Prifiniumx 955 25 3.6 O 95.3 53 7.9 O ©
112 Flunixin* 98.8 2.7 4.6 O 94.2 3.7 5.2 (@) ©
113 Flubendazol* 102.1 5.3 7.8 O 98.0 43 124 O ©
114 Flumequine* 96.5 3.3 6.1 O 97.6 35 35 O ©
115 Prednisolone 92.1 5.2 7.3 O 92.8 47 6.1 O ©
116 Brotizolam* 102.2 2.7 3.3 O 107.0 53 5.3 O ©)
117 Propaquizafop* 58 27.8 35.7 6.6 278 370
118 Propxur* 771 2.3 141 O 76.2 55 174 (@) ©
119 Florfenicol 100.4 40 40 O 99.4 6.4 6.4 O ©
120 Permethrin* 53.5 8.3 12.2 54.2 10.2 15.2
121 Benzylpenicillink 90.9 41 48 O 93.4 44 7.9 O ©
122 Benzocaine* 79.1 5.3 10.1 O 745 5.3 7.7 O ©
123 Boscalid* 97.6 2.9 29 O 100.4 3.9 50 (@) ©
124 Mafoprazine* 102.3 3.3 55 O 100.8 6.8 6.8 O ©
125 Marbofloxacin* 1184 8.1 10.2 O 199.4 20.6 20.6
126 Miloxacin* 79.0 1.7 23 O 78.2 2.3 3.1 O ©
127 Methylprednisolone* 102.5 2.6 38 O 97.3 49 6.8 O ©
128 Mefenpyr Diethyl*
129 Mebendazol* 99.3 3.5 53 O 101.9 44 4.4 O ©
130 Meloxicam* 93.6 2.6 6.4 O 94.4 3.7 7.0 O ©
131 Menbutone* 95.3 18 5.1 O 99.5 5.3 14.0 O ©
132 Moxidectin* 105.4 2.6 6.5 O 106.7 10.6 10.6 O ©
133 Monensin 98.4 2.3 3.7 O 97.3 45 4.7 (@) ©
134 Morantel* 955 3.8 42 O 96.4 40 49 O ©
135 Lasalocid* 90.6 3.2 3.2 O 94.8 43 43 O ©
136 Rifaximin* 915 3.5 54 O 97.0 3.4 40 O ©
137 Lincomycin 99.4 35 18.3 O 101.3 58 11.3 (@) ©
138 Revamisole* 87.9 53 74 O 93.0 40 5.6 O ©
139 Robenidine* 822 47 144 O 98.8 2.9 3.3 O ©
140 Warfarin* 955 1.8 25 O 98.8 2.1 2.3 O ©
141 Glycyrrhizic Acid*
142 Chloramphenicol* 98.4 48 48 O 98.4 6.9 76 O ©
143 Chlorpromazine* 89.3 34 5.0 O 91.1 5.4 7.3 O ©
144 Dimetrildazole* 86.0 2.1 7.9 O 80.6 3.5 6.1 O ©
145 Nitrofurazone*
146 Metoronidazole* 948 22 50 (@) 83.0 2.6 12.9 O ©
147 Malachitegreen* 33.8 6.6 6.6 36.5 6.2 6.2
148 Leucomalachitegreen* 80.8 6.1 85 O 80.6 35 54 O ©)
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149 Oxfendazole Sulfone* 86.4 3.6 18.8 (@) 924 3.2 124 O ©
150 Oxfendazole* 101.0 2.2 46 O 98.7 38 3.8 O ©
151 Febantel* 97.2 2.1 25 O 98.7 3.6 3.7 O ©
152 Fenbendazole* 99.9 40 46 (@) 99.3 28 3.2 O ©
153 Canthaxanthin*
154 Pirlimycin* 498 8.1 8.1 458 8.9 16.7
155 Ractopamine* 96.0 47 4.7 O 95.9 2.6 124 O (©)
A& F 126 121 116
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