z- AT

RS ok

99.9 ut+3o
97.5 © ut2o
84.0 gé) ptlo
50.0 m
16.0 Oo’y p-lo
O
25 O p-26
0.1 T T T p-3c
26 28 30 32 34
EARWEE
T —2 24
&/ ME 26.69
SN ] 32.09
S 28.289
EERE 1.034
O A 2.021
LY 7.579

CHEDz- A=z 7&K

18 3 6 12 9 24 21 14 13 20 5 23 1510 19 2 1 17 7 16 8 11 4 22

HEEE 5

4 B OaLXGMERRRERD Ct [EDFENT
- AT EHENIBNT, z- A7 OHEHED 2 LA EOBEEZ B TRLE,

ERMERT Ty MIBWT 22227 ORESHEDS 2 LLEOREE] (2 o7 < LB D %t S BE)
T BEATRUA,
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Z- AT

TERES T vy b

99.9 ut3c
97.5 | 2o
84.0 | wtlo
50.0 1l
16.0 p-1o
2.5 e p-20
01 T T T ”'36
26 27 28 29 30
EAFHE
F—5% 23
=/ IME 26.69
B KAE 29.25
S 28.124
EERE 0.658
[N -0.516
LA 0.023

CHED z-Aa 7 E K

18 3 6 12 9 24 21 14 13 20 5 23 1510 19 2 1 17 7 16 8 11 4

PRI

5 BB O LFEME FREERD Ct EOMRNT (2 27 < LH%)

2-AATEHRICIBN T, 22237 OREHED 2 UL EDOEEEZ B TRL,
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ERERT vk

99.9 pt+3o
97.5 O pt+2c
o
84.0 d@@ @O p+lo
16.0 of} p-lo
o)
2.5 O u-20
01 T T T u-36
30 32 34 36 38
EARF G &
T 24
E/ME 31.47
R KIE 36.11
SEHIE 33.722
EERE 1.183
[ 0.336
e -0.064

CHED z-Aa 7T E K

Z- AT
o

18 6 8 7 2319141512 9 4 1 5 201011 2 16 17 3 13 24 21 22

PREA%E =

6 1 D MON71800 fRAFERD Ct EDORRMT

2 AT EEEICRT, 22237 ORESHEDS 2 LLEO¥EIZ BAL TR,
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Z-AT

T e 7 Tl

99.9 ut3o
97.5 O p+2o
O
84.0 ol ptlo
50.0 v
16.0 p-lo
2.5 O p-26
0.1 T T T u-3c
2 4 6 8 10
EAKE &
T 24
B /IME 3.78
N 8.15
SERE 5.433
R 1.210
[N R 0.991
&3 0.475

CHED z- A 7&K

8 22 7 4 23 6 1918 1 11 1514 5 9 10 20 16 2 17 12 13 24 3 21

PEEE S

X7 B 1 OaLXFEMxHREERE MON71800 f#E17RBRD Ct HDOZEDOAHT

- AT EEEITINT, 22 A2 7 O 2 UL LD Z B TRLE,
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35.5

y=0.729x + 9.317
r=0.852

35.0 A

345 -

34.0 -

A BIBOCHE

33.5 @

@

33.0 -

325

325 330 335 340 345 350 355
(KRR Na— L DOCHE

8 (RIEEE M hr—/ L E3E B O MON71800 M EnaER 1235175 Ct {EDFERT

355

y=0504x +16.06 °©

r=0.564

35.0 -

345 -

340 A

335 -

MON71800#%: Zn3 8k O CHE

33.0 - ®

32.5

33.5 34.0 34.5 35.0 35.5 36.0 36.5 37.0 37.5 38.0
T AF BT IR ERBR D CHE

9 {KBEBMEa ba— Oz A G BRAER S MON71800 #RE7KERD Ct {EDOFHES
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Rk 2T SRR RAETI BRI EIRAEMM S (RROR EHERHEENRESR)
&E%%®ﬁﬁ@%ﬁ’%?é%%
e Hm s

PR A SN A B SR B TE U O TR &
RIRIERRICBT 2015 (20 5)
— 1 EBARE D7 OB EME R OIF R —

WrEEE EL = I aRERietld— RUWER ARfEEEETE
W hE =% B (O EE&ERNTT EREE

R (A REEERIRIIET BIER

e FASE  (RNB) ZURR @ AR SERT #F5ER

A BT BRENRERYE RE - AWMIFER B8R

g BEf () AERERZEtIY— =HHER HEA

WHREER

BMPOMEHREY 75 b+ 2 AF) X, 2011 4 10 B SEH I AF (AFB,, B, G, Gy)
ERREUZHEBIBITSN, FERERALEAL/ T 740 ZT4—H T L0 HPLC 12X
HHEEREFORBRAE A IEE LT, FiCHEAINZ. L L ZOFETEE RN & sl
REBEVEETAHIENS, BBIZBWTIE, X 0MEEICHEIENTTRE/R ELISAFv D
BEHPRDSNTWDS, TIT, BIEMNSRO 4 FED AF SFIFSMICKETSE /70
—FIVHRZFRIA LT, BE#ERES ELISA OBEEZR Sz, WEEEIX, AFB, OBIE &
6. 2-120 pg/mL &. HY¥EM GRET 10 ng/ml) EHEELTH0 EFEESRELRREEET
Eiz. UL, 8oy b TEICHEHEICEWIED, FREZHER TSR0k, ¥
D7=DESEER, &y FEOAETUIZ< W ELISA 24O 2 ATz, T DR, AFB,
DI P 50-200 pg/mL . B, 7% 50-230 pg/mL. G,7AY60-370 pg/mL. G,7% 60-600 pg/mL
EVEELORENMETLZdO0OREEBEZBIE R TRE/REERS ELISA ZH4£T
iz, I T, ﬁwwﬁ—fyvﬂ&~Vaih6AF%ﬁEﬂ%i/LUMMS&&%L
7273, AFB, 2R B & L7284, v=1. 26x+0. 59, HHEIFRE R?=0. 98 & BAF/sMIBIE 27
%%@E#ﬁ#otﬂ&%&gﬁ&bt%ém‘wLWﬁQ%\ﬁ%%&WﬂﬂS&ﬁE
ALE B0, HPLC-MS/AMS Mo B o NB# RO LEREDHEERZ2HOD, AT )—22

WIMERRIREEEZ 5Nz, A LMRE—F v NS —dd AF i3, LC-MS/MS D
RBRNSZDIFEAENAFB, TH o7z, AFBDEEREDOE—F v N —ARHIBE LTI, &
BREDOSE W AFB ZMERIC, AT U—Z T HEEMBEMTZONENEE X 517z,

Aspergillus @D EDELETEHT T
k2 (AF) V3. BB FZEHRE TARC
A. WIEE® WWEBRT MY Z7O5BIBNWT, 7
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W—71 (E Mg 250 > HNRD 5
ND3) BTN TS, MEr/2 BRI
L BIFBIAFEIE Y A7 DEMP. KERE
B X DS REEE O REE I ER I T,
EREOEVWERETH S Z 0> T
5, ERE 2002 FFITIE, =Y THEEFR T
HDDE 125 ANFELET S, AFICKDHEKR
IRERENHEEL,

B O AF HROERMFHDES, 2011
10 HM S H7-IcH AF (AFB,, B, G, G,)
EXRE LIBEBIHITE N2 (BEHE
BEERLHELZRBRER, BLH
03312655 (CERR 2343 H31 H) ). 2D
BHNCL D, B AF 2 10 ng/ke A TR
HI2EmT, BREEEBE6RE2 S
ERTDHZEBom. ZOBRKOERIC
e, AF 7 ) —27 v TRRIIDEm N, Filk
ZHMRALIEAL/ T 74254 =T LM
HPLC \Z L B RIER OB AR Ak & U TR
AEN- (BEFEHEEERLRHERELS
EREEA, BLH 081625 18 (FR 2348
H 16 H)) . &3, B85 TORBREIL
BIZ5ERAEN, REMEEICXLF
v "L BEHBITHEAIN TS,

Bl AFEICH LTI —TRRENIC
KIST B TAE 7 O—F) ik DS
WRIHL ., ZOHMEZRNWTAL /T T4
ZTF4— AT LEWFE LI (L Agric. Food
Chem. 57, 8728-8734 (2009) ). WE4EREEIL.
ZOE/ 7a—FIVHiEZ IR U BEER
& ELISA v bOBRFEZRA, E—F oY
N =2 L7z AF OEGRBIZB N T
110-200%5DEINERZ /2, UL, TD5F
HTi, AEEHANKE B THEEOK
WZEN oz, 22T, BEEHES ELISA
O&HZEREL. BREOGVWROEEZ

HigL7=.

B. BAFE A
. *TAE/ 7 a—FIIHEDHE
WEAERE L [FIBRIC, AF &7V — TR R
RETAHITAE/ 70— FIVH#K
(MoAb2-3) 1. THIOHmHNE | B f
HITOTr NEELT, BERERED
IUAMEARE L TREI N, Fiikid, 33%
BRI XD ARE LS E, BAPNSE
WUz DWTPBS (10mmol/L U >EJ b
UL, 150mmol/L # kS MY T4 pH
7.0) WML, PBS IR L THBFZITU.
PUAER &2 157z, ML, SDS-PAGE 12k D
90%LA E7Z o 7z,

2. AFB, O F A1t

WE4EEE & [FIBRIZ. AFB, 20 umol ZE Y
DAY =)V AEBAK (1401 v/v) 5.0
nLIZEMRL. 72 /A FUEEBAN I EEE
72 pmol ZMATREA L. ZOREGKE
MELL /286 2 BRI S5 2 &ITXD,
AFB, DAINARZIVEIZT 2 ) FF DB
SHEBREEESSE. TF LML,

SURATNHST LA NT T T 4 —
(1g) (EBAALEE ; 7oORIVA Ay J—
WVo9:1;v/v) ZRHWT, ERRRISEN S
FTHELMEARB, 2B 0T 50 2 a »ESHE
L. 512, INKL—F—F2HWTEHE
Bz, T+ L0 AFB, 21572,

3. HRP #%5% AFB, OFR &L

WEAE L [FARIZ, A Lk AFB, 20 wmol
L. INEEFE (BIVEE) o FeRoF
AT A2 RKEU, EDC % DMSO 2. 0 mL
PTRAEL. ZORGHEKEZ. BIRT L5
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RFIERE L. A F > L AFB, OV RF
HIZFe FOFL AT 212 R
EEZZATIIALL 7z,

HRP 10 mg % PBS 1 mL IZiAfEL . LEED
T A7)V 440 pl Z2iNAx 7z, || TILS
K> < DER LA F LM6 AFB, DAV
AFHEE BRP ICHEETHY D URED ¢
TI)HEHEYIREAIER.

5T, FIIVERT S A OR NI ST
« — (84% : Sephadex G-25 Super-Fine (GE
Healthcare) ¢ 15X500 mm. JEBHVALE : PBS)
I2 0 HRP #53% AFB, 246 & L /=,

4. BB ELISA DR 4

96 A0y 4 F—TL— KT Hh
rg/ul H< A 1g6/10 mM PBS & 100 «
L/ =)V CHRME, 4CT—KEE LEML
7z TD., 0.4% BSA/10mMPBS % 300 n
L/7 )V CTHEmE. BRTOHEL. 7
OwF T Uk, ZTZiZ. 0.2% BSA/10 mM
PBS T 40 ng/mL IZ#F IR L 7= MoAb2-3 % 100
pL/7 )V TR, ZiRT 1 RMEHEL
7z. RJt#E. 0.02% Tween20/10 mM PBS T
T ) EHEL, 0.2% BSA/10 mM PBS T
10 ng/mL iZF5HR L 7= HRP AZ:% AFB, & 3l xt
G AF (105 A% ) —)VICTER) & OSBRSS
WE 100 pL/7 )V ThHmL,. BRTI1K
MEEBEL T, BRIz RIbEk. U
o)VEEREL. HRP I 6HE (5
AFNRDD2) ZMATEIRT 10570
FaxE, 0.5 nol/L B THREEMEILL
Tzo 3JECEERT (BIO-RAD # X-Mark) Z=H
WT 450 nm IZBVT B &Y )L OWRIE Z
E L7z,

(fm BRH ~\ DBLRE)

AF 3ESENES WD, FREBIIELIZH

I RBIEIRICRE L Tofg, EEL .

5. BEEHBAELISAICE B E—F v YNy —
@ AF OBlE

AF IZER SN TWRWHROEEE—F
oW RN EC B F TERE—EL T
E—F v YN —ZHE L., AF QBRI
ABEERLZ. £/2. TROWMAEY—F
WYY —ZERWT, AFBREHRN .,

E—J v WNF—25 g LT, NaCl
0.25 g. 80¥A% /—)L 10 ol ZMZ. ¥
—F oINS —REKE L, HRMEIGE
BRIZBWTIX, A%/ —)LT 500 ng/mL iZ
TR 7% AFL . RUENS OFEIRS
¥ (% 0.25 pg/ml) =2FNTN. E—F
wNY —RBHRIC 100 nL HBN0IE 20
p L DML 7z GREH P& AF &£: 10 ng/g
HBHNWE2 ng/g). INH5%E 0 SREIZERT
RES L. BUOMBICIDEONZLER
0% A% ) — VB ERELDIZEEKT
TR 72, 51T, BEL ZE#EHS ELISA
DO E E#BHIZIND B 72D, 105 A5/ —)b
THHEARLEZ, INSOHFRKEE LLED
MEXSRAF & U TEERS ELISA I L
/2o

6. LC-MS/MS I2&BE—FwIYNF—HFD
AF ORIE

B2 g 2D, 2.5 g ® NaCl %=
W, 100 mL DALY ) —)VEEKR K @ A
& ) —=)v=1:4) ZMATHnEFES S
A X L7z, 3000 rpm T 15 R LL. £
D LiEE
25 ml PERLUTAKT S0 L I 74NV T v 7
Ulze ZDO 10 nl 2D, 1L/ T 742
T4 —7 5. (AFLAKING 3835 8UERERL) 12
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TTI5A4L TR MNIIVAEHRK 3l &
Ble, EBFRN—VICXDEZRL, L0l o
vafgig (10 oM BEEE Y > EZ U LB © A
& /)—=)b=6:4) THEML. LC-MS/MS
12 7=. LC X AQUITY UPLC (Waters #9) .,
MHI2R3 Quattro Premier XE (Waters &)
ZR Wiz, 717 0% AQUITY UPLC BEH C18
(2. 150 mm, K% 1.7 pn, BEMHIZ A
W10 nMEFEE Y > &=L (MH5.0) , B
oo MeO, 75> b&#13 A:B=0
min (95:5) -5 min (20:80) -5. 1 min (95:5) .
715 LRE 40C, & 0. 5 ol/min, ¥ > 7
NEAESDS nl7Zo7z,

C. D. ERBLUEE

1. EHHA ELISAICBT S8 AF ORIEH
AF 12k 2 20%¥PHERE (10y, ) ZHIE
TRR. 80%FHEZIRE (ICyfE) ZRIE LRR&
L7856, B 1ITRUZE0, AFB I3HElIE
#iPH: 50-200 pg/mL. AFB, V38 & 5H :
50-230 pg/mL. AFG, {Zi& & B : 60-370
pg/mL. AFG, \Z{AIE & : 60-600 pg/nL &7z
D72, ZDFERMNS, MoAb2-3 ZHWTH
SU-EBESA ELISA T, H¥EEERET
5IZTTRHICEBETHD, &K 2 ER
ERGHERRELDHH O, 4FEED AF 2
ETELZENH oz, £, BERS
ELISA D& E %R T 57212, ELISA D
BUEARMOEVNEFNZ, ZOMRKHRIL, K
2R LT EBD, 1 &g U TH IR
DEZERTEEDIT, 3 HOEEO Y M
ZWNEL, BELTEETE 2 Z &M

277,

2. AHNEIGLER
EEE—FYYVHRDOE—F v ING—

\Z AFB,, B, G, G,%% 2 ng/g & 10 ng/g
mml. BGRZH A, WEHRIZIE,
WU AF 2BWE=8EE, XTI G
EEWIHEGEREG U, #RIIE IR
L7zEB0, ML AF Z2RERIZT S
ET95%-119% & BAF /2B EZE D Z &08
T&E. — . G ERERICEVW LA,
114%-258% & B KT 2. 6 5 W [EHTER & 7
277,

HELUZEEHES ELISA X, E—Fv
N —HIZIHERLTWS AF ZRET S Z
EMMTE. £z MERITEHMUZ AF &
FECHDEMATLIET,. mWEEEZE
B/BHIENTER, LIL. & AF OFED
EHBTIEITHLZDOT, ZOXD mER
EEBEL ZEEFTERN, TIT, BRHEE
DKM 2 7z Gy & B TEHM BTG ER & A
7o FIERIE, AL BEE< 2D HDOD,
B EZE CIC< WIELHZHRITE
EEZ LN,

3. WAE—F v YN —hoD AF {FHEEE
AT
MEPGABR TOZER LI DEA T &
LT E=F o INT =D& AF ORED
AR IR > TWAHAITIE, TDAF 2
RERICTSHIET, EREOHNWRIESR
HEMITELI LIRS, £IT, WA
E—Fw YNNG —hD AF (GRBEE, REE,
% AF OFFELRZH 57217 LC-MS/MS T
BlE 2l Az, TORER, K21TRLIZX
DI, AFREDNER PR (0.2 ng/g) LLF
720720 D3 23 BRI DT NI S BRIFZ -
Too AFDNERLUIZZTORET, APy —
72AF I B THO, TOIERIBET 0. 3-4.3
ng/g DHEHEHTHML Tz, ETHIT, G &
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G, DBHBANGI2 < By DA ARIET 0. 4-0. 7
ng/g LWEMH U7z,

ZOEDI, E—F v INT—DHAEE,
By MBHRIEE NZA D, £ T, BEHRS
ELISAIZHBWNWTSH, B, & G, ZREARIT AF B
JE Z e U LC-MS/MS & ke U 7z i Jid.
3 EK4IZRLIEEBD., B 2RERIC
L7=8a1E, y=1. 26x+0. 59, R*=0.98, n=11
&R0 ELISA IZNA 7 ADNININ B IR BAF72
MY Z&Z. —H. G ZREBRIT LS
A3, y=1. 87x+0. 66, R*=0. 95, n=11 & ELISA
BN 2 £5, ERE</2D &N 72,
i A —J v WiE4% ELISA THIE T 545
A1, AFB, Z2REBICTNEEZ< DY T
WTEBEOBWERZRONDEEZS
N7z,

E &3
BEEgie ELISA IC K SRGH - 5 - &k

B AP RIEEOMFEZHIEL 2. T ORER,

HUEME (10 ng/g) XD 1/5BETHD 2
ng/g @ AF DWERLZE—F v YN —%
BIEWTRE/:, EMMRERESS ELISA 21
RTEE, BOBRER D, SEKERG T
. TORKEI 2 BEEOENWDDH DA,

EEBEZEE ERE L. TR
AF ZHIEFRETH D Z EVbho Tz, £z,
R L -E—F v UNY =i, s B,
MAZ Y —IZEENTW=, BB, B, 2%
BERICAVWS L TEEBREDORWAIES
EERBIENH o, EEBRA ELISA %
AN —Z T HREMBOT A EICX
D, BREBBZRHNWTHN— IR AT ¥ —
ThHho/zELTH, 1/2 BEOHENELSN
52 LTI 5. BIREREREIZL TS ng/g
PLED AF MFEE L TW=EE1d. LC-MS/MS

THRTHIET. 6 DEBEHRETSHZ
EMTED, BELULEREHS ELISA 3.
FREOBVWAIZ Y- T HEELTEHE
MEEZ BN

F. BEGRER
AV

G. BFEFER
I R

QW
2. FRER
1) iR AAsE. R, Eilmid, Ak
. EUERE, ZFRR: hEEFEY 7S b
F T 9 S ELISA DS L2 O RG
P 255 110 B HARSEE SRR
=, HE, 2015

H. HEFTAEHE DO EERE
I FrdtEfE
AV
2. ERFERER
Q)
3. T
AQV
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a=th
(<2]
1

3 1.2
e
B
< 0.8
e
’é 0.4
0.0 d
10 100 1000 10000
AF (pg/mL)

(o TIE; n=5, EIYELFERE)
1. EEEA ELISAIC L A% AF (AFB1, AFBe, AFG, AFGe) OEYERKR

P
o M

FEE 3 (B/B,)
o o o
D ©0

o ©
O N

10 100 1000 10000
AFRE (pg/mL)

2. fihEny FHOE) EERS ELISAICL 5 AF (AFBi, AFGs) DOfEYERRR
FERIE, BUELC 3 [ERIE U7 S E
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£1. AF ZiRIIL7ZE—F v YNS —DEESS ELISA I K SHIERR

3110 BEHCLOBIRE %)

AF FEMUAFEEE A G, 2R
(ng/g) EILE RSD EIRE RSD
g 2 115 2.5 174 7.0
' 10 111 0.9 258 1.5
B, 2 109 1.0 168 5.9
2 10 95 3.3 187 1.1
G 2 119 3.7 123 3.0
' 10 98 4.0 114 4.6
. 2 107 4.9 - -
2 10 96 1.7 - -

i BT BIMENC b [EHE U 7= 1A

x2. E—F v INY—ZFERT S AF O LC-MS/MS 12 L 2#IE

AR RE (ue/ke)

AFBT AFB2 AFGI AFG2 By oo ED
BE (e/ke) s
207 32 0.7 202 208 4 —
403 202 =04 02 ND 0 —
204 04 Z04 202 ND 0 -
205 06 204 ND ND 1 =
A06 04 204 202 208 0 =
A07 06 Z04 202 ND 1 =
208 10 Z04 202 ND 1 —
A0D 18 04 202 ND 2 —
BO1 04 204 202 ND ) —
B0Z2-1 04 204 202 ND 0 =
B02-2 04 204 Z02 ND 0 Bo2-1&[EUEE
Bo3 07 Z04 202 Z08 i —
col 05 204 202 ND i =
co2 43 0.7 202 ND 5 R TR e
c03 37 07 202 ND 4 DK G B
Dol 03 204 ND ND 5 —
D02 20 Z03 202 ND 2 —
EO1 13 203 202 ND 1 K TR AL S
E02 13 204 202 WD 1 K THEIRIZAS
Fo1 202 Z04 202 208 0 —
GO1 202 Z04 202 ND 0 —
HoOT 202 Z04 Z02 ND ) B
HOZ 202 204 202 ND 0 BEEAYEAR
EE MR ugike) 02 04 02 08

NDNot Detect
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o
1

c

6.0 |

=

@ 4.0 »

=

oo L y = 1.26x +0.59
= R*=0.98, n=11

e
o

00 20 40 6.0 80
LC-MS/MS (ng/g)

B AFVBERLUIZE—F v IYNF —% ANz LC-MS/MS & B #5i & ELISA (MR B 12 AFB,
M) OB DRE

g)

. 10.0 |

5%
O
T

-
[e»)
T

y =1.87x + 0.66
R*=0.95,n=11

ELISA(AFG,) (ng/
<
o

o
o
T

] 1 1 ] 1 J

0.0 20 40 6.0 8.0 100 120
LC-MS/MS (ng/g)

o
o

4. AFBERLZE—F v YNNI —Z Az LC-MS/MS & E#5i G ELISA (BE#HIC
AFGe Z{HH) & OB DRES
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RO THTIZ BT 5 — 5k

o
EERA | w1 PV EHEMROIREES =5 iR HiRHE | R | A
2L
e LFER
RRERA ENC ANz FFRMEES B = AR
REICR%E . PRI MU 7 ZRIEEEETR
EHERL R, | AR LSRR I UOREE
IWORT AU | FORBEE—FMIEDTES N
B A ERS 56 178-184 2015
FTHEA. /NERHEE | MEHE
. EAERS. BIE
w2,
SRHEZE . Evaluation of the impact of
Takashi Yarita, | matrix effect on
Yoshie Aovagi, | quantification of pesticides
Takamitsu Otake in foods by gas
: chrona{ography-nass J. Chromatogr. A 1396 109-116 2015
spectrometry using
isotope-labeled internal
standards.
FRFER
REELA 54 Mt RFRERS HERREE
At
ST EHEA @I . o
_ GC-MS VMS) BB A< b Uy | 58 109 BIHARGEEFRFNGE
o AR IREERL | TR ORS | | e GO o
IHOET RS, Rk
stE. BAGRE.
REA OBE e ||
A, fEHEst ANREERD. | GCMS (AS) BIEICHBIT B hY v
INOT EERE BN | 7 2ADEMERRIMEORE 2 | # 109 BHARMEESRFNE 2015

Atk RAEMRZE, TR
BT AAER. LTS
— FERIEAL ®EiEF]

—IERHAERT 6 BEBEICBIT D3R
oeER—
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FIAGERNE. HAEA AL
N7 fatiEss ok
T R MRS B

FHIA, FINERE, i
BT ki, LCR
F. W, FRHAEE, B
T, B, #RE
A AR, I
TSRS, /NRHIERT, 1R
HatE, EIEhE,

GC-MS/MS BIEIZIVT 2 BIERE K
DO U 7 AR OGGE— I
BRURERRPOBERODENILD
YU B —

| ERE AR AR BIEA
L2 5 BHRICDNWT—
GC-MSAMS Bz BIT 5 pasEnthsk
Oy TR
BRI B D HFREDY
a—ADT M w7 ARROLE

5 110 FHARREEFRFNE
Hx )

5 110 RIHARMEEFR NG
e G

02 MEEE A LA RS
(el

DI

saMEE .
SmE, AEN. FWiE
. EERE. BEET

RYIEE. $RH#F.

GELEBEICR T DA
BICBIT S 2 FEOEAED

QUECHERS & —FridBikic L D%
K EEEDE BB

9015 £EH AOAC International Az
v a ERKE G

% 110 AEASREESEFEE
Ee )

HRARSE, i, FI
Hfd. Bk . iR,
=ERIR

HEBT 77 bF2THTD
ELISA D82 D SURHHE

5 110 RIBA R ESRFNH
Hx D)

2015
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R YR

PR~ MYy 7 AR EER 2 A L - F3EBs L O
REH T ORE RE—FIIEDR LM

(FR 27438 19 H %)
B E e B B [T S B+
HEHREA /NREIEFD BEEE RBRIE#HZ

Validation Study on a Multi-Residue Method for Determination of Pesticide Residues
in Vegetables and Fruits by using General Matrix Standard Solutions

Naoki Fukur*, Satoshi Taxator, Satoko YamacucHi, Yoko Kitacawa, Masato YOSHIMITSU,
Masakazu Osakapa, Keiji Kasmvura and Hirotaka OBANA

Osaka Prefectural Institute of Public Health: 1-3—-69 Nakamichi,
Higashinari-ku, Osaka 537-0025, Japan; *Corresponding author

Quantitative methods using the matrix-matched standard solutions approach are widely used
for multi-residue pesticide determination by GC-MS/MS to deal with the issue of matrix effects.
However, preparing matrix-matched standard solutions in analyses of many kinds of samples is
very time-consuming. In order to solve this problem, a method that employs general matrix stan-
dard solutions has been developed using polyethylene glycol (PEG), extract of vegetables-fruit juice
(VFJm) and triphenyl phosphate (named the PEG-VFJm method). Here, a validation study for
168 pesticides was performed on three kinds of samples [potato, spinach and apple] at concentra-
tions of 0.010 and 0.050 pg/g. In these three commodities, 144 to 158 pesticides satisfied the re-
quired criteria using the matrix-matched method and 129 to 149 pesticides satisfied the same crite-
ria using the PEG-VFJm method. Our results suggest that application of general matrix standard
solutions would enable rapid and effective analyses of pesticides.

(Received March 19, 2015)
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ARFIIBRET2BREECHTIABREICLONT, Fh
25128 1I3HETIC [ARPICRE T2 BESCHET S
RBEOBRLUUFMATA F5 4 V¥ (BT, AL F54
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RITVEHY THE LA SEIZLC-MSMS DEETIR
THRBRENME LA EWEED S b, GC-MS/MSOHIE
B L REEHRICRLHFMETo 7.
GC-MSMSIZ X B2WEICBNT, = Y v 2 AFED
HEBFRTRTH22 P 2 b)) v 7 AHBEOBEEE L
TR, RV v 2 Ao F U TESRDIEMTH ) EY
Thad FHRTRIBEZEILVEBRLALER,»OH
BLU-ABEE BM7S5 v 2R8BRER 2~ MUy 2R
ELTEEBBICEMLEY MY vy 7 A7y F UV 7EER
BEERTS. LaL, SEEORBEZELOTHN TS
B BROBEILIII N v 2 ARy F v VEERT
RRARTOINENDLOEDRNTH S, SHRICRRE
WBOGHIZERT 570101, BEORRIIHEHEES
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navEE fzd, RIZFLyrZya—vdsnidi
AR L FETY MY v 2 AR OB % FEL
LTHELBENRS LD 226 #Hizlze by v
7 A%y T 7BERBRICRATRTH Y, »OoSEHD
RECHRACEINANERERE VA M)y 2 2R
THEEER) CowT, FVFL vy a-n, BER
HEIV2—ARPbERTI V7 REBH (Vegetable-Fruit
Juice matrix; VFIm) B X UWIEE (P vy v
B) #EHA LIRS Lz, VEImid, TROBHERE Y 2—
AORABT B0, BRLZAGEET M v 7R ERE
h, ~EDHBATHERUFTETHIILIFRETHD.

PH= MY Y 7 ARMERBRICOWTHRE LR,
RNV F Ly ZJa—- VB IO VFIn 28 L, WEHR
CIABMEZMEZTER LSS (PEG-VFIm B )
ZBWT, R M v ARy F U FRICR bRV MY v
I ABOFBERSERO LN, FITI MY v 7 A
v Fr7ES L CTPEG-VEIm BEREIC & Y R MEEME
2477z

ARXTE, Ehwlz, BINRAFIBITHATE
BT MYy 7 REPRMEEICO W TRE LRI
2T, MUY I ARy F Y TEB X UPEG-VFIm Gt H
EOBHFZIER L TRLEBEFHEZ T o 2B BITOVTLR
#7153,

RBAHE
1. 8
GC-MS/MS CHEREREIRIBTE 5 16870 BEE
% & L7 (Table S1). ¥R, FLMEIZEG@R) (K
R, BasqbE () GRR), #METEG®R) (KK, Rie-
del-de-Haén (Seelze, Germany) # & U Dr. Ehrenstor-
fer GmbH (Augsburg, Germany) HDERE RIS AR
#ED L REFOREGZ BV FBREOEHRT % 1,000
pgmLIC 25 LT Y THRBLERERE L
BAEERTL, SEEFRELZTXTREAL, 2.5ug/mL
W2BEITE N TRELE IhE2T7TEF-AF
FURABE (1:1) TEEASRLT, RERHRSEYE
# (0.020~0.40 pg/mL) ZEH LA 7EFP= Y
N, TRy, PV, ~FHY, BHBEFRFYYA, 2
IVEBEF MY TARNY, JTVEIFIYTAERR
FRMY, WABEERT 7 AT Y MIERY L MY
Tz VY VEE (—) BRIV FLYTYa—-N
300 (—#%. BATPEG) i, FLMBETEMOMEZMEEL
Je. 79774 M=K (GCB)/PSARBY 7 513
UL NERICKE, MY 7oA YERERY,
Zh%02ugmLitRbEI 7P Y- ~"FYVRAEBER
TR L7 (REERE). PEGI, 02% (wiv) Ki5
I3 7 b V-AFF Y REBRTHERE L (PEGHER.
2. H 8
Bhwlx, BIRAZEIBIVTHATREMAIREL
fo. WARTAVORREBEIL, FYTVEEADER

mElTidhwl e %, EREZEZ(ELARELTIEY
NAZI %, BEEHELTHAZTEEBEL: Thbikk
RAHFAB L UCREERTAE L. RARBIIERY o8
[DAR

BEREV 12—, CALABIUD AT EEEH
LU BR0MEES X URESEEL S UTHKN TR
Wiz, ER O Table S2ITR L7z,

3. BEDIUHS

GC: 7890A (Agilent#18)

MS/MS: 7000B (Agilent #15L)

50 mL PPRELE, 7—F7/uty¥—, FHEAEY
FAF—BIURLIEER TR U2,

4. REHRM

54T % 5 41 DB-5 ms (30 mX0.25 mm,0.25 um; Agi-
lent#8) 2EH LA BEORBEICHAD, saEy
FRAAFNVORFRHEZ 1344330y 7 LY 7V
arvystauyFrORERER L. 75 ARESY
BXko By &Lk 50T (1 min)—~25C/min—>125C
—10C/min—>310TC (10 min). EAIRE250C, + 5 ¥
A7 7—94 VRE280C L L.

MS/MS D 4 & VLEEIZEI (70eV) TV, HBED
MS/MS 4413 Table S1IR L7z 4+ > iRiREEIF 280,
PEARITT UL & L7z,

5. SSERIR(E

5.1 HEBEROAR

RBEHOREE, HRCELLY, AR 100gic7 %
P PYNVEIERIC20mLIE, BEIEIFAF—IC
S0 1l L. il ENBIURAKERETES
N7 EBB% GCB/PSARB 7 5 ACEMIZ8 mLEAL,
T PIN-P NIV BEBHIOnLTERLL. &
5 AEBEL L CBEEELEN L CREBREEEL, T
PYAEY UREBRHEERICZoLMACTHERLL
(REAEH; 1mLYS7-DRE2 g HYE).

5.2 BRISVISERER QImLBE0ER4 gEN

2) OBH

RMY ARy TV TEORBRICER SN BRT
5 vy RBRBHE FEROTI V7 EA»SE1IEK
PoTHBLE 2B, BEBBEEBCI7ENV—%
FUREEREFEEICImLMZT, 1oL ER4g
MEEE L.

5.3 BREVFIm (1 mLHOEF4 giHHE) OB

B VFIm, BEREEV2—-A»L51HIHE-TH
B 52HLARCRERBMEEBICT %
FUREGEELTERKCImLMA T, 1nLY) R4y
FYREL L

5.4 GC-MS/MSAIERSRBEEROARN

REBH02mL, PEGE 0.1 mLB & HIZEEBER
0.lmLZ EREICEAL, GC-MSMSHIEHABRBH
(ImL%7-)E1gHLE) L L
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Table 1. Various standard solutions and test solutions for study of matrix effects in GC-MS/MS analysis

Concentrations of components

Comparable -

Model solution Remarks Pesticides Internalﬁ PEGS Sampli VEIm** sample
standard extract Tuti

(ug/mL) (ug/mL) (%) (g/mL) (g/mL) solution
. o PEG (—) None 1 — —
Sample gsolution B PEG (+) 0.05 0.05 0.05 1 _ _
a PEG (=), VFJm (-) None - None «
K b  PEG (+), VFIm (—) 0.05 - None B
Standard solution ¢ PEG(—), VFIm (+) 0.05 0.05 None _ 1 @
d PEG (+), VFIm (+) 0.05 — 1 B

#: Triphenyl phosphate (TPP)
®: Polyethylene glycol 300

*: Extract obtained from blank samples (potato, spinach and apple).

**, Extract obtained from blank sample of vegetable-fruit juice.

6. ¥ MUy IAHRHIURIEHDZE

GC-MSHEMDOT M) v 7 ARREAORH 5 1%
OEREFRERLZZ LTS 22T, MiliB X
UHBUREZ KB 2 REBER S #IT 57-010, BER
EIRVERLPLRBLLRE TS v REREWEIC, &
BEEAT0.050 pug/g 1<% % & ) BEMB O BIEEA BTN L 2H
BRBREEEZAR L. HROMEE, v MY vrATY
FUTEBOTEEE (0.050pug/ml) KEDHDLNBET b
Yy r ARREO—BEL L. HERBRBIEE, BRS
5 vy REBH RESHREELER (0.20 pg/mL)
BLUPEREEE & RN L 72 BERBRIE e (0.050 pg/
mL) &, PEGOXEALZZRLTINIZELICPEGHE
xRN L - EERBRERS (0.050 pg/mL) 2 FhZTh
ARz —F BRAEE RESRARGBLEER
(0.20 pg/mL), PEG &, PUEEEN, VFImz#AaEh
FTHRMLZ4ABEOBERE (a~d; 0.050 pg/mL) %
ABML. TROHEEARBE B LUP) LBRER
(a~d) OEBEOY— 7 ERE LB L (Table 1).
V-7 BRI U TORTER L.

YV — 27 E#it (AR; %)
= (BERBBETOEEDOY — 7 HH)
+(BEBETFOREDOY — 7 HHE) X100

EEII3AMITY, BEHLAARDEHMES X UHE
H#REE (RSD) KEITWTHFITY (I~IV) KHELE
(Table 2). BRABRAUALER T COREORKITE
BE3, GC-MS/MSIZ X 544 E&T, EINEHT70~
}20%0:& HTLPHFETELUMESL L TARDT0%LLE
POI20% LTIl ko BRI FTYNIHEL. &
FIYIIB & CITIZARD50~150% DHEHEIC B W TH
FIVIPHEHE LURSDA20% LU TORELL, #7T
YIVIZRAF IV I~HICAE SR BEE L7z

7. RYMIHEOBRER

71 BREBR1 (RN IARYFUIE)

FEEBOBMT S ¥ 7 ABRBHR (ImLY%7- ) Rb4g

Table 2. Criteria of study of matrix effects on GC-MS/MS

analysis
Category Average® (%) RSD* (%)
I TO0=AR=<120 =20
II 50=<AR<70 =20
I 120<AR=150 =20
v Not meeting criteria for categories I, II and III

#. Average of calculated values for pesk area of test solution
divided by that of standard solution.
*: Analyzed by GC-MS/MS (n=3).

HYE), PEGHEH, WNEEEEDS LIURERABEAEE
BREPERIISERSGLCABL: (BRHICImLY:
DEB 1 gHYRICES). ARBOLBEDREIZ0.005,
0.010, 0.020, 0.050, 0.075 38 & U70.10 yg/mL & L7z

7.2 BEHR2 (PEG-VFIm )

BHVFIm QmLY7 ) RAE4gii4®), PEGHEH,
HERERS L URERRRABERRZ ERICSRRES
LTHABELZ: (BERHICImLY2) VFIm 1gHSE L
%5). ABOEBEOBREIRTIEHER—L L.

8. I

B 0k BY, 00105 X 00.050 pglg D& RIBE
oW THITF1AVHTR2 T HHORS P lB %
ER L7z 2.5 % 7213050 pg/mL O BB AEEBHE (7
£ bV 0.2mLEEMICEICEML, 05HEE
#%, RESEICHo TRBRBEEARLL. 2BEHEAR
BEEARAL, <M Vv I ARy F U IEB X UPEG-
VEIm B EDORF TF7 o 7. PEG-VFIm B E T,
HKEABETHZ-0RBRBRICLPEGERML T 5.
ZORBEHEERNSFOREHECTRBICHHETE S LS, &
TR P v 7 ATy FV 7EICBWTHPEG ZHM
L7z, ThoDBRERPS, REZLTICHITBLIUER
WEXEThFRER L. FFEEES Table 30 LB Y5
J|L7
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