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ZRLI-GRESF1.25-20 pg/L). BREHES LUV BMEH DR IZEERZE(YRSD) L. TN EN3.3-12.7%F
KU4.3-19.5%TH o1z, RE TRIEIL0.5 (FEAITUR) 1.9 (/24 /0TYR), 0.9 (F7U/ATUR), 2.8 (FF7 4
FEHLAL). 36 (UOFFZUU). 23 (P/TI52).04 ug/L (INTARAFILTEAITYR)EEH SN, T
HEBOBKAERRELTONDIZFENFERAEAMBL DOEWNELTHOMLIBER. REERETT4%DD
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JT ISV EBUDN-TRAAFILTEAITRTEL, FDMIF10% (FEEZITYR), 4% (A5 90TYR), 2% (F7
HOTYR), 12% (F7ARFH L), 28% (VAFF_UU)ThHo1=. BOODREZANV-IEEDORETRIEIREZE
BOWIABMODENICERTE LA NEOFRH TEHIEMNEBASNT-,

QRHF OPYRK D 5347
Q-1 BLDRFOPYRREM 5 4k DR ET
BEORHPYRREM DA< HT=Y . EES T ORBEILEITo7=(FR(2)-1),

#=(2)-1 GC-MS/MSMDPYR{LH ¥4 #7 i

Collision energy

Retention time (min) Precursor ion (m/z) Product ion (m/z)

V)
trans-CDCA 10.17 331 9 135(Q), 107
cis-DCCA 11.7 323 28 137(Q), 109
trans-DCCA 12.01 323 28 137(Q), 109
DBCA 16.14 369 28 137(Q), 109
F-PBA 19.59 382 28 215(Q), 187
3-PBA 19.87 364 30 197, 169(Q)
2-PBA 20 364 20 197, 169(Q)

T—ILREFRAU=#R &Y. signal-to—noise ratioN3THIGEEZHRE TRIELET HI5E . trans-CDCAIL
0.04, total DCCAIE0.04, DBCA[Z0.03, F-PBAK Ur3-PBAI[£0.02 pg/LEEH S T=,
AR EDRZ6EERBTETSLTHRNEEZ, 6B EHRTRAET A ETHMEEZRAELT=.
BEACVHIS% A T ERLTEY . BEDHHTEIZIMZ TDBCA, F-PBAK Utotal DCCAZBIFEIEH IZMNZ TE
OO LEURLIZRIZER T HEBMNEST-,

@-2 BLORFPOPYRRBMEDBRIE

10762 D1FFRE1466 B2 DIFRMSF/FONTZETL DR(—EBIER)FT OPYRRFME—F ALz, TD
#5 R . total DCCABKUI-PBAIXIFEALEDHRZEMNLERESIN ASHDPYRICIBEL TSI ENERE
ENf. F- RBYREDIEMNFERICE. PYREEZEEDEEFISEETEFTHAELHALAI ELEST=(FK(2)-
2) , 3-PBADH I ENHER SN, BRI THLI-PBADOHITHEZRHTNDIENL ILTFZUDMEIC
ERALE-ZETIEHLGL, BXETPYRODBZEENELS. HAWVWEIBEZEEFIRLTHOTLEYMRBEDERIC
KUS-PBAHIM EN B LB CELIAHEMENREINTZ, SEHIC. REVEEOZTHENBEINT, trans-
CDCA# & Utotal DCCAIZEIZ, 3-PBAIXRICHZREEIMEZERL =, PYRIZRERZRFILITTHEELLT
LRAVONE-O. BEZEL-BREORERLEZIAOND, T4hHE. PYREBEICKIBEFELTHT 515
B . BEEOEHEHEERELLAETSIUHIVEBFTEERTILENHIILETRBTIEREL
2. HREDRERARBRAEABRRZREL-BER. REFFEZENT-DHLTHAHITBEVIEEFEES
fIMEVWSERERICTIIWV I EEZR-REEOFELIL. TLWR IDFEBLELYE trans-CDCALtotal DCCADY

BICEVERLGY . RPBEV— I EXRERARBROFERALEET SN RENT,
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F2)2 1BERPIVIFRORPELAOSMNRRZREIRBEMEEN5EIR n=1076; 372 n=1403)

>LOD (%) GM Selected percentile Max.
25th 50th 75th 95th
1.5 years old
ugll
transCDCA 57 - <LOD 0.09 0.33 1.56 22.87
totalDCCA 96 0.59 0.18 0.51 1.54 10.98 121.34
DBCA 22 - <LOD <LOD <LOD 0.17 2.17
F-PBA 12 - <LOD <LOD <LOD 0.09 1.62
3-PBA 98 1.11 0.71 0.98 1.56 4.86 28.20
ug/g creatinine
transCDCA 0.23 <LOD 0.17 0.66 3.10 243.06
total DCCA 1.20 0.42 1.08 2.88 18.91 226.65
DBCA - <LOD <LOD <LOD 0.26 4.89
F-PBA - <LOD <LOD <LOD 0.20 3.16
CPBA 7 225 139 . 207 3351001 5217
3 years old
ugll
transCDCA 35 - <LOD <LOD 0.15 0.90 19.49
total DCCA 94 0.68 0.30 0.66 1.63 7.04 299.32
DBCA 29 - <LOD <LOD 0.05 0.20 2.98
F-PBA 26 - 0.03 <LOD <LOD 0.12 2.30
3-PBA 99 1.07 0.66 0.98 1.62 4.13 202.91
ug/g creatinine
transCDCA - <LOD <LOD 0.24 1.65 26.38
total DCCA 1.12 0.49 1.08 2.54 12.27 256.70
DBCA - <LOD <LOD 0.11 0.27 10.27
F-PBA - 0.04 <LOD <LOD 0.19 4.65
3-PBA 1.75 1.09 1.67 2.65 7.12 162.72

*GMs were not calculated due to low detection rates (less than 60% of the samples).
LOD value divided by the square root of 2 were used to calculated GM.

5. AMRICIYEBONT-ELER
(MHEHENESR

AAEDELHENERI. UTO=ZATHS.

F—mBIX. FEMETHRBT O DHMELEREZRBV AR ZRFIOP), ELAOSRRFRF|(PYR).
FAZaAF /AR REBEBREFINEO)DBIEEEHILI-CETHD, FELORRNDBIRICEWT, BRI E
HUNBRHOELEMERELREREBLOBREBMLAEERARIE, HERAMIERICOLGL, TLIEF E
BOBEAUNTIOEHRDFELNLDORRNBE S T REAVEMENE=A) I HNEETH >
LIZkB, OPDBIFEEIZDNTIE, T TICHHXELTAERLIZA(Oya et al. 2017), THITKIDFERHFK K (2™
International Conference on Human Biomonitoring, 2848 ) CIXCOME 7 IO—FHhEBESh. SHED
BERICOVTOEHFENZLFEONz, HRELIZAZIEL. ZFRAUNDORBEILEYVE QR EICHRTESH
BN KE BRERBICETAICHEHETLL,

EFEABFABERLUVIBODFELDPYR, NEO, OPIREEREEF ARETHLMNILEIETHS. 15
FORFRICBTE3RMOEFNORBFMAR T ERARITHS. RENOBHEEFTHEAT HPYROK B
MELT. BRATIEFBEATH f=cis3-22-CTOFEZ)L)-22-CUAF ) oaFans-1-AILR VB
(DBCA)BLU4-TLAO-3-Tx/FL R EEE (F-PBADRBLANILABESHCH -, ChitFEITRES
THhbd,

FZRBEARARICKY. SRHOERDOIERRICBEIL. OPENECIFEM DFE M. F£1=. PYRIZFR B W
FOTELGAN  AFTREODERDHFESNMERMICKEVNIENTREBIN-CETHI. BEENSERIR
I BELLGSIEE . BEEZ AL T RRELIDENHIN. BNLEARETOILDICIEIREBRNBASHTE
{TIRELEW, . DIECELOPENEOIZD W T, RIERAE OB KD ANICLLIBBROFERNBET
HHZENBALMZEoT=,
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(2)REBRE~DOER
<{TTBMEREICERALE-RE>
REBEDMEEMEDAANDIIKEEET= AV T ICET IRV IT+—RAREITEB TR YE -
REYFABHBEEREDRFIZHIY . KAAETHLNINERRBFIDBELANILEZSBIZEENOEEN
ThhTb,

<{ITBMNFRTZIENRAFAZIERE>
FEORBEEAFENBFHILEYMEERBICEALT. TOFLAECILEYEICETIAERAREOH#
EIEATHIIENARRAEND, BERMICIEUTOIRALH D,

E—IZ. BRIZETS1IBESLUSHKIRDPYR, NEO, OPADBREEEMNBESH,IL-T=-, BEE=SY
DTELTOEYMZEME= )T ADEENGTRVBEADEL RV TIE. EHOERRHPDOILEYME
EQAERBRICEDIE, KEH (5% DERDBZEENEENDHS R E(Reference value, RVes) TS H
[SLTWS, &Y B EDBEAFLIIERDBELANILNEZAY T RAEEELTHLSAIZHST=FIZ,
—REFADBRELANIILELEAIREL LGS TS, £z, BB T AREEBEYRIEHIET 51O DELEE (4
AURfE) % HBM-HES KUHBM-IMELL TR ELTLWS, AMEDORZEF D FEEHE L. THHLEX
BHBLIUHEHBZEOABBHTETHLIDOT. LHAEITEVWTHREBDOFELDRVH B EZHRE
TEH5HEE. AR R CTHRLBEREDODNET—2LL55, Thbhb. SEDRVFMORIIREGST—2T
HY . BEEINBRAERRIZEETIMEEMEDAANDIEKEEE= AV TREIOSEICHLS, Fi=.
TERMZEEYEEEDOHDERE7IO0—F(SAICM) | TRHO SN S, WSSD20204E BIZED ZE R IZE +
EBKRBEDR T, 20DEEZEDI5DXVEIFORYBAEBZDVEDELTHRENBRDOIRELY
3%,

FEZIC. IOFILABICETOREEOREVRIVF[M~ADEMTH 5. TOFIILFAETEEITERASN
570ba—)LELTIE, BB DBYIRRORESICIVIFELVATOBFHICIERRNTONEN o1z, AR
TlE. TaFIILABEVSHIAZ AR —MAIROSMEBZRRICAZFESLUIREF R TERRL. RRFIDBR
B ET oz SR FELORESLIURZEDT—AEHRIGL TR T HILET, TaFILFAEDH D
REFEIDVEDTHAZHBEIDURVFEMORE WA EEICHS, TaAFILREICETEIRERRIL—ILIZL
=ML, S RETLTULETLY,

FZIT, IaFLREBICBEVT. RBHUNDILEMEICOVTOIF MR IRIE~NDERTH S &
HARICEY IRFSLPIRFRADORS TAFLABEOZMY T R—PORKXEZHIFLODOFARE
TIEShT=, ThHhE AREBPNEL MECODORIRMEEDEEFZ FLRMEEWEIZDT,
SRAMAIBEGRAZR NI TE L, AR TOREMEUNDILENEDORERELZRHETSH LT I
BICEBRLRIKICES,

6. FIRBMEDEFLRRRR

(MELGHELERK

<E@mfTEEwmI>
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Quantitative Concentration Measurements of Organophosphate Insecticide Metabolites in Urine Extracted

from Disposable Diapers in 1.5-Year—old Children in Japan
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1) N. OYA, Y. ITO, K. HIOKI, Y. ASAI, A. AOI, Y. SUGIURA, J. UEYAMA, T. OGURI, S. KATO, T. EBARA and
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EE@iE: 88l BAREFER(2018)

TBARDHYRIZETHEHR) O RBRBRBRELLETRELORE]
15) REAERF. P&, Bl . FHEBED NERF.MELIRE. BEML. LHEES. ER .

12



5-1551
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MEREAMMET ODZEAVNEIRERIZBIIRPRAZaF/ARZRZRFIDAIE ]
16) EIL #fi, EABF. FHEBAE.BR . XXZBF.NELBE.NERF.EFEAN, BEMHAE. £
B 588E A ARBAEF(2018)
[RAAE=BYL T FEERAVEARANNBELAOMRRERFIREL AL OERSLLE |

7. ARERE

MERERE

t5 &%

RIEXRZEFMEE ETEAFRFREMIEEZ. B (BER) . BE. A GBI RZXRERES
MEBHIZ

MRESIEE

N BERE B
HRNKEIZMEE AHETIIRZREREMREEE. EL(ER) . RE. ATEHILIKREX
FIREZMIEE

2) fREE B
LEEBERFEFHRBEREZERZ  ATEXRZXRZRET. . BX(ER) . BE. AGBMIKEXRER
EFEF EE

3) ki
LEEBERFEFHRBEREZERX . ERREXRERET B (ER) . RE. AOEXEXRZREFR
HRBEHRR

13



5-1551

II. RREDOFH

I—-1 $REOFBANTI BEM L X OHEROERRKIZE T 55

o B TSR 57K S BE S

BR 5355 @ i 7B ISR
G B 3
7l g HiE

Rk 27T ~204F FE B EF T RI4E - 100, 450 T-F (9 HFERL294EE ¢ 33,034 T-H)
TR, BERE ST,

[(EE]

MV A 3k B TSRS I ET D70, R ZE~DREBDOWREN D LWE DY R 7 i %
Tolid, ZORYOBRBEELZMDLERDH D, LovL, BINJERAHESL L T 2aWnsiick i 51k
WEOBRBREORE T, HAMICRTHIEFICZ LV, AFFZETIE T+ 86 Ot & BREE I 5 2F
PE (a2 FARE) | OBIMRZE RS, U5 L3R O2REN TENEILI000 N %8 2 5 70 B
THRBDOICHRMRIN S 2R EHED, IRPOFEHY R BH (OP) B LA =aF /4 Rk
RBAINEO) ZJE L, 7o, CEROWEREEHWT, B 250 (RHREROGEIIATH)
IR L 728 OFECERUE, Ble23E% B OATENA ST A LN O 2O IR, AR
P L OBEICOWTHF Lz, 77—~ Q) THIELZE LA A RRCPYR)ZERACELTEH, #
B L 7=kt & o B E 2 i IS fEAT L 7=,

Ut 3V T O RIZE N TS, RV OB RFIHORERE K E REAEZNBE SN, BIE
D EALBRDOBIC A DR & LT, 1 LA REOPE RANCE LT, PHERO B LT AT L —0fi .,
8 E VR LLN O FEE A R AR EAI O & OB A R S 472, OPSONEOITHEHL L 7= &4 O % 5- 23 bk
FIRE <, PYRIZATEREE 2 EORENHMIICKENWZ ERHL N E R T,

[%—17— K]
TaFAGE, EmAL SR, REE, Bt

1. Loz

i A I AR ET D TH Y L 3R E TICRADERICE S Z RN bNTW5D, HiEERT
B OMBEAILIE3E E TICE LSRR L, ZO%ERERME TIERERFELICR D, MHRRMEO B IX
JERE., K. RN - N, KRIMBE ONEIZHE . 3a% B IS BERI (L 3 N D 80%IZ 3 L, AR 0> & 12 0 S
MO bbb, Thbb, A%3EE CIIMOBEEDEHAM THY | BEMTFTVEOF L DOM~DRE
ZREBAT A1, T ORI ORI S LB L R D

RPN R 23 BB E O VR R B O ML, IR TP ki S 4L 5 R % 2 I E 5 5 AW E
=XV TICEDOBREHTHDY, L, ERVBENT IO IEHNIIREBSRETH S = &
25 HERAEO/NR RO FIHAE TIX, 03K E TOEMTFHET=2 Y > 7L RITIEAT
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ORI Te 2 b DROMEEDH R

I T DI PN S 72 R 2 FI ) L 72 PYRER ARG O s B E I ETE 2 < 1ZBEIC AR L TW D
VP ARBFSETIEPYR, NEO, OPA% B35 0 JR B B & 72 1A B D\ 457 722 IR e % R~ 2 0 BE 8
Hb, TZT, BT HREEZ FOMEHRLOD, B a2 M2z 5 X ) IctiEZ2 % B Lz,

@B o0 b OMIR (BTeoR) % AW 7-PYRIHH I E

Ak 0@ Y | HHFAB TN LI LR &2 W2 @R E R EE A2 BEICHEN. L CWizzd, Bie
oﬁﬂ%ﬁImﬁﬁ%@ﬂm%%#LtAmw,ﬁx7m7%777&/7AE T & (GC-MS/MS)
EROIVEREEN S ORIENSEME TH L7 VT~ AU B VR U EECDCA) BL -7 =/ %425
e (3-PBA) Z# L 0 mEEICHIET D LR AREE 2 . £z, FsmEZH O, ZhETHRIITE
o lz3-(2,2-Y 7 un b= )2, 2-UAF s -1-5 VR R (DCCA), cis—3-(2,2-V
THREE=)-2,2-VAF v rsaTanNr-1-VR U DBCAB X O4-T7 A u-3-T = ) X UE
BEm F-PBA)LHETEDLZENHLMNI /-2 (K()-288), 207, FHEEEOARE R T,
BLeOJRFOPYRIEIF2HEH L VCGC-MS/MSEHF T HY 77—~ QI W T Toe (FRIFH 77—~
@IcE D TREELE)

ﬁxﬁ*@ X0 X @\@M@
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+ \ + HsC. HaC.
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o o
Q... @Q — R YAl &

L P A
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o oN * Hc\\/\
5 @ "
\(\Y)k /\@ N on %\j/%o
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YV)L Yy* o %
= OH —
- AT Hc CHy /\[Q)

Fenpro athrm Tetramethrm Resmethrm
DBCA prop

(1) -2 PYRE: LAl & JR A & D BEFR

@3 Te> R H O OPREFHHH) O W E

P 7T —~ (2) TRIE LIBTeDRA & OOPREH Al L Z FI VT R POPIREM A2 E L7z, JIEIZ
1%, Lo Z /L L7zultra—performance liquid chromatography-tandem mass spectrometry (LC/MS/MS,
Watersfthfl  ACQUITY I class—Xevo-TQS, X (1)-3)&ZH W TiT-o7=,

X (1)-3 5#H1IZ FHV7ZLC-MS/MS
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ENORERAREMRA LGN EE LW ERA LN 2720, IR OEAEG LIIMIE A %
KL, AF LT,

@R ERAI T a7 7 AV ERBEIROER

U Y O R FOPARE Y. PYRICEHT) . NEOJREE T — & & | Ble 2355 A S LEEERT LA LLIN O 415N
KROREW., —aF s (HHA) BRI CIE Lo SREER b & O 7o AR B M, @M
RE, & B A EOEITVEMOMERRROFE R, B HEERBICERLZEMOBREDT — X & 2 fEA
L7z, AIRBRBEIC OV TIE, RPZEBAFCHDIRE N EAS%OHE D4 v Xk &K1 (TAL95% 132
Wh7aV—) , aP AT 1 v 7 EUFHITITIE x “BE X IXFisher D EfERE THEME15% KN OHH
ZET IVITHAIANTE, BMIZOW T, 2EO1FILL ERER L CW B OBEE10g% 1L & LT
FRRIC e AT 4w 7Bt &aiT o7, £io. FBAREYIRE 2 i T2 s o, BEMERE O
AVARYT VARG AT o7, RBICAERRREICET2EMER, ROEKICET2EMEA, EH
B A NIV EAENOBEM A 2T ZFE L RTREIREZEEESE L TEBR DT 217> 72,
FEHTIE 4 TIBM SPSS/AA—0 5 v 24% FHIWTITF o 7=,

4. HRRUEBR
@V 77— MER L SIME RN

U B Ic BV TR, 2EHRESINFE L4390 5 6 1,386 ANITHHNT 21T\, 1, 196 A6 [RIE &
7 FENT FI1396. 3%, REHRIL83. 1% Th o7z, ZOW, HIBRNIZE TR L T 723 o 72 /51%1077
4 (AR LV RL—=7RETLTEY, RERAZET) Thol,

IFAMAIZIB N TIX, BEMHESINF2, TI6AD 9 5 2, A4 NITHFEEIT 21T, 1, 839 A0 B [FE & 15
Too FENTFILBT. 0%, FIEHRILT6.2% Tho7-, TON, HIMNICHB LD ITRHRZREH L T ZE
S35, 6714 ThHh o712, SEHAEDOBTeSEIIL2 A K F Tkt L7225, MEFTIZ201749H K H £ TI
BT ERFROEE N H o721, 4T0 N B RfH L LT,

0 kieo « REBHEL 0TTADBEMEIL. BIE548 A (50.9%) . @529 A (49.1%) . W Hnix
167 H ~247> A (BAEME 231970 H T46. 7%) . FEBLO M EERFFln 1218 ~465% (FF B 325%; DUz #iFH 29
~355%)  HAE A E 11815~4, 542¢ (1 4R{E3, 060g; MUy Ar#ilH 2, 804~3,319g; (KHIZEMREILT.9%)
Thol, 3DBieD - REBHLF16TIADEMEIT, FIE866 A (51.8%) . Z V805N (48.2%) . WD A
i34 A ~4200 A (eI A33777 H Th6.5%) | REBL O L PERF AR 1R 18~465% (1 RAB325% 5 PU 57§
PH29~355%) . HIARFARE 1X815~4, 542g (W3, 050g; DU &GPH 2, 792~3, 308g; (KHIA (KL
7.6%) THoT,

Uk A S RO ICIE, RES OB &M H L2 7144, BRESCATTREZOEREOTLAH N
Bl o3EE A TIERWAEEMER B 5 7274 CAIEBENBL SOFRAFICEEND) | HEZEOTLHEN
RN AN14 DFH04 RSN L, RIRRBESCEREM O T 5O 217572, 3kl OMIricix, BE
SoBteormMHA L1174, AESCAFEHEEOEMMOTARNBL2HE B TRV ATREEN H
%484 QCAFEENBLOEREICEEND) | IREOEED RN H D 714 DFH644 Z kR L
THIGERE O FH G O 217> 72,

O BT 2 b DROIMETEDH R

Fox 3R OF T, MBLONSLDROHBOERIC, T LB ODORY ~—ZiEd THiT 5
FEEZARFLTWADRD, FOBRBLEEZNMAZ T, 5nlél0nldF 4 AR—FT LY o PERANWD FiELY
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B L7c (PRBEREMS) . TOMR, ZREZMZ D X IR0, ZHEBEOR BAINEIZ+50 7
REZFDITIE, SOICHRILEZEDDIMNERH T2, T T, YU U IP A XEREL L, ARG
HDOENDEBLODOR) v —BEZRF L, IANOBLoICx LTl 52 L L Lz, 208, Bt
O~DOHERENR 535 D54, 30 mlF DR EZMBEITE 2 X HIZR o7, WL LTI HEEZH VTR
OB L2 R, i £ T—80C THRIF L7z,

@Bt 2R OOPIEH O W E

Bhonbii L72REHWT, RPOPILERFY TH L 7%/ F (DAP) 6fffH (X F L
U Vg, DMP; Y AF)LFAY E, DNTP; ¥ AF /T F AU E, DMDTP; =F /LY Bk, DEP; ¥
TFNVF A Y B, DETP; Y FAYF A Y U, DEDTP) ZME LIz, ¥ 77—~ (2) TRELERD
RTALER k% L o 2V L Te @B E O M 88 ORI IC A b Thaiifb L, (1) 4D FIETHERM L7z, 1k
Ho LSO RHFOPREW A Z N TN (1)-5, 6lTxr-T, AFARNREHOKF (DMP+DMTP+DMDTP, X
DMAP) . = F /L 2 A D #aFn (DMP+DMTP+DMDTP, X DEAP) . 67&#H ODAP D ¥ F1 ( X DMAP+ X DEAP, X DAP)
ELTER N L%EMR LT, DAPIZLH Y, Sl TILbIZ L A LT RTOYEN LM S, SEIEHS
AN T2 o5 Ai R LT,

ImL urine

+1mLH20

+2044 formic acid(100mM)
J 51 1.5 stock solution
Incubation at 37°C for 10 min

“b Centrifuge

SPE column procedure 1 V' 5min,2000X gRT SPE column procedure 2
1.Pre-conditioning N 1. Column wash
1mL 2.5% NH3 1mL CH3CN(100%)
1mL formic acid(1mM) 2. Elution (30°C)

2. 1.8mL sample apply(urine supernatant) Iml22mL  2.5% NH3
Passed samples are collected (H20:CH3CN=1:1)
into new glass tubes

Transfer 5004¢ samples into Dry up with N2 gas at 40°C
Other plastic tubes and add .
50040 CH3CN(100%) |, a0t ccntzons
Mix well and sonication for 10min
Incubation at 4°C for 15 min
Centrifuge f Centrifuge
5min,1zoooxg,4°cf 10min,2000 X g RT
Supernatant is injected into Supernatant is injected into
LC-MS/MS for DMP and DEP LC-MS/MS for DMTP DETP DMDTP DEDTP

(1) -4 OPRGM I E D 7= 8 D HTILEE 7 1k

BRHEE | 0 mE R
60! 99.9% 99.8% 100%
80 80 I
401 80 607
40 401
201
201 20

057 10 100 1000 10000 ® 01 10 10 1000 100 ° 01 10 100 1000 10000
IDMAP (nmol/L) $DEAP (nmol/L) DAP (nmol/L)

X (1) -5 1R O R POPH IR (n=1,077)
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1001 R R 120 TR
99.4% 120 99.8% 100%
801 100 100
60 I 80 80
60 60
40
40 40
201 ’.HTH'I-H 20 ’mﬂ 20
— - : = — ! ; , 0 - - -
01 10 100 1000 1000 ° 07 10 100 1000 10000 01 10 100 1000 10000
2DMAP (nmol/L) $DEAP (nmol/L) $DAP (nmol/L)

X (1)-6 35k DR HOPIEHMIRIE (n=1, 469)
ILIEREDEBNEZ S0, BRI LT,

@I Te DR H ONEOD I &

BLon bt L2 REZHWTRFPONEOZRE Lz, TEXZI 7V FEZORH#HTH D
NTAAFNTEEZITY R AIX 70V R, F77a7 )R FTAINTA JuaFTr=vsr,
CITITITUDTHMEENERNSEE L, Y7 T —~Q2) TIRELZIROBILE FEEZ L X2V LTEE
R JE DI D EME I A D Tl b LT, () -TOHETIEM LIz, 15k & 35k D R PNEORE 2 Zh
ZHE ()-8, TR T, P ERBRHTRERB CHY . S HbIRBECH-T, 7 uFT
=V EFT A MRY DIRREO T AR AN TR R 2ERRE S < . L0 7 28 B VL3
LN ERHLNER ST, TEEXITY RETY )T 7T b UE O BIFIZ TR EN L. 5%
REES»S TN, EEIXZENEEELED Lo T,

1 ml R(BLDR) YT
+ 1 ml 2% V)V BUKIE R
+ 5 ul Smg/l LS stock solution
(Only Imidacloprid 50mg/l)
E&#% 37°CTIER
~ SPE column procedure e l

L. FLavsaia=vy
+ 500 pl 5% NH; A82/—)L & 7Hh=k)

JU(1:1, viv)
+ 500 pl 7K
2. YU TLEm

2ml RY> TV T
3.hTLEE )

* 500 pl FEKER (2%)
4. BEA
=500 ul A2/—)L

P82 200 —FERIE FRREICER

| 40°C BRAATHR ‘
l, +800 ul FER=RJIL:IK(1:2)
BAH® 10 5My=r—say |

| TANE—THH |

v

] S |

(1) -7 NEOWIE @ 7= 6b D R ALFE J7 ¥
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1,0001 BRHEE o0 i S 1,0001 mHE
42.3% 40.6% 32.9%
1001 1001 1001
107 101 101
n 1] WHJ pnn om |
01 10 100 1000 05 4 10 100 . o 000

Acetamiprid

+desmethyl Acetamiprid (nmol/L)

midacloprid (nmol/L)

Clothianidin (nmol/L)

1,0007 ﬁﬂ-_‘,zﬁ 1007 *ﬁ‘lf'$ 1,000 R E
45.5% 21.7% M 41.2%
1001 1001
101
10 10
1 "
oMl ) T LU ) m n
01 10 100 1000 10000 O 4 10 01 10 100 1000

Dinotefuran (nmol/L)

Thiacloprid (nmol/L)

(1)-8 15k DFRPNEOIESE (n=1,076)
REREDT-HILRPETEXT

Thiamethoxam (nmol/L)

10,000" BREE | q00 HRHEE | 10,000] B S
29.8% 43.6% 17.0%
1,000 1,0001
1001
- mmwmm Hmmm -
101
107 101
oL AT fnno OmTHHH[h oLl ,Hﬂunn,
01 X) 100d 1000 0 1 10 01 10 100 1000
cetamipri . . T
+desmethyl Acetamiprid (nmol/L) Imidacloprid (nmol/L) Clothianidin (nmol/L)
1,000 BRHEE )00 BRHE |00 R
32.0% 25.3% 20.2%
1,000 1,0001
100
1001 1001
101
101 101
h I | [0 m
%51 10 10 1000 Co0 1 10 %5 4 10

Dinotefuran (nmol/L)

Thiacloprid (nmol/L)

(1)-9 3% DR HFNEOEEE (n=1, 464)

Thiamethoxam (nmol/L)

I IIRE D ENEZ DIz, AT, BRITRERNROTZOMETET,

ORPEBRA T v 7 7 AV ERBEIRORSR

5-1551

15 e 0 JR h OP R AR IR FE & SEARJRAME OB 2 3% (1) -2127" 77, BRIRFRHEN & R OO HE P AR i 78

HEWRISYRM CTHoT2T20, ZHORTHE LGS &, ZHi& B OHERERD 25T

L7

GED2NF = Du VAT 4y 7RSI 2T o7 (R(1)-8) o TORER, £2EFHEOEMMK TR
TV, WBEVEURNOENRRA (RO HERER THE LS, METRAEZITHEK) CREA O
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A, SROFAERAERK TCI:REZB2EELYAOR LT 2L —DFH2 . TDAPR=F /L Z0P#H
KId e DfHE ThHh A S DEAPO Sl & A EITBE LT,

£ (-2 R ORTOPE HAIMRHE R L & LA S M1

Total Y~DMAP YDEAP YDAP
Lower Top Lower Top Lower Top
95% 5% 95% 5% 95% 5%

n () ) (B p D o p (G I ) D

Child's gender

Male 531 51 51 57 047 51 53 0.89 51 57 047
Female 506 49 49 43 49 47 49 43
1037 100 100 100 100 100 100 100
Child age (month)
<18 34 3 3 2 0.70 3 4 050 3 2 082
18 395 38 38 45 38 43 38 43
19 460 44 45 39 45 33 45 39
20 108 10 11 8 10 16 10 10
21= 40 4 4 6 4 4 4 6
1037 100 100 100 100 100 100 100
Season
Spring (April-June) 188 18 19 10 033 18 27 0.11 18 14 0.67
Summer (July-September) 294 28 28 25 28 35 28 27
Fall (October-December) 239 23 23 27 23 16 23 29
Winter (Januarly-March) 316 30 30 37 31 22 31 29
1037 100 100 100 100 100 100 100
Maternal age at delivery
<25 50 5 5 4 0.03 5 4 040 5 4  0.04
25=, <30 262 25 24 43 25 35 24 43
30=, <35 403 39 40 24 39 35 39 27
355, <40 257 25 25 22 25 24 25 18
40= 65 6 6 8 6 2 6 8
1037 100 100 100 100 100 100 100
Maternal highest level of
education
Junior high school 44 4 4 6 022 4 4 075 4 6 0.51
High school 266 26 26 18 26 31 26 22
Technical junior college,
Technical/vocational college, 385 37 37 50 38 31 37 46

Associate degree
Bachelor's degree, Graduate

330 32 33 26 32 35 33 26

degree (Master's or Doctor's)
No data 12 1

1037 100 100 100 100 100 100 100

Paternal highest level of education

Junior high school 52 5 5 2 0.54 5 4 032 5 2 047
High school 270 26 27 24 27 18 26 26
Technical junior college,
Technical/vocational college, 195 19 19 16 19 16 19 14
Associate degree
Bachelor's degree, Graduate 504 49 49 58 49 62 49 53
degree (Master's or Doctor's)
No data 16 2

1037 100 100 100 100 100 100 100
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#()-2 Fx
Total ~DMAP YDEAP XDAP
Lower Top Lower Top Lower Top
95% 5% 95% 5% 95% 5%

n_ W ) (B p ) p ) ) p

Annual household income

(million Japanese yen)
<4 268 26 28 23 0.54 28 24 0.85 28 23 0.65
4=,<6 373 36 38 35 38 39 38 36
6= 337 32 34 42 34 37 34 40
No data 59 6
1037 100 100 100 100 100 100 100
Mother's smoking history during
pregnancy
Currently smoking 16 2 2 0 044 2 0 0.65 2 0 012
Prewousl'y'dld, but quit before or 274 2% 23 34 2% 30 27 40
after realizing current pregnancy
Never 685 66 70 66 70 70 71 60
No data 62 6
1037 100 100 100 100 100 100 100
Presence of smokers near the
child when he/she was 1.5 year old
Rarely or never 815 79 83 75 0.17 83 80 0.70 83 79 056
Ocassionaly or Frequently 174 17 17 25 17 20 17 21
No data 48 5
1037 100 100 100 100 100 100 100

#F(1)-3 AJRBREEENIN O 1k 2231 2 R P oPR A IR EA26% DA » X

model 1 model 2°
XDMAP XIDEAP XDAP XDMAP XDEAP XDAP
OR OR OR OR OR OR
n 95%CI  95%CI  95% CI n 95%CI  95% CI  95% CI

Use of household chemicals during preceding one year
Use of indoor insecticide

No 580 Ref Ref Ref 580 Ref Ref Ref

Yes 413 1.5 1.1 1.8 413 1.5 1.1 1.8
(0.85-2.7) (0.63-2.0) (1.02-3.3) (0.82-2.7) (0.61-2.0) (0.98-3.2)

Use of herbicide

No 859  Ref Ref Ref 859  Ref Ref Ref

Yes 134 20 1.4 2.3 134 1.9 1.4 2.2
(0.97-4.0) (0.68-3.0) (1.1-4.5) (0.95-3.9) (0.67-3.0) (1.1-4.4)

Living environment before the survey day
Use of insect repellent sprays

No 936 Ref Ref Ref 936 Ref Ref Ref
Yes 79 2.2 2.7 2.3 79 2.1 2.6 2.2
(0.84-5.5) (1.3-5.8) (0.94-5.5) (0.79-5.4) (1.2-5.7) (0.90-5.4)

YDAP; sum of DMP, DMTP, DMDTP, DEP, DETP, and DEDTP, XDMAP; the sum of
DMP, DMTP, and DMDTP, and ZDEAP; the sum of DEP, DETP, and DEDTP.

*Model 1 estimated ORs and 95% CIs adjusting for urine collection season.

"Model 2 estimated ORs and 95% Cls adjusting for urine collection season and, maternal
age at delivery (categorical).

35 D JR HOPRE AT IR & SEAR B 0 B & 2% (1) ~ 2R 37, BRIR M & OB 23 A B HE =R 15%
K CThoTe, FHITHE L AT 1 v ZERSIT 21T o To i R a2 R (1) 6127, AHREFENE D 2
ZEMRTDHLEIE LT O IDEAPD EAS%D A v X o EF N R S -USE, BEOINICE ST 5
HEHKIXRD T bR h o7,
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#Z(D-4 3k O JR T OPR: AR BE & FAE PG

Total ~DMAP ~DEAP ~DAP
Lower Top Lower Top Lower Top
95% 5% 95% 5% 95% 5%

n (B p D (»  p ) (%) P

Child's gender

Male 732 71 51 64 0.04 52 53 0.90 51 67  0.01
Female 674 65 49 36 48 47 49 33
1406 136 100 100 100 100 100 100
Child age (month)
<36 57 5 4 7 051 4 3 046 4 7 036
36 324 31 23 17 23 29 23 21
37 782 75 55 60 55 59 55 60
38 165 16 12 10 12 7 12 6
39= 78 8 6 6 6 3 6 6
1406 136 100 100 100 100 100 100
Season
Spring (April-June) 323 31 23 14 0.16 23 14 0.01 23 14 0.15
Summer (July-September) 493 48 35 34 34 53 35 40
Fall (October-December) 298 29 21 30 21 16 21 29
Winter (Januarly-March) 292 28 21 21 21 17 21 17
1406 136 100 100 100 100 100 100
Maternal age at delivery
<25 73 7 5 3 071 5 6 0.83 5 4  0.82
25, <30 321 31 23 20 23 20 23 23
30=, <35 544 52 39 37 39 36 39 34
35=, <40 378 36 27 33 27 33 27 33
40= 90 9 6 7 6 6 6 6
1406 136 100 100 100 100 100 100
Maternal highest level of
education
Junior high school 42 4 3 0 047 3 0 025 3 0 037
High school 363 35 26 29 26 26 26 31
Technical junior college,
Technical/vocational college, 545 53 39 38 39 34 39 37
Associate degree
Bachelor's degree, Graduate 446 43 By 33 3 40 By 31
degree (Master's or Doctor's)
No data 10 1
1406 136 100 100 100 100 100 100
Paternal highest level of education
Junior high school 74 5 5 6 0.84 6 1 037 5 6 0.77
High school 365 26 26 30 26 32 26 31
Technical junior college,
Technical/vocational college, 233 17 17 18 17 14 17 18
Associate degree
Bachelor's degree, Graduate 715 51 52 46 52 5 5 46
degree (Master's or Doctor's)
No data 19 1
1406 100 100 100 100 100 100 100
Annual household income
(million Japanese yen)
<4 379 27 23 25 0.74 29 23 0.55 17 26 043
4=, <6 511 36 39 34 38 42 20 31
6= 432 31 38 42 33 35 28 43
No data 84 6
1406 100 100 100 100 100 65 100
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#(1)-4 frx

Total YXDMAP YDEAP ~DAP
Lower Top Lower Top Lower Top
95% 5% 95% 5% 95% 5%

n__ (") D) ) »p ) () p D) (%) p

Mother's smoking history during

pregnancy
Currently smoking 19 1 2 0 0.54 2 0 031 2 0 023
Prewousl.y.d1d, but quit before or 163 2% 28 25 23 » 23 21
after realizing current pregnancy
Never 942 67 71 75 71 78 71 79
No data 82 6
1406 100 100 100 100 100 100 100
Presence of smokers near the
child when he/she was 3 years old
Rarely or never 1148 82 87 86 1.00 87 81 0.14 87 82 0.56
Ocassionaly or Frequently 178 13 13 14 13 19 13 18
No data 80 6
1406 100 100 100 100 100 100 100

#F(1)-5 A{HBREEEK O35 EIZI 1T 2 IR PoPR A I L EAZ5% DA » X

DMAP DEAP DAP
OR OR OR
n_ 95%CI 95% CI 95% CI
Consciousness of diet
Preference for organic foods
Strongly disagree 454 Ref Ref Ref
Disagree 641 0.80 0.76 0.70
(0.46-1.4) (0.43-1.3) (0.40-1.2)
Agree 277 0.90 0.91 0.92
(0.46-1.8) (0.46-1.8) (0.48-1.8)
Strongly agree 28 1.3 4.1 1.3

(030-6.0)  (14-12)  (0.29-5.8)

Conscious of daily action for food safety

Strongly agree 271 Ref Ref Ref
Agree 890 0.56 0.47 0.54
(0.32-0.99) (0.27-0.84) (0.30-0.96)
Disagree 203 0.84 1.0 0.99
(0.40-1.8) (0.50-2.0) (0.48-2.0)
Strongly disagree 35 0.84 1.1 0.83

(0.19-3.8)  (0.32-4.0)  (0.18-3.8)

Living environment before the survey day

Spent time indoor facility

No 1084 Ref Ref Ref

Yes 289 0.60 1.0 0.92
(0.36-0.995) (0.59-1.6) (0.56-1.5)

Spent in a kindergarten/nursery

No 507 Ref Ref Ref

Yes 502 1.1 0.35 0.89
(0.61-2.0)  (0.15-0.82)  (0.48-1.7)

1% = D JR FINEORR AR FE & AR ME OB 2 % (1) 612/~ T, REBLO HFERFE IR A3 A 5 e 28 1 5% A Tt
Thotr, HBROHFEREBRARER L L Ta YR T 4 v V7 ERSITE2To 255, ORN E&H LT
LZHEHEFEETCH ST (R)-1), B~OEFHOEMHEBAIZBNT, W< 20 d Yy X& TP 27T EL
TWDAIHDONE LN, ZTHIZOWTIREAH TS 5,
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Total Dinotefuran Total Dinotefuran
Lower  Top Lower Top
95% 5% 95% 5%
n__ ) ") (%) P n (%) (%) P
Child's gender Paternal highest level of education
Male 530 51 51 49 0.78 Junior high school 52 5 5 4 0.69
Female 506 49 49 51 High school 270 26 26 31
1036 100 100 100 Technical junior college, 195 19 19 14
Child age (month) Technical/vocational college,
<36 34 3 3 0 052 Associate degree
36 395 38 38 41 Bachelor's degree, Graduate degree 504 49 49 51
37 460 44 44 49 (Master's or Doctor's)
38 108 10 11 6 No data 15 1
39= 39 4 4 4 1036 100 100 100
1036 100 100 100 Annual household income
Season <4 268 26 28 25 090
Spring (April-June) 188 18 18 16 0.95 4=, <6 373 36 38 41
Summer (July-September) 294 28 28 31 6= 337 33 35 33
Fall (October-December) 239 23 23 24 No data 58 6
Winter (Januarly-March) 315 30 30 29 1036 100 100 100
1036 100 100 100 Mother's smoking history during
Maternal age at delivery Currently smoking 16 2 2 0 0.65
<25 50 5 5 4 0.01 Previously did, but quit before or after 274 26 28 29
25=, <30 261 25 25 20 realizing current pregnancy
30=, <35 403 39 39 29 Never 685 66 70 71
35=, <40 257 25 25 29 No data 61 6
40= 65 6 6 18 1036 100 100 100
1036 100 100 100 Presence of smokers near the child when
Maternal highest level of Rarely or never 815 79 83 82 085
education Ocassionaly or Frequently 173 17 17 18
Junior high school 44 4 4 4 024 No data 48 5
High school 266 26 26 22 1036 100 100 100
Technical junior college,
Technical/vocational college, 385 37 37 51
Associate degree
Bachelor's degree, Graduate 330 0 33 24
degree (Master's or Doctor's)
No data 11 1
1036 100 100 100
(-7 AEREZEROUSERICBT 2R Y 2777 (NEOE A R EA25% DA > X

Dinotefuran
OR
n  95%CI
Consciousness of diet
Care about nutrition balance
Strongly agree 225 Ref
Agree 720 0.50
(0.26-0.94)
Disagree 86 1.4
(0.56-3.4)
Strongly disagree 5 -
Avoid using frozen foods
Strongly agree 259 Ref
Agree 475 0.45
(0.22-0.90)
Disagree 245 0.87
(0.43-1.8)
Strongly disagree 57 0.51
(0.11-2.3)
Conscious of daily action for food safety
Strongly agree 210 Ref
Agree 679 0.42
(0.22-0.82)
Disagree 122 0.83
(0.34-2.0)
Strongly disagree 24 1.0
(0.20-4.6)
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3% O PR PINEORR B i & FEA B M D B 2 3% (1) -8IT" 7, FHi, BHOABE, HHNANH BEfER
15K T >, REIE IR F L LTR VAT v 7 BRI AT > kR, BEEHIA /4 v Kb
D EFITR SN0 T,

# ()-8 3RILORTY )77 T v (NEOR A I & FEA R
Total Dinotefuran Total Dinotefuran
Lower Top Lower Top
95% 5% 95%
n__ (% ) (B _p n (%) (%) P
Child's gender Paternal highest level of education
Male 731 52 52 47 039 Junior high school 74 5 5 3 054
Female 670 48 48 53 High school 363 26 26 23
1401 100 100 100 Technical junior college, 232 17 17 21
Child age (month) Technical/vocational college,

<36 57 4 4 4 0.62 Associate degree

36 323 23 23 24 Bachelor's degree, Graduate degree 714 51 52 53

37 780 56 56 49 (Master's or Doctor's)

38 163 12 11 17 No data 18 1

39= 78 6 6 6 1401 100 100 100

1401 100 100 100 Annual household income
Season <4 297 21 23 20 0.14
Spring (April-June) 322 23 18 13 0.09 4<,<6 496 35 39 30
Summer (July-September) 491 35 28 37 6= 497 35 38 50
Fall (October-December) 297 21 23 20 No data 111 8
Winter (Januarly-March) 291 21 30 30 1401 100 100 100
1401 100 100 100 Mother's smoking history during
Maternal age at delivery Currently smoking 19 1 1 2 035
<25 72 5 5 1 021 Previously did, but quit before or after 362 26 28 20
25=, <30 320 23 23 19 realizing current pregnancy
30=, <35 542 39 38 47 Never 939 67 71 79
35=, <40 377 27 27 23 No data 81 6
40= 90 6 6 10 1401 100 100 100
1401 100 100 100 Presence of smokers near the child when
Maternal highest level of Rarely or never 1145 82 87 82 0.28
education Ocassionaly or Frequently 178 13 13 18
Junior high school 42 3 3 0 0.08 No data 78 6
High school 362 26 26 17 1401 100 100 100
Technical junior college,
Technical/vocational college, 544 39 39 41
Associate degree
Bachelor's degree, Graduate
degree (Master's or Doctor's) 443 32 31 M
No data 8 1
1401 100 100 100
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L2k, RS DRERNBME TH D trans—7 VW T~ LD HILAR R (CDCA) B L N3-7 =
)X VEBEm B-PBAICIZ. ZNFETHRIETE aholzcissB X WV trans3-(2,2-Y 7 nn =)L)~
2,2-CAFN T asR-1-H VR (total DCCA), cis—3-(2,2-Y 7 HEE=)L)-2,2-Y A F
N raFaRo-1-HR B DBCA)BLU4-7 /04 n-3-7 = ) 22 AFKEE  (F-PBA) % & i />
DA AN—T ' NCHMTHREE oo Te, ZOHEEZ AT, B L O8I 615 572 R TPYR
R zE=2 V7L, TNODRESAM, hE, FEHEB I L OAETEEREZER & OB LT LT,

[%— 17— k]
ELRnA FRERAL XA/ 4 FREEA, TR

1. Loz
{EFEWENLETHLMNE I DL, TOFEWENFFOREREEBREEOLEL LN —FTERTH 2
LIETERY, FEETMIDY ERLZEE LB ERREZANICERL, THEEORE] . TH
BHBEMORR ) . TEHEEERCORBE] 217> CW\W5, —FCREmT BEE=4Y) 75—
R TRERNET —% ) 2 P2FH LT, L T TEHNR e METEBREZ M T 5 Z EB8%0,
Lo, EEOAFERETD (AARMICITREEIECERE) CoOFWERERIIIEFICZETHY | [
AL~V TCORBIMMAEBR TEEINE TICAEEI N TWALEWE Y 2 7 2L TE 5 aTREM:
Wb, I, ALFEWEOZEMEEMHRT D LV I BT H A L)L T OIRE AR L O3 N 2H
Th b,

NAFE=HY T FEEROTALFWERETFMORS, Thb b AR OB iR LR
ERCRBEICL > THEBLZ T OHBEE®HRY) v RERFOLE T 2 ) =27 7 —BIFHEOK T) %
B+ 52 LT, BELLVEFEBNCEH T 2R ABHRAICED ST 5, BIREZED &R RAO
MREERNIL. RPICEENL2ERF S L2 WVIEZOREMEREEICERTHZ L TEBINTNDD,
EREI ORISR0 52, 3ME TONRLMAET=F Y U T IFRBRAE SN TV DIREMTE A
ETh b,
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2. WRBERED

T TR EOIE R TH D0 52, 3% £ TOB RARE ML, LFEOZRAY 2 7 FHHIZ K
DEIRNEETH D ENLESIT, e o FICHEI S T2 IR &2 T U 72 i R 2% A 2 1k % e ST
LTWaY, ZoEICEy, BLo&2MHL WA/ R Taxtft LT Moy LA A NR%
H4) (PYR) DUEEE RN FRE & e o 7, T b b RPICHRtt S 723-7 = / F U ZEFME (3-PBA) B &
~@u%my71w&y§~sz7n»ﬁ>ﬁ§(ammfammﬁVE:&wwyﬁmee@vatoLw)bﬁﬁﬁg\ﬁ
FNIEA T 2 RECK G LT RBICADLE TEZHESERIERNEH SN TV DD, HRAIZIX
HIZZL DRFE LA A RREBRFNONRHME T L, 8705 AR %&ﬁf%é%%#%fé
noobhb, —J, TAIIHFITERT TR R A=aF /) 4 RRZEBRFO AL AE=H Y T
LTWDD, BLONOL/ELNTIRY 7SS Lo R T 720,

ARAFFETIX, BEICBR L T d B oMtk a s L, B L 2 a A KRR BRA (PYR) {RE#Y O 5 HE B
DEBEMERF=aF ) 4 RRZBFOFHR ITIEORIEEZ B LT,

3. BrRBRFE
OFTe 2R OPYRIH 23 HT 1% 0 B %

% (2) -1ZPYR&E ZNUDMENIC Ao T2 GA I RH#m E L CTRTICHRt SN 2ME & OBfREZRT, 3-
PBAYS X N trans—CDCAZPYRIEFE ~— 1 — L L CHEH L, BLeoREXG & Uiz @ld B 1 E ik o A F 2B

WRETICHE Z TV 5D,

M(2)-1 LA A FREBA L RPAEHY & OB

o, e wb oA

Ethofenprox

CH, CH
Cyfluthrin \© Cypermethrin \© Cyhalothrm \© CH& 4 4
\4 )\Q Allethrm o Pra]lethrm =
Q. T @Q — W* W*
HiC
F-PBA DCCA SHHEA Esfenvalerate
o o o 4 \\/\
o o LN i f N
o T\ -
Hie’ oHy \cHy —_— w <4— Imiprothrin )

HaC

o 0. 0.
. Phenothrin \©
Permethrin \© De]tamethrin \O CDCA \by/g
o} o \ Q
MO~ 0 N o N\
HiC CHy o HaC CHy W,

Tetramethrin Resmethrin

DBCA Fenpropathrm

Abbreviations: DCCA, 3-(2,2-Dichlorovinyl)-2,2-dimethylcyclopropane-1-carboxylic acid; F-PBA, 4-fluoro-3-
phenoxybenzoic acid; DBCA, cis-3-(2,2-dibromovinyl)-2,2-dimethylcyclopropane-1-carboxylic acid; CDCA,

trans-chrysanthemumdicarboxylic acid; 3-PBA, 3-phenoxybenzoic acid.

A a~ N7 7’/2{5%19?% (gas chromatography—mass spectrometry, GC-MS)IZEMEYNRIES L
TeWE DM Z 5 - EETD2DI2, EPOTHNRGTEETH L, WE :ﬁbwwm%ﬁmbt
trans—CDCAFS L OB-PBAD HATIEZ BHFE L7 ORI ZFIRFIZER L L O & LIEGE. RHDHWVIT
%@O¢:aihéﬁﬁﬁ%%gu%®%%%#%%t%ﬁkﬁékb\wmlmm,%m%iUF%A
DHMIERETCH 7, V77 —v22HET 5 LIS IECC-MSICH_RTE HIZEB RO G WA 7 v~
NTT 78T NERESHTR (GC-MS/MS) ZE A L=, Zivg v Clie 2R b #EREMIZPYR
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Rt %2 SRERHNT 2 HiEEHEL LT, ZHICE 0, DAETEEHME SN TI 20> 72DBCAK £
OF-PBADRFREZ FHNOE=F V7T 52 ERAEEE o7, BIERH FRM (Linit of
Detection, LOD)IX. 2 mlDREZ AN TN EITo725A. 0.1 we/LRREL Lz, ZOMEIZE Y RiAE
N DHBHERIL, total DCCAF K N3-PBATIO%, trans—CDCATH0%(HA A Zx42)? . DBCAE L ONF-PBAT
10% (7 AU B NERR)VFRETHS, L, F-PRBAICREEND 7 R viconTid, FAEIIC
BILEFEOHMENBIE L TNWDLZLE2EX L, MEHBIXI I LA T WEER S D (K(2)-2),

N ~ X -
IR 4(2)-2
‘ AARICEBTAZY 7L MY > OENEHEORERE
N ot (LW E T — % X— A, WebKis-Plus. (LEWHEL
3
22 * . LIRS AT A L)
o °
E 2 -
?Elll.s -
H
1
o ’0"0"””"000
01985 1990 1995 2000 2005 2010 2015
ER(5)

HEE I Leng BV D FiEEBEIL, Vo TIVRTLELD HGC-MS/MS = T ¢ ¥ 3 > % THHFZEE T Hif
FREZR HIRICS B LI FEEZRIA Uiz, 2B, ARIE TIEIANETIEREY Y (internal standard, 1.S) & L
T2-7 = ) X VEEFm (2-PBA) & Wiz,

@I Te 2R FINEOFS K UM 53 1T 15 D B 56

— 07 RIPNEOD EEE DI L D=4 U > 7%, #AUTSEERIT THx OBFEERFEE L TV 2 K%
BRIV AL Td D, Z OfRRERZ AL, AL Tkt 2l R 2 HHWZNEOD 53 ik O 2 H 5 L
7o AWFZETIE, 1000816 %2 B2 DRV > TN E T 2 0ERH D720, S RENMLEEZ TR
LEVHIBBIRIELH D, LLRY I NVERITEET L2~ M) 7 ZABMAERH Y . mEEks v
~ NI T T H T NERESHE (1iquid chromatography—tandem mass spectrometry, LC-MS/MS) % 4347
Bl LTHWD Z 2B R D L LE LIl Z kRIS 5 72 O ITIX B B O E i o 77 AL
TEZEMESL L, DTSRI 20 REABE T RETHLHLEE R DH, BEMOEWYT 7 VLB E
ClE. OBREOE N, TRbbARL—Z =DM MOWNEETOHIEDNL D LT, FERG A
BEZCFEOECDZELZ TS WHETH DL, IMARWEIIT X I 7Y K N-TAAFAT &
ZITYR AIF 7T YR FTroruFdY R FTAMNYL Z7uF7=VrBIOY /)77
YThD, =7 7T LIENTOEMEL DR RPNPLOBHITIEE AL ERIAENR DN T72D
CARBFZE ClExtgst & Liz?, BIEE 9 5L0DIE, Blr o2 S FICHEBHRE L 72 RICE F 4L HNEOS 4T
LRV~ (TEZI7Y R 0.03; 4342707 ) FBXOFT27r7 YR, 0.3; F7ARESL,
0.2, /mF7=vr, L0, ¥/ 777, 0.3ug/LIREE) & LT, SMEAHMEEREZEML, —ED
TR 2 m L C R Y MEDNHRE S, T oREEEAE AT L2 5EEZ Bfe L CEBRET 21T o 72,

@15% - B X O35k V0 JR PYRIS 34 1 &
67> A RIEEZEZ ISR IE~OBZMORFE B a T LVREEMN2 =y bR ¥ =S
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Zxtgrl U (A& %86.3 %), =D H B, 201546 H 75201646 H O I &L A L 7=k T2 % AL
L7240 810764 & 20164F5H 72 H 201749 H £ TICEKMIEH L7eB L2 dH 2 WIT RFIR 2B T& 72
14644 x5 & Lic, EADRFTREMEOSAIL, IFERDMTH LI, ERIZIL, 23T A B
Uy 7 BREERM Lz, BERMIZIE, ~v ~FRA vy bh=— ZT7RAIN - T )V AREEZHRHA L, £E
HEZIEAR 7 2 —=FEE2 Wiz, 500 EKEEIX0.05(R 7 =08 —=0OF1E TlX0.0125) & L
oo BLOORBMEZGY | WM K6 BV L, ThZziomls U PREHTe, 7 12 mlBd Ao
20 Ly Y Vb F a— T THEMER, KTV UV ERAICSEIT O U L, AEES ST oW &
Wi 52 & CREZMEB Lz, MHREZZEZTAORESAMHFICTRGE Lo b, BERETHE LR
BFEFCREMATART v 7L, 77 F =0 BLXUOPYRRED DL Lz, 7 L7 F = 3B
U CUPLC-MS/MSIZ CTE & L7z, PYRIUHIWIL, Wi, 8k, Bz A b il ik
Y TVREE L, Agilent T000C kU FATUEM GC-MS ¥ AT L& AW TERSH LIz, RIPYRIGH
MIRFEL0 pg/LIZHB VT, RRPNEE TOMcHEILERIT61%LL E, B NZEE) (CV%, n=6) 1X7. %L T, HREZ
&) (CV%, 5 days) IT14%LL T Th D, Zeds, 3T°C24RFMIC I 1T 2 BTe D HPYRIH DL E M & sl L 7274
R, bR LUTZPYRIREIIZ3-PBATH D | Z DX T OFEEJTL10FRE Thd o I D FHAICAH R T T
X722 ho 77,

@I Lo R HOPHEW 53 BT ik 0D B %

BLe DR O OOPREMRELEZIE Lz, BANTUEFEB L O3S EOREAWZHlELY 77—~
@) TIFH L LTWER, RfRETYH T T —~ (Dbl b 2 Lt@BEdikk s n~ 77
7B T NEESHTE (LC-MS/MS) ZfEH L7 F 3 @& CRIERTRE CTH D Z ENHBA LTz, L7zdi»o
T, BHEZEEOKBZE T, ZOUMEEFV 77—~ MICBNTEMLL BRIV 77—~ DIk
WTRLE)

4. BREUNEBE

OB 2R E L AT A RREBFEH D 5 HTE OB

O-1 W > FIVRETLEL ST 1k O faFt

HEE T Leng Y O L EBE I, o TIOVETED H6C-MS/MS2 > T 4 3 3 v F TYHFZE=E CTHE
ARE7e FIEICK B LI b D& D BT, X (2)-312% v FVETHLEE F ik 2R 2R T, i, AT
TIXNEBEE#EME (internal standard, 1.8) & LTC2-7 =/ T ZEEM (2-PBA) &\ 7=, IABEGIN
B, BRGEHIE, BODOA UF aX—T g VR ST ERT L, AR 7 RS TR ik &
LT,
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2 ml Urine

Add
20 ul of 1 mg/L 2-PBA
500 ul HCI (6 mol/L)

Heat block (100°C,2h)

Cool down (chill on ice)
Add 3 ml of tert-butyl-methyl-ether

v

Two times
Tert-buthyl-
methyl-ether(d2
ml

Vigorous Shake (10 min )
Centrifuge (2,000 rpm, 5 min )

Transfer organic layer

Evaporate with N, (40°C)

Add

250 ul of acetonitrile
30 wl of HFIP

20 ul of DIC

| Slightly shake & incubate for 10 min at R/T |

Add
1 ml of 1 M sodiumhydrogencarbonate solution
Y 250 ul of iso-octane

Vigorous Shake (10 min )
Centrifuge (2,000 rpm, 5 min )

| Transfer iso-octane (upper) phase to GC/MS sample tube |

B(2)-3 Y FARIREGEDO 7 v —F ¥ — |

D-2 GC-MS/MSD k5% i

M T DX AEMERtx-65 (30mX 0. 25mm X 0. 25 m, Restek, Bad Homburg, Germany)Z HW\7=, Z®
OYBED T SIXILRAPE D mWEERRVE D T 2 (] 2 1EDB-5) 12T trans—CDCADIRFENFH R TH H Z L0
REHBO—-DOTHD, CHTLA—T L ORIBT 07T MIKQ)-4URTEY T, —9HrdH 7= 0 K30
BEVWIGHHA 7V THD, Thbb, 1HICASHRIEKREDWIFE ) Th 5,

Injector temperature : 250°C
Interface temperature : 280°C

3 min

300°C

50°C/min

5°C/min
70°C

3 min

[X](2)-4 GCHT LA =T ORIBT 0 7T A

O-3 FEHEWE O oy Bk R

a) 3-PBA

bz AT, EMWEOT v I—Y—A A BRIV T va ¥4 AERFL, BEt
MR T Ha) Va vzt U—0kiEbEEE 7S MM AV EBET LI ETRELE. Thbb,
AT I v I7MM(EERIGET=Z VD) BT H)ODOKFE T A —Z B2 E LT, L FIZ3-PBAD k—
A F v ra<w b T T 5 a2 Ta s AFEFEOMS2AF v, a2l g H AonflFDMS2 A3 ¥ 1T
X777 A 07— arard (K(Q2)-58LV6), 3-PBALSNDREMIZT, h—F VA Ao~ T
7 I ECE of FRFDOMS2A ¥ ¥ » DIk 7Rk T,
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06 [FE1 TIC A%+ 20151020.120

175
15
125

075
05
025

08

06

04

0.

~

768

1148
509 J | \
I|. L .

4102 |FEL A% (20442 min) 20151020120

196.7

1407 168.7
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005 01 215 02 025 203 2035 042045 205 05 208 2085 207 275

=

152 b v, IMEB (min)

[4(2)-5 3-PBAMEHEE DTICE — 7 & 7 L H1 —H— A F o

houk (8 vs. KERH (m/2)

%10 2 [+E1 70047221 (20441 min) CIDX32.0 (3840 —> =] 20751020 proc02.D
1 140
1689
o8
D6
D4
69
1149
02 I
o I P Ll 2
40 60 80 100 120 140 so 200 zzo 'uo 260 280 300 320 340 360 380
110 Fi%ive MEW ‘'z
%102 [*E1 FOF0 1722 (20442 min) CIDE34.0 (3840 —> =) 20157 ozup.ocozu
1 1409
o8 168.9
o6 196.9
04 769
1150
02 |
o L | Al L l 3
40 60 80 100 120 140 180 1E0 200 220 230 260 280 300 320 340 360 380
a NE (v MBEWHN (m2)
<102 [+E1 7090172 (20 443 min) C10HD 0 => ==} 207571020 peoc2 D
1 1 o
. 140 197
o6
s 769
o2 1149 |
. |1, .
40 60 80 100 120 |o/ué&fn(\23h 220 240 260 280 300 320 340 360 380
O (N s MEEH (miz)
<102 [+*E1 FOF0 1724 (20 444 min) CIDE208.0 (3640 —> =] 20757020 procl2 D
1 1689 1970
08 1409
D6
04
02 7» 1149
N l | N T ! :
40 60 80 100 120 140 160 120 200 220 300 320 340 360 380

[4(2)-6 3-PBAZEHE G DT 1 X 7 A F L al)

280 260 280
AR Rivs WWEH (m/2)

Yarxz)rv—LoEE%

60 80 100 120 140 160 180 200 220 240 260 280 300 320 340\’1@0 400 420 440 460 480 500

K 2)-5BLVKQ)-6DFERLY 3-PBAD NI g 3V —Y— A4 %n/2364, =) Vg v

TF T —(eV) &30, YT A A %En/2140,
DEN168E Lz, LLTOPYRISEHEM b IRRIC T LI —Y—A 4>, 2V

168,

FroEBt L., EEAL Y EEEA T U ERE L,

39
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b) trans-CDCA

105 |#E1 TIC A4y 20151021 MATscand! D

16

697 717273747575717579 a 81 azaamsaaa
197 bvs. B (min)

5-1551

102 [#E1 A% (8111 min) 20151021 MAtscan0.D

1 1070

08

2611
06
3031
04 80 g1, 1340
I 1 3311
0o wy |10 510
wso

i l Loy

78889 9 91029304 95 40 60 80 100 120 uo 160 180 200 220 240\%s¥2eu ‘m/v)qyﬁ 360 380 400
h9uh vs KERH

[X1(2)-7 trans-CDCAFEYER DTICY — 27 & S L —H—A F

MQ-TOMRLLTDOBRDOAY) VarzfP—(eV)eTndy M AT BIHDORRID

DRIV arvEALITHI EITTER,

ELTEGA.
#l
T A A /2136,
ELTEGA.
110+ L7,

c) total DCCA

107 LTV &E

REmE T

trans—CDCAD b TZ Vv a 37 v —Y— A 4 %n/z331

aYvarzFY—(eVN&ET, TaX s M4 En/2136,
WZI0TIZRO D Z N TE T, SV —Y— A F 2 %n/2303L LT7=2GE. 2 Vg ) U—(eV) %26,
Z107& L, 7V —H—
aYVarzfU—(eV)&24, X7 N AU %En/2110, 82, 54L LT, E&

TE A A2 & EM

«10 5|+ TIC A%+ 20151022.DCCA scan 030
275
25 t-DCCA
225
2
175
. c-DCCA
125
1
075 /\
93 94 905 Ww 03 104 105 106 107 108
'j b 5 (min)
x10 2 [FEL A%+ (9.787 min) 20151022.DCCA scan.03.D 102 [*EL A% Y (10092 min) 20151022 DCCA scan 03D
1 69.1 1 1630 323 3231
323
1630 3230 08 wo O
08 1210
04 1110
1910 1514
02{ 510
1509 2809 1489 2810 \
" I L‘ L Uk 0 ) l“x.[ h[ " s tllet “., I

40 60 80 100 120 140 160 180 200 220 240 260 280
vk vs. HERE (m/2)

%(2)-8

Wa aeo 380 400

40

107 LT, EBAAVE2EE

A F 2 % m/z261
A F %

40 60 80 100 120 140 160 180 200 220 240 260 280 SOWO 360 380 400

19k vs. KEBA (m/2)

cis-DCCA(c-DCCA) & trans-DCCA(t-DCCAVEER DTICY — 7 & S L —H— A A4



+El A% (14859 min) 20151026 DBCA scan 01.0
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367 369

]

1o [FrTE T TS
23
16 x107
i
12 1
:
o
M
04 08
3
— %
0 W 08
1o [ B T
12
. i 04
o ER
o
o 02
o
e LT
ooy e 0
1o <[ ST T RO
o
i
=
:
o SRHLK
o
o

[4(2)-9 DBCAKE#EIR DTICE — 7 & 7 L 1 —+

346 348 330 352 354 356 358 360 3)5127 364 366

‘B 3] 372 314 375 378 380 382 384 386 388
Vhvs. & (m/z)

—f A

¢) F-PBA
1108 |1 TIC A% v 20151027, FPBAD 410 2 [+E1 2% v (20077 min) 20151027 FPBAD
1 3821
3
25 08
2150
? 06
15
04 770
1
1870
02 1
05 51.1 1075 330 1590 J sl
P Y YT A )
40 60 80 100 120 140 160 180 200 220 240 260 280 300 320 340 360 \380 / 400

198 1985 199 1995 20 2005 201 2015 ZUZ 2025 203 2035 204

N9k vs. MBS (min)

HoVk vs. KREH (m/2)

[X(2)-10 F-PBAIEMEKDTICY —27 & S L —H—A F

x10 7 [¥E1 TIC 2¥v> 20151026 2PBA scanD x10 2 [*EI A¥ v (20620 min) 20151026 2PBA scan D
225 1 197.1
2
175 08 364.1
15
125 06
1
075 04
05 771
o 02 o 1200 1491 1691
— —— 0l ail L

204 2045 205 2055 206 2065 207 2075 208 2085 209 2095 21
N9 vs. PEBSE (min)

21.05

60 80 100 120 140 160 180 200 220 240 260 280 300 320 340\360 750

hovk vs WERE (m/

[X(2)-11 2-PBAREH#EE DTICY — 27 & T L h—H—A F

g) PYRICHIWMMRM F ¥ a v F & 0

R~ bV 7 ANGPYRIKEW 2 oW D56, Bix RN Eg e — 7

A A NI OEMEA LI E EEED
F(@2)-1DRTF A —=H (T

ﬁ/7wki0k®OHMF#/7w
BN TR B O PYRIC ) o 7 23 W] BE

7 Hy
A girs

THAREMNEE &,
A LTS R

Lo,

F(2)-1 fEHERE NP L ONTZMRM k7 ¥ a > 235 A —4 (Abbreviation: Q, quantifier ion)

Collision energy

Retention time (min) Precursor ion (m/z) V) Product ion (m/z)
trans-CDCA 10.17 331 9 135(Q), 107
cis-DCCA 11.7 323 28 137(Q), 109
trans-DCCA 12.01 323 28 137(Q), 109
DBCA 16.14 369 28 137(Q), 109
F-PBA 19.59 382 28 215(Q), 187
3-PBA 19.87 364 30 197, 169(Q)
2-PBA 20 364 20 197, 169(Q)
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-4 JRY v IV oM i 5

BLORTPYRIEHW Z 5+ 51CH 720 . FFIXRFPYRINED T O el 217 - 7=, A L7ZR
3R B A5 D LTe 7 — VPRI BE RN IR FE OREEMV BRI L2 D TH %S (Quality ControlJR,
WRET D) , TAOLDOEEIXTRLRORIIRT,

#(2)-2 4R OIEEYE IR (ug/L)

QChR 3-PBA CDCA totalDCCA DBCA F-PBA
No. 1 0.5 0.01 0.063 0 0
No. 2 1.75 1.26 1.313 1.25 1.25
No. 3 3 2.51 2.563 2.5 25
No. 4 10.5 10.01 10.063 10 10

X (2)-3DFNEIZ éof\_ﬂ%®%F%mL®ﬁ&TAﬁth% trans—CDCA b b L gy
o< hE—27ZR L7 (K(Q2)-11/£), ZHUIRHEEY — 7 OIFIEIC L D . B DKV trans—CDCA THHE (2
EOWEEZTLEICERLEMERTHD bz, o T?&:fz X BEN 7 LOFHIBT v 7T L%
TRLU. trans-CDCADAKIR LI COBRIRMEDRERICKI LT (K@) -114), BZELIEHAIET w7 7 0%
X (2)-12127RF, BRIZZOFRMETHONZITH) 2 L Lin, £/2, BEA A V3RO EREICOT T
HEDITBIR L, HERA T NIRICT RN E ARG NT T T A M F & LT (FE©Q)-1),

x10 1 [+EL MRM CID9.0 (331.0 -> 135.0) 20151216.H20 second.D LMy cioto0 (3310 -> 135.0) 20151218 H20 D

BI k x10 1 [Noise (PeakToPeak) = 3.66. SNR (20876min) = 17.1

6
5 3
T “ 331->135
. =
2
3 15
2 1
1 05
b AN A AN AAA MA A ~mn i AAAA A_an A b an | NUTER tavTT
94 95 96 9.7 98 99 10 |0| 102 103 104 105 106 107 108 109 8 82 84 86 88 9 92 94 96 98 10_102 104 106 108 11 112 114 116 118 12
A b ve. MIEBSR (i) 79 Fva. BEEE (min)
E[MRMCID 90 33|O => 1 JSU) 2D|517|EB SD EIMRM CIDI‘QO 33“] > 350) ZU|5|2|BB D
No 1 10 1 |Noise (Pe; 3.09; SNR ( 410 1 |Noise (Pe: 7, SNR (10.178m
a3 *10178
[ 25
| 2
/ 15
|
05

Ottt s ) e e e e e
94 95 06 97 98 09 O 101 102,103,104 105 106 107 108 109 82 84 86 88 o 92 94 96 98 10 102104 106 108 11 172 1714 176 178 12
#IY b ve. MR G H9YF vs. BAEEYE (min)

x10 3 [+EI MRM CID®9.0 (331.0 -> 135.0) 20151216 Ssecond.D -5 W cioug0 G319 > 1350 0tstz1a L

N 2 1 c %10 2 |No eak) = 8.75; SNR (15.453min) = 4962.9
o. ‘ 10178

S S w e s % iz e @5 @ 0 05 19 o]
SOk ve BB § @2 64 gb @8 5 92 94 s5 g8 To 192104 136 108 11 112 114116 118 12

10 3 [+EL MRM CID©9.0 (331.0 > 135.0) 20151216 Lsecond D A9 b v, Y G

€1 MRy 01050 910 - 1350) 20151218 M o

A 3 [Noi eak) 895 SNR (15.454min) = 42679
No. 37 i "
. 5 H

[l 25 |
125 |
\ & ? ‘
075 | 1 15 f
‘ ‘
05 “ 1
025
. y L - 05
94 95 96 97 98 99 10 |(]| 102 VDS |04 105 106 107 108 109 = - —
Houk MBS 8 82 84 86 88 9 92 94 96 93 |0 |02 104 106 108 11 112 114 116 118 12
AU+ vs. BIEEFE (min)

4(2)-11 # T LFIR T 0 75 AEFIZ L 5K EE trans-CDCA O 3 R M i 3

Injector temperature : 250°C
Interface temperature : 280°C

Program .
5 min
270°C
50°C/min
100°C 7°C/min
5°C/min
60°C

3 min

B(2)-12 BEZLDOT T LFIR T 0 7T A
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O-5 T IR E
T —IVRE W REHNZ LV | signal-to—noise ratioN3 THALE LK TRIE L T 5545 . trans-
CDCAIZ0. 04, total DCCAIZO.04, DBCA(Z0. 03, F-PBAJ U3-PBAIZO0.02 pg/LE BN,

O-6 FFBLMEFER

QCR Z6mlEG N ET D Z & THNEB A, QCREZ6HEF CRIET 22 & CHRZEZBZHE LT,
BEZACVHI%LL F &2~ LCER Y | i E DTN 2 TDBCA, F-PBAK (Ntotal DCCAZ JIEM B 12Nz T
BroFteo0 B RN U7 JRICHE IS T 2 | 23 - 7=,

#£(2)-3 4O ANESH (CV%)

QCR 3-PBA CDCA total DCCA DBCA F-PBA
No. 1 83 223 19.4

No. 2 4.1 52 4 6.6 2.1
No. 3 4 49 5.6 39 3.6
No. 4 9.1 8.1 8.5 7 78

#(2)-4 4REOARALSE) (CV%)

QCFR 3-PBA CDCA total DCCA DBCA F-PBA
No. 1 6.4 15.6 5.6

No. 2 6.6 7.3 9.5 4.8 8
No. 3 3.6 3.1 3 6.6 2
No. 4 4.6 3.7 4.8 5.6 4.8

@FTe o R FINEOF L ORI 45 B ik o BR3¢

@-1 W v FIVRETLEL ST 1k O FFt

WEEIL Ueyama & D F1E V2B B I2Y V0 T VRLE) S LC-MS/MS 22T 4 ¥ a » F TR oK
XIS R 2 RIS R L, B(2)-13 IZBE#Z ol LY v VR L O 2R 2R, 728,
APETIF LS ELTTEHXI U FEAKFZERIK (ACE-d) Z 7z,

L7 R 1mL

€— 2% U UEEKYAK  1mL
[ €— LS. (5 mg/L ACE-d) 10 uL
v

RVT v 7 A%
37°CCI04 A v F =2 X— K

oy
Bond Elute Plexa PCX 30mg
-
»” | Opre wash 5%7 > E=7 5
AL )= 7= R1:1) 500 pL
l @pre wash Z# 7K 500 pL

@R sample 2mL —BEA
®wash ¥ 500uL

®elute A% 7 —/L(HPLCH) 500 pL
EHRIT L VIRNER. LC-MS/MSHHT

XM(2)-13 BLoRP R A=aF ) A4 FBREOTOOH » FARTHLE GE7 0 —F v — b (& EAET)
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@-2 LC-MS/MSD S35 i

Fex NI TICHRE L TCWBRTEEICHE S TEB LR, SBED T AOBEE Lz, BER TliEScherzo
SM-C18 (100 mm X 2 mm i.d., 3 um silica)ICTHH L TWER, ¥/ T 77 OHREEREL ., KR
DB T o7, AFFE TldCapcell Pak €18 AQ (150 mm x 2 mm i.d.) A L7=& 2 A, FEFICRLS
WO I)TT7I70DE—T BB ENTEREDIL, BETHZ L E LT,

F(2)-5 FEHERIEN OB ONIMM N T2 g9 T A—X

Compounds Fragmentor Precursor ion Product ion Collision energy ~ Retention time
V) (m/z) (m/z) (eV) (min)

Acetamiprid 120 223 126(Q) 18 8.3
56(C)

Imidacloprid 140 256 209(Q) 10 8.1
175(C)

Thiacloprid 160 253 126(Q) 22 8.9
99(C)

Thiamethoxam 70 292 211(Q) 8 7.4
132(C)

Clothianidin 80 250 169(Q) 16 7.9
131(C)

Dinotefuran 90 203 129(Q) 3 6.3
157(C)

N-Desmethyl 110 209 126(Q) 20 7.9
acetamiprid 90(C)

Flonicamid 120 230 203(Q) 15 7.7
174(C)

Acetamiprid-d ¢ 100 229 126(Q) 24 8.3
(IS for above 8 NEOs) 62(C)

Abbereviations; C, comfirmation ion. Q, quantification ion. NEO, neonicotinoids. IS, internal standard.

@-3 FETe IR O BT IE D FEET

PRODO I THERT L TOWTZBER O 3 ATIE TIE, B >R CIXEIEMELS R 2WE N o 5 2 & 03
L7z, BLOMMEFICITIETOTE M oPEE L TEY . DK CBEHR T H L Cu 72 [E 454 H
517 5T HBond Elute Plexa PCXTY /T 7T UMEFE I FICEBLTLEY Z ENHBE L,
@) -1BOFETBLOHMMRZ DI LG EOR A =aF /4 REFRBAOEINEZ FIZRT (K(©2)-
14)

M path through B Formic acid wash Il MeOH M Acetonitrile
30000

22500

15000

o -

peak abandance
(cps)

> > > <& Q
& & & & & S
& & & 5° & S K
& & N < i F° ,5&"’6\
v X <& N

% Z TF % 1ZBond Elute Plexa PCXZ @B L7V P ZEINL. ZDFFEDHT 5 L LC-MS/MS~D
BENEWVWHIAMNERTHDI-DIC, BREBEEZ M2 22T /)T 77V S0RINER EESE5Z &
EMEL, K@) -150 X5 IZH - /eniBl 7 et A& Mz 7z,
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&b 1mL

2% U EEKVEW ImL
LS. (5 mg/L ACE-d) 10 uL

RNVT v 7 Atk
37°CTI0 A o F 2 _— |

Bond Elute Plexa PCX 30mg

____________ (Dpre wash 5%7 € =T
- A% =7 = h1:1) 500 pL

— @pre wash #&#7K 500 uL

@R sample 2mL  —BREA
@wash ¥f# 500uL

®elute A% / —/W(HPLCH) 500 uL

ST A Y TN T L
Chem Elut (3mL)

(®pass sample 2 mL Y
3047t s

DEEE—T T/ 20 mL EH

| s v me. Lomsmsot |

X(2)-15 BLe o RN D x A =aF ) A4 RRFBRBNE BT 25720 OFi LA

Bond Elute Plexa PCXi@IER DL, 7 =4 RMEEE L% < OBMEWENGFIEL TVWD Z &7
FRIND, 2O ZHRT D22 OITmME - ZHAMERNERL T A Y T 2D T LEZFIHT DL & LT,
BIENHE TN L —Z —HDIZb o NDbntn g i, HEHMEAAEETH D &\ 9 a8, AR
WHTE, RMENELS ERDEVI AN INERIN LT, Mt L2ERLED 7 A0, 7YV MR
ChemElute, ¥ — = L ¥ A = 248 InterSepK-solute, A /L 7 #8UEXtre lutNT20D F8IEA T 5 (K (2) -
16), BEFAL T 7 DCENENOFRIEMEFED, XA =a3F /4 FREDHOEINERZHER L& 2
A, TV MBTRLERNWY /T 7 7V OREIENMGOND Z LB bool,

Q
=
2
=]

5
s 2
< =
& [
in @
N ©
L_I; =
@ 8
Q =
3 s

Agilent ft- vz )b AT FE

Chem Elut U =SS EXtrelut

20mL ]nterSep K- NT20
solute 20mL 20mL

X (2)-16 WatL7- 3D LI -4 T 2 (i)
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@-4 BieoHiHRZ A= HILMEER

#2)-6 BlreoHIZEENDIRN S DOHEFHEINER (%) -tk BiEE W T-

5-1551

Conccnlra_licn n* Acetamiprid Imidacloprid Thiacloprid Thiamethoxam Clothianidin Dinotefuran NiDcs“?c‘}“yl
(ng/L urine) acetamiprid
Absolute recovery (mean) (%)" 25 3 47 55 48 60 61 41 44
10 3 49 72 58 59 100 61 64
Matrix effect (%) 10 5 74 142 62 91 97 59 44

* n: number of observations.
dard

® Recovery obtained by adding the just before the

analysis step.

£(2)-7 BLeoPIZE ENDIREEMREL) 2 ORI (CV%, n=5) B LU TIRME- Rk

HW\T-
Conccntrat} on n  Acetamiprid [midacloprid ~Thiacloprid 1iamethoxam Clothianidin  Dinotefuran N—Dcsn?ctl?yl
(p g/L urine) acetamiprid
Within-run
Precision (%RSD) 25 5 5.5 10.1 7.6 8.7 11.2 8.2 6.9
5 5 6.4 72 6.7 12.7 10.9 12.4 33
10 5 39 53 5.8 8.4 12.1 10.7 53
Between-run
Precision (%RSD) 2.5 5 5.1 11.6 11.3 13.8 114 17.8 7.1
5 5 53 14.1 11 14.8 15.4 14.8 6.8
10 5 5.5 13.9 11.9 19.5 13.5 17.1 4.7
20 5 5.6 16.7 43 14.9 9.8 18.1 6.2
R? of calibration line 0.999 0.988 0.998 0.988 0.989 0.993 0.997
LOD® (ng/L) (S/N=3) 0.48 1.90 0.85 2.80 3.64 230 0.39
LOQ d (ng/L) (S/N=10) 1.60 6.35 2.82 9.33 12.14 7.67 1.30

n: number of observations.

RSD: relative standard deviation.
LOD: limit of detection.

LOQ: limit of quantitation.

BRBOREEORSIICM A 5 2B REGED 2T, ZLITBLORMEFFOIXH S
ERET 2 0L FHEBEFTTHLNIZ L TWDA, SmBfRICR T 2 B8R LIED XS S X & 4
RETERBSEL70IZ, HECHNLDBLO>OMBITH AL Z ENBETHD E-BPhD,

3

3
Ll
DIN , . o ACE ML, * sl
o o ’ o
2 K 2 ’.' 2 '..‘
& 15 - §°
15 e : » 15 e
1| 1 e 1] e
s ,." y=0.8885 x +0.3361 05 |g* 05 ._.-‘
el R?=0.9978 &
- ¥ 0 1 2 3 £
) o 5 ] 1205 2 l-’)5 0 1 2 3 2
o205 L y=0.9902x+0.2189 4 | ¥y=09734x+0.2636 .
R2=0.9989 — ) R?=0.9978
=1 -1.5 15 '
3 3 =
T™MX ;5 ,-" 25 CLO .-" ACE 23 v"'
J £ - 7
2 & 2 K o155 2 &
K s - -
15 o g : o
1 o . o 1 '
05 | . 05 &
Q_." 05 | @ Q..-"
K " 0
-2 _1_,_'0_5 0 1 2 3 ® 2 1850 1 2 3
d _ < 0 1 2 3 o _
€ | y=09726x+0.2594 1:‘-’0.5 y=1.0035x +0.1704 O g y_oize}g;;&lem
o R?=0.9984 - R?=0.9942 a5 o

[X(2)-17

YENZIZIR . xBZ T B DR CTHONIZHEEEZ 72 > B
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ROHTAER EBte>HIIC XD 00 RICHBEBEER S D Z L2l T, AENGE OB
DRSHTE D T,

#F(2)-8 NEOD ITe S | WG AR ENE, RILERZ T ¥ o 7 DL EMEICEE T 2 Mt

ConccntraAtion n time Acetamiprid Imidacloprid ~Thiacloprid [hiamethoxam Clothianidin Dinotefuran N—Dcsmctbyl
(1 g/L urine) acetamiprid
Stability in diapers at 37 °C (%) 2.5 3 6h 101 89 100 101 103 103 102
2.5 3 12h 99 105 97 99 96 101 107
2.5 3 24h 102 81 98 95 96 99 97
10 3 6h 103 101 101 93 106 100 103
10 3 12h 106 120 102 97 103 109 104
10 3 24h 105 101 98 94 99 103 99
Stability in extracted urine
three freeze-thaw cycles (%) 2.5 3 109 109 106 88 102 92 103
10 3 100 105 102 93 104 94 107
midterm storage at -80 °C (%) 2.5 3 2 weeks 101 102 94 96 106 97 97
25 3 1 month 101 93 101 103 94 102 92
10 3 2 weeks 103 94 98 103 98 95 99
10 3 1 month 101 97 93 100 97 104 91
Stability in prepared samples (%)
at-80 °C 2.5 3 24h 90 74 89 102 94 80 105
25 3 72h 99 53 90 94 95 82 104
10 3 24h 99 104 92 107 93 82 107
10 3 72h 103 95 91 81 99 82 103

n: number of observations.
*: significant difference was observed ( p<0.05).

@1k =V 8 L OBHEVE O JR FFPYRICH M ) &
@-1 R E L RAa A RRE D FEH IR E D55 Hi

#(2) 912, L= ds J O 2 D JR FPYRIGH IR BE (ng/L) & 7 V77 F = 4 IEfE (ug/g creatinine)
Zod, DAEOHEEL L ZITHZE1%, Osaka 2 D35k VLR HPYRICH (201 24E 12 JRERE, n=223) DE =
SV TN FT b D, WEMRZ L7284, total DCCAF L UB-PBAIXIZIZFREDOFE R Th -
ToM. trans-CDCAILSEATAFFEIZ LR TR TE FARVWEZ R L7z, JRIENZE 623 TIEAR WA, FET
RS ArA FREDAOFHOEENERKD—DL LTEIOLND, TRHOL T LAY
TRIZAN) Y TV MY R E transCDCAIZRB SN D RANIIMA T, A RTAVRY R Tm T
VR 72 Etrans-CDCAICRH SN2 VW E L A A RAZBRABNAEIND L 51070722 EBRHE L
TWHHEEMER B D, WITHORBWIRESMALIEER A EZRLTEY, KT, FREPSGBLE
1, 5001% Dl & =Tkt %3 H 7z (trans-CDCA, 15&F-1E),

X (2)-181ZR T L 91, MHERIBEDBCA & F-PBAZ B\ 7= R P AR IR o2 B L. skelies
FOBHEIE & i, JRY3-PBAJRE (ug/g creatinine) 4L CEEZ R L7z (& F-1E, p=0.006; 35%E,
p=0.04), FE#H? THI-PBAOAIIMEAEZFED TV D, BLM TPYROBEE N B2 il L & bio, g
BEIIFE T ThHoTH [FEMNEHEE - PRitsE 0 Z2ER ) 17 L7 F =gttt &M BERL TWD AT
REME 2 PERR T 720,
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#(2)-9 I RBLO3FRORP L 2w 1 FREBAREIRE
(1.55% 2 n=1076; 3% 2 n=1403)

>LOD (%) GM Selected percentile Max.
25th 50th 75th 95th
1.5 years old
ugll
transCDCA 57 - <LOD 0.09 0.33 1.56 22.87
total DCCA 96 0.59 0.18 0.51 1.54 10.98 121.34
DBCA 22 - <LOD <LOD <LOD 0.17 2.17
F-PBA 12 - <LOD <LOD <LOD 0.09 1.62
3-PBA 98 1.11 0.71 0.98 1.56 4.86 28.20
ug/g creatinine
transCDCA 0.23 <LOD 0.17 0.66 3.10 243.06
total DCCA 1.20 0.42 1.08 2.88 1891 226.65
DBCA - <LOD <LOD <LOD 0.26 4.89
F-PBA - <LOD <LOD <LOD 0.20 3.16
O 3PBA 225 139 207 335 10001 5217
3 years old
ug/L
transCDCA 35 - <LOD <LOD 0.15 0.90 19.49
totalDCCA 94 0.68 0.30 0.66 1.63 7.04 299.32
DBCA 29 - <LOD <LOD 0.05 0.20 2.98
F-PBA 26 - 0.03 <LOD <LOD 0.12 2.30
3-PBA 99 1.07 0.66 0.98 1.62 4.13 202.91
ug/g creatinine
transCDCA - <LOD <LOD 0.24 1.65 26.38
totalDCCA 1.12 0.49 1.08 2.54 12.27 256.70
DBCA - <LOD <LOD 0.11 0.27 10.27
F-PBA - 0.04 <LOD <LOD 0.19 4.65
3-PBA 1.75 1.09 1.67 2.65 7.12 162.72

*GMs were not calculated due to low detection rates (less than 60% of the samples).
LOD value divided by the square root of 2 were used to calculated GM.

trans-CDCA total-DCCA 3PBA
*
E 04 1.2 112 25 2
—
S 035 L 092 0.97 20 *
S SEE 2 1.8
g 0.25 0.8 e
—_ - 15
c 0. 19
o 02 0.6
© 0.15 1
- E ’ 0.4
0.1
% 8 02 05
@ 5 005 ’
=0 0 0
= £l % e =z £ %
1‘r{ze7b~ 3% 1/%671 B 3% 175671 A 3%

[X](2)-18 JR H trans-CDCA, total DCCAE X O'3-PBAJRE O % 17
*HEICBREIY b LW TRIPPYRIEDEENEG N LZRLTWS (2 - A v h=— UKE,
p<0.05)(% 71 7 L% )

@-2 JRHPYRIEIR E D ZFHI A B
B (2)-1912, & ERB L OB ORFE L 21 A FREBAREHDIEE (ng/L) & IREEEA & OBI%
oy, REWBREOFHENEEINT, 6ANLSAZE, OANGILAZKE LEESHE, EERE
KOS WT, trans—CDCA, total DCCAF K ON3-PBAJEEIZE & D W FKICEWMEE /R L=, T 7
HH PYREMIZ, EDGRKICT TIRERITZ < 2o TV D [REMEA RIR T D AER & 7o o 7o, IREE L PYR
RO EBEL M 55513, FHEBZEBELLNET VA D WIIMBIT2 £+ 5 0 END D,
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O cpcA ADCCA ®3PBA

- 25

£ 1.5 years old *

EE A

2§ 15 Ax

85

g

‘:é g2 Ax

g 05 Ik o

= o* o* O
Mar-May  Jun-Au Sep-Nor Dec-Feb
(n=202) (n=289 (n=270) (n=299)

Dcpca Apcca o 3pea

23 years old
15 * A A *

0.5

Metabolite concentrations
(ug/g creatinine)
-

o* o o o*

Mar-May  Jun-Aug Sep-Nor Dec-Feb
(n=268) (n=477) (n=368) (n=290)

[X1(2)-19 SR H trans-CDCA, total DCCAF L ON3PBAIE & 0 Z i 8 )
* 5 (Jun-Aug)) & Ll U 72356 108 B 20 & v 72 ZFHi (Kluskal-Wallis D i E, B % FE4E & L 72 Steel il
iE, p<0.01)(F AR A > b I P 5fi)

@-3 k REEFRIE & Uz R P PYRIRE R BE Dl AN — B

U BB L OSSR IEREDOH FICE M L 7270141250\, JRFPYRICH DI (ug/g creatinine) D
—HEABE U, BRMICE, SRR LU Z o a2 BEIEIC32A(Q1, Q2, Q3)
AT ITARXL, RLEHEBLOSRMESON T T O —KEE c FEERHT 52 & TRl L 7=,

k BRH¥E trans—CDCA, total DCCAZ L UN3-PBATE4LZ£410.08, 0.11, 0.13Th o7z, —BUEITE W &
EE AT, TR BRAIRA IS EAT L L Ebhse, 7, 8, 9AICHHAE LXIRFICIRE L THEMT
LGB bRAROFER ThHo7e, ZORENS . PR EIRITITZNEFNMIL TE LA A RRRE
A O EEFEAN 2 TR T 2 LR D D RN B 2 biLd,

@4 1R B RO ORPE L A1 A NREBAREY O B AFIEH & o B

() - 101/ DRV TNV E R L2 COFENICE T 2% BAE AR E RPE L 20 A
RARF AR DIRE L OBREZRE Lo RO a4, AR THRIAEZBNT/HDLTH
L) TWHYBEEZME -T2 2EIPDORWIC LT, NI EEXTFEEO LRI L OSEED
total DCCAIE., TWWr ] EEXTHAICHNTHEIZEVWELZ R LT, trans-CDCAIT TWUHY #E %
flio7z) OFWIZ TR LERTELGRICOHEWVEELZ R LTz, ZOMOEREA ST, #HAERIC
TR AT L —Z2 o7 ORVIC 1T &R 723812 trans—CDCA & total DCCAZS,  [AHE S
A BRI N—B IO — MEZE > TV D] ORIV NIV L& R T2 EIT trans-CDCAD B3 FH
HlIZEWMEZ R LTc, THERITMEFZ252020o Tnd ] ORWIC HEw) E&EZ 7286 Ztotal DCCAD F
MEWEZ R LTc, S ORDMBHTDLIETEDR, T ORI IXBUIT ZEE N R A6 R L& s L
T2, 2 TOFREMZBAOMEITHE CTE 220N, FHOBEOHMIIFHMEI TE TV Lo Th D,
— 5T, 3-PBAIWT O FRE AR mAE AR & B BEN R S le o dz, 3-PBAIRRIKE L CRF N
LR LTI ENTRIND Z LD, FENITEKIT 28 RAI 2 Sl k4 2§~ —
— TN Z ERRB I NI,

49



5-1551

#(2)-10 /PP BIRY TNV AR R CORENIZEBIT 5
R AME AR & IR E L R m A R R BARE IR E & o R%R

TRERIFHIZELT

“BHLTHE) TR R EZEE 1=
WNZ (=43 (V-4 XA

1.5 years old

number 696 341 958 75

transCDCA 0.14 0.23 0.15 0.78*

totalDCCA 0.88 1.48* 0.99 1.14%
______ seBA 207 o 2W 206 21
3 years old

number 1237 128 941 433

transCDCA 0.07 0.07 0.06 0.08*

totalDCCA 1.02 1.74* 091 1.52%

3-PBA .64 1.78 .64 1.70
EBIS [TV EEE LIREE O ELIRFPYRS Nz OFRED bEWIZ EE/RL
TW5 (v« RA v b=— URE, p<0.01)

@-5 1k Uk L OSBRI O IR PPYRICHY & (B4 & B
REBLSHHPERTIC 8RR (BB OEAEE (T /83— b, =¥ a VE)IEA TS ER DR Ftotal
DCCAJE % (ng/g creatinine) /X, RKEDEEFEEXLAE - FRETOENICHANTHREIZEWEZ R LT
(Kruskal-WallisDME) ., HHAFI & RPRBWIRE & OREIZ R b o T, RERFIZEWT,
o= = RORE R O P C BT DS B L% I 00 SR P 3-PBAR XA B B A R LT, REBlO R
JEN I « @R TH D Uk RO R Ftotal DCCAIX, FALFIEN KT « REBROUF RO Z T T
AEICEWEEZ R LT,

5. AFRICEVELNZRE

(1) BEHNER

AW (7T —<20)I0 L0, MRBEEOHERAWICH =L EEB L OSREN SRS IR EHRERT
55, BeoREEE AW RPNE0R X UPYROIREE ~ — b — @ R EREEZ B R Lz, EBEIC
ZTNHO/NRETE LRER, RAARE~ — I —REOSM, FEHES), EEZPLNILE, &6
2, ETRBRBE EPYROBE~— I — L OEZFHET 2 2 &I Lo T, FhE R R AME IR L2 k-2
YA —HERTLHIENTEL, ZNHDORERIT, HBEFLOANORELEEZRET LI L2 HM
ELTBNEOF 2 OERY fHADOH T, fEmC O F RANG YR O 02, R 70 58 2~ O ARl
R TE, £, B A OH RN ORME R OBEFIELEN S OIEMANEREL . A, 17
BB IO RTTRICEETE2AMRMRTH D, MERRMEZITO ZLICXY . S HICFHEMARZR
B A2 7GR FREE 72 0 IR < ERIZH L CRMFEARILIC I U 72 F B IEPBORSIL RN TE 2 5 O
EREbhs,

(2) BEBOR~OER
<ATBHBEIZIEA L7 R >
BREAD EEWEDON~DIE BEE=HX VU TIZET X AT 73 —ABE ) ITBT 5005t
LYE - WHIFAEF R EDOKRFHIIH -0 . RIFFETH LM I NI BB OBRE L L% SFICE
BORS N {IThIv T 5,

<fTERFERATHIZERRAETNDRE>
IbZE ) OV 27§k, REE=4V 75— CPRIRIGH BREEFHEH BT — &) %03 H
WHNT, EFRET (BEELED) O OEBREOHEET VTV BSNICERINLTWD, HHR
R EARGTE NS 2L FWEEBRICBE LT, A TH LN SN/ EZ SR e LB E=4
VU P FEBLOZOGABRIT. AOKRNBEOERNT —4 & L COREHIOEEIcERTE 5
LboltEbns,
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BIlo, BARICBT DB L OB IEOPYR~ DR FERENH SN/ o T, BT =) 7L

LCOEMFNE=2 Y T ~ORY AP HERN 72 RA Y Clik, EHAOREBEMSRICESE, KEH
(95%) DOFEEDOIEE &N G EN 5B MRE (Reference value, RVes) ZBH SN L TWS, ZHIZ LD
FrE O AN E T ZEMOBE L SARE=2 U ZHEME LTHOLNIZR o 2R, —REF O
BV L HIRAREE I o TN D, Flo, BT _NE@EY X7 2 W 5720 O FEHEME (T A &
Af#E) Z ., HBM-IfEIS KL OMBM-IIfE & L CREE L TV 5, AW DX REMN O B i, R K
AT I X OBHEHUIE 2 & Lo A i CTh 2 DT, bAEIZEB W THEERMO T & ORVesH 4 E &
RETDHHE, AFEETHIBERIIPLNRT—2EAo, Thbb, %0V 27O &
BHT—H2THY, BEEDRAZHNGICEMT LD EFMEOAN~DIX BEEE=FV T ifi#E)
DBEECH D, iz, TEENZREEWEE IO O T 7 1 —F (SAICM) | TR N5,
WSSD20204F B BE D EEAIZ [T 7o EFR LI E O T, 200FEED 5 b0 U 2 7 BT O BV #H74 FEAE D
D eDE LTHENEORNG LD 5 5,

BAC, maFAREICKT 2 RBEEOBEY AV ~OBER TH D, = a3 FIRE CEEICHE
MEns 7w ha—n L LT, fido@ Y RIRORNEE S IZ LV 4% XL 0 ATORHIZITRR 3 TThh
ol ABFETIER, maF i L VI FIME 2R — MIEOSIF 23R, 1k KO8
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After birth, the brain develops rapidly during the infant and toddler period, and it is thus
important to measure exposure to chemicals with possible adverse effects on neurodevelopment.
Biological monitoring (biomonitoring) is an effective approach to precisely quantify individual
exposure levels. However, such exposure during the period has rarely been addressed in
epidemiological studies since urine collection that is necessary for exposure assessment is not
feasible outside clinical settings for children who cannot control urination.

Therefore, the present study aimed to establish measurement methods of exposure to
insecticides acting on the nervous system, using urine extracted from disposable diapers after
use, to collect urine from more than 1,000 participants of the Japan Environment and Children’s
Study (JECS), to clarify urinary concentration ranges of chemicals derived from three
insecticides lines, i.e., organophosphates, pyrethroids and neonicotinoids, and to explore
contribution of dietary exposure as an exposure route.

Diapers after use were collected from JECS participants in the Aichi subcohort when they
reached 1.5 and 3 years old. They were also asked about what they ate on the day of diaper use
for the study and what they did including household use of pesticides. As for the assessments of
insecticide exposure, methods of collecting urine from diapers and of measuring
organophosphate and pyrethroid metabolites and neonicotinoid compounds were successfully
developed.

The methods were then applied to the urine samples collected in the present study, and
the concentration ranges of the urinary markers were clarified. At present the reference values
of insecticide-derived urinary markers have not been set in Japan. The results can be used to
determine such values in the Japanese toddler population. In addition, the relationship between
the marker concentrations and health and development outcomes can be analyzed in future
studies as adjunct studies of JECS when the outcome information becomes available.
Furthermore, urine samples collected in this study can be used in the future as well to investigate
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the possible effects of chemicals other than the insecticides on children’s health and development
after establishing the methods to measure the biomarkers of interest. In the present study, some
associations between the urinary marker levels and possible exposure routes were also suggested.
The present study could thus contribute to the development of JECS.
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