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JREATUY, cDNA ZAER L7z, 1ERRL72 cDNA ZHV, FERo@aiEIcE L TY 7v4 A L PCRIAEIZLD
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DY aNy X = ROE R FEWFSE T N E s L 72SFTS Y A L AEAN S ARV T
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HF<wZ=DERNRRKRIZBWNTH MR SN,

(2) HAMBEEY 7> F7 74 2K OEIFRBARN LY 7TBETEZRET 2~ X =1 3HR
Nixholen, Y~ hvH=rbbk MZF LIEWREED T A LEEAR VY T Borrelia
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1 £ERHERBRRVEAGCTRERHGH
FH =& ( Haemaphysalis &) ig;gf
_ AANTFIY= | Homegaspinosa | 44
CEFTATRSS  Hbwcka | 26
IRNTFRI=  H longicornis 7
FFIF= H flava 6
YR FRS= H. japonica -
ARNFIT= H. concinna
R bodesB®)  |Tglg®
s i~ _ L ovatus 110
ErYRFRE= I monospinosa 7
avIRE = L persuleatus 4
) 5’*:5‘?79? : I nipponensis
hEVATE = I acutitarsus
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R _ — o o e
vebws= % Y | siweniea | 6| Y0
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PHD B=F 27 2 LR BUEAN IR A4 - FEAIMHER 2SN LT D, ESBL I3MHHEE S FIC K D A EE N, £
ORNZ X0 g, SEAMHAE AT DD Z &0, R E & BIZELL TOTND Z EAHBILTND Y A3,
ZAVETRANTIE, ZOftEE s ORISR A T Tl 63, ARIRICIHIT S ESBL Okl 3diE <
TUMRYY, £ 2T, ESBL ORI 24572, RO T2 EERREEE Ot S 47 ESBL O s R4
2119 b DTh D,
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(1) 8k
LN 3 I ETOERRIEEE G, SRR 25 459 H DRk 27 4E 3 HIChT Tt s, Yo 7 —cfftans-
B-F 7 B ~—PREA R T5 HkRD 9 B, 68 FikkoD ESBL PEAE kKA x5 & U=, WflL, Escherichia coli

D63 KR (92.6%). Klebsiella pneumoniae N4 ¥k (5.9%). Entrobacter cloacae > 1k (1.5%) T, Z

O ERRH LToMEH T, RIS 52 Bk (76.5%) . FREREHRIA 4 B3R (6. 9%) . BIIRIL 3 Mk (4. 4%). *

DOl 9 KR (13.2%) TH-o7=,

(2) MmiEHs

KIGEOMIERDN L, THlkbuilE (> A4 2RV, 0 MIGERNEA T A RESERINE CITo 72,

Foo HIWEREIE, 7 L—3F—F 208 DS AR L 72 IS oV sREE 1o 72

(3) ESBL s 7Ot

TEM 7Y, SHV %435 OV CTX-M-1 group, CTX-M-2 group, CTX-M-9 group @ ESBL J&{s -2V T, PCR¥EIC
X otttE T, P Y
(4) >—7 xR
CTX-M-1group i@ fa TR Sz £ coli D H B, MiERIAN 025:H4 D 5 BRI, AWM RTE & 722>
TV % B2-025b:H4-ST131-CTX-M-15 T 5 Z &L AEeoiLd Z &b, DD FENiATHE R 3 BRIZOWT, (3)
TROLIIZ PR FEEMIDO XA L7k 3—0 2 A2 L0 B RS O 21T~ 72,
3 @R
(1) iygEH
KIFHE 63 #ED 0 BRI CIE, 2V IEIZ, 025 73 36 #K, 01 239 £k, 015 A3 34K, 086a 23 2 #ET, OUT (!
BIARRE) S 13k CH-72 (F 1),
(2) ESBL s+t
PR S 77 ESBL68 #RTIE, CTX-M-1 group A% 19 R, CTX-M-9 group 7% 44 ¥k, SHV 23 3£k, TEM 23 15 £k
HEH, CTXM-2 group [ &SN 7pdo7z, £72, ESBL a3 SR WA TRk~ 72 (3R 2),
(3) v—r xR
CTX-M-1group BT 2RS4V £ coli D 5 b, MIFHAS 025:H4 @ 3 RIE, 3T CIX-M-15 Tho7e,




4 SHOMEAMEE
Alal, BFRICIT 2 ESBL DT 21T o 7/ER, Tiid &30 ONHES, A% bolEhis, ARk
(7% ESBL O 24TV, NS 2B 2 B8 5 5,

- ESBL 23R SN E, TRERIRZS 52 FiR (76.5%) EHcb <. WAREREIRD & OBEBERL AN E Y,
F/o, RS S 3R (4. 4%) SRt Ehi,

« ESBL LHIEENTZ 68 KRD H B, E coli D363 KR (92.6%) &b ZhoT-,

« ESBL a7 Cld, CTX-M-9 group 7% 68 Kk 44 Bk (64. 7%) L bZh o7,

- HFENTEINAFIE & 72> TV D B2-025b:HA-ST131-CTX-M-15 236D E coli 78 3 SN, =
NHIZHOWTIE, STI3LIZHOWTHERT 5728, S HIZMLST (Multilocus sequence typing) CENTT %

VN H D,
=1
ESBL type
No.of
serotype isolates CTX-M-1 CTX-M-9 SHYV TEM ND*
group group
025:H4 29 5 23 5 1
025:H- 3 2 1
025:HUT 4 1 3 1
O1:H6 3 1 2 1
O1:H- 1 1
O1:HUT 5 2 3 1
086a:H18 2 1 2
015:H6 1 1
O15:H18 1 1
O15:H- 1 1
OUT:H4 6 3 3 2
OUT:H6 1 1 1
OUT:H18 1 1
OUT:H19 1 1
OUT:H- 1 1
OUT:HUT 3 2 1 1
Total 63 16 42 12 6
XND:ARHEE T
&2
ESBL type
No.of
isolates CTX-M-1 CTX-M-9 SHV TEM ND*
group group
E.coli 63 16 42 12 6
K.pneumoniae 4 2 2 3 3 1
E.cloacae 1 1
Total 68 19 44 3 15 7
XKNDARH S

Sk 1) Pitout JD., et al : Lancet Infect Dis., 8 , 159-166, 2008
2) Shibata, N., et al. :Antimicrob. Agents Chemother., 50(2), 791-795, 2006
3) Yagi,T., et al :FEMS Microb. Lett. , 184, 53-56, 2000.
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2 MHRUAE
Wk 25 4 4 H DAk 26 4F 12 H £ TOMIC, (@) AFERSH VB2 ESRia2 L7k,
S SRED TROERIEE ONHEAN VRS 216 IAZIUE LT, 7ods, A v 7 U RO &7l
PRI Uiz, BRAERIRICIE UTMM (COPAN DIAGNOSTICS INC) % iV /=, w7 /L AR I3t
LB ARE R OB EREE e, DA NVRRIEIZS A LY h o —2 =0 A JONBLAST FRIEIERRATIC &
ViTo77, Eio, BHENT AT A T 3R (PIV-3) IZOW TR 21T -7,
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(1) 216 JEGIDZ IZABEFIT, HEBPEGEIE 0~11 2>H 28 52 JER, 12~T71 23H A3 141 JER, 72~179 7>
A3 23 fEf () 31.0+32.5, FHE 17.5), FAckhid 120 : 96 Th o7,

(2) 216 FRIED 5 B 169 FR{KD D 196 RO 7 A LV ADMRH S GR) . RS2 196 RO T A LAD 5 B,
SA I IANA HRV), T TN P T A LA PIV), RS A LA RSV) KL b AX = 2—F
TAILA (MPV) A386. T%% 6OT=, HRV, PIV R OMPY [ ZEICNRERS 72 8O FAGER 2B & 23 A v
AL LTHIDILTWD DY, AEIOFEIZL Y FROEROFR T A VAL L THIERTOMERHDH Z LM
A LTz, £/, ZOHRV, PIV, RSV KONMPV OFFEERIRRINEE 25 & Rk 25 4FFE1E PIV JLOVRSY 73
<y K 26 AEEEIT MPV 25D o 72, HRV IIRHERIZ = I e o7 (1), —fZ, W<D0D T A L
AITATT DRI R D (FEWENH D) Z LTSN T, AFRICBIT 24 () B4R
BUTA S TN Z Ennh, A% bt Ak ) 2 8 2.,

(3) PIV X 4 SOMIERIB M ST D03, SO CIT L RIS 48R, 2823 48K, 383 38 #E, 451H34
B Sz, B Z 0 o7 PIV-3 D 9 6, 100%FHIREZ2 kR 2 FRo L7z 23 BED HN 157 1352 Mk
DUV TUERE BT LD BHRNT 21T o 72 & 2 A, 20 8k CERK 25 FREED 19 8, SRk 26 4FFE 1 4£) 73 1ineage
LIS (M 2), —J7. lineage 2 134072< | lineage 3 ITF2¥ BN oTz, T DT LD BRR
25 4EFEIL PIV-3 lineage 11ZXDHIBGHITA®H 721 D LHEER ST,

4 SHEOMEAMEE
(1) Wk 27 FEEIC I T b FROERIRIADN DD 7 A L AR Ak L, ZREitE7s & ofhii 481 52037 5,
(2) IBEREATEDIZAN, Bayesian MOMC {52 N0 FHFAFHT 24TV, PIV-3 KON RSV [EYYE DFE BN
& VAN ARG AR L OR#EAERET D,




K. AFEERD A VAR

B DA LA VR 25 4EEE HR264EE AFF
FGA I TA A 36 15 51
RIGAL TN TANA T 3 1 4
NI TN TA VA 2EY 2 +
RGP TN YA A IH 29 9 38
INTGA TN FTA VAR 4 4 4
RS VA /LA 25 9 34
EMAF=a2—FETANA 15 20 35
TT)OANAIE 3 2 5
TTIANA2RY 8 8
TT oA VA3 1 1
Aty —T A NA 2 2 2
AHarthydF—u AN A 4T 1 1
Bz thyd—u/ LR 28 1 2 3
BH=a/#yX—UA/LAIH 1 1
LTy LA 8T 3 3
oA A (0C43) 1 |
b b VRA A NVA 6T 1 1
ARt 30 17 47
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b NADUS L, TV TEED Y A N ARBE I D BYYER R FEERE R ChH D, TR FD
ARAURAE EL TR Y, KIEO AL QD E Wb D, ATRMNICERIT DR AR AR
ZHHINTT D & L BIT, FPFIRIRFEOERSRM 2T 2 2 LI L0 HERERREPIIERICE T2 2 L%
HiE 9%,

2 A&

Az BB DO A BRI L TRL 26 4F 6~10 H, AFEENT, =i, o, E&h, &
BErfr, [LEEET, KBERT, — W, SEAETO 5 i 4 RTOE 54 i Ti T o7,

T BU TN DOIEATOFTKER, BINIHGE St & A Y is EO N TREOITEAKIZART 5 EIC
YT HOGBROWHT, KOy MCEIL, | AR OE 1 ~8 N IAGZ i Lz, S L 70
DB ZERCEFHE L, PUES BTk hz, SSABHEE F CIRREEIICFIE L,

3 R

FRHROIN D RS S 4072 54 M 216 A TERFHIOWT, 5 1157 BEZ[AIE Uiz, AloHE S - ofEIx
Y~ YT, B "RV~ o H T~ AT avTh, FRTGFINT I RO, = Th Tz,
ZOHIBYTHHETIE, Y~ MY T T EEERS 54 2D 5 B 46 T CHER S, FIEK bR HE<. #H
AR W TSR G Ch o7, IRV TESEMEN-DITe AT T~ BC, REImflALmT,
REESFRT, T/ AGHHE, RESHT, 1EETHFITO 8 Hud TREE S,

ZOREFRARIOFETE MRV~ OAEBNHER SRS X, PRk 256 FFEEDOIR T - 7okl
REFT (39° 42" 42" N, 141° 07" 16” E) THY ., EENMEGR SV, Wk 22 T F AV T~ OAHR
& L THaR SN EIIX RO /O ImE 3 248 TSI TR, PRk 26 ARSI EREL O AR TS <
X 7pioT,

FACHG O FEESEEE RS H il URITHTEC b H 28Tk, AR S0 hAV T~ T OBA L
BT, KURDIREER, b MRV~ OARBIREIGOM S - BREHIBREEOZ T Vi odb | - B N4
DIRL2D, RaZAb EEFIT TS LB BND, B PRV~ OGMITKIRD AR, AFRNE
B T2V RLZR S EL22oH5, 20X, AkL bARRNAEMHET 5 2 L%, HERREB L
OBLENS bEETH D,

4 SHEOMEAWZF
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1 B#

BRBEHICIIS SR UFENFAE L, b MBI RO E R SN TN D, 0
XD IR E X ITE, OB R SNV BROR B AT D TEE L O AT v A0
HANOND X9 TETEY, FHIFHETHEKOERZ B E L TEE LT, KEREN 72 & CEA
STV WET DEADRIENZ BN T H TSI TV D,
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AIEREIFZEZ A 100 WET OBRUKICINT o r— A A X 5 ¢ LALEST, [ENEREERFSEAT & MO BRBERIZEHT
& OHAFOIACHRERTIE R OV TRE/TIE HEOER DT T v a7 v AT T oOEREE BT
2 FH&E
(1) WET FEAZRWAREGHED ) — AL T4 OT =02 a v AAISMNTH T L, 726N WET EARE

BI~O1E2 % SN L, TRE/TIE FHEOE AN AT 7= ROERE T 5,

(2) BHRICAN U727 — AR ST 412 X 5 WET FEE WIS RloEREZ O S U, BT 2358 Lo
I - FEFHEK OVIRFTTER S TIAKGR, BTSSR IACR 2 T, THER—E)IIKR 2 @i, 4 dtEimigsE
FTHEK) DAY A I T 5, FHIOERE « BEEEATV, BUTONA K74 L OREES e & &2 PO,

3 R

(1) JIIETEREHAAIFEITR L OGS HERBTE I o & — CIIR OB C WET BN E N STy,
I THEREEA AR ZET

JIR - (FRaIOf3EE O D R AR A

HE Y757 4w 2 (Danio rerio)

fRH K KT ZAEER A1 U726 D, pH6. 5-8.5, FAEE 80%LL

TP SUE KR 26+ 1°C, MAIABA] 12-16h K5 8-12h

i TNTIT (T4 02T, EEZILT T2 )
£RIp —THMB XIS L7z A A SPL, A A 4 PE KBNS L CEIRSE S
=k xaB IV arfVg I Uy I BGERER

A=WE =t xa¥ITa (Ceriodaphnia dubia)

GI=YN AT ZAEPERR A1 LTz 6 0D, i 60-100m g CaC0,/L (ZFHE
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At ERTE 2 —
I - Frfadloo s I 2 iR s

EWfd Y777 v = (Danio rerio)

iTII=V AERETEIER A LT D, pH6. 5-8.5, #AiEHR 80%LL

T ESEE Kl 26 £1°C, HEBAIH) 12-16 h . Wi 8-12h

il TNTIT (FIA4vval s, EEI LTI, 0val) )

BRI AR FA=3: 1012725 LI L CHEIISES

=t xaCIvrarivg I Uy 2 BGERERE

A Yfd =t xa¥ Iz (Ceriodaphnia dubia)
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Rl FERIRIE 232°C, SR 60-120 umol/m?/s Wik FCRE 5 H5a

BRI FEFRIRE 21~24+2°C, SBRAGRNOIRETEOYEHRAE & LT 60-120 pmol /m*/s

WA 5X 10%cel ls/mL T 72 BEEHEL 9538 (100 pm)
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B L BB B O o Tz, FETHEK QBT A, B) 122V TE A DHFKIZOWTOA,
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FHBIT,
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TR R IR E ()

WiZtEREA | MM E QR ATRAZEAICR I H6%E

# S | ERRIEER BER it —8F

1 B#

PUNRLPRE (P, ) 1 IREKERE BT D507 —~Th v | FFRRIZBOTEH —EHL TR
B L TR0, JFRINOFEI & &I RN RADA L 72> TS Z 2D, P, BRI
TR T — 2 OffAT72 E12 0 | Py OPEHRI AR L, PM, 5 OIS RSB EEDERICE 25 2
LA L,

2 AHE
WLN 2 HsioD PM, - %5 0hT<e, VAN 156 MBSO KREUHE SR O R A £ LD, iTaiT-o7-
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R EREZ0)

HRRES | BRPESCEYEREDREEEAHIDEL R AT
{8 L | AR BER OEE. BB ShF. P HEEF. R E. BE "%
1 HAY

PRS2 Hg & L7844 GLP (Good Laboratory Practice=2(65EHIENE) 13, AT TH K 13 AL
DEAL, R2FEAZAZTND, —EORRE BT, FEMEZ @D TE 2L 25 TH LA, HEMAHIZ 50,
HABR b AT T IMEL 2o TG, 21T, S, RS i 2 R A S
L. BEREOEENERR 2 TR SED & L HITHIT L~ OR h A7 v 72 A LT 5,

2 Hik

RUTFIHHARO ZHEL, S0 & 1 NBREEEHE

PYFACEAT LT, VAL, @ BENo. EH EEMES 2 5 (ppm)
B 5T T, SRR 1 HEEH H 2% 10
Efi L, AR SRS O EMERILA 2 R VIVE B 5
SHMULL L7 — 5 &l Clit sy 3 | BMIAERS ANTTYYY 05
L L7 4 BE HOLEYR R 05

3 R

1) BRloEMRERL, R 2 5 CHEM L7223, HPLC-UV EE CeEtta o7, @ oEElL, 530nm O
WL =1 DEREIT S TODH, SHTE OEMHARIEREL, OF &S COREEWE & D)7/v3a/44hD
—5, QE RS COEREDZED WV IO JMo—E, @h7h% TC 18] 235 [C8) IZEH LI-HA
DEEEME & D)7 3/MbO—EL (VI I b iEad) Th o7,

2) RfEElOEMEERT. YR T L7-2s, HPLC-UV HEE CEtkEEa1T-7-, @R OE L, 230
ORI =)D EREAT > TODA, HTE OEMARUER S 35 R L AR, OE RS COREEwE
& DVF/a/IMAD—E, QFERSMCOFEWE D W IO I o—E, @h7b%x TC 18] b C 8
(A L 75 OFFHERL & D)7/ hD—8r (VBRI I b)) T o7,

3) EWRHEIELOERRBRIL, AV T 7 I UV CHEM LAY, LCMS/MS 2EE CEMEE T 72, EH OE
FE QL279. 1-Q3_185. 7 DIV vaV TERZAT > TVD A, S OEMARIER L, QTR To
FEHEET & DVTVyva/IMhD—E, OFEMEE & D7 nf ) MEs Scan D MS 2" ) WD—E, OREHEMYE & D UV
WS ) M D—E T~ 7=,

4) BEEROEMRBRL, 7 v R A CTHEE L7203, GC-MS/MS Bl CEMEETT -7, @F OERIL, Q1_314
—Q3_258 DIy va/ CEREAT> TN, trE OEMRIEARE L, OFE &S COFAERE & D)7/
VayMhD—E, OFEUEWIE & D7 0§ )M/ Scan DMS A ) MODO—EL, @FIRSAEAZE 2 - DRy &
DVFya/MbD—ETh -7z,

5) LLEOREEMNG, ATEE OEMRES) O &S 2387 & Fili L72h3, Sl O SEE Clid L7z
WVEMEZAT D Z LIC R0 | BEMREDEIEMEREROFIZZL O LSV DR S AT v FAZDRR T2 b D
EEZTND, AR OPEREEEE PR HE| - SOk SH720,

4 SkoJitt
S, ARSI BRI CRUE T 5 PR AR & PR AR EIRO S L 2 T e AN B JENE L, FHOBEEREED
AT F U AR BV DR b LT A3 KO BEF LTV,




MERRHRES(1)

MERESA BREEER2 IO T/ A FO—FSEORRE
~BEF _BRIERRICIIMBETOREES~
i £ MEMZER ETEEMHARE R NS
1 B8

HEEGE S B bR # (ScCO,) Z M2 BER S (SFE) 1XRUEFNHR~D ScCo, 12335 14 A3
mn < ARRRMER S OWRRMEICEN D 2O, BRSO BRRM MM CRETIELE L THfFS
. B =BV TidgnPEREREORERTLHEEL L TORMRICERLH D,

— 77, HEREMRIRENEIEORIT CEk2 744 A 1 H) IfFV, @EEMELE LD,
RAKREMIZOW T HEEMERZICET IR REZM O W E T HENEXY A FTIIE
STWVWAHN, RO EZ MY 2 BII1E, BROBIE 72500 E LRSS, b LL
X, Fhgk LD EMME, Rl E o mRERNIENLBICRDLEEZIOND,

e, RIRZ EFEM & T 2R OWREMEMN S KO EMIERO —RE LT, 20hnT /
AR (FH b7 40) ORENED SN TWD D, EREIC DV TR G PE M FE 45 I TR
ENTWDERFEZT., LVBEURSTEOMNICEIERMBEORIENLEENTND,

ZZT,ARAMRETIE, ERICEENDI I T ) A4 RAEEZERNRET D ERSITIEZ
ST DT, MDD OGFEMIZE T D ScC0,-SFE X T A —ZIZ oW THFHE21T- 7=,

2 A&

(1) =
ATRNEXER AR (100g @3 E) OFF 1085y 7 2k 26 422 ACEA L, I vH
— (LM-PLUS, ‘HAREZX) TEEZHHEO%, 100 A v afiz@ L Tk e Lz,

(2) BEFR _BIERRBICLSBERME

EER Y FIMERD N FHiH o~ A7 2 (SFX220 %1, 1SC0) % v, flHEGRE 40~
100°C, U A VU 27 #%— (RCT) {EJE 50~100°C ChliHHAE D+10°Ca%E) . HiHES 13.8~
44.8MPa | FEULRFF 1~16min, BEhAOHIH 2 & 9~45ml OFPH CHREFT L 7=, MiHFRX, 5H
J1— 8V DIZREE 3g EAKHBIAI 1.5¢ 2 FE., EiEICKREO L, b5 co, &4
I RCT R ICHEH S ot a 7 o icifitE L. MEeZEimbkz57-,

Q) MBIk ERHE

ScCO,~SFE ([ K D ez L kT 2720, [W—0EHcx L T=Z ) =BT & F
VR L T 5 AR BRI 21T o 7o T BUEE 3g 1Tk L CIREE 20ml (EtOH, Acetone)
ZMZ Tt 16 53 D% (150 £ /min) 24TV, 2,0006 .0 BiEZ 0L, 24L& 3
[l % fE L C (B & U CRF 60ml) A RIS BN H IS K 2 M IR &2 1572,

4) MEBROEMEIUEE

HeaFmmbkix, To—E&% EtOH ICHERIE D%, m I HEF (V-630, HASK) ITX
STHHARZ MBI ORKEIGEEICBT 2WEEZNE L, ERy TSN
TA D TWHAREL e =145mM rem ! BRI L TR IR T A FEEEZEH, ¥4 4—F
T LA MR A 2 72 HPLC %@ (LC1200, Agilent) &#Hr 4 7 L (Develosil XG-C30M,
N 2.0X150mm, FLF£ 3um, A LT ZE0, VT A BTV F U OERER

(Carote Nature f1) XM e L CloEELER L, ABERED Y ORI & %Z KD
77
3 HBR
(1) BRHMEHBRDOAILART ML




FRE R O AR EIL, ScCO,-SFE, AKEEIC X2 MiIcEb L3, HRRBIKRIX
445.5nm T—EH L TH Y, 350~550nm # D5 HEARYT hVIZAT A > OIERE IR
LTWwiz (B1), 7L, ARY PVEATA VERE—H—BELTELT., TR
DODNVTAvofic, ET7xS$oForial hortas )4 FOREREZ LI,
(2) BFHMHEHIZE L = ScC0,~SFE /AT A —4

FENbOIaT /A FEAROMBIZIE, RE 70C, £ 41. 4MPa, §FFEIREF Smin,
R EHHAER 10 . MBhER (= hL—F) L LT7/ 22— (EtOH , MeOH)
AAEBERERD 1/3 (nl) BEMALZ2ZELGFECH D,

(3) ARBEICKIAHE EDEHE

HHgva: (EtOH, Acetone) |2 X HIREMIM & 83 5 & ScCO,~SFE (L 2 T
IXEtOHfhiH o 1.6 fFoHERMEHELFE O (B2, K1),

4) HPLCIZ & DR DEE

HKE Y TOIT /A4 FRGOEFE (n=7 FHE) X NVT A D 6.5Img/kg,
TT7HHY o F 0 1. 72ng/kg Tho7T- (F1),

4 FED

UIEDOFRERIZE Y FEDOIREMAER S ZEET 256 1XA00ME & U CTHBIELZ Hu
EREMMEHAZH IR TSN, EEHMNOESIIAMRBEIC L2 TCEA LR,
BEZIZ AT /A FAEDRERTHIRELRH S,

WBNARL L LTT7 a2 — A 28N L7 ScCO,~SFE 1%, A AL %2 b [ml % hlHi%h 5L & md i
ZEN=FETHY, vE2RAEELEIeT /) A FOERICEIFHTH S,

SERENESReR BHWBRESFEREOLE (MBER)
]
o I 160
10 “—Lutein i = .5FE§#
B 207 | st (BI15e)
Sy L o— -41.4MPa, 70°C
1 i 3 -RIRIEREF 10min
Mzw 300 380 400 50 500 550 § 100 i ~EhaihE 30ml
B L) % i - =
FEMHMESh-HEEROSLALIML E
™ G0
14 —eion 3
12 | —Acetone £
1 | —srE LE10M) X 40
§:: | —SFE (+E10H) | b
o g
02 i - 00
o:sq 00 350 400 450 500 550 EtOH Acetone SFE (-E1OH) SFE (+E1OH)
BB () FEMSONOF ViR
| HERBEAOSXRRY bL B2 HHEBEHEE Sc-CoO BHDLE (W F{/REH)

%®1 HPLCIZEARAOEINERE

HPLCIC L3RS D ERIE S
SFElhE .
EtOI-FmitH ("‘EtOH) (n—?)
Mean 395 659*  (mg/kg
WTA *+sD 009 016
RSD% 238 242
Mean 1.19 1.72* (mg/kg
LBrEHoFy *+sD 003 005
RSD% 217 288
Mean 514 831*  (mg/kg)
LTA+ +sD 012 020
7 oFy RSD% 230 245
Ratio 1 162

*F 005 (Student’s t-Test)
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RRESL BEIMEZAVEESREICHT IHR
—THRERSEABREIREICA T TORIE—
i £ MEMPHR LEEMHRE #EHA 5hF

1 H®

EREIZBW T TFHERFEORRIELE LT~y v 2ARlkERE (MBA) B ST 523, MBA
X FHRMEZ £ A ZWERE (OA, DTX #F) & FRIEMZ Fric W isa B (PTX B, YTX
) #XBICEF, v~ v RICH L TEEHBEOH DK E —fE L THRHT D720, THitEHER
ELTCOHFEEEZBRKFMT D REENSH D, £/, MBA IXHIEREEMES ES52& K&
7o, EHEEREIN & L TSR OITEOEAREL . A EIZB W TS Pk 26 4 NI Y
EXCRBEBEBNNSTEINTEY, KEDOTHMERRE LTH DB —T v 7 A
Y (0.16pg OA M B/ MBASIND, ThEZIT T, ¥ ¥ —Tik, #EEoIE~DHSON
RTINS T2 D TV D, AT, A X BRI A, EU 72 & CHEENPERE S
LTS PTX BE, YTX #5972 LC-MS/MS —F ATk 2 i L, B9 5 7o &8RN ISR %t
IS TE LB ZMETH 2 HNWICKRFTT 20 TH S,

2 AHi&

(DB - A FZ T &5 (PG, eE )

(2)fEH#EN, - OA B (OA, DTXI1, DTX3)., PTX # (PTXI1, PTX2, PTX6) KON YTX iX, /K

PEIT A2 2 R P ERAMEEL Z 40 L7,
(3) Fk} A
INETHE SN TS LC-MS/MS (2 L a0k, sUBHM IR &2 AR LllE 3

HleOEEEZFRET HAEENG N END, BFfEIT—FY v H T A Oasis HLB (Waters

i 60mg, 3co) IC X HMERIEEZRFT L7z, BB 2g 12 9 fFED 90% A &/ — VIR & N 2,

BEoMmt Lz, = AT KD DTX3 1%, HLB 7 7 AZAM LIZHE, A4 ) — VIR T

IR, Ry & OREFLAE AR TH 7= 2 L, Tah UMK X 0 25y

ELTHIE L7, PTXBEIZ, 7B UIMAKGRICEK VLT L2 L0, OAHE, YTX &%

Bl7o—TRELZ (X 1), & Ha&EHc oW T, UV U IEE R % B B91Z MonoSpinTiO

(V—xz P A= A8) LKL 7 4 /L% — (Dismic, ¥4 X 02um) THEELEEL

72 & Z A, MonoSpinTiO THULEE L 72 IKDEINFKE DT H> BNETEREFTH-7= (X 2),

(4) ¥R =TI E R

AREHZ IR G EHEYR I & 100ng/g (YTX ; 500ng/g) WML, 174k 5 M TR AT > 72, B

AT 0.1~20ng/mL (YTX ; 10~200ng/mL) O#iPH T, MR EffIEIC LV EE LT,

(5) K il B 308 A% 1A 3 2 OVl B D 3 AT

EFEFICK D H EMA T0.05~0.1MU/gL 72 0 S HLH S 2 BRNAWIER O & %7 (h

k., Te& &) ROWRAEZ 720K (L&EH) ZOWTHERTEER LT,

3 MR

(1) AFmEYREG RS R

BREL 7 g v Z —IC K HRBRRER AR 1 IC R L7z, FEBRIZHE N T, PTX1T KT YTX @

I 70% A T o 7203, Z DM DS IE 70~120% (RSD1.7~16.0%) O#PHN & B

RN S 6T,

QRFNEEBRARVTRADSHFHER

OA IZ& AN LM ST, DTX1 AEHMEEE O P IGHE, LEH 5% 4095, 0.19ug




OA Y ik/g & HLHEM 28 2 2 Bt &4, il AL 2 & IR EE Bt S 7z (3R 2) . PTX BRI,

ERREP RIS, MRIETAHD LIREEREBROEARNIE o T,
4 FE&OH

ML ER ORBIEBRAN TEIN TS FHiMERFH OA BELIFEMEHR#H PTX BE - YTX IZ
DWT LC-MS/MS IZ KD —FmhribZEfesr Uiz, RiEiX, OA BEIC O W TR R Y MGG A7 A K
FAVOBEEEEWEZL, ¥, o AFERSIC>WITHLBRhMET 2 b0 Tholz, HED
wIEIX, BHECENDY, TOMKKITERSL HEOEBEICL TR 22206, HE
MR ZRBETELIRETFRLEBZ XS,

THAMESHEEEE (FHTBE. YTX, PTXH)

FESFAX
RELF—k2g
WA S—ILIERE 18 mL
WESHmU35M

0438 (10,000 rpm, 5 min)
LK

e s num

| L2 mL+7K2 mL
FILh' ks iR
Li%2 mL+7K2 mL
1N-NaOH i 300yl w0 = MonoSpin
$0°C, 40 min—EBFETHE G Dismic
EICIN-HCI & #2300uL) 80
| OasisHLB* | OasisHLB* 60 ’
ZRa™ cRAT ’
i AWK mL i AEAKS mL 40 7
S 10096 A%/ — LB T4 mL. 009645 /— LA mL ’
| B | EHE W ?
BN S—3(50°C) BEE-N. SA—S(50°C) o | WA i ) ) | ]
Dismic or MonoSpinTiO Dismic or MonoSpinTiO PTX1|PTX2|PTX6 PTXI [PTX2| OA [DTXI| YTX ‘

hETHE PALEREE

| LC/MS/MS B3

Negative mode: OA. DTX1. YTX

| LCMS/MSTE

Positive mode: PTX1. PTX2. PTX6

B HARFEEE B2 MonoSpinTiO LEIRHF T4 ILE—DHE
z1 HFAmMEREARBRER
RATHE BEIRE + §HTHEE (%)
OA DTX! PTXI PTX2 PTX6 YTX
thEBRs | 1176458 | 81.1+2.1 | 869+24 | 842424 [103.3+£6.13%| 6834438
DEH |1069+160| 87.5+20 | 692+117| 752+42 | 733+99 | 913+59
MoEEE(EEBICHBRSASEN CO=0EEEMEILYESR)
2 HHELEERAERUTRAOERSE
OAf PTX# YIX
& (uz OAY B ») (ug'g) (ug'g)
0OA | DTX1 | PTX1 | PTX2 | PTX6 | YTX
FBE RS R A (PRSIR) — 0.95 0.34 0.02 3.0 1.1
RElEREREGER) - 0.19 | 0.09 — 0.60 -
h iR 5O - 0.02 0.04 — 0.31 0.35
Bk @ — 0.01 0.01 - 0.19 -




R IREE(3)

WiZtaREa | et KRS (EHEC) DIREIAICET 1%

# L | RES W A BA P KB XEFF. B G-

1 B

5 R ARG PRE T MRS 2 OIS B e A OREZ R 2 37 2 & 23 2 72 a7 e e
VELL S5, BIE, BFE M RIGE O miER T 5 0157, 026 12U CITER B S VR Sh
ToRASED T STV DD, ZNDAOMIERN B U QI OT b T L 72 DA CFHWER DS ARIA 2285573
%< AN BERSSEEE N L QUL SISOV TIE, EoBE it oA b EERCRE 2
PR IETZ 0D, BEICEE L CORBESE L 725 T D, ZD78, ARFZE TN T S - iFE
MHERIEEED 5 % 0157, 026 LSO MIFHO Bk A x5 L LT, fix ORI IIT 5 2 0 =—0Ff R4
HIEREE DT — & ZREMCRNT L 2 A fek - 855595, T E RIS ITZIs T 2 I8 it KGEE e o
BE~v=a T VOWEEO— T2 L2 ANET S,

2 FH&

(1) “PhK 26 4FEE IR A 52 0 ool L 7= s R i RIGEE D 5 5, 0157, 026 DIAADMIERIOEKIZDU
T, AHEAEREER (BEo g, U O RS, A v R/ | JEEhEOA . EHT KiHh
TOWRIMOFEE, ORI o 2o =—opi R, EREER (ObUR - HEUR) . V THGIER
BREE DT 24T 272,

(2) PR TRAF L QO DS MRS D 5 &, SBRBERTHO B fERN 8 2 BRI DT
b (1) LREEDOFNT AT T, FHOAEREIMIER 0103 15 H L, 4k & —Iff 7 S0 D[Rl
RADHGE MR 30 FERIC W CREIT &1 T o 7,

3 R

(1) Pk 26 FFEEICHREE ST 0l LIZEIRO O DATEXS L 72 5 B (0167, 026 ISAOMIFR) 1220 T
A Em L, T4 AR LT

(2) 2003~2014 FZIRNTHRES VY B 2 Z—IRMESILTN D 30 BRD 0103 BEERIZ OV TE OV AZH
VZFRMT L72, 0103 Btk H ISR 2 32056 L7 & 2 A, 30 BEH 15 #43 0103:H2, 8 #%23 0103:H11, 5 KM
0103:HUT (BURIANRE) & 3 7 V— TSV, 7RV 2ROV, A aaoteiRid 52 0103:HUT &
AL L QU2 SEHEMESIE D 722 LS HPURL () A Sl L 0103:H-& L7z, T O5%EI38E
oW (1) IZBiF5bDE—8 LT, MRITRTHEY | B 7 N —T1TEWNERR > T A EFWEIRZ 7R
LTeid, Y IVR—AEGIRE DWW TR TO I N —T DIHFETORK T L, RN KIGE & o
BRI TR IR 272 Z D, 0103 ORISR EERE LT T 4 X4 - BT /WU U U LR
MY IVAR—2A < 2 %—HH (CT-SBUAC) WA Cdh D Z L3yiote, Fio, thlkOEEEEEHMC
HDH 7 aET H—STEC M Oxoid #) AN THDH Z EWVahoTe, ZORER, fHT L72 0103 FREDIE
& A BN Tl & L C CT-SBMAC 4172 55 ONC 7 & 7 7 —STEC E$ /G Cdo 5 Z & S BT
720 BEOBIZIZING 2 FOEHE NIV & X EavRrEnTs, BLEX Y B HImER
0103 [ 2N T DA RN LRATEDEN LI LD L7,




4 SHROMEARF
[, IRAFEERROMRMT 72 & NS T — & OHERITZ KR L CHElid 5,
0103, 0121 DIAAD MO E A RIGEI OV CTORBEIEZ Y £ L2905,
NN BT B EE M RIGEOBRE~ = =2 7 VO Z H &9

F_HE HL R E0103D 7 /L — 7RI

e H 4 0103:H2 0103:H11 0103 :HUT
 CT-SMAC R s 7
CT-RMAC i £, e £
CT-RFMAC /S U/ i £
CT-SBMAC LA E) e kA
7 a7 H—015TTAM R (JEDEBiEf) JX [ )
s 1% T H—STEC i [ 3a) [ 3a)
CT-RX-026 ik Tk Tk
FY zm—L Tk Tk e
TSI #hii B [ o
H A - - -
CLIG A} /S R O/R
’f“ _?Mﬁgﬁ . - * .
LIM U iR + + +
SIM B + + +
itk AK % = = =
A ¥ F—n + + +
EHT ¥ i i =

ST T 13— R 72 KB & /e DR

SEEK
(1 ] Iguchi, A. et al (2012). Journal of Clinical Microbiology. 50(9), 2894-2900.




R IREE(14)

WIZERES | AT vRIEEMICRD BB RIOR LBk VRS EMRBFE TR T S

B 4 | RIGRFER EEFMHIRE B Bo. BEREHEESME g &k

1 B8
PFOS/PFOA I, M ~DOEHEMEN K & < BREGABHZ R TH T LI SN DR E TH 5 =

Enn, KEAYO R T EMISAE L, B CHE T 2RMOAEY Thd A X %% %512, PFCs

AVIRNBRE - R ORUIRAORHE, R OEREEEZ O T Z L2 E LT,

2 Ak

oY T ISHIKAWA é‘b.ﬂ
BREOK LT (MU LRER) . AX D (BHUE 20~30 D) % | uwene o S

P U7, A CTH it CHE. i, SeiE, (Lb, f&kd) <, #
FE A 1 BiAERE Uz, 7z, Tl 77 o6 0 CR
L7z (Fig.l). AZ AT LRRET oML, EE &1 1 B
1= BIEIOHEY & L&A -1z, #5553
oPFCs i3 > P
stfrxts: PFCs % PFCAs @ C5 ~ C14, PFSAs @ C4, Cé, Figl o7 ARRHS

C7. C8, C10 &Ll

[BREEK] EFIA— R U v (Oasis WAX) % =22 kL—4#— (Waters Sep-Pak Concentrator Plus)
iy b L, 54y 10 mL O G SH TR L, LC-MS/MS £ HCHlE L7z,

[ERE - #p - AX D« A Y] IREESEEIR S S H7-9 > 7L % t-butyl methyl ether T
L., B@fZ— Y v (Oasis WAX) T - KL, LC-MSMS % I CHIlE L=

3 #BR-EE

[EREDK] 2EICIE, Bt Sz PFCs 3G L [EEROBEN T Y, PFDACI0LL EOREHOEWIEIZ
EAERISNTZ b 7283, A)Il721) PFDA(C10) & PFUdA(CID 23 Es Tt Sz, MEFEL B0 |
AR & BAHHR - 75 B AROHI O, PFCs ikt & — 2 OFE TR BN T2,

[EHE] KT, PFOA(CS) & ¥ &80 PFCAs K& Uf PFOS(CO)S LIt S/, BRETK Criiies=~7-
HuS CRIHEDZ o Foid, IR TIIREOSERMEI I V-7, —J5, HiiL, BREKTIIHE D MIRET
1372 to b D, KEA~OEHREITA), T, & (X Fh) [Tk TEr o7, PFSAs Tid, PFOS (C8)
N < B AL, TN SR TIE, BREEAK) IR S/ - 7- PFDA(C10) HsH Shi=,

(i 18] Mti&h/- PRCs |3, ECEL & [FIBE, PFOA(CS) X v 41 PFCAs, KU} PFOS(C8)ThH-7-,
AT, JEHORE LY bERE Th T

[A&H - hHYL] PFCs &, ME#E LB PFUJA(CID ~PFTrDA(C13) A5l Chth Sz, St
IE)IAEH L TERY, #12 PFUAA(C1D) ~ PFTYDA(C13) i3, flioodusio¥is T o7, MEERRE, 1
RSO R Do o, A I~OERE b—2 AN Z 0 4 il G, A1l S, @i (24
7)) Ti, PFDA(C10) ~ PFTrDA(C13) 7213 C 85%LA L& 5 TEkY, FHIA)ITIE 95%LL L% ST
We, FE72, PFCs flakbblZ gty 7efi OB G Tz, BFYIAL, A X LakkoOHRHER)
Y. PFUdA(C11) ~ PFTYDA(C13) 7Sl Chiath S 417,

OREKEEE] MAEDKE TIHRRIENEL . HBMEC OO THREICE 2ado7=n3, S4EEEE, PFNA(C9)
& PFOS(C8) CAH B R S (Fig.2)

IBARAKI

Pl




BRBKE A & H] vEFRIEER. PFOS(C8)IZBIL THH
Bt bz (Fig.d).
[EE & A5 H] EEOEE ClIRRE1Z< . fE-
PEIZOWTIRETC & e T=A3, SRR JERETK[ERE
PFOS(C8)IZB L TSGR bz (Figd).
BREKND A TS « hEXADBRMERE] A5
DOPMERE L, FHE & EERICR IR 124,000 (3
(PFTYDA(C13)) L®ETHY | I ¥ ORTERE
X, FKHI 42,000 % (PFTYDA(C13)) Th-o7=,

3SR s (Figb).

PFOS(C8)

100 -
90 -

80 - .4
70 -
60 -
50 -
40 -
30 ¢
20
10 ¢
00 -

0.0 20 40 60 80 100 120
MPAKPFCSRE (ng/L)

AFHPrCSIBEE (ng/e)

Fig.3 Bk & A ¥ 7 PFOS #HE DR

Fig.2 BEHEAK & JEE O PFCs #EE OB

AL O v DEREIL, PFCs (k%% ( PFOA(C8) ~PFTYDA(C13) ) (/i U CTHEEmIIZHE

g
2008
£
# 0.06
"
£ o0s
£

0.02

0.00 889

0 10 20 30 40
MKPFCSRE (ng/U)

* PFNA(CI)

@ PFOS(C8)

— R
(PFNA(CI))

—_—
(PFOS{C8))

PFOS(C8)

B
bl
o

70 -
60 -
50 -
40 -
30 ©
20 -
1.0
0.0 +
000 002 004 006 008

EHPFCSRE (ng/g-dry)

AL HPFCSIRE (ng/g)

Figd [EHE & A% 5@ PFOS L o fa R

0.10 0.12

PFOA(C8)~ PFTrDA(C13) D BEH N

WZRBZ L ERT,

[£&0] BmEEALEROMT !
PFOS 7213 T72< PFNA (o0 2
THHERRONS - &, BE

A X HOMTHPFOSIZOWTHE 7,
BASRD HND - LASEOME
THLNL Tz, BEKEIEE
DE—I7REHET DL, FL

ERB®HL b0 LEZ L,

MS D E—I MR EEIT—ARD ¥ —F 7 —
7 THHOIZR L, BEAKI Y Yy—TRE—I D 1 1
AR RO Y —2 SMHEL, BEDKLEET |
X MS O — 7 fARD 72 DM A Fe A Bz o |

( PFNA(C9), PFDA(C10) ) (Fig6), Z#uiZ
IEERMERORELZ Z b, BRI LTS
FERMEDRESNDA, EE ClERBH L~

- MM (4620
B 5

- MFM (4830 -> 419.0) RS2.d
2

- 41500 BV

B 182 164

Fig6 MS E—2 g (PFNACO). %)
NE—=UaRLTEDLT, REAN L EE~OEMT, BRI EE 813~ ToO PFCs &Y
DOTIIRNZ LIFALITHD, £, AXHENFY UL, BHEREROMBERD D, P L 7= A

PFOA(CE)  PFNA(CS) PFDA(CI0) PFUJA(CL1) PFDOA(CI2) PFTIDA(CI3)

Figh BREIK/ING A XD « 15 o ~OWsHitRE




R IREE5)

tfZ7eaRRE® | PPCPs (Pharmaceutical and Personal Care Products) Zt:#¥E R MNIREERERE
(ICP-MS (2 & R R UZ DILEYMID HHTERF)
1| L | RIRRE LEEMMEE SH s, FEEMMRE RE EA
1 HBH#®
PPCPs [ZDULNT ., #RIZEA Shf= [CP-MS 45 GC/MS/MS, LC/MS/MS 7z E D thitzsZEA L. KIED:A]
NEIZBTHREZAEL. TOFRKALIBELEISETHLOTHY .. SEETRBLILEVER
IREREEAE T ICP-MS [C K AR U T DILEMDHTELZRFE LD THELHRET 5.
2 DHTEOEE
IKEFAFHAHEE T INZ TNEMUE % L=, pH 258 L T L — MlEEEREIC & Y RER RN
175, HERLBISHEETAHL, 1 VO ILERIEELLTICPMS IZKYEET S

R i — Sitl W [ pH #
100 m. b7k L BMB_ MAUKTS00mL | B
fifE 1mL (MEZIE T T) 5ml,
787K C pH6~8 |2

[EFEH H TR ICP-MS
NOBIAS CHELATE-PA-1L. 3 mol/L fiifi# 5 mL ¥k T 25 mL A7y DL
10 mL/min 5.0 ng/mL
1 HmE070—Fv—F
3 R
15 015
vy = 13.522x - 0.0012 i y = 13.407x + 0.0009
R'=1 R*=0.9999
10 a1 o1
3 :
005
: :fl o] 0.4 08 8 1 0 '
[a] 0002 0.004 0.008 0.008 001
WmELE |ELL
®2 fhEi
Ag IESEF : 0.002~5 ng/mL, (1), 0.002~0.05 ng/mL (£Z)
#1  IREGEAEO TR
aH the Ag B (ng/ml)
A (EDELE) 0.0012
ATk BN (LFE) 0. 0035
TFREN (Rafieas) 0. 0026
K KInEZE 0.013

I, W, FUKSCCOSIREE, JEEYHRT~10 ng/L, &t LOT IS C~100 ng/. & DHERH S,
4 FEH
REIZBT5, SBELUZDEEHD ML (£0.00055 rg/L, ML (X, 0.0014 ug/L TH-1=.
IBESUH 2 AUV=RNEYEERDEIUNERIL, F]IIK 73%., #B/K 716% THo1=C &M, FMENEDNE
HSEDFETH 5.




R RRIREE(16)

HZEERESR | LC/MS/MS 2k 5 DNA 759 b—L DT

izl L | RBHFH FEFMRE S B

1 BH®

(L BN B S U= DNA L, AR Z T2 Z £ 3BT D, DNAFHINE (DNA 74 2 B) 1X, DNA
BROBFETIZE A EBMEE EINLD, BE I ->7258, DNA OZERNEZ HalRetEnd 5, st
(W% LI b O st A3 Hl - 2B, Z OISR K 0 #5%8 S DNA IR DFREE 2 ek s CillE
52 L3 HERICHRETH 5, £ 2 TABIFETIE, MEEEERG L 72 8-Hydroxy-2" —deoxyguanosine (8-0HdG)
IZfix . 6-0-Fthyl-2" -deoxyguanosine (6-0EdG) (Z-2UZT# LC/MS/MS |2 X V) S&EETobr T, ol
BERRHZT T E DR MOV TRET LT,

2 Ak
8-0HdG Mz U 6-0EdG OFEHES, 2 VY, [RIFFZHIIE T 20 R Oat&21T1-o7-

3 #ER
STEESRM: (BBEhERERR, H 7 L%, Sl MS) ZRatL, R 1 OLBYONRHEZHIET HZ LT
=3 e

%1 LCMS/MS D540

HPLC Mms

Instrument t lgihnllZCK)sef'i.s Instrument L a‘qihnt“m X107 | +E5! MFM Fraga380.0V CID09.0 (254 1 > 165.0) 0. 0% 12
Binary Pump (642204) Massronge  © 30 ~B0O (m/z) o
4
Well Autosampler (64226A) Polarity t Positive ) 30 0.01ppb
Colmn Oven  (51316C) :::xlx;bn [ ::.:(E.Lets’lmn) s BOHDG (m/z 284/168)
ulizer t psi; 28 -
Column : ZORBAX RX-Sil Drying gas £ Mg (12L/min) d ERAFY
(2.0x 100mm, 1.8pm) Drygas temp. ¢ 280 °C )
Sheath temp. : 300 °C ]
Mobile phase  +  A:50m M HCOONH,(0.1% HCOOH) Sheath flow N (10L/min) R SR SRR TN PR S I SR B R SR Y
B: CHaCN Frogmentor 380V CoO e At Vi el
—_— i —_— 1 80HIG D7 a~< 7T A
{1 ] 3
min BY% Flow m|/min Precursor
000 9500 a2 miz 284.1
- & o
1300 500 a4 m/z 168 (Quant) FeV x10" £S5 MAMF OVCID@R0 @M. 1> 180 1) 0.0%st 18
1310 9500 04 m/z 140 (Qual) 33eV =;f
1800 9500 a4 m/z 126 (Qual) 37eV 2241 i 0.01ppb
1810 9500 oz x f
S gege o2 VIZQ A o 60EDG (m/z 296/180)
Oventemp. 1 40°C 60EDG b ERAFY
Precursor 0.7
Tnjectionval, © 104l m/z 2961 A
©
Product os 1 15 2 25 3 135 4 43 3 3% & &S ? 15 3 83 % 83
Sample + STDmixture m/z 180 (Quant) 9eV Courta va Acswazon Teoa vt
BOHD6, 60EDG m/z 162 (Qual) 29V
0.01. 05. 0.1, 1. 10ppb{each) mfz 135 (Qual) 49V 2 60EdGH 7~ 7T A
Sample Table 2 m/z 110 (Qual) 53eV

AGPTARMHT LV 8-0HAG & Tr 6-0EdG DEEHES: Tfr&21T>72& Z A, 0. Olppb £ TIXERD T3 HETH
D ENMERTE (K1 O 2),

L%IE, AERMHC 8-0HdG ¥ 6-0EdG DERNEAZ G2 Z &, £/, "WHETHIUTIRASMIA/R EH Bl
H L7 DNA I OWTAERAZEH L CTHEER TV, Y 7 ComARENERFH 5 28 & Lizvy,




e E(17)

WHERES | FEYDOREDRES S UHISERE L TOERICEY S8R

H 4| HEREEER EEFEMIRE /MUE BE

1 HW

B TR W THEROENED E E o T DI E B4 TFEOLRAT) 21 HBGEEA T OB 2 i 5.
FHIARBOBERRS, 3, » PEREITIR DD U ZRF W AR EUTT D, AWFFECBR%E L7cHI L, ENOH
PRSEAEE OFEOIRATFR L ORROBRBHEEBORICBAL CTHDITH b A A, MO PEEIRISC LRI B0
B 7R ERITIG % HILD K D ITHL #ide,

(WF7e504E 1] BB SR OBIRTRA

(Wr5e53%E 2] BRI RE D58

(F5E55%5 3] s IR oOTE I B3 2 4t

2 HiE

[(WFge%a 1] BAHER, JBLOBREEORNL., PREEDIY fiA, SEROTEERRIUZ OV CRREZ B 2729,
[AF5E4538 2] HEROERREE D =\ I DWW IR OHERF 213D 25 7= O ORS00 72 THER R D 5,
[AF5e45%E 3] HsEIROEH & U CHibREDERICRE T a5t e ttd 5,

3 R

OF BARFEKOEIT LD A DR OBHFRA & AR RITH AT, FRIERR L O oo RRIC
Lo THEMSTRIT & 7a o T2/ 7 )~ ORSRHENEIC L A IRRICE M L & BT, IR RS A
SRR QRIS CToBhE - a1 To 72 [BFgE5%E 1]

@BAFICHEN LTz T= Y Bl oRSEIRERE) oRE (WSO #1177 [F9e5% 2]

@z~ 7 YHIRETRIEOBIICEY fiA, EX DT 5 2 LITkBh Lie, BIfEIE, FREGERI Ty
AT, [#FFe5% 2]

@ERREGR L= 78 ) Y U EE BB WS 2 & TP T 5 HARZ ~ 1A Y OB L UR
By ~TiA V7 EORFUIEH LT, BRI, 500423 SEHEAFEICE T L Q0D [W9E53E 3]

4 SO

ORI BB D A DB AR OO, MElnbiEz B LB & aiikc 45,

QFERAEBED WD TH 7\ il DRHHEBRO SR IV RIZ DWW TR, BAMPREDHLY #7 & [FIRH
FROLRIFZ AR E LTCiAPERIT OB 2D 5,

HUFEIFOTE PRI DHZEIZ RN TIR, TAVE TITBIRE L7z AR eI 215 L Ot LV RO BRFE 2
B %,

3 gt
[F7es 0]

No |2 - EfEF{K [t 4 8 BRENH W7y — DEREA DA REHA Fiden
BRI CUROES [k ol 548, 2-6 2014.5.17 43 201 HERE LT Y EY VU AHE IR AR 3 S w] i
2 PR R DEZE 2 S 736 (1) 36-45 2014.6.20 VFEGwL |2V OFRER iy bk OB AMUREE - I - SRR |
3 [dhES % < X65,12-13, 32-35 2014.12.14 |3 I HA VO RREBCHCETYE) YOO FR  PMUME AR - Pl i

4 OGNS % £65, 14-15, 36-40 2014.12. 14 J#5C | BRI LD Y~y v 7 % 7 DR FERSR NI R 7 | NE G P




AEAICEAK

T =i

B2 REAEE L FEFD  MEORFHEE (T~=2))

B3 RERBHEG 17 A0l L2 Fow (k) LRIy MEOw () oAFRE: (Y~=Y)

# 1 FEORLAZBET 2 BABRz Ay — 5

[No [ 7 4, 5 O EHNE
HFWEY I Hill O (% 1 i 15 7E i HiEEE /¥ &
2T F R ALX VY +m&§m@£§w9¥$$&m 4 7 O 5/ R B
3wt Fa WHARBER ORI LD A4 i
415 T ST A i R G158 L R Ede & 55 &1 ﬁﬁﬂ%ﬁ FEIE R
LIS [ 2 BRI L 2 fe [fl 771 o hik) BHSE - IRATHe CFEHE |
6|z 7 S5 L B oD BF A e i ] i i A 7 R I % BB op /3t B B 2R
IEPTEEY E1 A i 1 A FIF 00 e 00 B A 68 0 (6] 38F a1 A P i B A8 A
8ty Hil L 5 — & iffe il Bl o0 B A= i ik (o188 ] A 7 i [ % A o
olF N AL RER ERARC LS MR i 2 B TR B S SR
10| v 7 B 2 Hi 1A B 00 P 00 B A 45 ik [ 58 T 2 7 5 P o 3 b
%o CES e (MY e A P D R
12/C R [ FE AR AL L 2D B EMM‘P
13|/ ERF KU [ 3 R EC K % MR B A2 7 1 DR 3 AR
14|25 57 A4 =iy PAOERMARIZ LS 3 ﬁﬁﬁﬁﬁﬁﬂ@*
15|30 X5 =RV HERMNICEAET ST O i 2 7 B S B o
16| /A L~ [EESN PH0) & TS S Cr Bt ENE - AfFRED
=2Fo U a#rF B AN e <, BF AR i i ] AR 16 (i
By 7 =k OB KD L A R P
1HEFIa vy S LB A o A o il O BT A R B 5B 5 1 i




R RIREE18)

WIZERER | 1 X7 EFRBEOERMEHER S ERAEEICB Y S8R

il Y | AP FEFMMERE Al K

1 B#

AHFFETIX, A XU OMEREEE L CORMEORIEZ R E L, EROBEHEMRAC, PUR, I, ~
Ly NMEDY TS L D s el L, Bl ORISR E BT 2 R AT 5, E72, #&
MO TS MR NE R 231 54 XU S ORIFIRN A SN L, A DRREDT- D OFMWERLTIE
~OFEZ BT, S6IT. BRI D ERRIRIOIHES, B SRFSEORAEIZ DU T hilkie L,
RABICEMR S 27— 4 DI ER D,

26 FEFEICIREIIE 21T/ > T EaNEITROME Y Th D« ORNSERHIZISIT 5 2014 FEOEGRRIH
A, QOINREAFIH LB s T, @EEGITOKE LROT=2 ) 7 @FRSARDT- DGR L5
BOMFE, OWHEZ BRI X 5 i,

2 FH&

O BANOEFEREMT, BRI DT> TORNODOITE), HORRE, OVeOABRESELZHE L, £
7o, BNOBIEE NG ARY NT—T 2l L CTA XUV OBIEEFHREZIEE L, AR - BIRRMOFEZ £ & 80
77

@ BHMNTRBWTIIR, U b, Ik, #eEAHML, ZnooELL Y DNA 2L, ~/ 7 atT
T4 M12~—H—BIXOI F=> KU 7 D-loop & COL |\ZDOWTRRHTEI T2~ 72,

@ Btk ORI A U CROREEZ SR L, 10 BOEBFHO 7DD R - FHTEEDONAEIZ DN T
Bt Uiz, £/, WEICZ ) Uitk BIEEZ i L7 BB T, 2O%ORRNEE=41Y 7L
7

@ BGEFEOM LEZBEINE LT, 2 OBWERBITHBEIZT T2, RO & T/ 72,

® Hex 2pHIE Tl SHUcA XUV OBHGZIEE L, EIRORHEE 5 Z LIl XY | (@R & ik
TEFED D, BIROBBEIORILZ I DN Lz,

3 @R
@ 2014 FIZORDEL L ZHER LT-DIX 2 D030, BIHTIERIT 6. 3% C, MERARORGER L 72 o7, B
FEMSASRED & 7p o 7= d, BRI 3 (i, FuPpi 8 (il &L 8 Bl EHLAT 1L B HEEET) ThY., BE
JHE TE S 7= OMNIFUE L IEFF U 13 DR TH o7, 2~3 H ORI RERLRANIC X 5 5 B
NEoTEFD, BIRE TREARR Lo bBIER S,
@ BYGELOEFHERCIBN T, I E & 29 OB B ZIUE LT, ZhvE TictEniz 155 ik
Bla b &2, DNA Dt &~ A 7 %7 T A SOt 2 5T & LR THED 78R, ITBIASRC 0D ATREMERS,
B2 W b & UV T L EAVRIB S T,
@ 2013 FITHA Y ZFEARDFREZA T2 - T BB CIE, 4 50 ITHRIIHER S, Zoff, EEiZik
BAEEZ I3 LT b EPTOE BEMICA XU S OBRFIANA BV, LinL, KGO X 5 BI00
%< 720 BB E > - e o7,
@ FREERIG L LTz 2 DWW T E BITEEOFIAR RO, FIFERIE 70%3 L U83% & WA X 0 s L7,
LU, WA & b RERCEERREIC & 0 Fy B MBS IR & 7e o7,




® MBIz Lo CR—ERTH 5 L HERTX7-HFI3 16 FEHi, B TIEHESFans 20 ., BET
I 70 B XSBEIOIEENH LR o1z, ERE 2 HIL T TEIE ORI 288 2 7= i) 72 558 &
252 ENAfREIC 2 o7,

4 SEOWRAMAE

(1) BERMOBIERILOTEE, KEFEROAERZED 5 & & HIZ, RHEBD DD ATHEMED R
VBB DUV T B IEFERE AT ),

2) L& OEEOTREZED, [F—EROBEEFZ 0T,

() A XTI NHHE LT BT~ — I —ZB% L, (BESER SO BE R 2 HEtE T 5,




EREREE19)

HRRER | N7 - IV TEICKD YR/ DT OERENN S EFREHETE EDRS

# Y | AP FEFMMEE LA BE

1 B#

AT - N7y TIEOET VHIRARE L, RO N Ly REHYWRET D, £ L THkELT~T - b T v
FEOFEREMANN DG R 2 Lb—2 a VBT AERITL, S TRROERBN ARAEHEE RN 5
ZEEARNTEREOBENE U, RFFEIAT - b7 v TREZFML, MHEE L OIREITH 28 & L,
F7-[RERC I L CWO D IREEDAT - T o T L OHE#RET b IT o7

2 A&

JEBLPIHE CA FARAEIETE M) 12 16 Fd~T « 8T v 7% 5 A PACERE L=, b7 > 7 I3A I
%2 RRDHEEIZ LT (K1), FRR MIEO7-D~T « b7 v IREHSRI O 1 IENZ DN TEAT -
N7 o=@ L (X2), b7 v 73Rk 2~3 2 &2 5 RIOEREEIE T 7, KRBT CAE
fAZEML U7z, #FFEEECELCIZ 30°COTEIRME CRa S, /TS CT-20°CCRfFE Lz, (RBIFSREEE % H
WCEROFEAMEAL, BRATOAE 1 o TNH0 30 KAEFTvA /7 aTFa—7 I Lz, 1 b
Y T OY T VT 30 RITHII2WEEE, B SEEOARIBRROM) RSV o VARG LT LY
IV E LTz, FHHIIEDNA Extractor FM kit Z Ve, fli U7z DNA 1300 s CIREE A E L72t%, ~
A7 a7 T A NN AEEET S Multiplex PCR &, 7 A7 = AR aEIET 25 PCR #ZEiUToT,
~—%—% v MMZGI0C-GIOL-GI0B &, MUUT2-UarMU23-UarMU05 % fHVy, FhZh Multiplex PCR 232 L7,
757 A MEHTIX ABT £ Genetic Analyzer 3130x1 Z VY, g F-O¥]EN GeneScan 600 LIZ Size
Standard (ZH-SU T GeneMapper v4. 0 (2K > T To77, S A~ v FORESCHSHT O J71EI Uno et al. 2012
DIFEHELC T,

3 R

BT W= v o a o T E DY TN E TN, K v v a OGRS AR 1 1EE LT
BB TRRITRERIZE DR v o 2 ATBO T HEV MEZHERF L7c, ik CoMERIENT 25 BHTH
Sz, FENRTIHRE 8FMO~T « T v TRENFHSAIVTCNDA, ZORERE T 5 & F TR MELC
1ol 2R RSTRRFHEEE T/ Ko TEMBEREE 2 HEE L7RER, 0,33 3/ki T o7z, WEAEDS 0. 29
Sk Coh oo Z EMD, BATDOEANH-TZ,

4 SHOMEAMZE
RO A SRS Dk L CIEITT D, T LTAT « b7 v THEOR R A AL & U TGlHAAT e
harvest-based model DIEMIZEHETFT D,




£1 HkyyarOY TNV L BRI, s & 2D A% OfE R

Byirals PN HIHTHRER TR BT

FTlyay 29 68.97 7
Eokyay 32 96.88 8
E3Eyay 49 73.47 13
Hakyay 52 82.69 12
R A 25 68.00 7

B1 ~7 - Ty RO
K2 ~7 -« b7y —2EORBEIY




AZE R R EE(20)

HIZRRER | =R D h OERSHERE S FF5RFRIICB Y S 2R

B 4 | HhERRIEER EEEMIRA WA B&E

1 B#

HFRCIIRA pe=4 V) o V&% F5 U TSP A L CT& 7, L LR DiEK,
AR DRI &, Tk E CORBEHEEL CIIIERRAE RN & NI BRI RIREIC
2o TD, £ ZTAWETIEZ DFETERMSNI-T—2 2T, ~Y a7 74— g L
WOEEEHEEEEWNLT A Z L & Lz, SFEEIEIET—4 2y hOELDH LT I ab—a VHEORG
Fhti 7=,

2 Ak

IR O 7= DI A = S Tl S = 0 O T & Bl BV TS E L aelhied
TEHEh L-, THAHED L TR Y2tk in, 7V —=070LT0nk 1% 2L EDORMNISTT-
BRI LT A =R RE Lo, E72 2002 45D S OB (EAIATEL 4 ol JHERE K OMFHin 2 & O 2 5HE
L,

3 @R

ITHREROWERRE R & T A =— (R L 2R IRBORE R A T 2R | &K 2 (R Ui, il R ORI I
JH LTRSS A OHES 2800 LTz, 2 il EOIHRRITEHE TR > TETWDHA, 1 5%
OIRFENE B LT D, 85 | OMIERIME NI T CH L0, RKERERRW=OIZEMWMIZ EA- LTy
LHAREMENE 2 bID, TA =—(F5E 5 L 2010 LR, HERfES b EA-LTW1a,

4 SEOHRAREF

FRCOME 2 R bilkie L CIATT D, AHFEEISEEEE I XL D U EREdEE S S E R S s, Zhis
(IFSEETIE L BN I 2 L—a b ORTFA—Z L LTHShTWDR, ZOFEESEL LT
harvest-based model Z{ERRL TH%H, ZLTEFRMADY I 2 b—ra & LT, MIRERAGRIKEZ N
R L7 B 7 ADMERCATRED W L T 5,

100.0 +
900 + .o
800 | M

ol
700 +
600
500 +
ano
300 ¢
200 +
100 +

o0 +— 2 :
U G, S, T T LY
£ '\Eph '\?5? wén w§ m@*@o’ R O

1 EHREOBEITLY o

2002 2000 JO04 3005 FO6 2007 2008 006 J0I0 2011 J012 MY 2004 2015

K2 T4 =—tR% (ENEEROHER)




