MERREHEEEQ)

WIZEiRRER | / O 4 )L RARHRER EIZEEd 2R3

B Y | RERP ETEFEMIRE GE BA

1 B#

a4 A (NoV) 1, BFEEEED 50%LL % ) 2 ek FEEHIE T D, NoV ITiHE
SR ERFET D Z L, YRS ORI LA X D ECTHERETHHN, BiTPICE TS Nov &iT
KL~V DOEAENEL . B D NoV 23R SIVRWERFINZ Y, ZD720, L0 @R 5 D NoV i
HREOBIFN L T2,

A, FARHD NoV RHIC, B B — R % IV Vi LRRA BT 2 2 L12 k0. NoV g o E3X]
RO LT,

2 A&

NoV RNA: 2014 4 Z IR THAE L 72 NoV 1 K 2 IEGuME B R ORI A= S5 DR OFE(HE) 5 RNA ZAifiH L,
TE Buffer (pH8.0) CEPEATIN L. RNA JREE 27 L7,

NoV RNA f#iEEF 72— : NoV Gl 35 LONGI 70— 1%, WS A s e S iy B 2 A a1 22
ERE . /a UANVAORHIEICOWT, Wk 19 455 A 14 HEZIEFEH 05614004 =, 2007\ ZHEDEFGE LT,
%71 —7 X TE Buffer (pH8.0) CAR L. I ATk L7-,

BRE—X  HIROBR E—XZ W, A—I—OHEET 571k a—Upin, Bt Lz,

FOSSEORET : BERE =R T a—T %A, BN L2BHA v aX— kL, Te—7 %/

E—X RICEE LT, 7a—7 ZEE L7 e — 12, NoV RNA Zi1%, 15 2fb—#h, =|IRTA ¥ =
~_— k L72#%. PrimeScript™ RT Master Mix (Perfect Real Time)(TaKaRa)lZ J ¥ WHEELG 21TV ). cDNA Z1ERk L
72o 135172 cDNA Z AV, FEEO@MEACHEIL L, U 7 V4 A A PCRIEICE W EERR A I To 70, ERIE
MOEMGERA R L, Hal/e OS2 tE T L,

3 #RE

W, BERE—AD RNA OFERFRI7SFEEDNRD I8, EOUGER & U TRISNRIRD pH X OVERE
([ZOWTRRR LR, B B2 mIERAMG B D SR A TET 5 Z L3k, BIEIE, [IERE & 52
FEEABDA X a— g VOIREE, RS OW TG AT T A,

4 SHBOMEARZE

EREDO PSR TR LN L D . EEORNY 7L E VT NoV OFINENEGERZ1T9 & & His, it
SO IFETRMETH S T2 o 7 DN TAIEIZ LY NoV DR T AEOA FMZ W TR 27
ETHD,
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MERRHEEEQ)

HRRES e KBRS (EHEC) 2 & IR MHE R AR CH 1T HEFRIFRTFEDIREC
B9 SR

B Y | RERES ITEEFMIRE SF HE

1 B#

(1) “FRE 25 4RI 3B S 472 BHEC 026 O MLVA 3 AT INZ K D385 7RI N N 5 A 2 —fiFkT

(2) IfiERE 0103 (2% % MLVA (LD}

2 MHERUAEE

(1) 22 ¥koD BHEC 026 Z3BERICHOW T, Tzumiya? D u—H ADHH 7 o—h A& L LT, S BWTHeT
L7-one tube PCRIZED MLVA 2 AT A X 0 AR EFT T2,

(2) 2007 £ED5 2013 253 X #u7= EHEC 0103 19 BRIZDU T, 26 m—A A (BHC-1, EHC-2, EHC-5, 0157-9,
EHC—6, 0157-37N, EH26-7 : Tzumiya”, K10, K3, K9, K34, K17, K19, K25, K36, K37 : Keys®, CVNOOI, CVNOO2,
CVNOO3, CVNOO4, CVNOO7, CVNO14, CVNO15 : Lindstedt?, CCROO1, CVNO16, CVNO17 : Lebersli®) oORUSIJEE
R LTz, B —h AL (Diversity) HfilZiX polymorphism index[1—3% (77U /LHIBIAHE) ]
i LAY

3 BRRUEBR

(1) EHEC 026 ¢ MLVA RUZEAS B Z R LTz (K1), MEAL72 228k &, HIEFHIHK 9 #5723 8 FEHD MLVA
ARG ST, SERPRA 5 IR (RPN 3 5, (RBRPRAE 1 FH1, A~ MR | 35451) 1%
FAVENIL 2 D 5 DD MVA Tl 7R~ U=, #8351 I 4D MLVA i & SRR A= 35l e oD MLVA T C—Eed~ 5 %
DIF7273> 72, 2009 FAIMNATNZ L% 7 T A2 —fiffi 2 Biha L CLLK, 4 D07 T A2 —I S L)
IFBIEDRENTERY . ZNEND T a— 2l ETHERMEDIRINIZIAN > TS EB 2 Hivd,

(2) FHEC 0103 18 KRIZDUWT 26 m—H A&l L= & 24, 10 m—H A (CVNOO1, CVNOO2, CVNOO3, CVN0O4,
CVN0O7, CVNO14, CVNO15, CCROO1, CVNO16, CVNO17) OfAAHEMM b EVERIEEE /R LT, Fa—h A
(Z831F % polymorphism index (0. 100~0. 837 L7210 | 2K TIL0. 469 (95%(EHHXIH : 0. 151) Th -7z (K
2)o 7 7 AL —fEHT CIEBIEFHIE R 14 BRIX 13 FEEHD MLVA B, - OOZENFEAERRRITE N EUR U
MLVA BUZOSEE L, ZHUDIL PRGE & [AEOFERTH 72 (PRGE 7—47R~E7), Lindstedt? ® 7 m—7h A%
IMEREE O TIAEOE B —D 2 & L TIRBINTODA, RN TH SN 026 ORBIIZIZRAE T
otz ¥, LinL72235, EHEC 0103 \Zxt L CidZAiEa R L, & HIT Lobersli?® 3 B—H AEMZ 5 Z
LT TMYVA RIS AIEE T D T L AVRIE ST,

4 SEROMEARE

MLVA A95101 %, PFGE BB Helge U CREfEC, R CRERDMG HID Z &nn | SREBRAER DA 7 ) —= 7 &
L CHHWED @V, EHEC 026 o MLVA BRI —F A5 & UGk 22038, BIRFARIZ K> TT7T r—H AT
VAT EARUWRDNHELT 2 FTREME S 8 D 728D, T 7 = — 7 A DB S HEHI MU D ERT 5 Z & &
T2,

FBEMYEEE 0157, 026 K& TN 0111 o MLVA FURIIE: Tzumival 23T L CUWNA 03, ERLISA DB 6% MLVA
AU EEN TR SAUTUO7ZR0, AEL, 0103 (2% LC MLVA BUBIASATRE & o 10 v—h AR A &z,
LU, TS0 Tl e, A% bROISEZ/KE L, EMIRIC m— T ADZIMEAGEST 5 2 & &
T2,
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13059 _family?2 10 | m@Number of allele =#=Diversity - 09
13058_family2 8 o
— 13054 6 - 0.6
13031_family1 o
13029_family1 4 L 03
13032_family1 2 02
13051 o o
r 13044 2 5 225 28 2z 8
L Z Z Z z z 5 z z Z Z
13037 & &8 &8 8 8 8 85 & & 8
13047_linked2
13038_linked2 [X] 2. EHEC 103 01— A BIZHANEDZH
13049_linked?2
— 13052_linked?2
13053_linked2 09054
13064 09024
. 10102
13019_linked1 1110_family2
13018 _linked1 11107
13055 11111_family2
11108
13017 . 07020
13063_family3 10021
4E 13062_family3 09932
07050
13030 10131
T o
| _family
60 50 40 30 20 10 O 11073_family1
11076_family1
1. EHEC 026 0> MLVA BB\ Z e < Al 11078
family 1,2, 3: FHENZA {1122

linked 1: fFBER COEMIA

. . L - T T T T T 1
linked 2: A~ CORMPFEE 250 200 150 100 50 O

3. EHEC 0103 o MLVA B Z 35 < bt

1) Hidemasa Izumiya (2010) New system for multilocus variable—number tandem—repeat analysis of the enterohemorrhagic
Escherichia coli strains belonging to three major serogroups—0157, 026, and 0111. Microbiol Immunol 54:569-577
2) C. Keys (2005) Highly diverse variable number tandem repeat loci in the £ coli 0157:H7 and 055:H7 genomes for
high-resolution molecular typing. J Appl Microbiol 98:928-940

3) Bjorn—Arne Lindstedt (2007) Study of polymorphic variable—number of tandem repeats loci in the ECOR collection
and in a set of pathogenic Escherichia coli and Shigella isolates for use in a genotyping assay. J Microbiol Methods
69:197-205

4) Lobersli. 1 (2012) Rapid and high resolution genotyping of all Escherichia coli serotypes using 10 genomic
repeat—containing loci. J Microbiol Methods 88(1):134-9

5) e (2011) MAE HHLPE RGBT K D 0RERIEE BN T I01 T 2 5 PRURET LRI BT DAF9E. 25 FIRBREE AT
Jek o AR 10 7 CFRk 22 R WFERRiEE ()

http://www. pref. iwate. jp/dbps_data/_material_/ files/000/000/031/595/06hokokul0. pdf
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MERRHEEEG)

MRRER | FERBEDOS FEFAEERED T -2 X—R1LIZBET S8R

B 4| RERER LEEMTRE S B

1 B#Y
FERE O VNTR 25 5 DNA SR OT — 2 _R— AR L, JEGR2EGYV— R OFIIEANT T D
Z &, WLERT OB R ERFI OB, BR THBED/Dan LA 3T OMERATEZ BIIIZ, 2
5 3 DOIFRAITONT, IRNORSARRAHEE & 1) U CBEROIUEZATV N, it &2 3350 L7,
2 A&

(1) YAERTIT 4 DFTOREHFREREBEIN G K 25 405 26 4F 1 H £ TICHBE O BIREE L0 5y
BESUT- 64 FRZIUE L, g5 KO PRGE 1B X 5T 21T >7-, PFGE L. Salmonella
Typhimurium , O4i:-, Slnfantis, S Rissen 335U Schwarzengrund @ 5 MRz T, HilFREE
# Bln1, CHEFII (Bio-Rad) M+ 6Viem, AA v F o 75 A L 2.2~63.8 FT 19 IRFfAEIZ1 TV,
VKEME D AT T2, FTo, WAk 24 FOBFEFHIELY £ o & — TRt S - it BRI R £ & Bk
g e s L7z,

(2)  VUARTIL, R OO ST TRRE Y2 & — ol L 7= 2 BRoiE A RER 4 520t L7,

(3)  AEEZAIZ, TRk 24 45 2 A2 DK 25 4 12 H £ TIZ, 10 Z T EREERE HIUE L7 116 0 9 Bl
BOBFEAFRS 11222 T, JATA®15) -VNTR 148 LSO HV-VNTR K2 X B T2 5206 L7,

3 @R
(1)  BUESHTZHVERT 64 HROMIFRNE, 52 BRI 18 DMIERUI /TS A3, 12 BRITAIANRE T O4:ii-
Thotz, MFRE. ZEIZ, S Typhimurium 19 £, O4:i:- 12 £, S Infantis 6 ££. S Rissen 5 £,
S.Schwarzengrund 3 ¥ Téh-7-, PFGE 1A X 5T CTld, AHIRERHE CRIFHAICE U PFGE /3% —
VERT T T AL —=RAHLIT, (S Typhimurium : A% 26 471 H~2 A, BERTELO 12 ¥k, 041 :
ok 24 - 4 A ~pk 25 429 A RERATERD - 48T - BUNT - JHNET O 158k (X 1), O4i- @ Pk
25 £ 7 7 ), RERTIEIL D 3k (K 1) %), £, R T ST AHDIER & &b HDRIRO PFGE
INE—=AEH LR 286035~ 7= (S Typhimurium, .S, Infantis) ,
(2) VAR T 3RKE. & Legionella pneumophil IiiERE 1 Th-o7z, (G 1)
(3) MEEEEIE. 11280 5 B JATAQS)-VNTRIAZ L 57 Vv a7 7 A Vin—E LT=FHL 5 Fild -7z,
I BIZ, 3 DDLIMETE AT AIEES AT 2 r—0 A2 (HV) ZBinL CHilg L7z, F6i2 125
WT 1 AT HV 25ES> TWDLSNT—E L Tl 0 | HElOEYYR - L — Mg, 45 1~3
I IR OGS, 5 4, 5 1 IFHENEGFHITH D, (F2)
4 SEOHEAME

(1) PAEXRTICOWTULER 18 FNDFHEETT->TEY . BRI H ) 5T PFGE /34— 53—
LR HOIIRBREAED RN S H Z L 2 BN L TE T, 5l &k BRRRAERD &dfs L,
BEZ LT ZEREEEEZ X ONT, £70, Pk 24 F0 6 MmEh T s 04i-1%
STyphimurium OHEFZAEREE B 2 HIUTEIY . MLVA IR X 5385 7T H 5 L7z u,

(2)  LIART OB T DM ZIE0T%, BB A X 5,

(3)  #EEZED VNTR IEIA A HE L B2 HIVTRY . SRIOMHHERCIL, EFT —2 20D T,
HIA L OB EO RIS LT R & ootz UlITHREZITV, 7 —F =2 &5 LG O
FAZAT O TV PETH D, FTMEEINEHETH D720, MEIEORRIZTT O TETH D,
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O4:i:— M PFGE

B o B B B e S No. 1A i b2k 4=
L[] I “ | (S 2013. 8. 1
“ | M1207 mEREH & 7 2012.4.28
I Mi208 EEET B 8 2012. 5. 1
| I M2l ERET B 11 2012.5.1 Tt ~
| | T MI215 smEm & 1 2012.6.5 k2444
7 | iy | MI221 mEmEm & 0 2012.7. 14 A
13 11 | M1238 B & 30 2012.8. 27 Pk 2549 1
| il || [ | MI313 et & 15 2013.3. 21 o 37 - .
| I )} | [ | MI317 KfmiE B 13 2013.5. 20 BRRITE - 1E%8Th
| UL ] 1 M1320 EEFAM % )RE6AE  2013.6. 1 . B
| Wy 1o i | W32 mEm & ] 2013.6. 20 ek - BUNH
I M I I MI1327 feEm B 61 2013.7.19 s
| ] bl K 1) - M4 FHR K2 2013. 8. 21 Attt
) I MI210 =m® K | 2012.4. 24
13 | M1239 EERET™ & /MR 2012.9.3
' (I | i1 | M1202 B & 49 2012.3.2
| [ Il [l Mi337 mmEm % 10 2013.8.7
| m 1ol [T M09 FE K29 2013.1. 25
| i 1 1 0L | MI306 mEREm 5 4 2012.12. 21
] [T i MI328 SigBT & 1 2013.7.22 Rk 25457 H
| [11H] [ M1332 mEREH & 2013.7.28
| il A I T 2013.7.30 BEFET LD
11} i 19 |l MI200 ek B 10 2012.5.2
il 1 : e | I5K1201 201112
R BRBRENLDBSNILOA RSB (EFR FH18~25%)

FRI8E FRLI9F TR20F FRM2145F FR224F FR23F T R245F FR25F  toal

L.pneumophila SG1 1 3 2 2 5 2 3 18
L.pneumophila SG2 1 1 2
L.pneumophila SG6 1 1
L.pneumophila SG9 1 1
L.pneumophila SG15 1 1
L.pneumophila UT 1 1
EHRBUEER 1 4 2 4 8(64) 2 3 24
HWE A 7 4 17 12 11 14 6 15 86
#2 JATA(15)-VNTR T—E L =341
JATA No. HY
1 2 3 4 5 6 7 8 9 10 11 12 13 14 15
iﬁ“ fﬁﬂéﬁ ID MIRU MIRU 8155 MIRU 4052 1982
’ 0424 1955 [ 2074 [2163b| 2372 (QuU 3336 | (QU | 4156 | (QUB [2163aETR-A 3232 | 3820 | 4120
10 26 31
B B26) 18)
B |201220879| 4 3 3 4 3 2 7 4 5 7 8 4 14 8 4 8 9 10
1 BT 201128254 4 3 3 4 3 2 7 4 5 7 8 4 14 8 4 8 9 10
B[ 201141796 4 3 3 4 3 2 7 4 5 7 8 4 14 8 4 8 9 10
B[ 201030164 4 3 3 4 3 2 7 4 5 7 8 4 14 8 4 8 9 10
B [201128299 4 1 3 2 7 4 7 4 5 7 7 5 10 9 4 16 22 12
2 B [201141547( 4 1 3 2 7 4 7 4 5 7 7 5 10 9 4 16 22 12
EW 201145040 4 1 3 2 7 4 7 4 5 7 7 5 10 9 4 16 22 12
£A |201221840| 4 1 3 2 7 4 7 4 5 7 7 5 10 9 4 16 14 12
£HA (201234514 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
£H7 (201224807 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
£H |201216138| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
£H |201204085| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
3 |[#A\ |201235617| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
#£R |201224723| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
#£R |201239734| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
hff [201212445| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
ZRF |201386744| 4 3 3 3 7 3 7 4 5 7 8 5 10 4 4 11 12 5
4 —B |201205274| 4 3 3 3 7 3 3 4 5 7 8 5 10 8 4 13 | >20 | >20
—B§ |201200834| 4 3 3 3 7 3 3 4 5 7 8 5 10 8 4 13 | >20 | >20
5 B [201241426 4 3 3 3 3 2 7 3 5 8 8 4 10 8 4 13 15 [13/16
B [201363955[ 4 3 3 3 3 2 7 3 5 8 8 4 10 8 4 13 15 13
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MAMEREE )

MERESL YA ENEREEICET SERMARE
1| =1 REH=EE LEEMAMHEE EHE BAF
1 B®

~ XA VEEYEIX, BN A LR MIETHDL Yy F T ALY T EORIREE
RAT D~ X = ORI K-> THA 32 EYE C©, ERE BN /A fE /e (SFTS). H
ARALBEEL, 7 A DRCRUREZR ERH 0 | Wb EE L CTE D b e S HEE O 4R YL E
HO . KRBT 2REREOEENAPNDEGPIEDO—DTH D, T T, BEOEBENY
A7 HPETHZEEAMNIC, X =IOV TAERREAE LPCRIEIC L 2R FIKE G IRARA
ZEhE L7z,

2 AHiE

(1) AN 256~ 12 A I CHEM L7, BEFHRELEM LKL, RNE» FTics
WCHER VB KV ERE LA Eo~ # =565/, K-l Lo~ ¥ =58k, B8
WA B Lo~ & =2THRIE, & MCHHE Lo~ & =28 0§ 14208 ¢, ERBEMEE TR % [ E
# . QlAamp DNA Mini Kit% iy CDNARH 21T - 72, TRIRIREEA AL B ALY 7 v F7 (R,
TA LB X OEIFER L) 7B E Y 7TV 2 A LPCRIETITo 72, & BT, A~ X =73M1IK
7 [E ST RYSE T2 AT S E i 5 SFTS 7 1 /v A E NS AR IC#2 ik L 7=,

2Rj. 74 LB LOREYREFEAR L U 7TEBEFORHIZY 7V A LAPCRIETITo 7o, fEAVE
B OWEIEPHER SN TR ITEER Y 7 v F 7 #51 (R1-R2), RjiE{s T (R5-R10), &~
LU 7 iEfsT (flaB) A4 L L 7-conventional PCRIEZ 1TV, BEHEM RIS Tl s 7 M AL A
B DFENT & 4T > 7,

3 WRBLUEE
(DAEEREOHRET, 2B8EO~ X =Nl I, IRV IETHEA A NP F~ X =R b %<
BEIN, EICHEELALICZHER L CVWE, Y~ h~vF =, 74 NFF~ & = TR
w0 TR REI N, RTHEBE LIz~ =12 20 TiX, BIHERED O 185 (K D 23
b, TEINTTFE=REDF X =BBELL 6~THIIR Y =, 8HUREIIS) - BHX¥ =2 F
WAFEL T (K1), BEBHY TIX, MBI EITICEs THNEYHY=IZEWVEH - T,
QRjBLETERAT DO IR SN2 oT2ln, Y~ b~ & =5k (13.5%) 67 A
LIFHEAR LY 7 OB.japonicalBin T S hio (1, £2),
@) a2 =74 LHEBLOBURAR LU T 2N T2 2L Rbho TVDH N, AH
OHFETIE Y a2y 2~ =pb AR L) TEETEIRIBESN 2o 72,
BRI E L7 X NFTF~ X = b ERER LY 7 O Bmiyamotoi Eix 123 &7z (&
1, £2), ZO~F=FWMLTEBY, ~F¥=RNRLIUTEHRALTVZHLON, HDHWVIL,
RPBEGEE L TV DONEIAHT, 4%, KVFEMARHENLETH D,
(5) [E S EYYEMT FE T D SFTS ¥ A /L ZEN AR A ORE R ARIZIW T SFTSV Bin FIRA~ & =
WAEBTDZENHLMNE RS T2,
4 SEOHMEAAF
(WHAE~F =, B E~ X =0REL L ORRERER FRE LMk T 5.
(2) [ESLIRYEM FEFT & 0 SFTSV @In FHREMA DOV 74 A4 LPCRF v bR END Z Lo
B, A =ZOWT SFTSV #ix T RAFEZ T 5.
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V185 DMERIEIE

WIAMIFREZ aFvA R
LR S-S s EY AL & £ i
8B

oF$ [
9y=
oY= ‘
s =3 |
ERH=-R

A A sA 9°A wA

cTresess

BM1 4X, raIhoBESNEIT_0OEE (WHEKRA - FEXT—U8)

K1 IF-_OBFARBIYTVFT7. SALRRVEIRBEAL) TEGFRERR

o] B BEL R-¥E Eann sl 8
~ — A4/18 1/5
5 PNRNYZ 37 | Bometiajaponi 02 gotia japoni 0/2
E YalvIvsd— 4 0/1 0/2 0/1
_ 1/44
TR FRYZ 55 0/9 Borrelia me 3 o/2
AARTFREZ 21 0/15 0/6
F
¥ BT FTHFIS 13 0/9 0/4
5
Z FFIRYZ 2 o/2
E
VYR ERFYYZ 9 0/9
- AAFIT = 1 0/1
ast 142 4/55 1/58 1/27 0/2

x2 BHIhERLYTEEF—E

L U7 BT vHZE B% BESINIIBT
Borrelia japonica Ixodes ovatus e EEE

Borrelia japonica Ixodes ovatus fEE LM

Borrelia japonica Ixodes ovatus fEE L fEET

Borrelia japonica Ixodes ovatus fEE BiRaR
Borrelia japonica Ixodes ovatus AT Vh SFERT FRE
Borrelia mivamotoi | Haemaphysalis longicornis # EEnRRRE Ly {74
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MERRHEEEG)

RRER | VML RENMEEREIDERICET S0

B L | HEREIEE EEEMIRE @EH b

1 B#

b NADUS T, T T EED D A N AL A D BYYE R FEERTIREY ThH D, TE, £0E
BAENIE EL TR . KIBDO EFEL T EWbItT 5, AR 2 RO BSAmikin & B
BINTT D & & BT, FPERIRFEOAER 2R 2 2 LI X HERRBAEBIIERICE T 5 2 L 2 Y &
T2,

2 A&

A BAEIRIC 381 B ICE O A BRIRAT 2O7RL 25 4F 6~10 H | TR, =i, A, AR, AT
— T, FEIURT 3 T 3 BT 1 koD 58 H T T o7,

A BRI RN OTET OTKER, BINTHGE STl & A Y78 EO N TRBROITEKICART 5 EIY
TH OB OMHET, KO Ey TR, | EHASICOE 1 ~8 N TAESZ I Lz, B L= ogh ik
ZEIRTEE L, PUESETophA | SRS T CIREFHICAIE L,

3 @R

R OIN LD R 72 58 Ml 287 N TARGHIDONNT, 1935 BEZ [FIE Lz, ATHE S v~
N7, B NADU~A, YA~ AA 7 avYTh NG FANT I RO, IR ThH -T2, ZO
I HY T T, Y~ Y7 DI EEEMA 58 2T 9 B 53 D HT CHERR S, iR LR, T
BIRIZBWTESEE TR Ch o7, RO TELSEIRENT-DIEE F AT~ C, BERTALAERT, JESHT,
T/RBMRL, RESFHTO 6 HuSl ChRES U,

ZOFRERAERIOFE T M AV~ B OABDHER SV ARRRE I, 2Rk 24 FEEOIR CTh 72T/ f&HT
L0 IEIAIET A RETHT (39° 427 427 N, 141° 07" 16" E) Th-oT-, FRL224EICE AV~ B DOILR
& U THER SN EIX KL O 2 FOAu &3 24 NETIZ 3\ TR, SRR 25 4RI RO A RIS CE 72
Mol

FCHS O FEAHRERR )N E B LRTHT R C b H 2T T, AR HDOE F AT = OBA L
T, KIROIEERC, & N AT~ I OAERBRIEIGO S - BIFHEREOZ I A O E - B N A#R 0 IR
Lo, et Ea2fIT TWE EEZ BND, b h AV IONHIIKIRD FRCHE, BFRAZILEE
F 2D IR LRSI EL2D5H 5, ZDX T, 4% e bARRNEMHEET D Z &1k, BRI LOBLED
HLHEHETHD,

4 SEHEOMEARZF

AEIOFRE TITE AV~ A OAEBIPRITEM T RESFHT Ch o 7223, IEFAGOIRIR TR Y | R
WY TITEE LT E D Dl HITiE, WARED & R CHREARZMERT D ENH D, S HIT,
[EML DN DR A Z I HNTT D728, INFTEL Y < O TRHEZTT) Z L AWETH D, 5, H
ERIRIE 72 K12 X DKURD EFATHEN, [R5 A83 S HITHERT 5 2 &3 TARE I, fife L TR LTl
ZERRETHD,
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MERREHEE©G)

HIRERER | MERKSHFRYEDRE ) X9 §Hill & ARIREIEROARILIZE Y 58%

# o | EREIAED EEFPIIRE EARK T BER Hit —F

1 B#Y

AHFZED BRI, HAARKRERIZL > TRE LTZ KREODNE IR L E, BENZ > TRET 2 REAT
R RIVEIC L 2 REROIEFEA~OZEORRE) D, RARET, FHIBFHEEHIZIST 2 KRR -IRmE D
TREE & ROy DIRFE &SRB OIREZRE L, RERICE 2 5585 HRET 22 L Th D,

2 FiE-ER

S LI HRT S X ESEL . HBEPERT A DA T D & HEE S o —BAMERER R OEETEE)
DB DIRN ) I EREROFEH DU TR (P Y PM, o) ITHSE L. FlIEEY ¢ L2 —DEHEZ >
DIRFEEZHIE L Y A 7 G2 560 L7z,

LT R ORI iAERERO—E A 1 KO 21T, ZhHD 7T 75380 P, KOVPM, 5 DIREC
OWTIE, WFIVOHIX $ R X iR EFEH T 72 OREBRBEER OFENBRE YR FRl>TRY . ZAUZXY
RNKZERBE DL RLZ DR ST, PMy s DFGFTRER & LTI, (LR R ORI NS B E il
B THBEMEOIRE L OWIERA A > 3RSy & U TR Sz, (LRI E BRI OWTIE, Tk
D WREA A DEERRE < —BIHEREIRNCOWTIE, BETEEET A DR L HEE S5 B R
EVMEZ R LTz,

Fo, PRk 23 AEEEIZIRN 8 4 FITCIAAS L 72 SPM DMt o AREEIZDUNT 6 hk 23 4R 9 A LIRRIE
ERLIRTOKIE AR T LT Y, AR 23 D DAKGEIHN L T2 BRI 12 THETANZ 51T 5 KD
T AN MREERASE R (DSHUE A 241 R, AEIEEREE 236 AR, TRk 26 4 1 ARER) IOV THTT
REHT AR MIHUEE R (10 A/L) Kl Ch -7z,

FERAEETE LA OPM, RUPM, REHE FRMEELF —HEHOPM RUPM, REHRE
160 160
¥ - K- =¥ - K- =¥ - X ¥ K= K= H =X ¥ - X
140 140
120 120
« 100 S S S R Sy e PMIOEE (E) - 100  de —h—h h —A— sk —h— k —h— A e PMIOE CKED
2 w0 —a SPMEE(EE) B = — i SPMEE(DE)
% 60 —a—IBPM10 g 60 —a— —f4PM10
% 40 =% Pm2.5ERE(EA) %’ 0 e KN K e K -2 PM25EE(EF)
-':\< * = KIS T K- o= ——EPM25 K 0 B :- ! —— —PM25
20 ~— 5
0 0
VRV VAR AR Ul
S
& F PP P
1 Pk 24 AREELITRTOD P KON PM, 5 SREFEHERS 2 Pk 24 AFERE—BERIOD P, S ONPM,  EREHERS

PSHIZIT 2 PM, 50 PMygn SPMFROBEEE o 7 AR O AR A b O EE A L 7R R T4
BIHEIARMOAUETDH Y . TN HORERRNIONTIZE - RLAHES Sz LB STz, $o, 2
NBORERIZ OV, A=A CRTERRORR VY7 7 S CRRICE L T2,
ABOFEEE LTI, ABEOTE L LT PM, (20T AR D OSSR RO 5 < b
ATEH SR 5 OB 3 5 Z L5 ZOEERAEFROBEEAEIROPEHRIL ORI D35 35y
Wi 2 B IR fE T E T B,
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MERREEED)

WiZtEREEs | BRI L DIRIBZE QR AR (RELEESEX)

AN
B L | HEREIEE EEEMIRE @EH b

1 B®
FAVERNI S8 8 JIE IR B WA (0 R IRERM LAk oy) 21TV, BEEOBRIERCIRMES 7 — % LT

R 24T 9 Z IR0, RIROEKOBEMVRSRIC L D REEOREHRHMNCE T2 Z LN ET5, £
7o, EEBEEHRERIC &> TIMIT D55 b IR EERRA & O EEBREEHRE - LSRR
RATE DI - WFESINT 5 Z LI LY AROAL LT, dWiHE - Flb7 v v 7 & HIZEERBLE L b
BRMERZ D & FHlEAT O Z L2 AL 35,

2 Ax
RS\ A R E AT M OB i Ze o % —D 2 » T 8y 7% (035 2LV EH 1184 5y
(NO, NOX, NH, 0,) D5HF&1TF-7,

3 R
Rk 25 AEFEE OFERA T IORT,

F1 YRR 25 AR S o HERIERE S e
HZ : ppbv

HH HESET /M SoNE EEHE
\O S ] 3.59 11.74 6. 70
z J I~ 0.34 0.74 0.51
\O St 0.18 4. 86 1. 42
J I~ ND 0. 46 0.14
NOX St 3.78 16. 60 8.12
J I~ 0.34 1. 16 0. 65
0 St 19. 03 43.81 29. 11
’ J I~ 24. 54 60. 69 43. 41
T St 0. 80 2.29 1.38
’ J I~ 0.12 0.62 0.39

WRIZ, K 20 FEE~25 AFFEDORMFEZA LA TId, BEMCIE, NO2, NOx, O3 [ZJvMEMN R Sz,
JAUBEECIE, NO2, NOx, NH3 (3 1ppbv AMOIKIRE CHERS L T D203, 03 (ZIdAMEm 7 Sz,

* 2 PRMERSIER AR

i (ppbv) J\IEF- (ppbv)
NO2 NO NOx 03 NH3 NO2 NO NOx 03 NH3
H20 7.0 2.5 9.8 31.3 0.9 0.5 0.1 0.7 49.0 0.2
H21 7.3 1.7 9.0 32.1 1.4 0.6 | ND 0.6 47.0 0.3
H22 8.3| 4.6 12.9 33.6 2.5 0.6 0.1 0.7 52.3 0.5
H23 6.7 2.3 8.7 29. 1 1.3 0.5] 0.3 0.6 43.9 0.2
H24 6.6 1.7 8.3 29.4 1.4 0.5| ND 0.6| 46.2 0.2
H25 6.7 1.4 8.1 29.1 1.4 0.5 0.1 0.7 43.4 0.4
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I EE R (EERED

—s— NO2
—— NO
50 —— NOx
------ 03
. NHG
40
4 D —— Mmoo X
a 30 CY —
S 5% <
£
fi
20
" .MH/A\ —
=" °
o P_;I{/,!\‘#=I—-

H20 H21 Heo H23 H24 H25
FE
— + NO? RT3 BEEFEAOUEE
—@— NO
B0 —— NOx
—--x--- 03
50 D r— e an T al <
“““““ " IS Y
Y- T T >
< 40
=]
[~%
=
8 30
il
20
10
0 = i S o i ik I
H0 H1 Hoo H3 H4 H5
FE

4 SEOMERARZF
RETGGENADEIN MRS 2 5 128D WAy DF =4 — 135K & bk S D8N H D |
EEBREI R T DATE S S S5,
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MERRHEEEO)

MZREE | BRPASEEMEREOREEERAGIDRE R UKL

8 Y | HERER 'R OBES. b BEET. TH B KE =

1 B®
FEEEFRA A2 HAg L UL7=A0h GLP (Good Laboratory Practice=2(ERSEFRANE) 1. YUATrCTHEREL 13 LY

BAL, REFEHZAZTWD, —EOMRE BT, BEELEOTELL A THL, FERHAZRD, B

DR BLT T RUEEL 725 TND, £ITC, SHEL, JBAESBEEMORBEEITA 71 AHE, 7T

KL T2 DEITRS 2 4T CEE L QO D alBRIEOZ S EEZ T A Z E A B E S5,

2 H&

FHIATAIR, H22.12. 24 BZ2%8 1224 55 1 5 TR IS 2 AR I T B3 2B A O 24 MR AN 74V D
—ERELIEICOVNT ) (2K D, RBRIEIT, B TGC/NS |T & % s — kBt (BEPEW)) . TLO/AS |2 & % sk
LO—FABRET (ZPEY) ), BMAESRS  HPLC (2 L 28 AESR SO — 7l BRE 11T GB/KEY) |, B9
W AR TEAEERRAIEEHEM L. SRR TRAE MRS AR (2003) & L7c, EEIET,
JEHE S GO (WEBIEHEE) . LC (MikHiiiiis) . BRIESES, « MokHiEiiis, W - it o o7,
BRAEANE L BEIE. 1 AR5 B TITo7,

3 #HE

1) EEROZYMRHmI, Bt U7 ERIE H s 210 (GC) JOM180 (LC) THH THE L, Mat L= shoofikEix,
WAV DRI, T, B OBRED T BE 1 O 13 EETER L, REZHR 12 BEOAN Tl
AEAENL, 101~190 HE (GC), 100~126 HH (LC) T, T X COMECHEAT HHEEIL, 99 GC0), 52

LO) ThoTe, MTTHGHAE DR MEFMOMENOHIBRT 22 & & L,

2) EWHIEIESLOFHmIL, Bt L7cEHESESE B EY 127 (L0 A THEmEL, Wt LzmoREL,
WAV AT - K - F, BIRR OO TN B 2 0 6 FREECIME L7, WAHEENT, 59~T5HHA T
TANTOMACHEAT HHARL, 41 L0 Thov,

3) IR, Wt L7-isiE B g e 12 (L0) . ekl 4 (L0) THH THEE L, Miit L= ihofE
FIIAE ORI IEZ B o/, MR KO Va-vE G e Aiho 3T, RMEENRIRE, B, iE
ZETREMEON X MO A FRETHIM L7, WaHAEITEERT12 0. RMERICTIO A Th-oT,

4 SEOAS
SRRIE ATBIRAERRIE B ORGSR ONE SR H 2> B3I U TR RS R 21TV 2L Y,

1 EEOZUHTEEE o BYAEEROZTUETEEEE £33 BRNPOE L{EEEER
BE THEFH HEEEH BE |[ZxEBH|ESEEY| (EHE| BE |=#EEH | BSEEH

%S 210(GC), 180(LC) [167(GC), 106(LC) | |&=1+ 127(LC)  [71(LC) B |EZX47vk12(Le)  12(LC)

e 210(GC), 180(LC) [189(GC), 118(LC) | =Ly 127(LC)  [74(L.C) & |AEEE h2ac 1200

F5HAE[210(GC), 180 (LC) [161(GC). 123(LC) +5H 127(L.C)  [75(LC) #H|F742 12000 [120.0)

Foy 1210(GC), 180(LC) [190(GC), 1200LC) | |BRE 127(LC)  |7300L.C) & JA 1(LC) 7(LG)

ZpIY  |210(GC),180(LC) [151(GC), 115(LC) | (EBE 127(LC)  [75(L.C) = ={HAE|1(LC) 7(LC)

<k 210(GC). 180(LC) [148(GC), 118(LC) | |ER 127(L.C)  |58(LC) £ 45 —|7(LC) 7(LC)

P 210(GC), 175(GC) Bne 127(L.C)  |41(LC) Li3E  |70L0) 7(LC)

o) 180(LC) 101(LC)

AL 1210(GC), 180(LC) [127(GC), 100(LG) | HILEEE

Yhdie 210(GC),180(L.C) |152(GC), 121(LC) 1) 2&:0.1ppm. 0.01ppm. FYYZ&IE, 0.05ppm. 0.005ppm

SAFF [210(GC), 180(LC) [155(GC)., 126(LC) 2)EIEEER: EEE

SES 180(LC) 122(LC) 3) BN EEEIE20em,. RERIL. 2EEEEOLWLERIE.
= 180 (LC) 22(LC) ElLlER0EEE.)
Be 210(GC). 180(LC) |99(GC). 52 (LC)
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MERREHEEEO)

WizteREs | et AR E (EHEC) DIREAICEE Y i3

B Y | REH EEFEMEE Wb ER

1 B#

JEE R BERGE T NESCmlin g 2 U R B OFEA L 2 972 & 23 2 7ol efie e s
DELL I, BIFE, IFE MM RIGE O EE2MER CTH 5 0157, 026 (200 TSR BRI
IR ESNTRRAEIEDTNT STV DS, ENLISAOIMTERNC B LTIl otd T & 720 D AALFAOER DR
BRSBTS . AR BRI H S E L CUVRYY, ZOAICHOWTIL, EisHk, dudkE, 22 b,
BRI R E B L RIFT 2 LD, BT L CORBES L 7o TS, 208, AWFFETIEIRN
CHOBES IS HHIMAPERIBE D 5 6 0157, 026 LSO MIERIOEEA k5 L LT, fx OEicisiT 5
a1 =—OET R CFHIERED T — & I L ZAVEiisk - BT 5, TV ERRITYFTCRT
B e M IR SR O~ = 2 7 VOO —Bh e+ 5 Z L 2 B E T5,

2 Ax
(1) VAR 25 4FEEI R (ol 252 o0l L 7= s HIm M I 0 9 B, 0167, 026 LIS B OFEARIZ DU

HICOPRIMOAGEE, AR o2 0 =—OFT R, IEHAESR (OFUR - HEUR) . VTR
HRERE DT 24T > 72,

(2) AN TR L T DR HIIMERIGE D 5 B, BRI RO IIERU D8 35 BRI W T
b (1) LFERROITZAT T, FHIAERTMIER 0121 IZEH L, Yt o X —ITRfFS TS (AL
TERA DG H ARG R 4 C O ERRIZ OV Tt 2 330 L 7=,

3 R

(1) Pk 25 ARFE AR A2 o0 LT iR © BAFgERIGE L 725 5 (0157, 026 LSAOIMIERD) (22T
TEEFEmL, T— X EERE LT

(2)  2002~2013 FEIZIRNTHRES Y T o —ITPRMFE SV TN D 25 #ROD 0121 R TIT DWW TZE DR Z
FEMCARET LT, ZORER. ST L7o 2T 0121 BIRkS 7 7 1 ) — Aol a s LT, Zaud 0 43k
BEE LCCTINT 7 4 /) — A « =y a U T—HHTH D Z L idbiolz, £, TROBFRIEE
BT 57 mET H—STEC F5HIG CTH 5 Z & HHBI L, SEEOBRITIZ I NG 2 O A V%
LW LR ENT, F7o. TSI FEREHICH O TCRIBEIL@ET (AW/A) W) MRE RT3, 4l
Rt L7z 0121 BtROZ < DIEERRIZRMER (/A) 2R L, ZADMUDOKIGE & DAL L 72 %
Z eIt PLEX Y BHEHIMERRGE 0121 ORI RAEOMNAZRE) LTz,

4 SEOMERARZF
{EHEBEIR,  PRATFEERROMAT 2 & NS T — & OFfE &l L CTEM 2,
0121 LIS Mg MO RE MBI DN T ORATIEZ T L 5,
YR30 D IFE MM ERIGE Ot~ = 2 7 VOV A I
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MERRHKEE00)

HIRRER | AT vRREEYICR S BB RINELE R VA ERAE T 58K

B Y | RRRFE IEEMERE S B, ERTEHEERME Tk Bt

1 H#M
PFOS/PFOA 1%, AW ~DiEfEt s k& < BREREHC AR CHT S b I SN A TEYE CHh D Z L b, KA
@r@@ G FALSATIE L, A CHiE CX DR Th D A X H A58, Al « B HEE IV CaRE
A LEMOENEE AR Z E 2 HE L,

2 Ak

O 7
TR OVEE (S R—RT D) LA X (2fF 198 il %, gjb

NAGASAKI

AR R TR, R, 0, B, RiRO 7RCEIR L. (Fig.1),
JEEIL, 1 BiRSH720 3 FIO#D IR LS a1T-o7,
OPFCs Bl
(1K) EHEA— Y v (OasisWAX) Z oty hL—2—
(Waters Sep-Pak Concentrator Plus) (2t~ b L. #4310 mL Ot & Cil
ST L, LC-MSIMS % FCilllE L=,
[ - A & 70 | PRI EIRI R SE 72 71 % t-butyl methyl Fig.l o7 /VEREuuS
ether THIH L. FEFAZ— RV > (Oasis WAX) Tl - FERLL .
LC-MS/MS % FHVNCHIE L7,

_g

'.';\ IBARAKI

3 &R

[AN)IIZK] Perfluorocarboxylates C 10 ng/L. Z#A X 7=Di%, KIRD C5, RO C5 ~ C9, ERRod Ch
& C7T KX C8 oAb Th 7=, 2FEMIC C11 ~ Cl4 1HF L A EMbEN/27 -7, Perfluorosulfonates
TliX PFOS DOfgt=ns—&m< |, TR 7.7 ng/Ll LOEGRIRN 4.6 ng/ll Toh-o7273, U3k ng/l LL &
DUNTRRH TR Ch o7, A X A BERT 23])11KkD PFCs HEGEIGIX, REFHR G5F - ) Tl
C5. C6 THY 60%4 oo Tri<, —J7, HANEN (Frk) LPapA (e - b - 2% - KRy Tl C7, C8
DEEDENE W HAR R bz, D2 &b, SRITHENOREKT 5 PFCs O R SBE L T-iia ) W
BLEZ BN, Flo, FED C6 OREERUEIGIIMIRIZHA~TE S, ENOTZLIGYRMNTEHIH 5 Z &
IZR DL EZ b,

UEE] EE CIE, WTho PFCs b REITHIH FIRMEARMOMNZ < R b7z, £ TR CT
(0.21ppb) - C8(0.30ppb) &, KDEH L1352 Y LRI AT HmOIRE TR Sivz,  BFRRICERED D
PFCs OfEHRIMEL | KIGROFEZ MR T 2 £ TITUTEL o T,

[(AZH] AZIBIE, WK GBI S n -7z PFUJA (C11) ~ PFTYDA (C13)73, i
Perfluorocarboxylates (ZHE_RTERE TRIESIZ, Ziud, 2FEO A X BREICR ONAEHRTh -T2, 72
#. Perfluorosulfonates Ti&, PFOS 725 TRt S 47z,

AT PRCs OREREIG % #5 &, MHEREO®Em -, Fis, &K, BTt C11 L EOREHD
Perfluorocarboxylates OEE73 8V MEA] A3 %2}%710 7K Tl PFCs ABRE R I & HAYHA] - 78 A AR
E DTN BN, A X T PRCs MEREIGIZIT R S707, C11 ~ C13 23ERE TEfE S, PFCs
HERCEIA | THIA 724 D OIS v -7z,

- B0 -




K& A F 7 OFEERIE] K & A &0 OFIERIEZ DUV TIE, BE

Ik PFOS TR L CHIBISSO bV (Fig2), A | oo .
Y790 PRCs DRI T, PFOS KUY ’ Iy
PFOA 13, PFNA(C9) 0 840> Perfluorocarboxylates | §° -
LB RO DL MICh, PRUACID— | R .
PFDoA (C12) . PFUdA (C11)—PFT¥DA (C18) KO} 10w g
PFDoA (C12)—PFTYDA (C13) filici i R 7 5% E g™ EE;%E;;’)
T LW, KREORHTTHBME 22072 (Figd).
Fig2 /K& A %70 PFOS #EOAR
PFUdA : PFDoA v=0.9448 PFUdA : PFTrDA v=0.9106 PFDoA : PFTrDA v=0.9636
. oy A% " et . .

L0g,(100 % PFUdA) ng/g
oW
B

10 15 20 25 30
Log,4(100 * PFDoA)ng/g

ERY

4.0

Log1,(100 X PFUdA) ng/g
o ow
s B

a

o
=]

10

DT

A

15

20 25 30 35 40
Log;,(100% PFTIDA) ng/g

Log,s(100 X PFDoA)ng/g

2
30
o,
20 - .
) .

10 15 20 25 2.0 15
Logy,(100 X PFTrDA) ng/g

4.0

Fig.3 A %719 PFCs [WOFHERE:

[ R & T3 ~DEMEERE] F 7=, KB A X T ~DYHahct (A
K IRNIREE | KHIERE) 1, Perfluorocarboxylates Df%
FEDOZMEEWE ETAERED K E < 72D LW H AR
B Bz (Fig.4),

4 SEBROMELARAZE

ARFZEIZ LW C11~C13 DOFE$H Perfluorocarboxylates
DAZ T ~DRMEREIL, ZNETHESINTE
PFOS/PFOA & LERTHMMEVNIKE VR TH T, [KE
DFFGREMITH72DIIT, REORESY 7Y 775
L7 B2t — LRy b BICHR 2 HR D LEDR D S 9,

KB AT H~ D REE R

1,000,000

100,000

10,000

uGM

Figd KNG AT ~OUiFREL
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MEBRRFEE0D)

WZeiERE® | PPCPs (Pharmaceutical and Personal Care Products) ZF{bPEERERE
(BFEROANIIKBD LAS RUPERICEBPFIDSHT)

= = IRIFREIEE RE [EE. \EB F. 53 B2, EB #EF. MNF EX

1 B#

LAS 13, /KIComE=ENRm < . AT DIREDIRRA K2 BN S D Z &35, AL 25 4
3 AMBETICEREEANAEEIHE & LGRS, 2o EAl & U CEEMBTRRIEAIC RS Sh A RERM7ZME
WV CH D FWA L KOV FWA 5 13, FAMEROBRERIMEL | AW DFEBIRNZ &b BREE~OEFN
eI Tna,

AT TIL, LAS LA EFNTHOUVT LOMS/MS (2K DHHEC OV THENZ L, AT O/
TITE R HEN DU TERIKR DM T T S i & ARTEMEIKIC K 2758037 H AL/ INI) INZI8W T LAS ROV
S A T LA A s D,

2 Hik
KEER || A/ouiEm | [EFEHE R b R Rk -
100 ml 25 ml 10 ml / min 20%*4/)—)L 20 ml 51 2 min

LAS Oasis HLB
W 4azVy 0 Teby 10mL, A9/-0 20mL, 20%A%/-) 10mL

FWA  Sep—Pak PS2
T Y3V 0 A8/ 10m,  20%44/-) 10mL

e . B . ER - HAlE
—| A =TEN-Y 50 % ACN 1 ml LC/MS/MS

LAS A3/-)k 6mL
FWA 24/l 3mL

LC/MS/MS DTSt 38 1 1R §, AT Clt LAS KO AR A > > 7V B — 2 i DR TR
DI2DIT B h7h% FH ey ASOHTHEICIST 2B BRI FIIE, LAS (C10714 A5AH) 230.2ng/mL, FWAL &
FWA 5 23231241 0. 002, 0. 003 ng/mL. T& V) | 5081 L7222 TEFWELZHS 1T B[R 907100%, 0. 57100 ng/ml
DY EEFPH TR R OMBIRENE 0. 995 LL & BifF T o7,

# 1. LC/MSMS SR &%
HPLC MS MRM
Inst Aglent 1200 Inse Aglest 6360 Compound Precurse Prodoct Fragmezzer Coliscn
Cokzrm InertSustanC3(3um.2 1<) 50men) Polaswy Negatve R (m'2) (m2) KA (eV)
Mobde phase A CHICN B 10eaM HCOONH4 lorezanon ESI(Jet Swexm) C3-LAS(ISTD) 269 183 175 36
LAS) 0—fSmmn A 8 Nebukzer Op= CI10.LAS b 183 175 36
FWA} O0—3min A:20— 5% Dryeg gas Cli-LAS 111 183 175 36
J—imin A:S0% Sheath gas CI12-LAS 324 183 175 33
S=-famn A:90—20% Capillary C13-LAS 339 183 175 18
A o R Noxzle CI14-LAS 353 183 42
Flow 0 3mdmL FWAL £79 195649, $49) s
Oven 0" Inpection volame al. FWAS 517 373(437, 348) 210 51
3 R

FHETIL, LAS 28 nd ~ 145. 3 ng/mL. FWAL

23nd ~ 0.104 ng/mL. FWA5 25 nd ~ 0.232 ng/ml DFEEETH

HENT-, 728, LAS %, BAY TEd DTV A HILEIZ W TIIERE AYEE (30ng / nl) AN Ch-o7-,
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SHEIZOWT, BODOIEERM L ICE D bDa2E 21077, LA S KOHEOEHEARIOEED
FR A OSRRAIENE AA<<A<C RRIDNATE < 72 DA A2 7R LT,

#2 BODEEMEEEDAIIKEFLASRUFWARE (ng/mL)

BOD LAS (C10~14) FWA-1 FWAS
LI Y BE RE RE
(mg) LRH N, SRS 1 SO, SR LU SR, - S
v 1 20 05(<02- 57) 5 0002 (nd-0012) 5  0.003 (nd-0.011)
A 2 5 12(<02-224) 19 0002 (nd-0.044) 19  0.008 (nd-0.080)
C 53 128 (114-162) 1 0.009 : 0.021
5 75(<02-453) 10 0.020 (nd-0.104) 10 0.046 (nd-0.232)

BODDMERINRE SN T D HLSIZEBW T, LA SOEEHDHIInd ~ 22.4ng/ul. TH 7=,
AWA  (LAS:30ng/ml) Z A COHR T/ LT, £I®EVVAW&K@LTRV1T%otO

—J5. BODOERMPEE IV TOROHLSIZBN T, A
Zohits U7 S 16 S 4 S ChH Y . ZORE LR,

AERHEDKIC X DGR H O/ NITIE, LASIEILT ~ ¢
77. 2ng/mlL, FWA 1 & FWASAFHEIX0.020 ~ 0.938ng/mL O =
FERPH CH -T2, ZO/NIJITIE, FARERPE KD T 2 HiS
(B41) IZBWTLASORENEAD L, FWA1KUFWAS O 1. sanlc s
Fﬁ?ﬁi%ﬁ :J:TEHJL:O Las B oF Fwa i B

ZDOZENLLASITIARBUCEBIT HRERENEL<, FWA 1 LKUFWA 513 PP A G
WE72VIEH T EIVRENT,

Fi A

£ ] [
BAE T A=)

4 %I:IEHH

EFEANOWNNCET D LA S KOWEOEEEARIZ LOMS/MS 12X 05 Li—& 2 A, BODOEREE
SN TWVWAHLE TIZIL A S OREITRE L A TRUVMETH Y, L A SEREFUEEY A Zi7- LTz,
F7-. TAKUBEPEKOFAT - TIX, FHTFO L A STREENED L, @t BANREE N LT,
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HIRARmEE012)

HHZRERRER | LC/MS/MS 2k % DNA 754 b— L DT
{8 L | IRIERSE EEEMMRE N\EB &
1 B#

(L 7% SHUTZ DNA 1, MR ZTEE T2 2 &5 0T, DNAAHINA (DNATH /1) 1d, DNA #2
OB TITE A EWMEE SN, BESNRD T84, DNA OZERNEZ 5 alfettn® 5, Hiiiac
Bl UTALPE O EZ Rl DB, F DL X 0 3578 S DNA IR 2 BRE CHIE T 5
ZEiE FERICEETHD, £ T, AWZETILDNA IIHADONE D TH % 8-0HAG (22T, Hrsfiifia o
JREEZ LC/MS/MS \Z &V B Tt 2 4tk A it LTz,

2 A&
EEASHAE (100-200 mg) 78 DNA ZeffitH USSR 24TV, 7 A%V VAY M Ao L7=3lkE (120 w L) @ 80HAG
DOIRFEZRDT=, 80HAG DM % 1 1TRT,
#1 LC/MS/MS D454

[LC] [MS]
Instrument . Agilent 1200 Instrument - Agilent 6460
Column . Inertsustain C18 Polarity . Positive
(2.1%100mm,1.8um) lonization . ESI(Jet stream)
Mobile phase - A) 5mM CH3COONH4/ACN Nebulizer - N2(50psi)
B) 50mM CH3COONH4 Drying gas - N2(10L/min)
Time Solv. Ratio B Drying gas temp. . 300°C
0.0 100 Sheath gas : N2(12L/min)
135'90 19000 Sheath gas temp. . 3756°C
151 50
18.0 50 [MRM]
20.0 100 Compound . 80HdG
30.0 100 Precusor ion (M+1) . 284(m/z)
Flow : 0.2ml/min Product ion (M+1-116)  : 168(m/z)
Oven temp. . 40°C Fragmentor : 80V
Injection vol. - 2ul Collision energy c 12eV
3 @R

BTSN & AIEE OB FIRIZ. 0.3 ng/ml Tho7=, 0.5-10 ng/ml OPELEEEETH CH RO BRI T
0.99 L BIFThH-o7- (X 1), X SITEEEMIAA G DNA 24 U7-30BHS 8-0HdG BEHER 2 Ui LTI T 721
INEGERER I, [BIER 9% (n=5) & BAFCTh-o7-.

[BOHAG - 8 Levels, & Levels Used, & Poinis, 8 Points Used, 0 GGS
2 x10 2 * % - 19.4880

[} 10
Concentration (ng/mi)

X1 &R 0.5-10 ng/mL) KUYrvh

7794 (1 ng/ml)

Flo FRROSHIEATT #2077y (d6) ZRIET S Z & C, Bl 2555 7z DNA fHIHA 8-0HdG
O, dG (22 DNA FHIA 8-0HdG & (8-0HdG/dG) THEMTT 2 Z LN AIREL 2 o7z,

At%1E, 80HAG <2 DD DNA FHAMAIZDUVNT, K fEHLCRIEE K < T & D HIEORGETE TV, (L7
BORMEAFUNT 5 FEAMNLT D52 &L Lz,
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WFFERR AR (13)

WSS | MEYDRRORES S UHgERE L TOFRICEY 8%

e 2| IR EEFMIRE /MUE BE

1 B®

TN THERO MR ED B E - T DA A REUT TRROMRT) Zitesd 2 AR OB 2T %,
FHIABLOERRS, S FEEEITIR DD U ZRF ORI A RIGUTT 5, AHFFECRR%E L7 HdiIE, [EIPN Rk
FEAERE DFEDIRAER L ORIROBREI R EERI RS THDIR L B A A, MO PESEIRBCREZEIREL R & D
BRELRITISZ HIVD K O ITHD fi e,

[WF5e5548 1] BRI GAEOBURTIA

[(WF5e5546 2] HE5EIZ B3 D098

(525546 3] s o1 FIZ B~ D B

2 A%

(A7 1] BAMER, JEROBREE ORI, PRAEORLY fA, SRRSOV Gt 2 B8 272 9,
(7558 2 1 MR fERREE D B R DU TIIRROHER 216D 2 72 O ORI AR A D 5
(7554 3 ] HlsEIROE R & U CHRLFEOVEHIC B e A2 b 5,

3 R

O HAARKRERAIZ > T LTHEMARE ORI OV T, IRRABERR TR OIS U2 BE,
BifE 2 R Lic [WF5es0%E 1]

@= Y BAEOFEFHIRIENTE TR~ MEI OBFEICHEI L, msEimaiT-7o Wik 2]

@7 >EY Y Ui 4 T L, EFORE Coaikle  HEERERS) 23 LT [BenE 3]
OFABEEI BN LT=RTRIE TR 278 ) Y UABIBERSEOBFITE T L (WF9E504E 3]
CO~QDWIZEHRZ TN EMHREEH A T o7 (HARR, REFRELRET, +HRHT - ALEKT)

4 SHROWRARF

ORESAE I BT 2 A DEFERE DR E DI 2k 2 EDR DD,

OB EWRD T2\ M) DRHHERO BRI =V RIZ OV TR, FEZ#E L 722y HEOREOELY $H7
wHED H LB D D,

OHUIEIROTE RIZBE DT I TIL, BAEPERIROBZE 2tk 7278 L BRI OV T O ATREME 2T % 44
R D,
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MEBRRREE4)

MRRESL | 1 X7 ERFFOERARFES L ERIMEEICRE T HHFE

B L | HEAFE EEFMPIRE FER K

1 B#

AHFETIL, A XU OfEfRREE L COREOIEZ EHRE L, BEROBEREHRAS, JHR, Ih, L
v NEOY T I L DB TR L T, BE/BORBISARIE BT 2 R AT 5, £, #Rfo
ST S MR SRESE R Z33V B A XU L ORI IRIRA I DN L, A RO T2 D OFRWE BT ~DHF
Ha BT, S6i. BAEICRT 229K OIRS, BOESHRFEOFIEICONT bl L, REICE
Wk 5T —& DT &K B,

25 AL CHEIZE A TR~ T BN OB Y TH 5 . ORI E TS 5 2013 FEOBGRIRIIRA,
QIUREZFIA LB B T, @EBSGITOSR LROT=42 ) 7 @BFHSAROTZDOFGEE L MRORB
Ak, @FMRIEISHIOFI TR OTRA & AEbT. OG- BIAFINC K 2 B afird,

2 A&

O RAOLEFEHT, IO > TONWOTTE), BoOREE, OeOABREEZHE L, £/, R
NOBIEEENO Ry NT—2 Zil U TA XU L OBIEEMAIEE L, AR - BIRROEMZ £ LT,

@ BAMZIBWNVTPIR, Ly b, Il #REZHIRL, 2 bOEHL Y DN 24t L, <~/ 7 a¥7 T 1 |
12~—h—HBLO b2 FU T D-loop & COL ([ZOWCHT &1 T2~ 7,

B OB BAGHTAIEE LC, BOREEZ ST 2 & & bIT, BRI ES THA D ICKREOA U T AR B
BT, FFAT A CRIARDEEBIEE 2 T o7, Fio, BT 9 LItk BAEEAIHE L2 E BHIC I,
ZOBROMARNAEE=2 1 T LT,

@ ZIEROM A HRE LT, 2 OBV ERITHETEZT TR, RO E1T7/2 572,

® ZEAR T ROF IR T2 i 7 3 IR T, A XU S OSSR T8I 4 fidk L. [XIEEAL CHY
BUSHEE 2B, b L7z, 7o, BRHI IOV THEZER D/ U ¥ DA B EA B D2 L AT LT,

® #fx 7ok CA XU L OFRE AR MG TERORHEA 32 Z LIk 0 | Al @R LT x
TRt D EAROBENDORIL A SN LT,

3 @R

@D 2013 FRICOVR DN B A8 L T2 DIE 6 0730, BGERPIERIT 18. 8% T, ITAFE T 2012 ARV VT BAFRRK
FEETpoTe, BIHNARREN & e o TR, BREN 3 5, FuBl 4 (1, S5 5 B, 1EEAT 14 ] HEEST) T
HY . FEINE TESTZONUVNIBKE L IHIZIF T 13 D3N TH o772, HEDEEDILD DMUMD 4 FHWND— 7, THK
L7z ST ORWBEIET 2010 H 0 . RNOABBEREICRE 22 TE L QN e B2 bnl,
© BHFtZ O E RHEINCIBNT, BTl 17 SOBE B INEE LTz, ZHVE TICEEDTZ 126 FEHT DT,
DNA O e~ A 7 a7 A NOfRMT % RS & SElRITHED, TBARHIZARM SRR O MR D534 %1 &
M LTz,

@ ANTHAZRE LT 2 BHEHD S5 1 20 XU AFIH SH IS RARARRE L= 5 B 5 5 2 Hr
CEIFIRAS GRS T, Fio, HAD SEROBREZ T o 72 TEEMOD 5 6 2 FiMER S L. 95 13T
TIIWD TA X T T OBESNEH D5k ST, SURAEEEA FENi L ToNBRIRDBID F THEFED D 2 DBV 8,
RENRDPMFOND KO- TETRY | ITFEOEHERIIZROm EIZBEL TV &EE 2 bd,

- 56 -




@ KRG L L7 2 DA T & BIZEEOFIA R B, RIS 54% 8 KON 4% EWFERE L0 L7z, [
DNE BBIHTENZ R L, 1 DWW TG L720s, BNLBITITE S o7,

® FIRESHCIXEABASEIN L, ZNEE T 5 ) UV H2 T, BEEE & L COMEm L Tnd
ZEDALINTIR ST, A XU AT L DSOS LA IR S o7, LinL, 3 fiEt e 12
TREIITEN A T70 D EADSBIER S AL, BREEDTZDITHNICEAT AR B BER SN TWD Z L h, 3R
EGORRRIC —EDRIRAEFF O LB 2 b,

® BRI L > THEN 7SO HEBEAD A — Tl 5 & MR CE 7= 561023 8 T L, Hrm Bk 56 F m
B LSMEEROBENZ B HNITH 2 ENTE T, o, RIHLBROERBOBEZ R HH B O, 5
L CURU MBS R 7e BN & L QOB R3S BN 7o T,

4 SBEOWMEHRZE

(1) &5 BEHOBGRRNOTRA HED 2 & & HIT, RMEERODODI DN D FTREMED SV HEl 2OV THRR
IEEITR D,

(2) &0 %< O HEROBYEZED T, Rl EEOFLAAE L, Bl 2 507,

() WA ET AW LBUSOHIA Y B 7 82 EERNTHAT L, SREICERS O H R A NS T 5,
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MERRREE05)

HIZERER | N7 - SV TRICK B YR/ DI DERENR BRI TEEDRTE

B Y | HEREPE EEFEMIRE LR &E

1 B#

AT o N7y TREOTT VHISARE L, EREEO Ly REET S, LTkt L=~ - b T v TR
BORREAUPAND IS R 2 L—a VBT NVERITL, ETFROAERER & AESHEEIE 2 LT 5 2 &
EAFGEREDO BRI E Ui, ARFEEIIAT « M T v TREZIHML, MHEELOHIRE TS 2 & L Lic, F72[FH
IREZ 530 L TV D IRFZEDA~T « b T v Tl & O b7 72,

2 A&

BRI e CA FIFEHBIEEM) (2 16 FD~T -« 8T v 7% 5 H FAICEERE L, b7 v A I3aHIg#R A
2 RIRDHEEIC LT (X)), FIRWRHIEDT=D~T « T v TR EHERIN 1 BN OWTEA~NT - R T v
NR—%FHE L (X), F7 v 7E% 2~3 Bl L5 RORERINE T 72, (KRBT CAERIZEI L
2o WFFEECE I 30°COTEIEME CHAE ST, T E T20°CCRAF Lo, IR BIISEREIRMEE A VW CEROA
AL L, ARG OAHE 1 o Ndic 30 KETvA /7 nFa—7 Bl LT, 1 7y T D7
T 30 AT 72W AT, B S EOFRIBHROB RIS VI o TV ERE LT L7l Uiz, il
HIIXDNA Extractor FM kit Z U =, fHH L72 DNA 13003 CIREAJIE LT-t%, ~A 27 a7 74 M
PR % Multiplex PCR &, 77 A w7 =iz i % PR 22N EiUT-To, ~—F—k > ML G10C:
GIOL-G10B &, MUUT2-UarMU23-UarMU05 % FV, Z4vE Multiplex PCR Z#3E L7=, 7T 7 A > MENTIZ ABI £k
#lGenetic Analyzer 3130x1 % F, RNEfs - OHIEIL GeneScan 600 L1Z Size Standard {235V VT GeneMapper
V4. 0 [ZE o TT oo, A vy FOREGLEIITOI7HEIT Uno et al. 2012 DIFEIZHET T,

3 R

BT W v o g o T OV U TN E TR, Sy e ORI A RIZRE LT, Bin
FRHTRIERIL EDE v 2 g AZBWTE 7005 8 FILL EDOEVMEZMER LT, BRIl B COMEREREI T
I8BHTh o7, HEMTITEZE THEMO~T « M7 v TRENIHSN T, ZORRE i L THIHTEE
DI Ch o7z, BWEEDAT « 8T v TTEICRNT, EETERPELT~T « N7 v 7l EE L T
Do ZIVHORER LA CHMI R FHIEE 7 /U X o TIEREE E A HEE LSRR, 1.0 Bk CTh o
77 RN ATONIZEEF T ONT « b7 v 7 TIX 0. 5 SE/ki Cdh o7 Z LD, LB IFEF I B AN
BN EDVRENTZ,

4 SHEOMEAMRZE
FEROPHE Z REE Bk L CFEITT D, T LTAT « b7 v TTREORRAZTIAZE L U CGlAATe
harvest—based model DIERIZETT 5,
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#1 Kty arO¥ TN E B FRITRREER, BT K D IR ORI

tyrvar WAV s SIMTREED R TeREEs

Fllkyrar 28 78.57 7
Fekyiar 30 86.67 8
F3ktyiar 31 83.87 9
Fatyar 24 83.33 8
Hbyiar 29 75.86 9

K1 T b7y AEEORAX
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MEBRRFEE006)

MRRES | BELUICE T2 BREROEMSHMERECET 500%

B L | BRI FEEMIRE FH BN

1 B®

LR L D SE - PR B o AR 81T DAEMREIE DEREECRENE, BT 2 I S5 & L bl
THEIEE) « RTINS 200 U7 TERER ~ IR0, BRFEIA « i ROV EIREh & R c& 5 X9 WHoEE:
DT PIREIRENOTIRAZ(TH Z 2120 . FOEMSFEEOREEZ R 5,

2 A&

(1) HLHHL A

2013 4F 6 H B L8 HIT/WEFid L OESERTD LSBT, MR & STHERERE 21T -7,

Q) T~V I AR

T UV I ARROREITA NN FER AR 5720, AARHICEET 2 AR T HIEBR BT Ol AEREEZ
BT, 2012 FHEHRANCABE TH DT HR ) U LEa DAY W% 6 HIZiToCTW\Wb, Fi-.
11 AIZ2TOEREX Y RAHHREX O T 1 > MIBWTH, 2013 4F0 5 [ARROAIER Y WBRA S L=,
AT 20134 6 H MR LN 8 A MuA b 9 A HAIOM: 2 [B, flEAFNE & SCHIBREGRE 2175 & & biz, fEfli%
DIFTZRBFDY 2— MIOWTE, T uy T EIZEOEFHIIL, 2Y 2— FOFEREELRRI LT,

3 WBRELUEBZ

(1) FHnE L

JNIBEH OSBRI, BAAT L LD & ATERRHA CHL R OBIE DR EVMEZ R L, AAFOAASHD
RAREE DA DIz, 7 SBEEDRAEIZITBUEINE X T D AR Y 2k s 5 = L WNEETHH03,
I\ TR EHA T2 Z LIS L0 | ARARMER E2 T 5 2 & baT 208 13 H 5 LEZ bl
Q) TV AR

KFRX. (n=5) BIOWEY X (=5), REXIRX (h=4), RMEY X (n=4) MITHEEL-EZ A, 2013
F 89 H OFRENIZIIT DR TR I~ . XTHRIX 19.07+13.56% CHEEARHERAD) | XY X 53.57
+6.74%, REXIRX 6.5631+5.06%, REAIEY X 27.02+127.02% TV . MELY XMt 3 KIZLA~EEIZE
< AREXELY KIIR BRI LR THEICE) > 72 (Tukey-Kramer:p<0.05), B L ZOHEFE D >3 H
BlL727' 1y MTIUNT, 2013 4 89 H DEFORERAE L LI 3452  xHHRIX 22.8619.60 AIELY [X.49.96 £12.21,
{RAHRIX 84.3816.02, {REXIEY X 61.27+29.36, = L ORI I& 2 %HHEX 85.56+25.02, XIELY
X 71.11£25.02, {REXHHX 74.03£8.12, RAMEY X 63.67£11.68 TH Y, WINbAERETR) T
(Tukey-Kramer:p>0.05) , {EFEZ DIF 72RO o2 — MIIA % FHX 2.0041.73 A, XIJHLY [X 18.67+5.51
AR, PRAHIRIX 18.50£4.80 A, {REAELY X 48.75£7.89 A, 1RSI 4, #ITRIX 6.33+5.24 i, AHLY X
10.578.01 f, PRAXHRIX 12.357.91 i, fREAHELY X 9.85L7.15 ETH Y, Wb AERE TR -7
(Steel-Dwass:p>0.05) , FREXIELY XIFAEHRTEX L 0 BEEOE HECY = — MUIRKE 72fiad R Uiz, 16
B/ N S Tefii R Liziesd, XD I X DBELOBLZT - LB 2 G, 3 OB HEIHR MEZ R L,
HERFESAT L BAF T D 2 L s, ABMTH HIEEXICBO T HERNCRTE DL 27 LTz 6 H ORI At
XA THD Bz DN,
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