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AR, EREEMAE M MRS EGERE (SFTS) R0 A ARALEEEV 2 & D~ & = AT 2 IEYFEDS . Fa IR
BN THHEINTWD, SE. @HBNOZBLEWIAE Lo X =220 T, SFISY A LA K
CHLBEEBE Y &7 F7 ORARNEZH ST 572 DICHEEZIT o7, 2014-20164FE 2 E B 1>
BEREL S U7 FH3090T (135 7 — VIRER) D~ X =2 OWTHA L2 & 25, SFIST A /LA KUY H AKLBE
B A F T (Richettia japonica) lIMiH SN h o7, Richettia japonicallSDFTEFEFEY /7 v
FTEBROBBTN, 77X NFFFZ=9RK, XY IAXT7 I = 1REN LRI SN0, A~
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STV D, SFTSIF2013MFEICENTHIO TG &, 1A
KuEFLDICEFBREPRE SN TND, ERENTIT
2015-20164E DT 104 DEENME SN TV AHY, BHARL
BB EREH I L TRV . Balt T £FE THEM200
AEBAZTWDIRNTH D, @RFENIZBW TS, SR
FloOBENRHEIN TS,

<~ B = IRERPEIND - DICEW A SN L, Z DERIC
EARZ N2, R ENOBEEDPFHEMIEICB VT,
AAMHBADOBNFETCH IV~ T TV Fv L =F T~
H=  SFISUANVADENTECTH D7 X NrTF~F= (5
H]) AV IAX T I~vF= (BHE2) "ABLTWSZ
ERME SN TV EY, YEEOWE TIHRFEEITRE S h
TWROD, IEFEOBERERNEE 2 D & WRIERE
~ X = DOFENHERI SN D,

TR, Ay TIA 7~ EORAMYOL
BIBIERIZ E Y | = Z =235 LB g A oA T5E
WRA L, 2O X =B AREEEIMIATE L ORI L
AT 2 Z ENEHEINTNS, 207, f&EETX
2014-20164EF OIF M, A & EhH o Hoaf Y E % 3R D —
R & U CHLmE e R AR ISR A S A i LT, £ D
HCROM 72 E OB ATE Lz~ X =D\ T,

e ) R BR BTS2 T (T 818-0315 RS AT AFEEF 39)
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HCRBE Lo KRR OB SIS L7z~ 4 =FF309)L %
WA E Uz, SRAFRIZ20144E 88239 0 2 5121 | 2015
FEFE L U016/ E6H N H9A TH o1z,
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R PIES FE TFIA =R B3| SCHK
Tu—7%

UTNEA L SFTS ¥ A /LA S 4y $2-237s GCAACAAGATCGTCAAGGCATCAGG 3)
PCR $2-400a TGCTGCAGCACATGTCCAAGTGG 3)
S2-317MGB 5" FAM-CTGGTTGAGAGGGCA3® MGB 3)
Nested-PCR LREEEY oo F T 17kDa HiJF TCAATTCACAACTTGCCATT 4)
TTTACAAAATTCTAAAAACC 4)
Rr17.61p GCTCTTGCAACTTCTATGTT 5)
Rr17. 492n CATTGTTCGTCAGGTTGGCG 5)
(Richettia japonica) CGCCATTCTACGTTACTACC 4)
ATTCTAAAAACCATATACTG 4)

LR Y o T 7 gltd RpCS. 877p GGGGACCTGCTCACGGCGG 6),7)

RpCS. 12731 CATAACCAGTGTAAAGCTG 6),7)

RpCS. 896 GGCTAATGAAGOGGTAATAA 6),7)

RpCS. 1258n ATTGCAAAAAGTACAGTGAAC 6),7)

L IRRE Lz (B35 — L), SFTS™ A L Z D 3 HERRUEER

1L, ESURYEFRIT O ¢ < X =75 DOSETS W A /L A

B~ =aT7 A" VL TER L, T—Liv
=3~y —NEZHNTTVIEL, Isogenll (=
R =) WU TRNARIH 24T, U T V& A L

RT-PCRIEIZ L VW SFIS T A VA DREEIT o T, & 5 IHIH
FRIEH HISOGENOME (= w iR ¥ — ) & W CDNAREHH %
1TV, “U s o F7IRYSEB W~ = = 7 V" Va2 HERL L T
KEEEBE Y o v F 7 OBIBTREEZIT - 72, BT RE
AW 794~—kO07 v —7%2RUIRT, 17kDa& AHL
% a— RTHBETEENE L, BARMBEY 7 v F7
(Richettia japonica)DNAZ ¥ B WK T 27200
Rj5-Rjl107 T A ~—IZ & Dnested-PCRE | FLBEEAEE ) 4 v
FTINNEBRHTEEZOORIR2T T A4 ~—KN
Rrl17.61p-Rr17.492n7" 7 A = —IZ & Hnested-PCREZ 1T >
Too FLBEEEEY 77 o F TINABRH SN/, 51T
g UBAREBEEAE R T (glt) ZEME L
RpCS. 877p—RpCS. 1273r 7 T A ~ — Kk O
RpCS. 896f-RpCS. 1258077 A ~— % F V> Tnested-PCR %
{To7, PCREEMDIZ2%NT H 00— A7 )VBEKRIKEN TRV KD
HIEEFER L, N KBRS N RIRIC DWW T AR
FIZPGE L, B S (Neighbor-joining, NJ) {EIC &Y
BT 24T o 1o FRHT Y 7 b 7 = 7T R AR AT
7 kv = 7 Molecular Evolutionary Genetics Analysis
(MEGA 5. 1) Z#HAW, MEILT— bR MZ v 7k (500
YY) LV T,

31 RH_EZEMLEEGEBMICOLT

K2~ H =2 BM L= E 0@ OfEZ R~ T, 3 FH
T4 ROEEEY b~ F =BRBEN-, TD 55 71
VE(97. 301X R Tho7e, BHEWM TIIRNY 7 F B
LEORMTHRIET HHENZ NI ENERELTEZD
o, £ 3 BB OFRELITEZ R, 74 L 34 T
(45.9%) 1ZEAL, 19 P (25.6%) IXENEHET TH-o7-2
Eint | BENFRBTOETEIM L~ X =MENRALLND Z L
Nbhhnot,

3:2 BEHIhEvH¥-—0EE

R A IFEHEOZLE S O~ ¥ = ORISR %
R, 3AERITCEE 300 IEAERE S e, FEMEIL, 2 /B 5
D~ F =PRI EN, ZFOFTT X NrF~Z =) 286 L
(92.6%) B RWVWTHF < Z =28 14 JE (4. 5%) .
YT TF X =N IE(1.9%) ., EOMITE X
T =N 2L, A NS Fe A= LRSS,

K 1 ICH O~ Z =FIEE %277, 6-11 A7 % b
TF2HE=DFENENREL L FRIZ 6-8 IR OEIGNL )
572, 8 H-10 AIXEMOEIEN L0 11 AidlZE A
ENTH NFFH=DHRTHoTz, FF~vHF=1% 10
AnbHz 12 BIZER SN~ Z =13 3L TH > 7273,
TRCKX T H=Tholo, XV IAXT7T~FZ=|L8 H
BB EN, A4 M F~F =i 11 AcRREnkz, &
LSS~ X = OB EHAH N RS, v 4 =D
G ~OREIFHET T Tl A TIREI L TV D~ L =D
FZRM L TWA Z ERHEZREN S,
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K2 =R L - E B O

(26)

R R W ~H Bt
2014 23 0 2 25
2015 31 1 0 32
2016 17 0 0 17
Fia 71 1 2 74
# 4 3EMOEZENN IS D~ X = DB
. ; RE -
— DRk B z
~ X = OFEE A + oot
B 9
90%
B @ 65
THENTTFe = ey 90 80%
it 122 '
JNEF 286 B
EjZEEoz 7 3| 60%
. AR 6 & 50%
¥F vy = o
EEE 1 40%
N 14
EBZEQ 3 30%
Y~T7 T FvH= “hi 3 20%
N 6
10%
AHYIXTIT~wF= AL 2
A b IF S = # ih 1 .
&at 309

3:3 IHZUIEIITSBSFIS VA IILAR VIR 7
Y FT7 DRERR

RIS N e~ ¥ =13 il BEAT —VmICnBEL,
SRR CRN 135 F— U MiA i LTz, ZORREE LD
ZbDEFE 5 IRT, SFIS U A L AR Richettsia
Japonica 3R SN2 o 7=, Richettsia japonica LIF:
OB & v F T iR OBIR 128, 10 FRIED B
STz, 2 ITHHEREY & v F7 ORGMZR~d, 758
NFF=HX =l S N8I Richettsia
sp. LON-13 [T DO B DS 8 Wik, Rickettsia sp. Hf332
WO b OB 1 ks o7z, £, Z AV ITXT T~ H
=M 6UX Candidatus Ricket tsia \ZITRRDOBETH 1 FRIK
WS, FLEEGEY &7 v F TN DOWTIL, Rickettsia
heilongiiangesis, Kickettsia helvetica, Rickettsia
tamirae 72 £, EWNTASDREEBINHRESNLTNDHD
W& DA 00D AR TIE . A~ DREGEBIARE X

£ 3 ELiE O EE ST
FE 2N BN BAS A &t

2014 4 11 0 10 25

2015 11 17 1 3 32

2016 4 6 0 7 17

F 19 34 1 20 74
2016 E

<2014, 2015FE—>

(47)  (76) (129) (309)  wpzampm iz
% XS

BAAYTRS5I4=
BAFMFIE=
NITFVFIZ=
BXFIE=
0757 FRE =&
O75NFFRI=ESR
BIANTFIT=Q
DIANTFIA=S

78 8A 98 108 1A 128 it

1 ~ ¥ =0 HBIHREEE

NTWBUryF 7 Lo L0 S enrotz,

4 F&OH

2014-2016 4FFEICRRE M RN OF 74 lEOELEMY) (RE
T3 OB ENToY X =7 309 ILERE LTz, &
=OFIT 92.6% 037 2 NS T~ F = 4 5%NxFT~H
=Thole, FOMITY~T ZvF~vH =, X IXT
TwH = A NTTFE=ThHY, v =OFHAEIZITZF
AR RSN, IS evF =l TiA L L
Z A, SETS A VAR Richettia japonica lXfiH &
o ic, Richettia japonica VAN DFLEIZAREY /7 v 5
TIZOWTRIEROBIEF A, 75 NrF~F= 9 ik,
AAYIAXT T2 H = LIRS ST, A~
PRMESINTHWD Yy FT7 LiEHBOHOE o7,

AEOMETIL, RSN~ F =75 SFIS 7 A L R
KON Richettia japonica I Sivigh-7225, ENT
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5 SFTS WA VA ROGIBERGEE Y & o F7 Ot R

FRAT i SR
. o - oy o —
PAAEE BREEWE BRI X =% ik Sy e — P —
Vi FT
2014 25 117 41 £ — —
Richettsia sp. (5)
2015 32 113 54 £3H £
Candidatus Richettsia(l)
2016 17 79 40 EN L (=46 Richettsia sp. (4)
= 74 309 135
* fEINPNITALBEEAEE ) 47 » F 7 itk o 705 H S = iR sk
©2016 Fr23 |
@2016 Fr22
b) @2016 Fr19
@2015 Fr55

a)

100

@2016 Fr237]
@2016 Fr22
@2016 Fr19
@2015 Fr55
2] @2015 Fr52
@2015 Fr38
@2015 Fr17
@2015 Fr1 -~
AB516961.1/ Rickettsia sp. LON-13
5 L0D16515.1/ Rickettsia japonica

4— @ AB473811.1/ Rickettsia heilongiiangesis
AF027124.1/ Rickettsia honei
CP001227.1/ Rickettsia peacockii
ohf | | U17008.1/ Rickettsia parkeri
CP000848.1/ Rickettsia rikettsii
- AF445384.1/ Rickettsia sibrica
— CP001612.1/ Rickettsia africae ESF-5
— AE006914.1/ Rickettsia conorii

¢—T5 N FIAHE

82

97

=3
>

93 | |23

35

30 — CP000683.1/ Rickettsia massiliae
47

U11020.1/ Rickettsia rhipicephali
35| AB114804.1/ Rickettsia sp. Hf332
OF U11017.1/ Rickettsia montana
@016 Fr33d—2T 4% ~7F YA ZHE

[ AB114798.1/ Rickettsia sp.
99 '— @AJ427881.1/ Rickettsia helvetica

52

—I 3 NFFIH ZHK

87

@2015 Fr52
@2015 Fr38
@2015 Fr17

@2015Fr1
AB516964.1/ Rickettsia sp. LON-13

69

#AY280709.1/ Rickettsia heilongjiangensis
#U59724.1/ Rickettsia japonica
AB114803.1/ Rickettsia sp. Hf332

9 | @2016 Fr33@—7 % M7 F <4 kK
U59732.1/ Rickettsia parkeri
CP001612.1/ Rickettsia africae
CP000848.1/ Rickettsia rickettsii
CP001227.1/ Rickettsia peacockii
U59734.1/ Rickettsia sibirica

AF022817.1/ Rickettsia honei
NC003103.1/ Rickettsia conorii

73

CP000683.1/ Rickettsia massiliae
EFU59721.1I Rickettsia rhipicephali
U74756.1/ Rickettsia montana
AB114819.1/ Rickettsia sp.
DQ100163.1/ Rickettsia monacensis
®AF394896.1/ Rickettsia tamurae
CP000847.1/ Rickettsia akari
U59718.1/ Rickettsia australis
—— CP000053.1/ Rickettsia felis
#U59723.1/ Rickettsia helvetica

02 CP000409.1/ Rickettsia canadensis str. Mc
91 AF503167.2/ Candidatus Rickettsia
57 @2015 Fr34

{ NC000963.1/ Rickettsia prowazekii .
9 NC006142.1/ Rickettsia typhi €=~ 2 2577

&P S

M74042.1/ R.australis

CP000847.1/ Rickettsia akari
EF380355.1/ Rickettsia monacensis strain
100 ' 4AB114825.1/ Rickettsia tamurae
CP000053.1/ Rickettsia felis

E AE017197.1/ Rickettsia typhi
100 CP001584.1/ Rickettsia promazekii

9 CP000409.1/ Rickettsia canadensis str. Mc
E KP769801.1/ Candidatus Rickettsia
67 0NI5Fr¢—F NV TFT ST AR

0.020

CP000087.1/ Rickettsia belli
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0.020

CP000087.1/ Rickettsia bellii

2. RLEEEHEY & v F7 O RHH
RFEBOBRELT— b A b T v 7 (500 HY T
V7)) i itoiz,

a) 17KDa & AHiFEET (390bp)

b) gltA#{ET  (321bp)

@ KD~ X =Mk LR S BI5 T

(ER AR B - AR )
& EATA~DEREPRESNTND I v FT




SFTS DAL ADWNFEEL SN TWBT7 X M F~<HZ =) Xk
BHEMIC L HELTNBE I ERDbMoTm, T, 1) [ 57 R Ye RE BF 22 AT R Y 0 S AR B ) 5 A O

Richettia japonica DN THDLY~T TV F~F = (https://www. niid. go. jp/niid/ja/idwr. html) .
X T X =DONEBRLNT, ZNDH O~ X = XENEH 2) AREE S g R R R BE A JR AT AR ), BR36
BRICHMENRONTZZ L6 SO~ X =512 #, 85-88, 2009.
HETHMNEND D, S HIZ, v ¥ =R AR & LT, 3)  ENCREYERFGCAT . = & =225 OSFISU A )V AR~
FLBEBE Y &7 o F T2 oW T b Ao i 2 8RB 72 =T
RBZNZ ED B BRMNICERT v H =1to0nT 4)  ENCERYMERICET: U oy T T RYYE SN = 2 T L,
REDBELEZZ HILD, 2000.
5) H.Nodaetal.: AEM, 63, 3926-3932, 1997.

iz 6) V. ROUX et al.. Int. J. Syst. Bacteriol., 47, 252-261,

A AT VAR ] VR [ s R OV i) VR B = il 2 oD B 01 & 1997.

V) | ] B BR iR GE R AR I S A S O T i 7) H. Hiraoka et al.: J. Vet. Med. Sci., 67, 1217-1222, 2005.
LF L7z, BMRESALICIES#I - LET, F2, v~ X =Dl 8) ZjEF .5 1 IASR,Vol. 31, 136-137, 2010.
BEEEHTDIIHTD ., ~ X =OERIFIEZEIZ OV THHE 9) FEAEHL . BHARNFBFESHRE 1045, 2011-2019,

ZFENE L TR & F Ls i i R AL [RIER E S O AT H 2016.

fH%, MBS, BIRT 0 U EFERIT OB SUE 10) = HfEL S ¢ IASR, Vol. 27, 40-41, 2006.

S, BREE OIS LE T, 11) K. Imaoka et al.: Case Rep. Dermatol., 3, 68-73, 2011.
(EXER)

Survey of severe fever with thrombocytopenia syndrome virus and spotted fever group
Rickettsia in ticks from companion animals in Fukuoka

Yuki ASHIZUKA, Takayuki KOBAYASHI, Hideaki YOSHITOMI, Asako NAKAMURA
and Jumboku KAJIWARA

Fukuoka Institute of Health and Environmental Sciences,
Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

Tick-borne infectious diseases, such as severe fever with thrombocytopenia syndrome (SFTS) and Japanese spotted fever were
reported in Fukuoka recently. In 2014-2016, we collected 309 ticks from companion animals in Fukuoka to investigate the
presence of SFTS virus and spotted fever group Rickettsia. SFTS virus and Rickettsia japonica were not detected. DNA of several
spotted fever group Rickettsia were detected in samples of Haemaphysalis longicornis and Amblyomma testudinarium. However,
no Rickettsia with reported pathogenicity to human were detected. Many ticks were found attached to dogs that lived both
outdoors and indoors. Therefore, after walking indoor dogs outside, it is necessary to check for and remove ticks.

[Key words ; Tick, companion animal, SFTS, Rickettsia japonica, Japanese spotted fever]
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&

‘& O LTS5 7-RITRRE B 5478 (LC/Q-TOF/MS) Z AL =

BRESYITDIST*A0T—2a VR

INKEBRZE - FIAKRT - EAE - RIRERE

fEMR R T v 7R T 2 585 - AKX R SMRE L 7o o CRUK, BEUCTANT 7ok 2 7LD
AN ZNTVBER, FEELTWRWOBRBURTH D, AR TIILC/Q-TOF/MS%E F T~ 72
MRy & BIE TR DOMHEDBII & 7 T 7 A v b A F U RITIC X DREEHEE 21T 5 72di, (LAY
DRLZ LT T T AT = a OO 2T o7z, ZORER., R RT v 7 Oh0HrEE LT
BRI 2SI L, WEEREZIEEL LTHVWS Z L CRERE LM LT L8 TEE,
T, TITAT = a v OENESERANE L, 7T 7 A M A RN X DEEHEE AT D

ETEERMANG LN,

[(F—U—FK: G FZ v 7 LC/Q-TOF/MS, 77 7 AT — 3 ]

1 [FLC®HIC

R N7 v 713> THRIERT v 7 L LT, 4
DFBRIRATFORGENLEHANBIEE LI N T
%, ARIZBWTIE 1995 FEHER KT v 7 OiRGEN
REN, EYOBH LB 2O IR &R IRT T4
BF T o | ORENENTE T, HiZ, "—TRDOERKR
RZ v 7B, ®ICER SN DI ERE L.
fElR K7 v ZICRIRT 2 e 9 - il K & Ierh i
L ote, DIk, BERICHET ok 2 2B AN R &N T
W5, BUFIZ L D TfER KT v 7 OELHORKED 7 8 D ER
Zxtd) Yok, IRRIESO— KRR ENTh, 2015 4F
7THIZIE N E TICHER SN TW T T ORI % 72
T ZETHIILTND A, FRERM ORI 5 IEH
#l I, EBIDOR T IRV T EORE LR 2 S, &5
WZHF ) VEROER I T A RICR LTAE 3 1A
OBEFEFREN 72 8, ZHUT XV 2017 4 7 A BifE 2366
FHEOLAM BRI G Lo T0D I,
INHOMEIZEY ., fER KT v ZICEET S HE - F
XA LTehs, 7 U N U —IRGER0E /e £ L 0 s
ERFPICZVONRBRTH D Y, Fio. TARKOH =75 H
T AV —DIFEMDOHBRLEF v M SRR T
HIER S, ARRER A IS MEL L T o TNV D,

fER KT v 7 OREICB W T, BEOIE 2 AV
BT E ORE D DM e R HE RSy % & A TR EE T AT
WERER HIEE LA Vb Tn5g, —F T, JIER

fEI SRR ST
WEB ZABHEE AL 155 1
http://www. fihes. pref. fukuoka. jp/ kikaku/Reports/Re
port44/pdf/np4dpaper02_appendix01. pdf

(T818-0135  ARSEFTiARFAWAE 39)

BOREEITITERER & ORAENNATH D, K OrmgE
SRS A TR G KT 7 D43 HF TR E 28 R #7200
W% 2 TR S, AR 2R 2835 & 9
BdHb,

R W C 120144812 T [ IR 3K oo i ARG 1L 12 B9 2 5=
Bl ZHIE L, WRICHET S KT » 78S OMREZ1T S
L vz, T - ITEOBR 21T > T B, ABFJETIX
LC/IQ-TOF/IMS % W= fali K Z » 7 ORIE SR OB %
Tolz, FTo, EHERZFTA L CWRRWMESORAES
W) O % LCIQ-TOFIMS THIE L7/ E i &~ A A2
7 NV BHEET B ORI MR E LT, BEAE
LCWAIEEHER ZHIE L, SFEORFEORLR T v 7
DNWT T T T AT —3 g OB %N L0 Tl
T5,

2 EBRAE
21 BERRUHAEK

fElR KT v 7 OfERES T4 CCaymanil 2 L, /7€
I K O OFEUWE % & OAFHLLFERZ F iz, Y
FlE A X ) — VR L, | pg/mLICHRR L7 o &2 HIE
W, A% 7 —(LC-MSH]), 7& k= U /L(LC-MS
). ZABAKLC-MSH)IZRA R P8 A Fv7z, 1.0 M¥
TSy AREEEREs vn~ V7T T ), Xk
(LC-MSH)IZ iR 2 v 7z,

2 -2 XERUAEEH
I E 2 & 13 Agilent 6540 Accurate-Mass Q-TOF/Agilent
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# 1 LCIQ-TOFIMS Dy st

77 A : Atlantis T3, 3 um, 2.1x75 mm (Waters %)
BT NiRE : 40°C
A 10mM FEET L = AT (pH 3)
BB "B:T7E®Rr=FU
7S5y h R[] (min) A (%) B (%)
0 95 5
25 95 5
20 0 100
22.5 0 100
it B : 0.2 mL/min
EARE ;1L
A A ALk ¢ ESIEMRY T 4 72— F)
HLI AT AR :300°C
HEfGR T A : 10 L/min
2T TA YA : 50 psig
= AN ARE 1 400°C
VAN A : 12 L/min
Fr 7 U —EE : 4000V

1290 Infinity LCEfEH L, R1OEHTREZIT > 7.

23 I75TAVF—L a3 DERRER
LC/Q-TOF/MS % A\ THIE L 7245 & 3 K O O3
WEAVESEO R B5RF(h T/ V38 - oMb &Y. Bk
AT A K21k EY, N Y S Z U8 20ikEY.
T3 FNT IV 32bEW. T = F =V B3k E
YN SNAIEAMITHONWT, BT LTI T A
T = a v O & T LT,

3 HBRRUBE
3 -1 LC/Q-TOF/MSZERW-SITEDBEERVETHEER
#RAW-LEhDE

TR L - BRI 2 VT, UPLC T A, T
T AT LE LIORTRUEARE LT, 205
% W TIE - SN R 28k % LA W(EF 411
) ZHE LR, £@TolkawiconTT—I 2
REFALNT RIFICHRHFATEETH Y R KT v 7 D5y
WrikE LCTHEHATHD LB b, B LITIXRENRE
e A4 R THD AB-FUBINACA D #H Iz~ L
Too ATER LIIEARGHTIE TRIE L7z 411 WEOLEW4A .
PREFRER], B EEFONE/REZ R L, ((FE 1134
AT HP 12 #5#)

LC/Q-TOF/MS & 55341 EDFIR & L ThaMm Dk
BEEZNEARTHD Z ENET N5, BEEhOY
BRI EEREECLVENL, S FREOENE DD T/
SVMELEYDOMBEDERLBFEELRELZNE L T 5
HR Lo TWND, ZOMEICK LT, HEE&ahEEL
TN DA IR TE L I D IR EAT o T, KIEAES %
BIE U725 5 B E & REM ORREIT—H o a w4 R
WCHERR 10 ppm K TH - 72, T OFERIE, X 2 1R T

(Intensity)
4000000 -

3500000 -
3000000 -
2500000 -
2000000 -
1500000 -
1000000 -

500000 4 L___,_,.L"/\/

0

0 5 10 15 20 25 (min)
1 AB-FUBINACA ® 7 u< k75 A(TIC)

KO RGTFEOENNSWIEYR SR ThHo T, Y

fmEMET 52 L7 <, LC/IQ-TOF/IMS THIET HDHT

Gz 2 LN TH D 2 L 2R LTEY, fER KT
v IRFCE D CHIRTEL B2 bz,

2
78 ppm 4-Fluoro pentedrone ppm
C,HyFNO
210.1289
OMe
<O OMe (ﬁ)
E%gﬁ/x‘
170 ppm Me
MMDA-2 2C-E
C11H15NO3 ClZngNOZ
210.1125 210.1482

2 WEEEIZ X D EmoENG

3-2 I735(A07—LavnERER
3:2:1 AF/EOISTFAT—a VEN

AT RITIEEFED DB E D 50%LL EE LD D&
B GMHECTH D, 94 FEO LT ) VHHIZOWT T Z
TRA T = a VEIT USSR, X 3 IORTHAR=1
BED afi kO ERIRTO oL THRAE L IFEHO 7 T 7
A2 NA F i (Fragment 1~3)A3FR VR TR S 400370
ZEW ol £lo, lEICE R U U UBREST{LEY
OELGEIIE, 2V Va VEBEE LT Ao TERr I TV
BRIZAHY 9% Fragment 4 A3 S 4v, Fragment 2 O %
WET 2 ECEERFTRLEE X bivi,

A4 ZITHIE - it OB & LT 4-methoxy PV D%
RLTe, ¥ AANRY MV ZNETIZRWE LT Z 7 A
YT—aryOfmel—%LTEY (X 5), Rt
T IR N T OREEE RS IRE & &R T
U7z (3 2), 7=, Fragment D OFREZA(L %X 6 (28 LTz,
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Fragment 3 \/ Fragment 4

Fragment 1 4——4\

X3 HF ) DT T ITA T —a

Fragment 2

Fragment C\/ Fragment D

Wer o
Fragment A <’\

X 4 4-methoxy PV9 D7 T 7' A T —3 a Mt

Fragment B

M+H
304.2275

Fragment C
233.1537

Fragment B
168.1747

Fragment A
135.0440

L

130 150 170 190 210 230 250 270 290

310 (m/z)

5 4-methoxy PV9 O~ XA ZA~7 kL

# 2 4-methoxy PVO DT T 7 A " F U OIFELE R

PERAE W EAE
M+H [C19H29NO2]+H  304.2271 304.2275
Fragment A C8H702 135.0446 135.0440
Fragment B C11H22N 168.1752 168.1747
Fragment C C15H2102 233.1542 233.1537
Fragment D C4H8N 70.0657 70.0653
3:2:2 BRAVFE/ARDISTALTF—3

)
BEEMIIETCENTWBERIT T A FidA >~
F—AFREK, AR, FT7 XLV UFHEEERD 3 HOD
BT A NG NOE S HIREE) ) D 72 DALE WIS E 7

(Intensity)
7000 -

6000 -
5000 -
4000 A
3000 -
2000 4

1000 4

0 T 1 T ! T
1ov 20V 30V

X6 2V ¥a EEEIZ XD FragmentD(E e U v
BYHRDT T A b A A DIRELE(L

HLDOTHD, ZNLDIAEMIONT T T T AT — 3
VERNT LT RS WL R S VO D o i THHEE
Z V| Fragment 5~7 23R ST W2 EI B E 2o
72 (K 7),

Fragment 6 \/ Fragment 7

%ﬂ .

‘R
R, 2

Fragment 9

K7 e /)AL REOT7ITA T —2 30

—F T H8ADEHITEIT AV FELTA U E Y —L
FEAK A ETEAWIE Fragment 8, 7 = =V EFEK LS
Tk &¥(X 8-B)ix Fragment 9, XU UVEFHE KA & e
{LE¥(IX 8-C)i& Fragment 10 XX 11, 7 ¥~ FL %
ET A (X 8-D)iX Fragment 12 BNZF N S h<e
TWIZEBREHLMNE ol TNHORERNS, BT AV
R OEVIC L 0B LT WERAL R O S e v
T T A M AR DN R SN,

Fio AV R VERE A & — VB DERIF T
WCREAT ABIBENR 9 1R T 7 F e UL N-A F
ERY D /AR U N-AFAT B DA

WA LR BEFFD affTHRE L7 T 7 A b
AF BRI T VW ERbhoT,

X 10 1 HE - fEHTHI & LT FUB-JWH-018 O R %7k
Lz MH SN~ AR NVDT T T AT —ay
DOEMI(X 11), 7 T 7 A > b A v OFSBEE BT & Ok
ET—HTDHIEPHRTELEE 3), £/, /1 F—
BHILBH KD T T 7 A M A HIROEE TR S
7=
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A B

Fragment 8 \

1
Fragment 9

C D

Fragment 10 Fragment 11 / Fragment 12

o iy

X8 HoF¥ /) A REODTIITA LT — 30

S8

l977&%/%4%/#@&%&%#%4/F—w&
WA & — L

Fragment F \/ Fragment G

1
o
L
/\\\ I: :
~
Fragment H N P
N :
= '

Fragment E

X 10 FUB-JWH-018 ® 7 5 7' X 55— g L fif#T

Fragment E
155.0495
M+H
380.1452
Fragment H
109.0451 Fragment G
 127.0542
Fragment F

252.0820

100 150 200 250 300 350 400 (M/2)

11 FUB-JWH-018 O~ X A7 k)L

F3FUB-IWH-018 D7 T 7 A hA A DFSEHEE

KR

ey
B FAnE R

M+H [C26H18FNO]+H 380.1445 380.1452

Fragment E C11H70 155.0497 155.0495
Fragment F C16H11FNO 252.0825 252.0820
Fragment G C10H7 127.0548 127.0542
Fragment H CT7HG6F 109.0454 109.0451

3:2:3 MITEIVEODISTAVT—VaY

MU FEIVHDT T AT = g B RN LI
B BERFT-O aff L OB AL THIZL L Fragment 13 &Y 14
PR SOT VWS ENboT(K12), $i2, A2 F—
JVERED ARLETAT B ALITEREE S UTKEEE, A FE
B TEFAENERLCH T I 7 AT — a3 OfR
WEWTIR bR 5Tz,

R2 R
/ 3
Fragment 13 A
RN, > Fragment 14
1
= N

X12 NV FEZIVEOTIITA LT — gy

13, [X 14 L O 4 21T H5E - fif##r i & LT 4-hydroxy
MIPT OfEFR %2R LTz,

- m/<
Fragment | T ‘.

[X] 13 4-hydroxy MiPT D7 5 7' X L5 —3 a U HRHT

Fragment J
86.0967

M+H
233.1649

Fragment |
160.0755

80 100 120 140 160 180 200 220 240 (m/z)

14 4-hydroxy MiPT O~ A AT | L
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3 4 4-hydroxy MiPT D7 T 7 A > b A F v OREBRE &

# 525E-NBOMe D7 7 7' A v A * v DIEEE &

PERAE T E B PR AE T E B
M+H C14H20N20 233.1648 233.1649 M+H [C20H27NO3]+H  330.2064 330.2067
Fragment | C10H10NO 160.0762 160.0755 Fragment K C12H1702 193.1229 193.1226
Fragment J C5H12N 86.0970 86.0967 Fragment L C8H90 121.0653 121.0653
3:2:4 JIRFLFIVEODISTAVT—Y3 W7 =X FNVERY DB EGATND, 77T A T

VRN

T =23 FNT IR 15 TR T L DT k& < 2 flE
DOIEENTFIET D, 77T AT —v a URETEAT - T4
R EHLOMEIZBNTHERIRTO o MLTHAEL,
Fragment 15 &% T8 16 ¥ 721X Fragment 17 23 H S 030
ZEbirol,

16, X 17 e U2 5 I IXHIAE - fig b7 61 & L T 25E-NBOMe
DFERER LT,

Fragment 15 \

NP Sn
X ! AN
Ry~ o !
Pz \ Pz
Fragment 16
15 723 FINTIVIHD T T T AT —va v

Fragment K \

OMe H
N

~

Me Fragment L
16 25E-NBOMe D 7 T 7' A 7 —3 a Uil

Me

Fragment L
121.0653

Fragment K M+H
193.1226 330.2067

AI |

100 150 200 250 300

350 (m/z)

17 25E-NBOMe O~ A A7 kb

3-2-
#r
7 X = )VEIIK 18 IR THEEE L TR Y. oW

5 J2IVAZIEDISTAVT—Ya VR

—va VR LTCRER o T 2 ERRFOTNTE
NOETHHEL, 723 F AU DB KIcHE kTS
Fragment 18 2 (R1973& Hi T W2 & 3o Tz,

/ Fragment 18
i '\/©
1,
1 1
R )J\N': |

1
© \ Fragment 19

X18 7V x v X = NED T T T AT — g

19, [X] 20 } O 6 (21X MIAE - fi#HT5] & L C Ocfentanil
DFERER LT,

/ Fragment M

! \/@
o ‘

1

!

o Ny :
ot

%19 Ocfentanild> 7 Z 7' X 5 —3 a RN

\ Fragment N

M+H
371.2135
Fragment M
188.1439
Fragment N
105.0705
1
100 150 200 250 300 350 400 (m/z)
[X]20 Ocfentanil >~ A A7 | v
4 F&OH

AAFFE TIELC/Q-TOFIMS % F VN 7= 53 HriE D BR3E e OME
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#6 Ocfentanild 7 5 7 A v M A F v DOREBRE &

ilpe:v 3 ﬁgg%
PERAE WA
M+H [C22H27FN202]+H  371.2129  371.2135
Fragment M C13H18N 188.1439 188.1439
Fragment N C8H9 105.0704 105.0705

BRT Yy TORBZENTT T T AT — a ORI
DWW 24T o T, WHEDBIR CTId, iz o1k
HEW % PETRE IR TSR IF 2R E L . EBEOSER KT
o J T ATRE e TR & e Sr LT, 72, FiBE &
ERWDHZ L CREREZKIEIZH B3 52 R TER,
7T TR T — a3 v OBRHT CIESFEE(L T/
BRI FTEIA R, NITHIVEH, 72X F AT I
B, 7= F VR OLEMEICOWTRE Lz, 20
FERACBEW DRI Z LITBHE LT WEM ORI S e
TWITFT AL MM AL TEL OHMAAERHTZ, Zh
BOFRIX, v AART DA LIBEHEEZIT) L CEE
RIEREERIC R D EEZ DN, — T, KRICALE B
DORGIEREEIZ OV TILRIFI, 7 F7 7 A T —va vic

(RXEE)

EWRIZE A CSES  HEESITEBEO T LD FETHT
WCHEECH D EEZ BN, 2D, [FHEEOE O
FER LT B T DITIINMRZR E D53 e/ Hr 218 o ff F 23 24
HThoHEBEZ LN, 5B L ELRDLT — X OEREAT
DL THEDREWOIT RO EHEE R TREE D & &
b,

Xk

H B A& % B A - K wE M K,
(http://www.mhlw.go.jp/stf/seisakunitsuite/bunya/kenkou_ir
you/iyakuhin/yakubutsuranyou_taisaku/index.html)
ELGME LR T v VT IREEHBEOHER,
(http://www.mhlw.go.jp/seisakunitsuite/bunya/kenkou_iryou
J/iyakuhin/yakubuturanyou/oshirase/20150819-1-03.html)

3) HANMAE WAL AP kB3 2 1,
(http://www.mhlw.go.jp/stf/seisakunitsuite/bunya/kenkou_iryo
u/iyakuhin/yakubuturanyou/index.html)

4) BTN SRR AL IR X SR A B xRN ¢ Topk28
R RN D5 - SatE S e

Development of high-performance liquid chromatography-time-of-flight mass
spectrometry (LC/Q-TOF/MS) screening method for illegal drugs

Toshitaka KOGISO, Yoriko SHINTANI, Tsuguhide HORI and Jumboku KAJIWARA

Fukuoka Institute of Health and Environmental Sciences,

Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

Serious accidents caused by illegal drug use have become a major social problem. Consequently, various efforts to eradicate their

use have been made, but their use is still prevalent. In this study, we developed a high-performance liquid chromatography-

time-of-flight mass spectrometry(LC/Q-TOF/MS) method for screening illegal drugs, and investigated structure estimation by

fragment ion analysis. The method was useful for drug screening, and the exact mass could be used to improve the identification

accuracy. Franmentation patterns were identified and could be used to estimate a structure.

[Key words ; lllegal drug , LC/Q-TOF/MS , Fragmentation]
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&

FBRABRRAIICEITARA=ZaF /4 FREBERUV 74 7O IILOERE

EKIE8h - HHIRF - ERE

X FA=aF )4 FREIK (NNCs) 7L 7 4 7 r = L O ENRINCHBIT AENHEEZ I 52\ L, g

ECYPEE IR B RHER &2 Z 52 Uiz, BNIINCRIT 2R (n=210) 1. ¥/ 77 7 > (914 %) .

AIFX a7 R(T0.0%) . FT7 A FFHA(BEIS5% . 7a0F 7= (51.0%), 7« 7 =/1(281%),
TEXITY RO0% OIETEL . FT77a7Y REDR=FT 7 AT EAL LR SN,
Flo, VT T7TRT 4 T VORKIREE, HUBRFRIC L o TR ZREE R L, ¥/ 7
T, TEEITVR, AIF47aT) REORT 4 e = LORHRIE, M, P& O

RMBEELT-LEZ DN, EHIINNCsE 7 1 7 a = LD RIEFE I,
125 BB GAREIEEDLS0OU T TH 0 . LR ~D

K EEBNRER) DR FE B 1112

HEITENEEZ BN,

[F—U—F: xF=aF /AR, 74 7m=/L, LCMS, BB HYE]

1 [FLC®HIC

2A=aF A FFREFE (LUF NNCs &9°5,) 1, Fi
~OREBATIE L BB AR D, 1990 440 & KFE A
AL L LTEELE D29, ENTIRIND
DREIEDOE o & b RO ORFIN —E T 25 & O
ERH Y, () ESLEREEFIUT TILFERK 26 FE 5 ko
REOERIRI L NNCs DI A TA L TV D23, &
RERIIAATHZ P Y, ZoWEOTT, IKBR, EH
FEoW)INZB DN THRHE SIS NNCs (7 ==L TV —)L
REEOT 4 Ta=VEET,) ORENKBKRMEL, £
OFEE S S\ Z EARRE STV D D0, fJifFio B I3HE
WE i<, RIRBFERRZZDIRMAE 2 b, KERBED
ERERREOBLEND IO EEIZONWTHERNLEL
EZz bz,

2T, ARFFETIEINNCs7 fid 7 4 =L &5 &
LTI INC R T 2E8EZ B &M L, RN &Y
PG5 NNCs OMHER 252 LT,

2 WIRAE

21 BERUSHAHZE

BHIT NNCs & LTV /T 7Ty, =T ET L, F
TANRY L, JuFF=r A3I¥ /YR, Tt
ZITYV REROFTr7uryY RE, 7= ET Y — /LR
B LT 7T m=VExGl Lz, NNCsliE, 34 =
aF ) A NRRIEREAEERK (FtMizk TR, 10
mg/L) ZHEHEME L L CA X ) — LV CHEAR L, #HL
Too Ele7 4 7 =ViT, BREBERBRH Y « 7 r = VR

TR PRI (T818-0135  AEEFriRFIMEF 39)

bl (FOGHISE TR 10 mg 2 A &%/ —/L 10 ml IZIA
ML OB EYEE (1000 mg/L) & L, @EEHAL J —
JLTHRL, ALK,

K%, LCMS Al (BISRbAAR) 2R L7z, A%
J =T R =k ULid, LCMS AREE (REHiZE T
M) AL,

SririE. B E EOTIEIC L VRO E BV ITS T,
HEKAERY T oL BRI SHCERI LT EREICED
fwv . BVARTAAEZIT o7, EMEmHD— MY > 20,
InertSep mini RP-1 (GL A = AMH) ZHEMH L, &
— R yPEAZ = 10ml KUK 10ml T T 4
a =7 LBk 50 ml & i@k, 7K 10 ml CHeE L7,
ZOH— M) vy INLRIBAKERW %, A FZ ) — 35
ml CHEH L. KTEmIZERL., ot Aael e Lz,

2.2 (ERAWSE
FRIOPEIZIT, Wk v~ N7 7 7 EESHTRE (LA
B LCMS &3 %.) v, ARV +—2— XMW
Acquity UPLC system } (% Xevo TQ-S Zfff L 7=,

3 HERUER
31 SWEOBREH

NNCs L V7 4 7'a = )LD LCMS I E Stk 2 /IR & 0 F5
HE9%BEL L THF LI, LC &R MS &2 Zh
ETNELROER2IRT, P/ T 770707 v 7
U, miz 129 ([THFE Y — 7 MELE LTZ72, miz 113 122
B L7, £7-. NNCs & 7 ¢ 7 a = )L Z RSP LT-ERIC

-72-



#1 LC St

Column

Mobile phase

Gradient program

InertSustain C18(2 pm, 2.1 mm i.d. X 100 mm)
A: 0.1 % Formic acid, 5mM Ammoniumacetate
B:  Acetonitrile
for Neonicotinoid
A:B=95:5 (0 min)—95:5 (1 min)
—10:90 (8 min)—10:90 (11 min)
—95:5 (11.01 min)—95:5 (15 min)
for Fipronil
A:B=30:70 (0 min)—30:70 (6 min)
—5:95 (6.01 min)—5:95 (10 min)
—30:70 (10.01 min)—30:70 (20 min)

Flow rate 0.2 ml/min
Column temp. 40 °C
Injection vol. 5 ul
#2 MS &t

Capillary Cone  Collision

Compound Ej_?_l Voltage Voltage Energy SRM Transition
kV) (kV) (eV)
Dinotefuran + 3 15 12 203 > 113
Nitenpyram + 3 30 28 271 > 126
Thiamethoxam + 3 25 13 292 > 211
Clothianidin + 3 25 12 250 > 169
Imidacloprid + 3 30 20 256 > 175
Acetamiprid + 3 30 23 223 > 126
Thiacloprid + 3 30 23 253 > 126
Fipronile — 3 50 17 435 > 330
73 IDL, MDL, MQL K OVa[X ==
.. * ** Recove
Pesticide MDL MQL o very
(ng/L)  (ng/L) (%)
Dinotefuran 1.9 5.0 110
Nitenpyram 1.7 4.4 91.8
Thiamethoxam 0.88 2.2 102
Clothianidin 2.6 6.7 102
Imidacloprid 1.1 2.9 99.6
Acetamiprid 1.2 3.1 90.7
Thiacloprid 2.3 5.9 85.1
Fipronil 1.3 3.3 94.7

* : Method Detection Limit
*% : Method Quantification Limit

T4 7= DXy ) —F—R=NR A LD, T4 T
v =/L® LC F&h&MaT L. NNCs & idpliciliEds 2 &
L L7,

50~5000 ng/L DJEEEFLFH T 70% A ¥ / — IR A IEHEYS
i (NNCs7 M N7 4 Fu =& aEte, UUTIRAEAENR
Lt5,) ZT7EFML, 5l & LCMSIZIEA L, AR
Bl v — 7 RO BRI R A AERL LTz, & EIE D
BAMREL () 1%, 09993 LI L RIFTH o7,

LR EREERFAEERO To & CER 27 FER)
M & SN HEORE TR (BLF MDL &4 %,)
FOVER TR (UUFMQL &4 5,) "28HLE, €0
FERAER SITRT, £ 43K MDL 1 0.88~2.6 ng/L, MQL
1%22~6.7ng/lL TH Y, LI DS Tt MDL OfE % it
TRIEE LTz, F7-. ZOROFEIEOEINEIT, 85.1~
110% & BiFChH -7,

3.2 RBRPENKPDNNC RUT7 4 TOZILOBE

BN OWJIKEIZEBIT D NWNCs KON 4 7 =)L DOEfEE
ZI ST D720 BIIEAHIE L CWO ST OBR R
HES (BRI (21 #) . @mKRBI (6 H#
SO BURITHRTE A (15 Hi) S FE A (4 Hig) |
FUENACGRII (7 H5)  REBNACRI)I (8 #15) . K
RETAFEI (O HLR) . AFF70 #iI8) ZXkt5e L THA
L7zo NNCs BONT 4 7 1 = L OiAf 17K o 0D T 3 BE oD
OO L pL, TEEITFY REBRUO KRR EIEKC
X DWN~OFHRFHEES N TN D, & 2 THARD %K
FEAEf 0> 2016 4 7 A IHERI > 10 A K OV 2017
1 RICAT o7, B3R, MU ORI /Ml
REROBREELZRH L, TORER 4R LTE,

BRI BT 2t (n=210) X, ¥/ 777~

(914%), A1 X7 a7Y R (700%), F7 A bxH 4

(595 %), Z7uF7=vr (510 %), 7 4 7=/

(281%)., 7EFZIFU KN (9.0%) DIETHEL, FT7 7
07U R (14%) RO=F 558 0%) (ZIEEALCH
HEnehot,

VT 7T ORI, BRiERARO 1A ZERE
83~100 ek bm <., LFELBLU TR I, £k
KILEEIE, RAETFMNIIIO 610 ng/ll TH Y | o 3D
fll (4.3~62 ng/L) 1T L LHTEWRE Ch o7z, BKIR
O E R D & BRI A 2= KSR
FZVEFEAF . SRR AR KBTI T,
TADRERGLE L EDHI0A LA LIEITIELS oo T3,
FENARII T, AR 238 L 190 ng/L L DR %R
TA3, 10 12250 ng/L &b EVWMEEZ R Lz, KEBIK
FCUE, BRNKRI)I & FERIZ 10 A2 b @V MEE 7R
T PHUIZ L o THERB O R Z — 3 B p - Tz,

AIF 7Y RS 2FAICHHEENRE L, 70.0%DH
BFCRR S 228, BKIREIT 14 ng/L &R TRRME (1.1
ng/L) @ 10 f5RRETH > 7z,

FTAREYL, 7aFT=U0 i3, lerRIC L -
THIHEN 0~100 % & —ELTE LT, HKRE (F7
A REH L :62ng/ll, Z7aFT = 36 ng/ll) [T
TIRME (F7 A F¥¥2L:088ngll, 7 rF 7= 126
ng/L) @ 14~T0 fEFEETH -7,

7 4 7 = Ui, SRR AT & KR TR & B
&7 AITHRR R E ORI (50~93%) &R L7e, £
WRIREEIX, 27 ng/L &M TIRE (1.3 ng/L) @ 20 fis#e
EThHoT,

TEH I 7Y ROBHERIT, RKE)IIIKRERLS & 30%K
Wib L Shanz %<, KRR 26 ng/L
R TERME (1.2ng/L) @ 20 fFFEETH -T2,
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#4

NNCs &7 ¢ 7" 10 = )L O A8 if] I PN O] 1 7K Hh i B oD A 3

Dinotefuran Nitenpyram Thiamethoxam Clothianidin
Area Month Min. Max. Detection Rate Min. Max. Detection Rate Min. Max. Detection Rate Min. Max. Detection Rate
(ng/L) (ng/L) (%) (ng/L) (ng/L) (%) (ng/L) (ng/L) (%) (ng/l) (ng/L) (%)
July.2016 <1.9 170 95.2 <17 <17 0 <0.88 3.8 61.9 <26 7.6 42.9
EERTVEGE AT Oct.2016 <1.9 10 95.2 <17 <17 0 <0.88 16 52.4 <26 6.1 23.8
Jan.2017 <19 7.8 61.9 <17 <17 0 <0.88 4.0 19.0 <26 3.8 4.8
July.2016  <1.9 540 83.3 <17 <17 0 <0.88 2 33.3 <2.6 32 83.3
KRNI Oct.2016 3.5 15 100 <17 <17 0 <0.88 1.2 83.3 <26 5.4 33.3
Jan.2017  <1.9 9.0 83.3 <17 <17 0 <0.88 <0.88 0 <2.6 10 66.7
July.2016 5.5 87 100 <17 <17 0 <0.88 5.3 50.0 <26 3.1 50.0
[ 2 75 3 AW )11 Oct.2016 7.4 27 100 <17 <17 0 <0.88 <0.88 0 <26 <26 0.0
Jan.2017 2.2 10 100 <17 <17 0 <0.88 <0.88 0 <26 <26 0.0
July.2016  <1.9 52 86.7 <17 <17 0 <0.88 4.9 60.0 <2.6 26 80.0
HURTHEE AT Oct.2016 <1.9 34 86.7 <17 <17 0 <0.88 7.0 93.3 <2.6 10 80.0
Jan.2017  <1.9 24 86.7 <17 <17 0 <0.88 15 53.3 <2.6 14 66.7
July.2016 12 190 100 <17 <17 0 <0.88 14 71.4 <2.6 13 71.4
HAENAKZRIN Oct.2016 11 250 100 <17 <17 0 <0.88 7.0 71.4 2.8 11 100
Jan.2017 8.0 200 100 <1.7 <17 0 <0.88 6.8 71.4 <26 85 42.9
July.2016 3.2 47 100 <17 <17 0 1.0 62 100 <2.6 25 37.5
BN KR Oct.2016 10 200 100 <17 <17 0 1.7 4.0 100 <2.6 14 37.5
Jan.2017 6.5 28 100 <1.7 <17 0 <0.88 3.2 62.5 <26 5.2 12,5
July.2016 7.4 610 100 <1.7 <17 0 <0.88 2.3 71.8 <2.6 36 71.8
KAEMEANN)I Oct.2016 16 290 100 <17 <17 0 1.0 18 100 4.0 18 100
Jan.2017 8.4 410 100 <17 <17 0 <0.88 2.5 55.6 <2.6 10 71.8
i ] U <19 610 91.4 <17 <17 0 <0.88 62 59.5 <2.6 36 51.0
Imidacloprid Acetamiprid Thiacloprid Fipronil
Area Month Min. Max. Detection Rate Min. Max. Detection Rate Min. Max. Detection Rate Min. Max. Detection Rate
(ng/L) (ng/L) (%) (ng/L) (ng/L) (%) (ng/L) (ng/L) (%) (ng/L) (ng/L) (%)
July.2016  <1.1 3.9 81.0 <12 <12 0 <23 <23 0 <13  12.0 71.4
B RTE AT Oct.2016 1.3 3.6 100 <1.2 1.6 4.8 <23 <23 0 <1.3 <13 0
Jan.2017  <1.1 <11 0 <12 <12 <23 <23 0 <13 <13 0
July.2016  <1.1 5.0 66.7 <1.2 26 16.7 <23 <23 0 <1.3 20 83.3
i# B K R Oct.2016 1.3 1.7 100 <12 <12 <23 <23 0 <13 <13 0
Jan.2017  <1.1 <.l 0 <12 <12 0 <23 <23 0 <13 <13 0
July.2016 1.8 2.8 100 <12 42 25.0 <23 <23 0 <1.3 7 50.0
WA Oct.2016 1.4 1.9 100 <1.2 <12 0 <23 <23 0 <13 <13 0
Jan.2017  <1.1 3.4 25.0 <12 <12 0 <23 <23 0 <13 <13 0
July.2016  <1.1 14 80.0 <12 9.1 20.0 <23 <23 0 <1.3 27 93.3
HLRTHETE AT ) Oct.2016 1.3 4.8 100 <12 <12 0 <2.3 3.6 6.7 <1.3 6.8 20.0
Jan.2017  <1.1 7.2 46.7 <12 <12 0 <23 <23 0 <13 21 6.7
July.2016  <1.1 9.2 57.1 <12 <12 0 <23 <23 0 <13 44 71.4
B )IAKFRIT)I Oct.2016 1.3 3.6 100 <12 27 28.6 <23 <23 0 <13 <13 0
Jan.2017  <1.1 7.8 42.9 <12 29 14.3 <23 <23 0 <1.3 <13 0
July.2016 1.1 3.8 100 <12 38 62.5 <23 23 12.5 <13 54 62.5
RABNAK RN Oct.2016 2.0 3.5 100 <1.2 1.9 50.0 <23 <23 0 <1.3 <13 0
Jan.2017  <1.1 3.5 37.5 <12 <12 0 <23 <23 0 <1.3 <13 0
July.2016  <1.1 5.1 88.9 <12 <12 0 <23 <23 0 <13 36 71.8
KAMTANR ) Oct.2016 1.7 14 100 <1.2 1.2 11.1 <23 4.3 11.1 <1.3 12 22.2
Jan.2017  <1.1 1.9 66.7 <12 <12 0 <23 <23 0 <13 <13 0
el It 1L <1.1 14 70.0 <1.2 26 9.0 <23 43 1.4 <1.3 27 28.1

3 - 3 NNCs RN EHFE. MERUHERARRIC
LBER

NNCs X OV7 1 71 = )L ORI O R 2 iit3 5 72
W, @IEBEAO MR Y (UTFHAREET5,) KOk
(A7 % 7 —nKGERE (LT LogPow & 9%, ), T3
WAERRE, B AROK ISR D e sy (DL s &
T5,)) #R5IRT, HEIE, HLOKHT—4% Th

% 2014 EEORMEEFI A U, EMAMRGLE. R R
WD IA DAL CTOBREED LA 9288 1c L,
U)T 77 oOWARE (F5, 599t XIXKL) &b %
<. flLd> NNCs @ 2.8~37 {5 ThH W EEOHEAE RS
WEHEE SN D, £7-. LogPow iE, -0.549 (#5) L&\

Te DR E < K E L BITBET D72 DRJINCHRE L
RTNEEZOND, HERBRTIE, ¥/ 777 0BT
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#5 NNCs X OV7 ¢ 7 =)L T8 K O iE

Shipment in Fukuoka . . Half life by
L Soil adsorption .
Pesticide pref.(2014) logPow T photodegradation
equilibrium constant .
(t or kL) in natural water
Dinotefuran 5.99 -0.549(25°C) - 3.8h
Nitenpyram 0.161 -0.66(25°C) 44.6-348 24-36.2min
Thiamethoxam 0.541 -0.13(25°C) 16-32 4.3h
Clothianidin 0.573 0.7(25°C) 90-250 46-58min
Imidacloprid 0.978 0.57(21°C) 175.0-376.2 61min
Acetamiprid 2.142 0.80(25°C) 120-270 20.1days
Thiacloprid 0.521 1.26(20°C) 230-660 42.5-79.7days
Fipronil 0.574 4.00(20°C) 550-7800 61h

ETOWITHRIT S, BKRE bR o7, ZOERO
—2& L CHIROEHRED S S UKD B S 2358
L=bnbEZ BN, £, EZEA ks L
U T 7T ORI, I ALV RO T OBERRD
72 8~9 HCThole, —FhH. MAERMRDY /) T770D
BRBEIL, HIREIC 7T ADNRLEWVD OERZ# U T
FONDOENRD Y | FEHRE —B 9, ZOERIIRH
THoT,

TEZIFY RE. DT 7T ARV THIAR (35,
2142 t XiE kL) %<, HHELZWEHEI LD A,
FHAAE B CITR RSN > 72, ZhiE. NNCs DT
TEZ I RZOHGE IR & T, Mo
BRE IS P e NERO—oEEZBND, —
FREIZ AL, K & el L CE o F @i N D &
END 20D TEZITY FhiRH LI otz b &
bbb, SHLIZTEHX I Y KL, flid NNCs & b L
TRoPBIKI) (5, LogPow : 0.80) TH V. HHEW A%
¥ (325, 120-270) LHLDOETH D Z &b THEA~DORK
FELEEL, WI~OFHERDihotztBZ 20605,

Hifi & (385, 0978t 3T kL) A3 FZBHIZEL WA X7
07U RiZ, Mt (3¢5, LogPow : 0.57, W53
175.0-376.2) A7 X I 7Y REFEEILTWD, LaL,
FAEAER CITMME (700%) BE. TEXI7Y Fo
BV E B> Tz, ZOERO—DIF, 4 IF 7
7Y RO@EAEDIZKMAEENTEBY, HEAzZ#E L
T2 ~DR SN Eholzlzb t EZ2 B D,

Ty Fu=VOWAET 4 FHICEL (R 5), AER
BT 7 AR Sh AR D72, FifEZ k74 019
LD ET7 47 m=)VITHEROFEIE L L TZ D
BT LT e, 2oz, Hii%O 7 Ak sh
boltEZ6NS, £72. LogPow (5, 4.00) ot
WeERRH (3% 5. 550-7800) i< . THEEEIZUAE IR0
TN DK PR EITECHIIE T T 51260, 2
DZELHERKERST 7 AIZOARBEENT-ZHD EE X
bILD,

FHFAEORER TR S N> To =7 BT 2%,
fard (R 5, 016 t X kL) b7 <, b 30
IYRRFE LW O R 7 < IDINSHH LT b4 fig
ENTHRHEN Rt EZLND,

IaFT =V FT ARV LAROTFTr7ar Y R
DT, IR LT — X ICHE RO o T, k&
BREOBZRIITE 20T,

34 KESEVMOHEMHLICRIEEZGERBEEL
DHE

A OFERE RN S KRERBRE~DAEREYBLERT
L2, KEBWEY) (BFH, FEdE. 8 ~o#mtEeE
J& LTI BT DK EETMEY O E S 1L 12 4R D 3R
ORI (UTRELTS,) Pl L=, NNCs
K7 4 7Fa = VOWIHEEORKEEL, £TEED
150 L FTdh o7z, fE> THBEIDOFRAR R T, BRI
@ NNCs X7 4 7'u =M & BAERR~OFEETE W
EEZ BN,

|

# 6 NNCs U7 4 71 = /L OJIK A KRB EE & /K PE
BRI OPE D 1T ER D SRk P B L

Max. conc.

.. L Standard*
Pesticide in river water (ug/L)
(ng/L)

Dinotefuran 610 24000
Nitenpyram <1.7 9900
Thiamethoxam 62 3.5
Clothianidin 36 2.8
Imidacloprid 14 8500
Acetamiprid 26 5.7
Thiacloprid 4.3 840
Fipronil 27 19

*:Registration withholding standard of pesticide
for aquatic animals and plants

4 F&oH
@ NNCsKk 7 4 7 r=,LDOMDLNKUMQLIX, 0.88~
2.6 ng/LKLUR2.2~6.7ngILTH > 7=, F7=BIET
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85.1~110% & B TH - 7=,

@ BEHNWJIOBHREIZ, /77T (914%), A 2
Xrua7Y K (700%), 7 A F¥H 2L (595 %),
raF7r=r (51.0%), 74 7 m=/L (281 %),
TEZIFZUE 9.0%) DIETEL, F7roruary
FEROR=T BT AMTIFEAERIB SN2 -T2,
@ TITTTURT 4T VORKREL, Mg
ZEEIC K o TR 72 B b 2R LT,
® VI)F7Iy, TEHXIFIVR, A& s7uaSY K
L7 ¢ Fa= v OmHiRRIE, g, otk o
AR E L s EZ BT,
® NNCsKEOT 4 7 u =L O h KIEEIL, KES)
T DB TERE LR 2 S SRR G 5 FL 1 L 0 5015 LA
LS AR ~ORBEIIRWEE X bk,
Xk
1) IR - FEIERER, 197, 23-25, 2016.
2) IS« AARERIETEE, 19, S209-S217, 1994.
3) WH S @ BAREIRFESEE 30(2), 133-138, 2005.
4) () ESTBREIWFICAT : WAL 26 AR IO BR BT BT
B WA, 2015

5) () ESZEBREEIBFICAT : Rk 27 4R IR O R BT AT
EHH WA, 2016.

6) /IMRG ¢ BREER TS, 27(1), 3-19, 2014.

7) BREIE ALPWEBRBIRERE RO T & (B 27
FHEERR) |, 2015

8) (i) ESIERBIAFZEAT : Webkis-plus (3T — & ~—
(FEEE)

A ), http:/Amww.nies.go.jp/kis-plus/index_3.html

9) BREEAE : KPEEMEY OWERL LIRS R R B AL
HWEDORREICET 288 (YT 7F) 2008

10) BRIEA : /K PEBIEY D1 FE I 1L TAR D SR G R S
EDOREIHETLEE (=77 4) |, 2008.

11) BREEA « JKEEEMAEM DR E R 1L AR 2 BRFRR SRR
HWEOREIZEHT 2R (F7 2 ¥ 2) 2016

12) BREZAS « JKPEEWREM) D ER 1L AR D RSO SRR B
EOREWCHT &R (FvF7=vr) 2016

13) BREZAS « K PEEWEM) D ER 1L I AR D RO SRR
HEOREIZHT 2@k (1 I#27m7 Y ) 2008

14) BREEAE © K PEBVEY D E DI IE ISR D R SRR 2
HOBREICET2EE (7% 7V ) 2012

15) BREZAE « K PEEWEM D E R 1L ITAR 2 B HOR SRR
WOREICET 2GR (F727r7 Y K) 2012

16) BREZAE « /K PEEWEM D TER) 1L I AR D B HOR SRR
WOREIZET 2%k (74 7 m=/) 2011

17) JA KR « Rk 29 FEEERBAE Z L 72, http://www.ja-kasuya.
or.jp /?page_id=488

18) JA Hiflidb & < B 1 fivfE Z & 7, http://www.asakura-fk-ja.
or.jp/inasaku/

19) JA #& [ 5UEE © FR1E Z X %, http://www.ja-kei.or.jp/
support.html

20) (W) HAREYFRETRIFZE 2 « PRk 20 4R B RS
B 1k Bt R = S R A R

21) FEIB RS - KEREEFXEE, 35(A), 230-234, 2012.

Behavior of Neonicotinoids and Fipronil in River Water in Fukuoka Prefecture

Nobuhiro SHIMI1ZU, Manabu KASHIWABARA and Toyokazu KOGA

Fukuoka Institute of Health and Environmental Sciences,

Mukaizano 39, Dazaifu,

Fukuoka 818-0135,

Japan

We investigated the behavior of neonicotinoids (NNCs) and fipronil in river water in Fukuoka Prefecture, and evaluated how the

detection of each pesticides was related to shipping amounts and physical properties. The detection rates in Fukuoka Prefecture
were high for dinotefuran (91.4 %), imidacloprid (70.0 %), thiamethoxam (59.5 %), clothianidin (51.0 %), fipronil (28.1 %), and

acetamiprid (9.0 %). Thiacloprid and nitenpyram were not detected in most of the samples. Characteristic changes in the maximum

concentrations of dinotefuran and fipronil were observed with the area and season. Detection of dinotefuran, acetamiprid,

imidacloprid, and fipronil was affected by the shipping amounts, physical properties and applications of each pesticides. The

maximum concentrations of the NNCs and fipronil were more than 50 times lower than the registration withholding standards for

pesticides for protection of aquatic animals and plants. These results suggest that NNCs and fipronil will have little effects on

ecosystems.

[Key words; neonicotinoids, fipronil, LCMS, seasonal change]
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TR

tiEhoEENEHRHAXILTF O OHPLCIZ & 2 EERBRER U

LC-aTOF/MSIZ & % fdi &M D 4 HE R B BRE D #R 5

TEBRIR - INRERE - TIBIKT - BAE - RIURE

UL 2B E LT, BB O ENME AL F o D ER K OHRRBIEDORHFN 21T o717, E
BRBRIE, A 3T REL AR L0 R SHEE R LYERRFHI 21T o 72, Z ORGSR,
JE BT RRAHI ORI (0.02 gikg) (2331T D B R OVFFELIEN, 4RI EEH398.6%, FH AT HE(R 22536.3%
Tho BERERTH-Tz, £72. LCqTOFMSE W THEGRRBRIEORT 21T o712 £ 2 A, Rkt
ATV EZ LB B PHIROBL TEMENTRETH o7z, YLD Z &6, RRBRIEIZHEF O XL
FUOEREOMRRBRIEE LTERATHDL B2 bR,

[¥F—U— N EEMHWEE, L5, HPLC, LC-qTOF/MS]

1 [FCHIC
BRISMITRAFE, ke, Fakl, HR2 L, &
DOREBRRSLRLOML - RFO B THER I N7
BThod, Zhbitkx 2BBIHERAINTEY . WEE
O SBFINI 5 2 BOIEE WV, 2 LW ORBR
EEEETRER L OICKBET 2 Z &, REOZHEMERN
FIZERY , BRROBOLEMMHRICETHHOTH D,
Fiz, SITEOEE - QR I EREAEE OB A0 D
HLEETH D, BT E DEEHEENE LGS, JEKB
1ED 7= DIZIEMED DR A2 RGN K D H AL 5, 7R AR
JERTIZ IV TIL, BEF OB - fisk TXs vl REZ2 3T R ik
DU & ERIR e BE L HER S T YV, 20725
FRiZBWTh | i bW BE 2 R EOIRR & LA
& LRBRIE DR &2 K> T\ D,

ARl G & L CRAHEMRE LT (11
D, BRICEFHFRM 2 NEE STV RATNY
D—2ThH D,

1 ek
HNJLN

H
X1 ALFroffiE (o1& 180.21)

RNTF v O—RH 72 E ERBRIEY 9 1%, B E B,
B 7 T LR EZTOHPLCIC L W 3+ 52 HFIETH S
DA F o _XTRIEERANDO0EH R b DO Lo TN D,
Tl AT U ENRGE LB T ORI O

TR PR T (T818-0135  ASEFriRFIMIAES 39)

BRABREIX A2 v~ b7 T 7T EESHH (LC-MS/MS)
RO 2 HERRESNTNEY Y D LaL,
LC-MS/MS%Z W= o4 Tl Bt ko~ FY v 7 20
MBI L0 W BNREEREA NS DY, —F, Wiks a~
k77 7 W ERA TR AL & rEt (LC-qTOF/MS) 1
BMWAFREEZ A L TR .~ M) v 7 ADOEEBEZITTIC
BERME DG NAREIC/2 D EZ 2 bD, 2O &b,
LC-qTOF/MS % F\ N 7= 2y IT ik i3 e R ek R v & L CIERIC
FHTHBHEEZLND, LAL, ZhETIC, B0
BRI W TLC-qTOFMS % FI W THHT L 7= 3
ESAAN
FZTAZETIEE T, A AT REEH O, X
0 22 AT o O R BRIE &2 MR Lok O PERERE
i Z4F -7, &5z, LC-qTOF/MS% HWTALF D
R 2> D IIE 7 B RBRIE DR A 2T o o RIC DN T
w5,

2 7&

2-1 H#

TOANF U EEERNT L AR LIRY A 2R
B UTHREHIHW =,

2.2 ZEYHY

RNTF ARG (Redb /AT ) IXBE R b A v
Too ZVT REHEY)E 20 mg & KEFEL . A & 7 —/L T 20 mL
IZER UHEHEEE (1000 pg/mL) & L7z, Z OFEUEEE %
AL =)k (1:1) BECHERRL, B~ Yt
WV DRI & O BRI FAV 2,
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2.3 RE

AL )= (LCIMS ), Z&®7K (LCIMS ). Tk b
=hUN (LCIMS HI), W ABRKEZT U oA (k).
D ABRZKFEET MU DA Rtk B AL A 2,
1 mol/L $fE, kT MU v A (Fifk). 1 mollL Ef7 v
T=ULNRK (BERAs v~ N7 7 H) I3ReERL
fA& =z, Sep-Pak C18 (FetifE1g) BAEA— LY v ¥
A Z A% Waters 8 EZHTIE (535> 12000~-14000)
i% Thermo Fisher Scientific #L#¢, 7 ¢ /L& — (FL£8 0.45 um)
£ & XA T T GE ~LV A T AL A B,

2 -4 HPLCIZKZEERRE
2-4-1 EBERUSHEH
HPLC &Mk 1LITR LT,
#1 HPLC %At

LCE:fE : LC-10ADvp (SHIMADZU)
UVHHIZR © SPD-10AV (SHIMADZU)
BT ¢ Inertsil ODS-2 (GL Sciences., 4.6 X 250 mm,5 um)
HTLEE - 40°C
BEE : 25%A% )=V (TAIIFTT 4v2)
B E © 1.0 mL/min
AR : 10pL
Mt E - 230nm
242 BBRBEAOAY

B 20 g RV ERY . K920 mL OB (10%HE(L
7 bV ¥ AEH 0.01 mol/L ) & & HITENTIRICTETA
L7ze 2% 200mL D A 23 2 —IZ AFL, BHTAMIK

(0.01 mol/L $f#%) THaEZ200mL &L, L& &R
Bhs L72As & IR TH 18— 20 BRRABAT L 7=, BHT4MK 10
mL Z47Ee L., 0.1 mol/L V > EE#E#HK (pH5.0) T 20 mL
WCER LIz, K<iBfL7-#%, C18 (1g) EFHI—FV v

UH T A0 mL E AL L RIS T 28K 30 mL,

AX =K (1:9) IRIZS5 mL CHERBES Lizth, 2
27—k (1:1) RBIKI0mL THH L, 10mL 28R
Lz, WWHIEZ 045 um O 7 4 VX —THBLIZb D%
HPLC BRI & L7z,

2:-4-3 EB

HPLC O EMAMEMERRIT, A%/ —n Kk (1:1)
JRIE % VT, 0.5—10 ug/mL OFPH TR 7=, HEHEE
TRIRE K OV — 7 A& > DR Rl & /R L Ak i Al
WLV EEETo7, B PRI, RERORIRRE %2R
BEPRES T L 72 0.01 g/kg & L7z,

2 - 44 HRINEREER

B L 7306 20 g 12, BRI L LT 0.02 gikg & 72
D & ORI A N, BRE 2 - 4 - 2 1THE W ERBRIIK
I UEREIT o7, BRIEROTMIL 5 0T TEMRE L
77

245 BHIM)YIRADOARE~DEEOHERE

B L 72308F 20 g (2, BUBHRIREE & LT 0.025 glkg & 7
D & ORI A IR, BRE 2 - 4 - 2 1THE W ERBRIIK
PR UEREZT o 7o, BRESIR ORI 3 T TEE L
77e #NT, 05—10 pg/mL OFPH T~ b U v 7 AEHER
REFML, v ) v 7 AREBEBRIC LD EREITo T, 5
SN EEMEEZRERERICL D EEMB R L L,
~ Ny 7 AREREEIRIZLL ISR B X D R L7z,
F9°, A 50, 100, 200, 500 K T 1000 ug/mL o R )LF
VIEMERIR A A B ) — VTR LT, i Tl AR SRIR
MOTRT A 22> HFHR L 723 BRI 1mL 372 % 5 RO
BRAFICPI L, B iREOEMERNZ 10 uL 72 L T
05. 1. 2. 5 %TN10 ug/mL d~ ~ Y v 7 AEHEETR & L
72

2 - 5 LC-qTOF/NS = & A HEEAER %
2-5-1 EBERUIMMNEH
LC-qTOF/MS ez 2 12 LTz,

2:5:2 HERBEOHR

FEF10mL (10g) 12, FBHHIRE L LT 0.02g/kg & 72
D& O IR AN LTz, Z OB E A% —/L 1K
(1:1) B T200 fFICHR LI b 0% RERIEK & Uiz,

2-5-3 FH

BN AEIE Y — Ly 7 h o =7 (Agilent fi#hr Y 7
k% =7 Mass Hunter) ZHW\W T, ZALFr o [M+H] *
ORBBEERZFE LTV —Y—A 4> (miz 181.0972)
FUE LT, miz181.0972 D7 v X A A AF ¥ T
L ELNT-RBIBRO~ A AT ML AR (0.1
pg/mL) O~ A AT L L LT,

3 HRRUBE

3 -1 HPLCIZ&k B EERABREDRE

3:1:1 AF7URFHEEOFERIZONT
BARERVE - MR 20158 O XL F o OREBRIEIZA A

A7 ERIL L LT, HPLC JER T AKEELT R F-n-7' 1 L

T =Y LA, CL8 EAEY T LRI EAT b T -n-

TFAT U= LEZHNTWD, A4 XTI, B

T DATERFF LT  WRBEM: O WVE & /3T T 2 BRICIER IS
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B ThHD, —HT, BT L2OFHAGICRER 225, %
WEHER LT WVWE VWS RE LB D, £ T, A
TREEANTICANVTF B AIEETH 2 et Lz,
HPLC HI'EICB W TA A7 REEZEG L2V BEIH
(25% A & 7 —)v) &N T, EHERKR (0.5 pg/mL) % 5
B0 LBEE L Z A, ©— 7 HFE O HE (R 7
(RSD) X 4.0%Th v, BIUFRFEMERSE LT, £z,
C18 [EfE T 7 LARERIC BN T, A A XTI 2 H =35
AERAWEWEAERIE Lz EZ A, HIEEICER RN
ol Z o A A RTHEEH DT IZONTAIEET
bHHLEZ LN, 22T, UTOMFTTIEA A X7 R
a2 RWZ & & LT,

3-1-2 AR M/ SLRUVERER

ZNF AAEUERTE (5 ugiml) RO~ Y v 7 ZAJEAERR
& (5 pg/mL) % HPLC THIE LIZBEDOALVF D7~
7T BER 2R Lin, PRFFREEIIZIE K L TRV,
BEb~ b Y v 7 AETIZEBWTHRERS I ATEET
o7,

o, MEBHRIZX 3R LXK 512 0.5—10 pg/mL D4
PHC RAF R EARER S Sz,

3-1-3 FmMEMHEREER

ONTEORE K OB Z AT 2 72, 5 M7 Tl
BN ERER 2 S L7258, AT O E BRI T
98.6+6.2% (RSD=6.3%) Th V. HIEETH S 70%—
120%% %2 L7-, K EEIT Horwitz DIETER NS B LT
DM TR OFFAREI 2 1N (RSD<6.7%) Th -7,

a) 8000 1 l
7000 +
6000
5000 -+
2
£ 4000 -
5
E 3000 +
2000 4
1000 A
0 | A
-1000
0 5 10 15 20 25 30 35
R.Time (min)
b) 8000 - l
7000 -
6000
5000 -
2
24000 -
5
E 3000
2000
1000 -
0 4

-1000

0 5 10 15 20 25 30 35
R.Time (min)

2 ANFrOHPLC /o~ ~7 T A
a) EHEEK (5 pg/ml)
b) ~ U v ZAEHEEK (5 pg/ml)

3:1+4 HHEHIPFMIYIRORARBE~DEE
HERE P ORI~ MY v 7 20 JEMEIZHEL TW
D D EHERT D 72 0 R UaRBRIAIKIC D\ T IR B &
N~ MY v 7 ABERE AW CER LRIER % g L7,
ZORER, AR ERIC R 2B R R O S EIE

# 2 LC-qTOF/MS A

6540 UHD Accurate-Mass-Q-TOF LC/MS(Agilent Technologies)

AJB 95/5(2.5min) — 17.5min— 0/100(2.5min)

LC#:i& . LC1290 Infinity(Agilent Technologies)
qTOF/MS¥EE -
M52  Atlantis T3 (Waters, 2.1X 75 mm,3 um)
HTLEE  40C
B - A‘{Tﬁi(lo mM EEE7 =17 AFE I (PH3))
Bit(7£h=RU1)
V=g SU
BEhfmaE © 0.2mb/min
AR ;- 1pL
A ALE - ESHE(RY T4 7E—R)
W AR - 300°C
WL AT R 12 Lmin
FTITAYPHAE : 50 psig

V—AHARE + 400°C

Xy IU—mEJE : 4000 V

aYoaEHFE ;- 20eV
FLA—H—AF : miz 181.0972
HWEE—F

D TRE I T AR
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400000 -

y = 34242 x + 2658
R2=0.999

350000 -

300000 -

250000 -

200000 -

Peak Area

150000 -

100000 -

50000 -

0

0 2 4 6 8 10 12
Standard concn (ug/mL)

K3 XTF O

0.023 glkg, ~ NV v 7 ZRMERITI T DB E O
PMEIZ 0.024 glkg TH Y |, IZIFERSEOFETH o7, ZD
ZEMB B MY v ZFREEICEE LN EE X
LTz,

8 - 2 LC—qTOF/MS IZ &k 2 FERHABRED R

TR FH AR AE R BV T, R E OB KL ZB <720
B ORMLIR AT DR WOHENLEE Ly, £ 2T, 3k}
DIFRD I TRNVTF U &SN RIBETH D 03t Lz,
TaEY M A UAF Y NI L D ANVT L OFERERIR
RORBIRIET DO~ A AT MV AR 4 1R LT, R
WIRT DT a7 b A A v FLOWRE T EERT & b
KL TIRERAETHY | v AR MLO—FE TR 1>
7o ARMBIEITABI ORI EZ LI LT, ARD B
TER FRMAED X VF o OEENATERETH > 7,

4 FEo

R A SR O TERE, &8 2D d\is e s BRTE O B
WEBEE L. RTA o E2TT VRS LT O XL
F L DERROHRRBIEDORF 21T o 72, A4 AT
AW\ X0 722 E &R R E & RS LoardmiE ot
BRI 21T~ 7, E& FIRD 2 f5I2E (0.02 glkg) (31T
HEEROFEMEIL, SEHENIEEAY 98.6%, RSD 2% 6.3%
Thh RIGFRFERTH-T2, 72, LC-qTOFIMS #H\\ T
AT v ORERRBRIEDORF 21T o 72 & T A B ORTAL
R BB LS RO TEENATEETH -7,
P bEoZ Ene | ARG L 7= BB e h o v
VOERMOMHEERBIESE LTHHATHL EE 26T,
Etld RU A DS DEE R NAVF o LA OB RN
WIZOWTHRF L, B A RT3 0ERD D,

a) %103 +ESI Product lon (8.545 min) Frag=120.0V CID@20.0 (181.0972[z=1] -> **)

451
108.0447
o
351
3]
257 65.0385 138.0905
2
157 81.0328
1
181.0970
057 55.0530 164.0663 ¢
| T - il |

T T T T T T T T T T T T T T T T T
30 40 50 60 70 80 90 100 110 120 130 140 150 160 170 180 190
Counts vs. Mass-to-Charge (m/z)

b) x103 +ESI Product lon (8.528 min) Frag=120.0V CID@20.0 (181.0972[z=1] -> **)

5
108.0442

451

o

357

3

257 65.0381 138.0918

21

154 81.0338

11 181.0972

051 53.0397 ‘ 1640683 $

oJ ol A ‘\ L L I

éO 4‘0 5;0 éO 7‘0 éO éO 160 1‘10 1‘20 léO 1‘40 1‘50 160 1‘70 1é0 1‘90
Counts vs. Mass-to-Charge (m/z)
K4 ALFrDwAANRT hL
a) FEHERIE (0.1 ug/mL)
b) FREBRIAR

3CER

1) BAGAE - HugiZ BT DR AREE IOV T~
otk EE K E BT AT A~
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(PEXHEEF)
Development of a Quantitative HPLC Method and a Simple and Rapid Qualitative Method
Using LC-qTOF/MS for Dulcin in Beverages

Tamaki SATO, Toshitaka KOGISO, Yoriko SHINTANI, Tsuguhide HORI and Jumboku KAJIWARA

Fukuoka Institute of Health and Environmental Sciences,

Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

We studied quantitative and qualitative analytical methods for dulcin, an unspecified sweetener that previously caused
food-poisoning case, in beverages using red wine as a representative sample. A simple quantitative method without ion-pair
reagents at the purification and measurement was developed and evaluated. The recovery rate with a dulcin concentration of 0.02
o/kg was 98.6% with satisfactory repeatability. We also developed a qualitative method using LC-qTOF/MS. As a result, the only

sample preparation step required was dilution in this method. The methods developed in this study will be useful for quantitative
and qualitative analysis of dulcin in beverages.

[Key words ; unspecified sweeteners, dulcin, HPLC, LC-qTOF/MS]
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FLR

L LI HXEXE (Pseudokirchneriella subcapitata) ZFRAULNV-#E S ERERDBKRE

HREM - MERE -

lL.\7k1|=| E'L\ E* I"ﬂ%

AL X B RX¥E (Pseudokirchneriella subcapitata) % W THALHEEH E RTIARUE U ALK VB

F b U 7 A(DBS)D HfE < SRR K OVEHA B
DBS®™D72h-ECsiE120 mg/L & 72> 7=,
W IHFEINEH R D AT EE

D72h-ECs013:0.083 mg/L (HEENHAEL) |
BRBROFE R, HALHES L DBSORA

AR 2 M L 7o, BT < SERBROKER, HL#En

N RBIEIC L 2 EEE
PED R E LTz, Ll AREREEPOHE

& DBSHREE TR 72 O BT R L TR B2 b 72 b4 lREMRIER VW & B X 6D,

[¥%—U— K : Pseudokirchneriella subcapitata, &4 5%

1 [FLC®HIC

% DAL EIIARBTEEINC & > THNERWA, D
ETONFEWE RS L, VA7 2T 5 2 L I3REgT
BDo FOTHORKTITAFE B, BEIC X 24EwE
BHEIEH LI X » TLEWE 2 & L E RGPS
OBFIZIT > TN D, EVISEEIER LI fBEOF i
PR DEIR T TR TE R WER (LB I &
BRI TEHZ L THD,

£, EWISE RO HKRRRE (R i
BOEABITRBRIM S T2 B Th Y . I Vv oK
B (= 8 HIED 0. I - (72 AV 2 fdE s  atat
B (7774w, 810 AR LKL THEHY, &5
2, BERBRIL S Vv o SRR E SR (48 FEE) X
A EMERER (96 WFH) @ X O e B A E VA
PEFRERE & L Ch ., RBRAEMZHERFT 5 2 2 b0
HNBPPERVRLEND D, T, RIFZE ClIEE%
AW TEEOLFWEOEA IOV THRE LT,

2 EEFE
21 HERMH
EFNERDEHE L L CHM R OES T LR
YEBUANKUEET R U A (BT, LAS) ZEIR L7z,
Z O2WEITEE, KAEEDRERFEEEEBICRE SN
23 HMIEL BICE D BERBRABRE SN TEY, T—4
DENTRETH 240, 7272 L, sep I3 gy (Fotid
HT R M%) ZMHAL, LASICOW T KT Vv
RUBURANVEVEEFT Y U A (LU, DBS) (B bE
TR, MEEI%) ZHEH LI,

TR PRRBRETZETT (78180135 KSEMTAFAET 39)

Ak ]

2 -2 EE4EREEHR (BEAEERR)

@é%@ﬁ%%%mﬁé’%kb BRI 'E DECsoflE
BENEL BIRIE R RET D725 AWFFERT O BRER 5
PRIz ié%%%%®$@i< TR A I L 7=,

7 BRI E LB B S TR ) R IR SR )
AF L7 AL I X¥E (Pseudokirchneriella subcapitata
(NIES-35)) &M\ o, 26 2 CREHIIC K 0 fkfRiEEE L,
BRI IZOECDES HlC B/ L T B RIS H 14 DML B
0.5x10% ~1.0x10° cells/mLIZEL7- & D&M A L7,

BT < BERABR O R IT TR 1511 A 21 H R 3 5
11210002 5. VR 15-11- 135 H25 . BRI BB T
031121002530 H D BT D FIEITHEWFEHE LTz, BRI
X720 & Uz, KIRIZ2321°C, JEHEE 13100£15 pmol/m?/s
GHEGERST) D50 T CHERF L7, 55T R OECDE;
ORI (Frye i T30 2 K TR L CHEH L7z,

HAHERDMEEX T2 v b u— L RER+6E T X (e
J :0.010~0.32 mg/L, Ak2) &L, DBSIZ=> hr—/L
FRER 46T IX (BRERSE : 6.3~200 mg/L, Atb2) THEfiE
L7e, SHRRIKIE6E, Z Ot B XX 38 T30 L7,

A W B 1 245 [ £ | 2 BRIBRIR 22 0.1~1 mLERH UKL 151
@ (CDA-1000, ¥ A A w7 AfEHM) 12 CHIRR S % Ml E
L7zo 7285, BB T RIS 38R CRRBRRO LAY 23 72
LTCWAZ ExR LT,

2 -3 EF4RAERER ESEBHEER
BEERERBII TR SO, A6 88 52 ohikEes s
E\ 25 B E (1soblole design)atBR T L 7=, BT <
R R TR b 7o R B A 12 T2 [ o0 AR R R SO
IR (LA T 72h-ECo) & B I A BB DX BRIRE &
BELE, g s LCDBSE IR L, EWE L LTI
{bHigh 28N L7, X< BEREIZ OV TUIRLI AT LS
IZFBRNO.1~6F TR E L7z, B E L, #HNo.1 &
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No.6I3Hi b Hign & DBSO BMIE K FERlk & 72> T B,
BT BT ERO 2 - 2 HMIE< B3R LR

F1 HEHERBROT BIRERER

N, . (Background substance) (Main substance)
BRIZ SNt L 72, DBS (mg/L) ZnCly(ma/L)
No.i 0 0.08"B 16133
. No.2 10 008 016 032
2-4 ?&ﬁﬂ?ﬁﬁ#ﬁjﬁﬂi i ) No.3 40 008 016 0.32
B < BB O G AR B O 9 R B R 1 % 3 No.4 80 0.08 0460032
BRA R OVRBR I T 12 ICHIE U7z, Hbmspimen & LT No.5 120 008 016 032
; — Singl
JISK 0102, 53-4, ICPELRAHHEIC CHIE L7z, DBSIZF | " 0
R ASHE R A S B SR 52615 DFE A A v RmEin Al B 50 100 200
KEF28FITED D FIEICTHRIE LT, BHBRWE ORI
AT R TR OREIE 2T s Lo, O]
FERPREE & U THRER ORHT 2 e L 7=, £
2 1.0E+06
3
2 -5 HEEHAE 2
) 2 1.0E+05
EHBROT L RARA Vb (REEE) 120 Tl kR 3
L % NOEC(No observed effect concentration)t Ux%[iE 8 A
EICX(x% inhibition concentration)# #tEHiEAT Y 7 FR™
ZHWTHE M L, MEHAHEOFEICE L CTEmGE % 1 0E+03 : : .
W HEkRBRE (RER) Ycht->72, ROFFIZHW 0 * Time (h) * ”
ime
% BB & W0 ke B EIT LT, Zn Concentation (mg/L)
-m-Control  —=>-0.0045  -A-0.0089  -@-0.016
3 BEBUEE ~-0.029 -0+ 0.063 -=0.11
3 -1 BERMIKESBRER -
Hi{L g & DBSO AT < BABRICH T HMIEED  E 4 ozios
B L EREEREZZNENAKLE K227, 24 3
HBR 7 5 R D T-T2h-ECs 72h-ECyp 72h-ECs NOECE %2 £ 4 oE+05 A
(R, HAETES (ESE) OT2h-ECoiZ0087 mylL, &
DBSM72h-ECs,/3130 mg/L T o7z, DBSONOECIZ DV & 1.0E+04 -
TAHE, RAERBRIE T b K Ll LA 5
(p>0.05%) 735 S\ 7= F= DB L7257, 1.0+03 " o o)
EIE < @R T5 b7 72h-ECso & IO 5155 Time (h)
hf:{@ L ttiﬁ?‘%’) L. ﬁ'ﬂﬁﬁﬁl\ (ﬁf{l\@%‘—) 0)72h'ECSOIi DBS Concentation
0.061-0.11 mg/lLTH v . AEIDOFEFILZE OFHNTH - 7=, -m-Control = -6.1 -A- 12 -@-25 —k-53 -0~ 110 -c-210
F 72, DBSMD72h-ECq0i383-103 mg/LOHIH TH v | A [E D 1 MBS EE ORI (BT < FEakER)
FERITMMEL Y bEWVETH 7203, KRELMEEANT
BoT | MRICHEIZRVWb D LB 27z, 2 bHME<
BB T O 72 T2h-ECs & FR I A BB 2 it L
7o 2  BMIE< BB R
Test concentration 72-h ECsp 72-h ECqg 72-h ECs

Chemical (95% confidence (95% confidence (95% confidence NOEC
No.1 No.2 No3 Nod4 No5 Nob limit) limit) limit)
Nominal
concentration  0.0048 0.01 0.019 0.038 0.077 0.15
(mglL) 0.083 0.042 0.033
Zn (mglL) Actual (0.079-0.087)  (0.037-0.048)  (0.028-0.039) 0018
concentration 0.005 0.002 0.016 0.029 0.063 0.11
(mg/L)
Nominal
concentration 6.2 12 25 50 100 200
(mglL) 120 95 39
DBS (mglL) Actual (110-140) (6.4-12) (2.2-5.6)
concentration 6.1 12 25 53 110 210
(mg/L)
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100 -
80 -
£ 60 -
c
G
= 40 A
=
L
£ o0
0 Ll =
'20 T T
0.001 0.01 0.1
Zn Concentration (mg/L)
100 -
80
a’é“
.5 60 -
2
£ 40 -
20 -
o]
0 T T
1 10 100
DBS Concentration (mg/L)
B2 ARMEER (BT <ERR)
£ 3 HERERBRE (T0)
TU (Zn) TU (DBS)
No.1 1.00 : O
No.2 1.03 : 0.0617
No.3 0.701 : 0.247
No.4 0.471 : 0.494
No.5 0.374 : 0.741
No.6 0 : 1.00

3 -2 HFEFEHBRER

HREBRO~OTE 5 =% F1d Toxic Unit (TU)IZZEH# L 7=,
EHEWETHHDBSOTUIX (1) moskowonsd, &)
BO~®IzH1F 5DBSIEE L (K1) @ [1] IZfRAL,
RO TH LT HIIE < BRBROT2h-EC50 & X 1 0 [2]

WRAT %,

TU (DBS)

TU (Compound A)

1.0

0.8 A
0.6 A
04 -
0.2 A
O-O T T T T : 1

00 02 04 06 08 1.0 1.2

TU (Zn)

3 MEALARSN & DBS S Ah HARTE R BRRE 5L

1.0
Antagonistic effect
0.8
0.6
0.4
S istic effect

02 | ynergistic effec
0'0 L] L] L] T

0.0 0.2 0.4 0.6 0.8 1.0

TU (Compound B)

4 L RAREREBRIC X A EAER oA
(DBS] [1] Conc (s no.1~6)
TU(NO‘lf\,G) = (1)

[ 2 ] ECSO(NO.G)
[Zn) [ 1] ECsoizn, no~s)
TUNo.1~6) = (x®2)
[ 2 ] EC50(No.1)

Tz, EWETH LR OTUIE (K2) »E6KRD 5
b, ABNol~5IF 1) S LHsn (HEpHE) o

T2h-EC% (K 2) o [1] IZfRA L, RBOTH LT
BT < BERBROT2h-ECs % (X 2) @ [2] IT/RAT 5,

b K1) & GK2) wkiFD [2] [THWDECIT
X< A3BR & LT E L 723 BNo0.1 &% ’'No.6 D fE %
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JAW S 72 BENo.1 & ('No0.6 > Zn & DBSOTUME X0 % L Xk

<1 L725, 1) HEk EREEK) BEHONA LT v A Hifikst o R
F B OTUME L OS2 RARE R B R 2 2 2 #3 & AEMINE E O TEHEKERERE (RETER) , 2014,
LRBICRET, THSO, 45 HHA HY oMEL I 2) BREE, BREEIEMEK 0311050015 « BKE %

S ARE RIS B BT DHEHUER. MIMER . fHRME 031105001+, 2003.

ORI % K477, 3) I : BREEEIBAIER/KKIK1303272%, 2013.
M3 & K4z i3 2 SAHIMER 2 "3 B4R & IZIEFR T 4) Pascal Radix et al.: Ecotox. Environ. Safe., 47, 186-194

BAITCAERN 7 1y s & fafbifigh (#ign) & DBS (LAS) 2000.

DIRAWIIAIER Z RO RTREMEN B 2 LTz, 5) Michael A. Lewis: Wat. Res., 25, 101-113, 1991.
F7o, BEKP O & DBSIRE N ERIEAIZ G 2 D EAY 6) Natasha M. Franklin: Environ. Sci. Technol., 41,

AT 2720 TER274BE DO [ RN Of 17K (EAY 8484-8490, 2007.

W) OHEEE £ DBS (LASE LC) B % SCHkGH 7)  THERREE S OKBREESPARES, 39, 121-125, 2016.
HLEY  ZOfER, Wi FEIE130.001~0.005 mg/L, 8) I, {LFWEORELY R 7 3,

LASD Y #){# 13<0.0006~0.0008 mg/LTdH 7=, 4 EIDHF https://www.env.go.jp/chemi/report/h19-03/pdfichpt1/1-2-
72 T B LT HEN M O'DBSONOECRC72h-ECyol . BREEE/K 3-01.pdf
HIRE LV EV, 2070, mERNIJIKFICSWTEE  9) EAEE - BREEEE - REA, 3858511210002
okt L CTHMMERIC X AREEL 72 53 alpgtk 5. FRR15-11- 1325, BRIARE 5031121002
HEWEEZ Hid, 5, 2003.
10) THHEME - HERATSE, 31, 91-95, 1986.

4 Fi&O 11) £+ BAES : EREEMEPSEE, 3, 23-32, 2000.

AL HAXEEFHLUZERIZ #RBRLOESE 12) SEIESLA : SERR2SF AL T E DA R AT BT
AR A AT L7z, BT < BRABR TFF H 172 72h-ECso & By U RY Y LR, 2014,
T BREZRE LI fER AL TS & DBSITHINE 13) R development core team: R:Language and Environment
HEROZ EPRRBINT, £z, KEEROHH & DBS for Statistical Computing. R Foundation for Statistical

(LASE L Q) EE IR\ =D idEIc st L TR 2% Computing, http://www.R—projec t .org

b b T HREMIIEWE B Z BN D, 14) ERBESED - BRELY, 25, 43-55, 2015.

15) BREEAE, TR 27 4F B O 3t ) KIEOK B T E RS R,
http://www.env.go.jp/press/files/jp/104390.pdf

Interaction of Chemicals in Pseudokirchneriella subcapitata
Toyokazu KOGA, Manabu KASHIWABARA, Nobuhiro SHIMIZU and Yuko ISHIBASHI

Fukuoka Institute of Health and Environmental Sciences,

Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

We investigated exposure of Pseudokirchneriella subcapitata to zinc chloride and sodium dodecylbenzenesulfonate (DBS), both
in single exposure tests and with exposure to both chemicals at the same time. In the single exposure tests, the half maximal
effective concentration of zinc chloride at 72h was 0.083 mg/L (as Zn) and that of DBS was 120 mg/L. The results of the isobole
method suggested that a mixture of zinc and DBS had an additive effect. However, based on the low concentrations of Zn
(0.001-0.005 mg/L) and LAS (<0.0006-0.0008 mg/L) in river water in Fukuoka Prefecture in 2015. There is no possibility of a
mixture of zinc and DBS having this additive effect on algae in the environment.

[Key words ; Pseudokirchneriella subcapitata, Interactive effect, whole effluent toxicity]
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TR

ERERFANIZETA A= O LTI VORERE

R -

HIKIEFA

RIEENEFERE & L TRE L., (LFEEEBEEEOE M E L YHE CHHm-=
MV DGCIMSE W T2 T FIEOBat 21T > 7oy DM FIEORT 21T -72 & Z A, IDLIZ0.12
ng/mL. MDLIZ2.4 ng/L, MQLIZ6.0 ng/LT&H 7z, E 7=, @RI TOSHIRIR AR T 57280,
20164F-8 H [ il WA NART )1 70MLS TRRAS L 72, £ DR, IR T2.9 ng/Ldom-= k& b b A3 &
e, 20072 AT S V7 e OV OISR T DIk D& 21T 72 2 A, m-=hw |k
N AT B B TFEREARG . 1.9 pg/l, 0.22 pg/LTh-7=, E7-. HHIC >V T, B sz
IO 0 CIX0.16 pg/LRH S22, A I FIREARGM THh - 7=,

[¥—U—FK:m-=hnr kx> GCIMS, {f)Il]

1 [XLHIC

=hr ML BT BREROEREHE ICEESNT
B KBS TORARISEE B OBLE N B HTK
RIEY A7 T HMAOEBPLERYME L STy
%

=t MLV UEIZE, = e by, Y= bha ML
TUENEGEND, = ha ML 2T, o-= b E Rl
Y.m-=ht8a MLEUROPp-= b Lm0 BERR S
D, o-=hu MLz RUm-=hu hrxzigL “BrElbs:
WE DBRE~OPH EOWIEE K OEHE OB EOEEIC
BT 2B (bR CHB—MER O s mEIcs
EEN TS, 0-= k1 Lo igd, 1991410 E D23
FKIE TR ST Y, 2702 pg/LRECTH -7z L
HERTWDY, —F, m=to brmogr, (K1) 1%,
YuBto ik & UCRIH 2 5%, ARG amfe THEH S
NTWDIWETH D0, DK TORIPRIIZ DN T
FEAICRIRA Lo dE T e, 22T AlElL @R
BT 2m-= e MU OEERELIT- 72O THRE
T 5,

RER &

-1 RERREE

2-1-1 MWEAFII

FRA RS, ERRARI (F0HE) Zxfgel Uiz, ¥
AR R AT, AL, 2016458 A L U20174-2 7 12
Fhte U7z, BRI CRIDKOFRNE L 0 IR L T-,
W TR ITER K LT,

2-1-2 EMRAE

m-=h B FLZ DB SR DN T, & HICE

2
2

TR PR (T818-0135  ASEFriRFIMIAEES 39)

AR T A7-0, 2017422 512, M, B o
BRI O F N E VIS O Y S 3720 A3 FiRA
I HuEEME (O (Std) ROZDse (St5) ) OF
JBARE L, o0 Lz, BAGRA N & K3~ M
Hi(St1) K ORI HIAS 0O i O Hi (St.3) (sl ¢
S LY BRoMs (St2) 13FERGEIRTH 5, )l
DOBAKIIFMIRFCAT 2 72,

CH,

NO,
X1 m-=hFo bl OfEER

(X2 ] L PSRT) I i
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2.2 SWHE
2:-2+:1 FEARXSE

WIEEMEZ L L T= a2 ¥ ds 1 Cambridge
Isotope Laboratories, Inc BLOFEAES & Mz, m-= k& b
NV B RERR TR R O 2 Vi,

T b ROANF Y TSR TR SR o5k
B RE3E - PCB & VT, SR IR e E T3k s 4l
Ktk a H 2, EFED— B Y > 1E Waters B Oasis HLB
PLUS Z# MWWz, ¥ U B — 11U v SUPELCO #
Supeclean LC-Si (500 mg/6 mL) Glass SPE Tube % 7=,
2:2-2 NRER BERRURERARERORSR

PEEHES, 22~ 3 AR LT, 10.0 pg/mL D NAEHERR
AR L7z, m-= b e L= UERER A~ Y U TAR L
T, 1.00 ~ 200 ng/mL& L7-%%, PNEE#EHR %450.0 ng/mL &
725 X OITHIN LTSI & i A AR HER & LT,

AR AR nL % GCIMSIZIEA L, TR o
ENIEEMEOREDOL LB ORI EMEO Y — 7 H
L NIEEME O Y — 7 IO bR A 7ER LTz,
HIERE R OMHTIL, HEH%1.00 ng/mL~5.00 ng/mLO{&
JEFZ A & 5.00 ng/mL~200 ng/mL o> & B o0 2R 581 43 1)
TITo 72,

2-2-3 aﬂwﬁMﬁﬁﬁ
#EF200 mLICHIR(1+11) % 11 X CpH 3 541 | I

THT7 1 F10 mL, FRAKIO mMLTa T 4 v #/7‘
L7zEA S — b U > 21210 mL/min Tk S87z, @k,
BEAES — RV DICRRUKI10 mLA @ L Coeid L. 1SS

(10mL) ZAHVWCHEES— Y v PNOKDEERE, £
D, BRI AZ@EZ (1 Lmin, 1 hr) L THK L7,
Biktk, B—FVU > T&AFH 1 mUmin (5 min) TH
BEAHRRBRAE IR LT, RS A BeMTRE ML mL
FTHRAME L7 b o0 2 URRLEE & LTz,

AEHTABEE 2 T O~F P 10mLTa T 4 v a =y
T ULl VB — R Y v DITEHR LTz, L mLERE O~ %4
VCHBMRBRE ARG L, SRR VA=Y vV
WS BT L, T E2EMDIRLTZ, W1 D5 mLOHK
IIEC, T, RS0 mLIZRAE T Y A h—
Uy DIAF T @ik Uiz, 0%, EHT AKX FT
TN IRME L CL mLICEWRE . PIEEHERZ(10.0 pg/mL) 5
pLEEML T, Rk & Lz, 7 a—%XK4lZrRd,
224 JIEHBEH

HIE S, b B IR s A s 35 AR 27
EEV’Kﬁﬁéhfwéﬁ&%iﬁu\??%ymié
B RO FH VIREOBREE ~F Y AT LD O 7
WCEE L T To 7z, BIEMSR LK OMIESRL 2% LITRT,
225 HNEYIRHER

AWEHZ m-=hwe b= % 15ng L, 7 r—[X

0 1 2 km

X3 BANFHA HS
St1: faHHHhE . St2 : Mt ko B,
St.3: MR LD T, St4: {H, Sts: #HE

K1 TS M OB E A

BITEHRR

GC GC-2010 ( &:ZB4ERT)

MS GCMS-QP2010 plus (&;& 5 £ Ff)
BIEEHE

SN L SPB-5(30 m % 0.25 mm, 0.25 ¢t m)

EAZK R IRL R (N—DBR1 2k)
EAQRE 270 °C

v )T—HR He 1.0 mL/min

sEss 40 °C(2 min)— 8 °C/min — 140 °C(0 min)

— 20 °C/min — 280 °C(2min)
AV BA—TIA(RBE 270 °C

AFVIRRE 230 °C
1A LEE 70V
BHEBREE 1.2kV
RHE—F SIM

(137.0(EEM) . 91.0(FEZRMA)
:128.0(EE M) . 82.0(FERA)

m-=kAMLITY

E=S—AF —rERVBY d

kB [200mL
1R E(1+11) TpH3 5T IZFE

E a4 |Oasis HLB 10mL/min

ERIZTERA10mL, FEEUKIOmMLTAY Faa=y
EHRKI0mL TS

SESTE10mL) TKERE

ZFREK(L/min 1hr)

AFH5mL 1mL/min

EFIIAFHIO0mMLTIV TV azv
1-5mLEEZE 6-17mL5 ER

b3 BHRWEHFT ImLIZER

RIEEE R A
(=hBARY+E2~d; 50ng)

Cac/ms-sim |
X4 7o—[X (FiALE)

(M4) IZHREVETLHE 21T - 72380k (BATF. #shnlaiy iz
B oW T, BRICHEZIT > 72,

3 #R

3 -1 SARORE
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m-= bt ML URERAEERER 1 IR THIES:
PECHIE LIcHER, RUZERERS LT,

LEOK M TRIEADL), /87 5 EO K H T RRE(MDL)
JOVE B FRRE(MQL) % “fb 9B Bt 5 FE e A5 St oD T+
Jl & CFRR 27 4EFERRD) 9 12ht> THIH L7-, IDL I 0.12
ng/mL, MDL i% 2.4 ng/L, MQL /X 6.0ng/L Th -7z,

INEI L2 I E L 72 fE 5. 80~88%MD[EIIE T H
D, STENRZETHDHZ L 2R LT,
32 mAIAEHER

& e VAP T 70 AU 381 Bm-= b o R o 2 lE
L7z fb . 1A CT20164E8 7 122.9 pg/l., [T T20174E2
AIZ19 ug/LB i &, g4 CEE FIRME (6.0 ng/L) LA
TTho7T,
3 -3 EMREHKR

m-= k& hx U R S RS oW T B NRR A
BT o iR A2 RATT, &b LRICAET HSt2 T,
EETIRMBUT Tho7, SLINHBEENEL, RN T
St3. StADRENFE NIz, HEDOSLETIE R FRELLT
THoT,

4 EE

m-= k& FLZ AR ER{EEM THY . bz
Y O= h b DEEOIENEAL = R = B HEIT 5 & A
RIRTRGITAERT 5 L 13 2T, ABIITHIAL
TWD EHERI SN D, BIFAERHEN S, m-= ke b=
COHEHTRIZ, St1MSSt20RIzdh D Z &SRB E N,
Flo, HEDOSETER FRIELLT CTh o722 b, 1
BIZIIAS BWVIRETIIMME SNz ERbho Tz,

Z I T, PRTIRIBICESE MR EE ST b TV D1E
FWEIIM-= b a A UATEEN TR0 JEHIR
LEXONDFHESROFELHRT S Z LIIREETH 5,
LU, Egikoo-= e Lz KFOY = bu bz
WL —FEEEFEME TH Y, PRTRT — X BIFET 5,
o-=hBv MU ROV = ha L i, Yok 3K
ARJEEE LTRSS TWS, 2 bk T¥#EN
MEE MLm= b THY, TOBIZo-= ha fL
TUDORMEERTHLEZM-= ba ML= UREIARD E LT
T %Y, 2T, PRTRIBICHK S&o-= hr hLT U
Y= br MU OJEHNR I TS EEY 5 R

L& ZA m-= br b AR S 7)1 o ikl
U TDHEELGNHFEETDZENHA LI, 202 Enb,

PEHEE LC o= b b= RO = Ml ok
BEHLTWLIHEES P m-= be ML= U ZHEH LTS
TIREMEDS IR S T,

Fio, R2OER LY, AEBHINZm-= br LT
VORFEIL, AX ARV 2B DR ES R

2 IBIMFHAE R R

MR | B (pg/L)
St.l 0.98
St.2 <0.006
St.3 0.22
St4 0.16
St.5 <0.006

(LCsp) 710008 T17600 pg/L ® 94360004y D1LL T T -
72, - T, AElm-= b a MLx U3 S A7z Rk
IZEB W, Yk b FEMEIC L D AR ~DR BT Va0 E
Ezbhb,

4 F&OH

1) f&ERERFINCET 2m-= o b= OEREFHE
BERELIE Z A, TOHR LR T0.98~2.9 pg/L
M &, thoMsideCER TFIRME (6.0 ng/L)
UFCThHoTz,

2) m-= h hbx SR S AT HIE S B FH A
S THRAICRENME TN L, A CTIXER FNRMELL T
Thol,

3) PRTRIEICE ST M ENzm-=tre L= DX
BEThD0-= e ML= EONY=hua hlx
EHAL TS EELSM-= ho M= U8R S
NIIFIRICIFE L TWD Z Emnb, ZoFEY;
FVEIAESHE L Tm-= ba brzr gk Eh T
WD ATREEDVRIZ ST,

XHR

1) ALFWEOREY 2 751l %64 [14] o-= = Fb
T
(https://www.env.go.jp/chemi/report/h19-03/pdf/chptl/1-2-2
-14.pdf).

QbW E s HTIERR M AWRE S CER2TFE)
(http://www.nies.go.jp/emdb/ManualList.php?bunlD=6 |Z $&
T IE).

) ILFWHE R EREHEEWDOF51 & (FR27T4ER)
(https://www.env.go.jp/chemi/kurohon/tebiki/mat01.pdf).

4) WERIE 6« T3AL MRS, 66(9), 1249-1253, 1963.

5) VrHEE 5 o REBHE5-170706.

6) TOXNET databases, 3-NITROTOLUENE
(https:/toxnet.nlm.nih.gov/cgi-bin/sis/search2/r?dbs+hsdb:
@term+@rn+@rel+99-08-1).
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(PEXHEEF)
Environmental Survey of meta-Nitrotoluene in River Water in Fukuoka Prefecture

Manabu KASHIWABARA and Nobuhiro SHIMIZU

Fukuoka Institute of Health and Environmental Sciences,
Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

[Key words ; m-nitrotoluene , GC/MS , River water]

meta-Nitrotoluene is a “Class Il Designated Chemical Substance” in “Act on Confirmation, etc. of Release
Amounts of Specific Chemical Substances in the Environment and Promotion of Improvements to the
Management Thereof”, and has been selected as the main survey chemical by the Ministry of the Environment
in Japan. In this study, we developed a gas chromatography mass spectrometry method for a survey of
m-nitrotoluene concentrations in publically-accessible waterbodies in Fukuoka Prefecture. For the analytical
method, Instrumental Detection Limit was 0.12 ng/mL, Method Detection Limit was 2.4 ng/L, and Method
Quantification Limit was 6.0 ng/L. Samples were collected at 70 locations in rivers in Fukuoka Prefecture in
October 2016. At one location, the concentration of m-nitrotoluene was 2.9 ug/L. In February 2017, further
samples were analyzed from this location and from the coast where this river entered the sea. The
concentrations of m-nitrotoluene in the upper river were not detected, 1.9 pg/L and 0.22 pg/L. In the sea, the
concentration of m-nitrotoluene was 0.16 pg/L in an estuary at the river mouth, but it was not detected at an

offshore sampling location.
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BERERE O TS 72ZRAW=HRILATILTE FRESITED

IRBEK A~ O35 A FTRETE AR B

Fh—ER - HEZM

BEEDHHEIC R T L BURRBRBE K DRV LT AT e FRIEEOHSIZ B9 LT, AKEKE
MRE LB SN @SR a~ b7 7 7ikElEA Lic, TOMR. BEFEOSHTEIC b~ CRERH
REMTE D Z LRSIz, AEOKH T IRE R OVE R FIRMETR) KIS L T2 2155
ng/L, 3.99 ug/LTH Y, #EAKIZHK L CTIX0.351 pg/L, 0.903 ug/LCTdh o7z, I DEIE, AEMIE O
BIZI T 2 AMFFADFREHE T & 51000 pg/L Kk OVEHRIZ BT 5 EMFFADFEEHE TH 530 ng/L %+
ST TEDL T L H2RLTWD, Fio, WJIKEOMEKIZBIT DAL LT VT & ROBRINENGER
DR, BUERIT105% K N95.2% & 72 V) | B HHED R AK~DOEMRETH L Z LR ER I N
Too AVE %A W O K22 TN CHEREL L 72300 1K B OV BV CHEREN L 72 MK ICEA L7z & 2 A, & C
OFREHZB W THAL LT LT b RidH S a7,

[¥—U—F:BNVLTATE R, KEEYPORBIA R D EEHER, @dkks n~ 77 7]

1 [FL®IC ZOFMEHRET D,
BT VT B RIZEERCBHEA O & L TIA<

HANBNTWDIMET, ¥y 7 7 MEFERORKYES,. 2 RBAEK

FEIBRAS AFIEHERIIC L 0 & NS DR AMERTRD & 2 -1 BERUEH

NoEINDITN—TUIHEINTWD, 20D, A
HFAKBICHE S5 Z L ic Xk D NORFESCAEFREEIC
WEELETDIBENIOLME L L CKEGE ILED
BEMEITED b, KEEICBWTHLE 4 F0HEICHE
SEKEIEENED HNL TN D,

A v~ 7T 7EwaHrE (GCIMS) Z HIv % kv
AT T e REIEONEED (ZRTLEIC KM AT L,
F72. GCIMSTORIEIZURIESH T2 305 FEE L ES 2,
ZO . FRNKBERLVLAT LT RAKEEED L5 7
BAFRICHZ T, L 0 BRER W HFESRD LTINS

2)

o

— 5T, ER284E3 30 H ICIE SN KEKE DA
FETIHERRIK S v~ 77 758 (HPLC) Z A
DANHENTRENTNDY, Z0HER, BILEIZAND
BT AS30 0 FRIE | LRIA 7= 0 DHPLCIZ I T B 23 T HE 23
203 FRIE & | ERDOWPEE & L THEW,

AT, BEEAKT ORIV LT LT ROMERIHE &
LCHPLCZ @A L. & BICKAEEHORAEITIRD BEMR
HHOH Tl bk LW AEWFFADFEEHEG)IT : 1000 pg/L.
W 30 pg/L)ETCTHETELZ A HIESE Lz, LTI

TV AREE R 20T (T8I8-0135  ASERFH AT IAZEF 39)

FEEOKIZLCIMSH (BB {bFRarh) 2EHL., 7=
< N T ARIZHENVAT AT E RICHKTHE—7 237
WZ L EMERE L (Kla) » 7' hrr&a®i o3k
I - PCBRUBR (Foslide TR A1) 2 v, 7k
= N U VIZLCIMSH (Frotflide TEERRNAHE) 2 iz,
U BRI BIR(EFHSt) | 24-V=trT o=
Jbe RFZ Y (DNPH) [3RRRERIE (Fistplisk T3EpkAa
1) ZHWE, BILAT AT b ROERERIL, (L0
A (1000 mg/L A & 7 — Vs, BIaR b Raatt) &0
VN, A& 2 —LEPrimepure(M, Org)#iks (BsR bEpk S
1) oboEMANE,

JE BT BRAF S OV Y T BRAE 0 B E DN BN BTN BBk
W BREE KT, TWIKIC DWW TR 294E4 ] (15 fif]
IR BRI A ST T UT 05 O M A1 KSR KA B )1 CHRER L 72
B AV MEKIZ DWW TIEEA29F4 A ISR R (R R 1
MY TR L 7230 2 W ie, K, KD ENEND
HBHZOW T, 78~ F T AFIZHRNLLT AT E FIZH
KT HE—I NN L AR LE (K1-b, o),

F 7o, FERBIORIEIC TR CEREL S L7250 (R A H
NI FREAN. B, JER), BRI, ORiR R OIS (F
B, 10Rik % =,
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RIVLT VT B R
(f37H5R 5.9 min)

5 6 7
PRFFIFR [min]

mV
2
(b) RILLT VT e R
’ (PRFFIFRE] 5.9 min)
0
0 1 2 3 4 5 6 1 8 9 10 M
mv PREFIER] [min]
2 (© RLLT LT R

(F37HR 5.9 min)

0 1 2 3 4 5 6 7 8 9 10 11
PRFFIERE] [min]
1 KiRk(a), 117k (b) B ONEK ()7
HPLC 7 u~ + /5 A

2.2 B

WL E A 2 o~ k75 TN E (At B
RUYERT, LC-10AD) % AWTIT o7z, HEDOEMEFELC
Y,

#1 WESRMF

HhoL Inert Sustain C18 (3 pm, 4.6x150 mm)
EEZ L] FERIK/7EE=R)IL =50/50 (V/V%)
nE 1 mL/min

B UVHEHE& (360 nm)

F—JURE  40°C

2-3 gk

TR RO THRELARGZR LAY Y
FICHAKLI0 mLEoB L, U UERKER (1+4) %02 mL
MZ T LT, Z0#%, T = F UL TLg/LIZHHR L
7-DNPHYR0.5 mLZ MM THEE L, FHEMR(LEIT 72,
2053 MERE L7z DB, HPLCH A 7 VIZE A LA HTIcfit
L7

3 HBRLER

31 BRE®H

2« 1 OEMEFHEEZI0 my/lLe D Lol AX ) —LT
FRLIzth, BV AT T v RRENS, 5, 10, 20, 50,
100, 200, 500 pg/L & 702 X 5 ITHERUK CABR L, HEuER
e L7,

T HZKE F OB BRI, 10 ug/LH> 5500 ug/LE TOH
FEGFR OREHERRL A VN 2, S 72 HEKIE F OB AR
3 ug/LH> 5100 pg/LE T OO UERE 2 A7z,
FNENORERE K2R T, ZNERORERIZON
T, B LR IC BV THERRER? = 0.995L) T
B2 ERERE DT,

()
3 -
{ﬁ(
@
= y=248.47x+295.95
b R2=0.9996
4 T T T T T T T T T 1
0 20 40 60 80 100
= [uo/L]
1 ()
E: _
%
&
y=215.81x+1684.4
R2=0.9987
T T T T T T T T T 1
0 100 200 300 400 500

B [ug/L]

X2 e
(a) : (KIREA, (b) : EREH

3 -2 BRHTR{ELEETRE

LR EBREEFERERE DO T = CERR2TAEEM) ok
ST HFESIT HFIEOKE FIRME (MDL) R UVER FR
il (MQL) ZHH L7,

FERUKIZRE L TL0 pg/L e 722 KO WCHRAV AT LT E R
R BN LA 07 a~ b 7T AEKBORT, 7
B NI ATREOYFEL D X OB — 7 ITAD
o,

A A K O AR B OMDLE O'MQL % FiL 9~ 5 72912,
10 mLO{RJIZK B ONEARFRBHT . AV EHLSINEL A 1052
B EHITHENAT AT E FE100 ngK B0 ngéRinL
T EITo T, FBERICHOWTRATRZT, WJIAKFEHT
%9 HMDLIZL155 pg/L. ¥EKEEHZ %9 % MDLI$0.351
png/LEE R &z, Fiz, WIKFREHI R 2 MQLIX3.99
ng/L. HEZAKEEHZ %95 MQLIZ0.903 pg/L L /e o7, ZD
ZEMD . ARIEFRI O R OB O LA FREHE T H
%1000 pg/L K ONVEIRIZI5 1T 2 EMFFADFREHE TH 530
po/LZ +3ICfHl CE D2 HIETH D 2 LR I,
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FALTAFE K, 10 pglL

0 1 2 3 4 5 6 7 8 9 10 1
PREFRER] [min]

3 ANATATE RERIMERIKA0 pg/L)D
HPLC 7 m~ K2 F A

# 2 i FERMEMDL) & OE & FRiEMQL)

v ATk @K

S E(mL) 10 10

SEARE (ML) 0.01 0.01

#ER (ug/L) 1 10.9 3.22

2 10.2 3.11

3 9.96 3.05

4 9.84 3.14

5 9.71 3.11

6 9.92 3.21

7 10.2 3.32

FEH{Eg/L) 10.1 3.17
2R 0.399  0.0903
EENRE(%) 3.95 2.85
MDL (ug/L) 1.55 0.351
MQL(ug/L) 3.99 0.903

3 -3 FEMRFER

L EBREERREREDO T3 & CERRTAEKEIM) Yok
SN TMDL D305 DY L T OB GRER 21T - 72,
10 ML AKEREL B O AKEREHZ, AV AT AT ' RE
ZREN05 ngf V0.1 pghihl L7=3tkk (n=7) Z{ERk L.
SHFICHE U7z, fE R A2 FRINTRT, 17K B ONEK DRI
RITZNZEIN1051M05.2% & 72 0 | Y5% Tk DBRBEIK~
OBEANAEETH D = L BHER STz,

£ 3 IRINIENRERBRE R
HHE HmE RERE @ynx

v ML (ug) SHERSK (ug/L) ) FERE
Ak 10 0.5 7 52.6 105 1.67
pi 8 10 0.1 7 9.52 95.2 0.96

3-4 BRANAN-EEORILLTZILTE FRIE

VAN CHEIR & AU 72380 1 0 O 14 S UM D 10/ K % AR 1
WL GHT LT, TR TORETHRALLT VT B RidfH
TRREARM T o7,

4 FLoH

HPLCA AW= /L AT VT & ROBRSHEIZ SN T
FRES U7 S, TR BB & O BUBHZ %35 MDLIE
FHFHL55 pg/L} 10.351 pg/L. MQLIE#H #+3.99
ng/LK 10903 pg/L & B H S, ARYEMI K OYHEIZ R
T 5 EMRFADIREHEZ +3IZFHliTE D FIETH D Z
& DHERR ST, TRINEIERER DG HL. 1)1 7K K UK 0D
(1Y SR 1% 105 /% 1N95.2% & 72 1 | % HHE DBREE K ~D 3
RANTHETH D 2 L NHER S NI,

XHR

1) BREEE  KEFHBIZROIBRELEIZ OV TO—H %K
BT 2 HEOREITEICOWT 7522, BB R K4
%%031105001 %, /K4 %031105001 5, Fpk154F11 A5
H.

2) & RAE  FRRJIKR AL LT ILT b KA S DR
LRESNTHE, BARY AT FRES, 23(2), 57-64,
2013.

3) BAEG#E  KERUEIZRETHETOREICESXE
EFBRENED DL BIRI9D2, EAFEE SR
%2615, FRR154ETH 22H.

4) BREEA - ALEWE EREHE O T8 & CERRTERRR), F
AR 2843 H.
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Rapid analysis of formaldehyde in environmental water
using high performance liquid chromatography

Koichiro HATA and Toyokazu KOGA
Fukuoka Institute of Health and Environmental Sciences, Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

High performance liquid chromatography was applied to rapid analysis of formaldehyde in environmental water. The
pretreatment time for this method was several tens of minutes, which was much shorter than that for a conventional method. The
method detection limit and method quantification limit for river water were 1.55 pg/L and 3.99 pg/L, respectively. The
corresponding figures for seawater were 0.351 png/L and, 0.903 pg/L, respectively. Recoveries of formaldehyde from spiked river
and seawater samples were 105% and 95.2%, respectively. The method was applied to river water from Omuta city and seawater
from the Ariake Sea, both in Fukuoka Prefecture, and formaldehyde was not detected.

[Key words ; Formaldehyde, HPLC]
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TR

ERRAAKAKBIZEIFTA/ I/ —IILOERERRAZEIZONT

BINFE - KEEF - BKIEEL - BERF

J=n7x /= (BLF, NP ERET) 13, KAEADRESKEERBERMEERE & LT, VK 24448 H
IR, MIAT SN2, 2D Z 0D, BN O A OBREIIEHE S 122 Mz B\ T, Tk 25
DD NP OEREFHEZT o7, TORER, Tk 25 D NP AL <0.06~0.25 pug/L (n=122),
26 4EE 1T <0.06~1.7 pg/L (n=488), 27 4EFE1T <0.06~0.23 ug/L (n=488) ., 28 4EFE (T <0.06~0.28
HO/L (n=488) Th-oto, AMAEICHIT D, WG TR 0.06 ug/L LA OIS OEIAIE, Wik 25 4%

1% 25%, 26 4EJEIE 19%, 27 4EJEIE 4%, 28 FEJEIL 8% ThHo7-, I,

A 5K O IZ DWW T, NP

BEOCIEDMEMRN LIZL Z A, FLADEBORENEBIZLAT, BVWHENR LN, £72,
NP 1Z. 13 BIERDIREM TH D Z &b ALK O BIEROMALLIZ W THRETLIZE Z A,
TR EHART, XA, MR TR THD Z EN o1z,

[ ¥—U—F: /=17 =/)—/ (NP) . FArua~ 77 7/EESH (GCIMS) . EFaHH .
KA IR 2K E BB R UE ]

1 [FLC®HIC
KREEMRENKERFEEMEL X, KEEDHOREE BN
W LT KBERERNETH 5, HEROKERELHET, AD
REDOIRHESLE R B L, EEREORAE) 12Xk E
RAOBENDOH HMEIZONWTHERESNT-bLDTHoT,
L2 L, KAEAEB OB LA EAFE DR MRE R TR
N5 &2k dizotn, MEERAERROMER: - HAE)] |
TR KBRBEDRAE] OT-0id, KELEM~DFEL
ERLIEERLETHD LRI Lo IThhoTz, 2
D DD, BEE T, KEAED~OEBRRKENES
z b b afignd ek 15 i, /=1v7x/—/L (NP)
FOEET AFAR T 2R VB R FDR (LAS)
BORK 24 FEREICKAEEMRAKEREREEB L L, &
FRIZRB I A REFEEZFREL TND, 2O LD, &I
Bk, BEEEOWELNERIT>TNDHEZATHY
Afigh Y KON LASY OFFERERIC OV TR, — i, Wik
LTCW5, Al f&ERANAIEAKE TO NP O EREFH A
FERIZOWT X & DD THRET 5,

2 SWAE

2 -1 FKERURELHM

AR Z KLURT, AR, @RIRNOR)I (70
S A GHLR) KON (19H1R) ZR5RE L, Tk
25 EDBH F71X9A (HF) & FR26ME L) 628 1T

fR ELRABRETFSEAT (T 818-0135 KEERF i KT =S 39)

5H (B, 7H (%), 10 £721311A (BF) . 1A (%
) OFFHEBAT T, X LRI HONW TR, Rig L
JEJE A BRK LTz,

X1 BRAKHA

2 -2 NPAHOBERUVEERRAR

NP #EHERIKT, v/~ TV KU v F R O4-NPEEHER K
EHWT, ed— ¥kl LT, CILRD4-(1,4- A
FN-1-2F AR F )T = ) — L (BC)E VT, FTe,
WEBIEHERIE & LT, BA{bEH o 4-n-NP-2,3,5,6-d, % H
W, TR MR 7 ma A& 0%, Feiiskilomg
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B3 - PCBRIEAH % AWz,

A-NPIEHERIE, A-NPEHEZZE(1000 png/mL7 & b U IRHK)
FUrnmnu AL TI000REAIRL., AR L., rs— b
WL, 4-(LA-P AT N1 F R F )T = ) — L
(BCo) (100 pg/mL # % 7 —NVRHR) %2 7 2 kv T0MEH R
L. #A8 L7z, PNIEYERUKIL, 4-n-NP-2,3,5,6-d, 10 mg% 4>
B75 2310 mMLIZELY . 7& b2 E TN A T
L7z, PARHERIZ, NEIRHERIKRZ Y7 no X &2 2 T500
AR, FAR L7, MEIMERER I, 4-NPIEHER &5
~500 pnLOFHIFH TRPERNCAHRN L, Zndicyr s — Ma
W10 uL R O'WEEHAERR 10 L& iz, 7 v m A Z 2 TRI05
mLiZ R L7,

2 -3 NPAWMOBERUVEER

J1— N U DRIEE A Z A0k, Waters#! Oasis HLB plus
LP Extraction Cartridge4-fifitH /112, Waters# Sep-Pak Dry
Cartridge % Jit K A W 7=, [ A #h 1%, Waters B2
CHRATEC Sep-Pak Concentrator SPC10-P% AT, filzk &
U2 T, AR HEUEFTR O o = " — Y L in Hlg O
KUBOTA 5800} (Nt & = A #25#! DRI-BLOCK DB-3L%
Mz, oricid, BERIEFRRO T A 7 v~ b 75 78
BoMrEt (GC/IMS) GC/MS-QP 2010 ultraz v 7=,

2 + 4 NP®DOGC/MSHHT &4
GCIMS/HTIX, AEEY ICHEL TITV, ZTOEMEE2EL
W27,
#1 GCIMSHyHT it

HP-5ms (7oL h-TH/00—8)
£E30m, AE 0.25 mm, [EE0.25 um

FrES—NTL

GCEH  FvUTHRRE He, 1.2 mL/min Constant flow
HSLFRTOSSL 50°C(1 min) — 8°C/min — 280°C (Smin)
SULERE. TAE 250°C. 2 uL(splitless)
AFALEE 70 eV

MSEH  AFUREE 200°C

AB—DJ1—RBE 280°C

2+ 5 NPORIMEFX
NP ORTLERIL, AEEY RO S OME Lz ik
WZHE~ 7=,

2 -6 [ERFERUVEETRIE

NP DEX=RE, Y u s — FolEIRRE: L, T FRME

(MQL) 1%, (b FWEBREERREFMOFT & ik
04EFERR) © 2B, EERBOWERE (=7 O
ERERAD 10 f5 & U7, R (JREE 0.05 po/l) %R
L, 25 OFETUE L, ZORBRIKIZRT 5B
R OMQL %% 2 1R, SBRIR D BT ERIL, 95~ 98 %
TRITHY, NP D 13 BEME{RfHO MQL 1%, 0.0005 ~
0.0018 pg/L Th > 7=,

#2  EAERBRIK ONP ORI R K O"MQLE

n 2 3 4 5 6 7 MQL

1
H (ng/L)  (pg/L)  (pg/L)  (pg/L)  (ug/L)  (ug/L)  (png/L)  (ng/L)

NP1 00025 0.0025 0.0026 0.0025 0.0027 0.0025 0.0024 0.0008
NP2 0.0070 0.0071 0.0067 0.0069 0.0069 00070 0.0069 0.0012
NP3 0.0088 0.0088 0.0086 0.0087 0.0085 0.0086 0.0088 0.0013
NP4 0.0032 0.0033 0.0033 0.0033 0.0034 0.0033 0.0033 0.0005
NP5 0.0038 0.0039 0.0041 0.0041 0.0040 0.0039 0.0041 0.0011
NP6 0.0042 0.0041 0.0038 0.0041 0.0040 0.0040 0.0041 0.0015
NP7 0.0029 0.0032 0.0032 0.0033 0.0033 0.0032 0.0035 0.0018
NP8 0.0019 0.0017 0.0020 0.0019 0.0020 0.0020 0.0020 0.0011
NP9 0.0039 0.0043 0.0041 0.0041 0.0041 0.0041 00040 0.0011
NP10 0.0019 0.0020 0.0023 0.0020 0.0020 0.0021 0.0020 0.0012
NP11 0.0063 0.0065 0.0065 0.0064 0.0067 0.0067 0.0065 0.0013
NP12 0.0021 0.0023 0.0024 0.0024 0.0023 0.0022 0.0024 0.0012
NP13 0.0029 0.0027 0.0028 0.0027 0.0029 0.0028 0.0028 0.0007

&&t 0052 0.052 0.052 _ 0.052 0.053 0.052  0.053  (ug/L)

ElRE 96% 98% 97% 97% 95% 98% 97% —
3 WREER
3 -1 BEEKFEHOEIRE

B KEEHT, BRIBWE (SS) IC L 2EMY T Lo HE
FOVFICL T, EIEMETT SR D, 4,
W5E 21T - T-BRBERE O BN R 4 K3 T, BRI,
R T50~119 % (FH473%) Th b | )1 Tid, 50~119%

CEHTI%) | # LTl 53~119% (CE579%) | T
1Z. 50~99% (FHI65%) Th 7=, AEEITIT, 3B
IR L7z v 7 — N E ORILERD, 50~120%TH 5
TLERTAZE Lo TIND, AEl ST LIZRET
TR TZOHANTH Y 9IS AT LTy,
HEK D EISER A D RARIZ e~ TERWEA S RSz, =
OBERNZSOWTIEL, SHBORFFRETH 5,

# 3 BREEKD NP OO REIR
N FKEE TR25EE FR26FE FR27EE TR28EE 2HM
E/

(EDH) (£ 4E]) (£ 4E]) (£ 4E]) (13[E1)

E3E] [N 119% 118% 101% 98% 119%
n=122 &/ 54% 50% 50% 50% 50%
SE 85% 73% 69% 74% 73%

T 5N 119% 118% 101% 97% 119%
n=70 _H/ 64% 50% 53% 50% 50%
Ey 89% 77% 73% 77% 77%

EFN BA 119% 112% 90% 98% 119%
n=9 _8I/I 81% 61% 53% 60% 53%
SEY 101% 84% 73% 76% 79%

w/E _\&X 99% 92% 83% 97% 99%
n=43 _§/I 54% 50% 50% 50% 50%
i 75% 63% 61% 69% 65%

3 -2 MK NPEE

RO NP OJBEEIE, Rk 25 4EFE 13, < 0.06~0. 25 pg/L

(=122 #1/5) | 26 1L, <0.06~1.7 pg/L (n =488 it
B . 2T 4AEEIE, <0.06~0.23 g/l (n=488 His5) | 28
FEEEIL, <0.06~0.28 pg/L (n =488 H1,5) OFPH CTH -7,
RGO NP ORENHZHR 41177, £4 X 0HETR
& (0.06 ug/L) YL EDOHIEIE, ik 25 1T, 24.6%, 26
EFEIT, 25~36.1% (-1 18.6%) | 27 4EFE I, 1.6~4.9%

(E#4 3.5%) | 28 1T, 5.7~13.1% (F# 8.2%) Th
ofc, ZOXHIT, BRNOBREAKFTO NP X, #8FILLE
DT THE TIRMELLT TH > 7228, ik 26 4EFE DK ZE
FOLZRIZ, 1 1.3 ug/l, 1.4 pg/L, 1.6 pg/L XN 1.7
MO/L R L. fe bk LWVER (MoKkisk- £ A) DL
HEED 0.6 pg/lL %2 Tz, ZORKEE LT, ZhbD
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FRARIZ, SS A% 4800 mg/L, 50 mg/L, 290 mg/L % O* 320 mg/L
LIEFITE <. NP DEREEPOSAMIZHONT, HHEPITHK
8EINAIT DLV FRIFERD B30, £i2, BUKMET,
BFICRE SRS N s ® | SSHREEZLND,

#4 NP OWBEESAR

FRIKEFHA BE /L) EF g2 = 2F F

~0.06 — 75.4% — — —
ERK25% R _ 0.06~0.12 — 18.0% — — —
RIRE 0.12~0.24 — 4.9% — — —
n=122 0.24~0.48 — 1.6% - - —
0.48~0.60 - 0.0% - - -
0.60~ - 0.0% - - -

~0.06 63.9% 71.3% 97.5% 92.6% 81.4%

SERE264ERE  0.06~0.12 22.1% 27.0% 0.8% 4.9% 13.7%

RIAE 0.12~0.24 10.7% 1.6% 0.0% 0.0% 3.1%

n =488 0.24~0.48 3.3% 0.0% 0.8% 0.0% 1.0%

0.48~0.60 0.0% 0.0% 0.0% 0.0% 0.0%

0.60~ 0.0% 0.0% 0.8% 2.5% 0.8%

~0.06 96.7% 98.4% 95.9% 95.1% 96.5%

SERE274EEE  0.06~0.12 1.6% 1.6% 4.1% 3.3% 2.7%

RIAE 0.12~0.24 1.6% 0.0% 0.0% 1.6% 0.8%

n =488 0.24~0.48 0.0% 0.0% 0.0% 0.0% 0.0%

0.48~0.60 0.0% 0.0% 0.0% 0.0% 0.0%

0.60~ 0.0% 0.0% 0.0% 0.0% 0.0%

~0.06 94.3% 86.9% 94.3% 91.8% 91.8%

FR284FE _ 0.06~0.12 4.9% 13.1% 4.9% 7.4% 7.6%

RIAE 0.12~0.24 0.8% 0.0% 0.8% 0.0% 0.4%

n = 488 0.24~0.48 0.0% 0.0% 0.0% 0.8% 0.2%

0.48~0.60 0.0% 0.0% 0.0% 0.0% 0.0%

0.60~ 0.0% 0.0% 0.0% 0.0% 0.0%

3:3 FLRUBEHTONPEEDRESH

SN OUEEE, FE A OEEE R, & 208Uk
TEFIL, 20~53m, ¥EiL, 0.5~16mThH -7, # T,
&2 R ONip i O NP BE D ERIEL /3 Al 2 it L7z, R XV
JEJB ONPOEMN E Do T2 EIE X, TNENDF LD
BT, 61.5~769%Th o7, ZOEMIL, ¥ATIL, b
BRIHR DR T, BIFRIEE~ L kR 5720, FE
NOEBANPOBENE I o721t EXBND, WK
WCOWTIE, EEBEOERBTIZE A ENPREIZED LA

Moo, WHROKIRIC L DEN R bR > il & LT,

HIDZHAT, AREOZED/NE IR & WKLo
LEPMA SN TV D AR EZ NS,

3-4 NPOEMEOFEERE

NP 1% 13 BAEARDIRAM Y Th D Z LD, BEIKH
D BMAR DR DEIG & Et L7, NP O 13 BIEADH
B4R 5T,

#5 NP OERMEEOMEL

BEHGES byb &

#1 4—(2, 4= AFIATE—4—A)L)TT/—)L
#2 4—(2, A= AFIANTE—2—A)L)T/—)L
#3 4—(3, 6= AFIATHEL—3—A)L)TT/—)L
#4 4—(3, 5=UAFIATEL—=3—A)L)TT/—IL
#5 4—(2, 5= AFIATEL—2—A)L)TT/—)L
#6 4—(3, 5=UAFIANTEL—3—AJL)T/—IL
#7 4—@B—IFIL—2—AFILA"FH—2—A)L)Tx/—)L
#8 4—(3, 4= AFIATE—4—A)L)TT/—)L
#9 4—(3, 4—DAFIATEL—3—A)L)TT/—)L
#10 4—(3, 4= AFIATE—4—A)L)TT/—)L
#11 4—(2, B=UAFIATEL—2—A)L)TT/—IL
#12 4—(B=AFIILAHZ—3—1)L)Tz/—I)L
#13 4—(3, A—CAFIANTE—3—AJL)T/—IL

X BRMARESHALHO, #8E#10, #OE#1 3T FNEN KRR MK

BT —H &, FAEMRXSS @I, ¥ A(FKE. KE).
W(FE. ) 125000 T BYER O L O ) A R
H U7z, I & 2 R OV ORI D 75 7 % [42, X3
EOEAIRT, 3LV, X LADORRB LK I R
o T, M2EM3LY, Il & X AaEtbidHL, &
LOFEBIL, BIEARO #3, 1223072, #4, 6534, &
LD TIE, #1, 9, 1228372 <, #4, 11, 1303% 0>
Too FTo, KAXY | WEEORE &ERIL, IIEFRERDOAE
Btk CThoT, 2L ALY | IR & T, WK,
HERD #1, 8, 9DFIEN D72, #6, 11, 12034 < 72
> TUW =,

14.0%
12.0%
10.0%

2 8.0%

= 6.0%

4.0%
2.0%
0.0%

N DV D > H 0N DO O DAY
FIFEFFFEFIE DD
FFFFIFIIIIIIGEEE
NPEME&H
2 NP @B MARAE D) OFLAL

14.0% - - -
12.0% -
10.0% -

R 8.0%

= 6.0%
4.0% -
2.0%
0.0% -

EEFNE 1))
04 L(ERZ)

PR A R R I AN N
PSS

NPERt{k

B3 NP DORMEEDOF L (FE-IKE) ORI

18.0% - ----——————-
12.0%
10.0%

H 8.0%

= 6.0%
4.0%
2.0%
0.0%

o (&RE)

0 (ER)

] © N O
FELEEEE S
NPE{EH

B4 NP OSMAREOWHE (K- IEKB) OfEAkt

T XIS, F A LHEIE, PO & 1387 — 23
RipoTWe, T, #IE Y MEEEEAA L WD BRI,
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SSITAHE Lod < DA BRI, BAEMEIC L D0y
fig 970 LORREMERE X IS,

4 FE®
NP % SR 2545 8 7> 0 284 & Toobr L2, LR o

eI,

1) & THRE (0.06 po/L) BAEoHuSoRIGIE, FRk25
EREIE25%, 264F % 119%., 274 1X4%, 28 % 118%
Th, KEAWREREDOT-DDOE S LV IEEE 0.6
Ug/L % R 2 7= LR s At e S T,

2) XA EUEET, NPIREE DENE A0 & it LR, 1
WTIE, IFEAEEN o), X LADEENPEE &
DNPOENE > 7-, ZAiE, NP S AS L
R LK RBDOSEB~OBXENE Z > T2 ATREMEN
BEZbND, EEMTTETT 2EMIE, REMITTE
B BAEMITH~NT, NPIZK D AERE~DEER KX
AHEMERE 2 6D,

3) SHTEO 13RO 2 BT LR, F 2Kk
OB, T &1, NE =0 RER->TEBY, FALT
i, FE L EEOMRIICEVR RN, Ll HE
BiiRE LR OMBILIT, 1ZERETH 7=, WIVEZ
E OB KT TlX, NPOLIEMEEOHEIED
EWZED, ZERR-oT0nDHEEZXLBND,

(RHERF)

BSEXH

1) BB S 1@ b AR B BRI JEPT A ¥R 2R 35 5, 98-101,
2008.

2) SPlIderst & - R VR ORGEBR BEAT JE TR 7R 55 36 5, 89-92,
2009.

3) EAKIEIL S - FEl] PRI ER AT JERTEE 43 5, 99-103,
2016.

4) RGBTSR DERFEILYEIZ DV T T 46 4212 AR
B EREE 59 5, R ERES 127 54 11, 2015.

5) FR)NFNTE & 1@ [l AR A BR BE R SE AT 4 7R 56 41 75, 97-100,
2014.

6) BRELERA BREEBUR R BB R EREL 23R - b )
BRI FEEHEFMOFL & (FAL 20 FE/R)

73] /=T x /= ALFWEOBREL Y A 7 il &
2%, REEE, 2003.

8) MkKIas  ZEEALEI IO T VXN T = ) — IV
LERT 2 ) —/LAIZHOWT (24, =ERIRHEBR
BERFERT (BREEERMY) 4E3REE 1 5 (@&% 20 %), 2000.

9) BIRED : /=T = ) — VoA, Journal of
Tokyo University of Fisheries, Vol.87, 1-12, 2001.

Survey on nonylphenol in public water area (rivers,dams and the sea) in Fukuoka Prefecture

Kazuhiro FUJIIKAWA, Satoko NAGASHIMA, Nobuhiro SHIMIZU, Yuko ISHIBASHI

Fukuoka Institute of Health and Environmental Sciences,
Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

To protect aquatic creatures, nonylphenol (NP) was added to water quality standards on August 22, 2012 . In the present

study , we surveyed the NP concentrations at 122 locations in public water area in Fukuoka Prefecture using samples
collected from 2013 to 2016. The NP concentrations were < 0.06 —0.25 pg/L (n = 122) in 2013, < 0.06 — 1.7 pg/L (n =
488) in 2014, < 0.06—0.23 pg/L (n = 488) in 2015, and < 0.06—0.28 pg/L (n = 488) in 2016. Compared with the limit of
0.06 ug/L from the water quality standard, the proportion of samples higher than the limit was 25% in 2013, 19% in 2014,

4% in 2015, and 8% in 2016. Next, we examined differences in NP concentrations between the surface layer and the

bottom layer in a dam and the sea. The concentration of NP in the dam bottom layer tended to be higher than that in the

surface layer. NP is a mixture of 13 isomers, and we found that the isomeric compositions in the water samples varied

depending on whether the sample was from a river, dam, or the sea.

[ Key words ; Nonylphenol(NP) , Gas Chromatography Mass Spectrometry(GC/MS) , Solid phase extraction ,

Water Quality Standard to protect Aquatic Creatures ]
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T

BRRAQFKAKERIZE T H4-t-F IV FILT 2/ —LDOEREREIZONT

BRIIFDE - KBERF - BKIEEA - BIERF

BEIRANOAIAAIEOBRIERER 2R E LT, 447 F V7 =/ — (LU, 4-t-OP LRET)
DEEREEIT o7z, TOMEIT, MR 122 HURIZIBW T, SRR 26 FE D 4--OP JRE1E < 0.0004
~0.15 ug/L (n=488), 27 FELEIL <0.0004~0.027 ug/L (n=488), 28 £EEIL <0.0004~0.18 pg/L (n=
488) TV . KAEAMRED T D DOFEEHE 0.4 pg/L 2 5 #EIE /2o 72, ATREICIIT S

FOBNEIE, Rk 26 T 74%., 27 FFEIL 76%., 28 HJEIL 75% ThHh-o7-, KIZ,

& K OV

DNT, 4-t-OP RIEDESAAERFTT LI E A, X ADERORENKBIZHAT, @WERS R
biviz, F£7o, 4-t-OP LUEEEWME (SS) L OBMREMFTLIZEZ A, X AITBWT, SS ~D 4-t-OP

DU DL TR STz,

[ F—U—F 14t A7 F N7z /) =)L (41t0P) HAZu~ 7T 7/E&5HEH (GC/MS) . [ErEHH.
KAEAEMIREKERERLE ]

1 [FC®HIC

4t-A 7 FNT = ) —/b (4t-OP) 1L, 4t-F 7 F L7 =
=N FF U L— MRS L TART DEIARMTH
DAt R (BB o —EiEE
{CEWETHD p-F 7 FLT = ) —NVDREED—>T
bB, P-ATFNT = —E, BT, HEEAL BRI >
IRV =ZAIZHOCS D MENET = 7 — VIR DJREF, T
EROREEMEAE LTHOONIRY (X =F L
V) F T FAT 2o =T AOFEEHIE b TEY, =
AUE T, BREEE DY EHM L 72 N WMBEL L B B 85 FERE
HERERSETHRHEFFIRRESA TS D, 72, (LFEWHE
DBV XA 7 FHMEHITHONTE Y | 2 LAVIBRE+F O
4-t-OP D53, IKEIZ 99%L L3 L T2 & Tl
T35 2,

KR EKERELUET, ERBREEZMHR T 5 KkE
EW I OF OEEAEWT N ZE N D OEBITAEFTERED
BEEZ AR E L THRESNZ, BBEICERT 2AaMEKL
OZ DEFAEMR DAL FWE OFMEFEICET A, Ak
AR B 1T 2 BRI D Sl L, BERR, BinE i
TW5D, ZOftIC, BHPRIED D AT, BRELIERE & W7,
FlEfEMAOERBDINE LA SN ELE
EEfIEE & LT 5, 4-t-0P 13, BEEHIEE O—> Tt
EASFRE S 4L, MRBTHY 22 KB E & HERE DR DR D & 4L
T3, Al wERENALHKETO 4-+-0P OFEREH
BEHME L CHEZER L0 THRET 5,

TG AR ZeT (T818-0135 K= RS mET 39)

2 SAE
2 -1 BKbRREUAETHME

Bk S 2K NRT, REIEL, @EEPNOFR)I (704
R A GHR) ROV (19HR) Zxtge L, Ak
264EFE/N B2MEEEICFEM L=, KT, SH (FEFE), TH
(HZ), 10 EIE1A GF), 1H (&) oFfHifsE
AT, # AR OVHRIC W T, 8 L EE A K LT,

1 Bk

2 -2 At-OPRHTOBRERVRESTHETFR
4-t-OP FEAEFI L, FEpiRE D p-(1,1,33-7 b T A F
NTFMNT =) —=LZHNT, ar—rikde LT,
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TRCHBDAt-F 27 F 7 = ) —n(PCo)a Tz, £,

PHEEERREE & L T, BRI b D4-n-NP-2,3,5,6-d, % H

W, TERUVROY 7 a2 2 0E, FEMsR oz ”

3R - PCBHIEH & 2,

4-+-OPEEHEWRIL, p-(1,1,33-T R T AFNTF /N T = ) —

M mgkEEET7 T AI20mLIZERY, T AR ERET

MZ, ZOWEE, Yr7aa A X TI0ERRL, il

Lz, ras— MEEIE, 447 F 7 = 7 —(PC) 1

mgZERT7 T AI20mLICERY , Tk b AERE TN,
ZOWHRAE, T R TIOGAIR L, AR L7, WEEER

WX, 4-n-NP-2,3,5,6-d, 10 mgx &~ 7 A 210 mLIZER D |

T N UEEERE TN TR U7, WERER T, DR

WEiEZ Y7 an A7 TS0 R LR L, mE
FRFEEYETR I, 4-t-OPREYENE % 2.5~250 uL D& JH TR MRy IZ

FRL, Izt el — MERI0 uL K ORI 10 pL
Mz, Y7ZuaaAX o TROSmLIZHE L7,

23 4t-0PAHTOBRRUVEKE

H—rV » PRIEM ST T A%, Watersf Oasis HLB plus
LP Extraction Cartridge% ffiti 112, Waters# Sep-Pak Dry
Cartridge & it K 12 W 72, FE 0 1. Waters B
CHRATEC Sep-Pak Concentrator SPC10-P% VT, Bk K&
ORI, AR AERUERT I O o = X — L iy Hls D
KUBOTA 5800% (8= A= 2 #558] DRI-BLOCK DB-3L#%
Hniz, dricid, BEEUWEFIRO T A7 o~ s 75 78
= HrEE (GC/MS) GC/MS-QP 2010 ultra% JHV /=,

2 - 4 A-t-OPDGC/MSD 4 514
GO/MSHHTIX, AEED I L TITV, T O&MEEEL
2T,
#1 GCMSHHT M

HP-5ms (FPLUb-T4/00—8)
KE30m. NE 0.25 mm. fEE0.25 ym

FYEFI—NF L

GC&H I YTHRARE He, 1.2 mL/min Constant flow
HSLEERETNS 5L 50°C(1 min) — 8°C/min — 280°C (5min)
SILERE.IAR 250°C. 2 uL(splitless)

AT ALEE 70 eV

MSEH  AAVERE 200°C

AB8—J1—RBE 280°C

2 - 5 4-t-O0POEINEA®
4-t-OP DRPERIL, ALY RO S OfG Lz kY
IZHE> T2,

2-6 ERERVCEETRE

4-t-OPDOEIULE T, a s — FoEIRRE L, E& R
fE (MQL) (. (LW EREEEFEEOFTI X (F
FR20EFERR) ) #5510, EEREIOBEMRE h=7) ©
EXERAEDI0RF & Lo, EYERIR (JREE0.005 pg/L) %R

BIL 2 SOIFIETUEL L 723K O EIERIT, 82~ 85 %
TRETHY ., 4-t-OPOMQLIZE, 0.0004 ug/LTH -7,

3 HRLER
3 -1 BREKEHOEINE

BRETAEKICHIN L7202 &7 — S ORI E O R & #&2
IR, BIROEEENT50~119 % (EHT76%) T, )l
TiE. 50~119% (CFE¥I78%) . ¥ LA TIE, 50~100% (F
¥76%) . MR TR, 50~114% (FH74%) Th o7, &8
ERED TiE, RBHIRIN L7291 4 — M E ORI R,
50~120%ThH DI L AR THI L Lo TS, AlE,
S LERE T, $ X TCZo®MANTHY | Sshs
7= LTz,

2 BREIKD 4-t-OP OFEFE D [BIILHE

FE  FRR265FE FRR27FE FR28FE = HARA
X5 (Fa@ED (FFam@ED) (€= C1D) (12[E)
=7 =X 117% 119% 108% 119%
n=122_&/ 50% 50% 50% 50%

1y 77% 76% 76% 76%
b Bl =X 117% 119% 100% 119%
n =70 _&/ 50% 50% 50% 50%

E 80% 79% 75% 78%
L =X 100% 91% 90% 100%
n=9 _&&/ 53% 61% 50% 50%

15 79% 76% 71% 76%
w|iE _&|X 114% 86% 108% 114%
n =43 _&§&/ 50% 55% 57% 50%

1y 72% 72% 78% 74%
3- RIEKH D 4-t-0P BE

2
EPEFED 4-+-OP DOULELIT, AL 26 FE IR, <0.0004~
0.15 pg/L (n =488 #1,7) | 27 4FFEIX, <0.0004~0.027 pg/L

(n=488 Hisi) | 28 FEELIE, <0.0004~0.18 ug/L (n=488
) OFFETH T, FEBOWRENMEER3ITRT,

3 4-t-OP OPRE A

RIKESHA SRR (ue/L) EZ e mE £ FHTEYH
~0.0004 21.3% 31.1% 295% 23.8%  26.4%
ERE264EE _0.0004~0001 27.0% 254%  31.1%  23.0%  26.6%
BIA% 0.001~0.005 49.2%  385% 385% 47.5%  43.4%
n =488 0.005~0.010  1.6% 2.5% 0.0% 3.3% 1.8%
0.010~0.040  0.8% 1.6% 0.0% 2.5% 1.2%
0.040~ 0.0% 0.8% 0.8% 0.0% 0.4%
~0.0004 27.0%  172%  393%  13.1%  24.2%
ERL274EEE _0.0004~0.001 221%  238% 21.3% 14.8%  20.5%
[-2e3 ¢ 0.001~0.005 434% 39.3% 32.0% 64.8%  44.9%
n =488 0.005~0.010 _ 5.7% 139%  57% 5.7% 7.8%
0.010~0.040  1.6% 5.7% 1.6% 1.6% 2.7%
0.040~ 0.0% 0.0% 0.0% 0.0% 0.0%
~0.0004 238% 221%  27.9%  262%  250%
ERE284EE 0.0004~0001 287% 254%  352%  23.8%  28.3%
-3z ¥ 0.001~0005 418% 467% 287% 43.4%  40.2%
n =488 0.005~0.010  4.9% 5.7% 6.6% 5.7% 5.7%
0.010~0.040 _ 0.0% 0.0% 1.6% 0.8% 0.6%
0.040~ 0.8% 0.0% 0.0% 0.0% 0.2%

#3 LV ERBTRME (0.0004 pg/L) LLEDOEEIT, Ak
26 FEEIE, 68.9~78.7% (F¥IT73.6%) . 27 EEEIE. 60.7
~86.9% (V- 75.8%) . 28 L. 72.1~77.9% (FH
75.0%) ThoTo, RNDEREIKT D 4-+-OP REIL, &b
JiE LR (KR A8 A) OFEEHED 0.4 ng/L %8
ZTRREIT IR DN o T2 B, Rl 26 FEFEEDE 2 L KRR N 28
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HEREDOFRFIZ, TNEN 0.15 ug/L.0.09 pg/L KT 0.18 pg/L
EHETIRMED 0.04 pg/L LA EEHRH L, 2D ORIk
ORE LT, BiBE (SS) 2% 730 mg/L, 4800 mg/L
130 mg/L & FERICEVMEE S L S A, SS Hsk © oAl HE
WREZ LD,

33 HLRERUEEHTDI-t-0PEEDREST

Z 5RO, KB R OVEE AL, & LOFREUK
BRI, 20~53 m, ¥, 0.5~16m TH-o7=, £ T,
Z I O D 4-t-OP H2 B DSNE AR & Wit LTz, £/E
XV IER D 4-t-OP DIENE - 2EIEIE. ThETho s
LD T 75.0~833% CThoTz, ZDHEIELY, AT
WKEDBEEL 72 D224, EEROFIZ 40P L <5
FNTWE EEZ LN, Zhid, REMED 40P MR
jt\%7>éhXW\6# b L < I, 4-t-0P [ZBKMET,

SIZELEENDL T &b, AT, HEERHES TS
ﬂv\ﬁ%ﬁmﬁfétw\%E#%EE«@%%ﬁ@:
STNEY LEZOND, I, KBIZLDEMTE
A ETRD 0T, ThE, WHEOREIR, 4 ATHART, K
TEDZEN/NE L R2TEIC L VR T OwER’ Mz 5
WD RREMENR B 2 B b,

34 4-t-0P LIEEME (SS) MEER

4-t-OP 13, SSIZEL BENTNEL 0L EZLND -0
4-t-OP & SSPREEIZDUNT, Il & AR OV DK JE
JEJg T E‘@&EZ ZEZND D OPBRF LT, &7 — % %,
FAHS Xy QI & (RS, KRS, k(R E . KE))
1253 TT\ 4-t-OP & SS DIEHJRE AR 4ITRT, 4D
EWRTEEMEL V. & L%, 4-t-0P IENEKB LV ERB R
3EU LR SSIRE B 2fFLU EE< o TWnDH T Eh b,
4-t-OP 23 SS IR LIS~ L Wb B2 bivd,
F7o, WEHEIE, KB EIEKE T, 40P & SSIREILHF Y
BAen /e <, B/ EVITR bR o T,

F4 ROoBOEBLOEEOD 4-t-OP LSS FHjRE

T X5 AL LGB LUER) BIEERE) BEUERE)
EH Bix% n=620 n=17 n=32 n=173 n=192
SERE264EE 00034 00014 00016 00022  0.0022
4+-OP _FR271EE  0.0021 0.0007  0.0050  0.0044  0.0036
(wgL) _FR28%FE 00027 00009  0.0041  0.0023  0.0024
2HiRIFEY 00027  0.0010  0.0036  0.0030  0.0027
FERR265FE 46.9 1.9 11.3 9.9 10.2
SS THTEE 15.8 28 6.2 96 9.4
(mgL) FRi28EE 11.7 47 5.9 14.0 14.0
SRR T 248 3.2 78 11.2 11.2

‘/k WCEAEREOZEEIC, WL & A RO S X
ST T, 4--0P & SS DEIRIZOWTHET L7z, Er“
ZEHiB1] D 4-t-OP O IR E % SS TR EEChR L= 7
R 2~4 17T, Fe. REMEXSIST T,

el
=2
77 %K

M DOFHRID SS FHIIREZ K 51TRT, M 2~470 5,

B D 4-t-OP 25/ SS P FE DR Al EMHEIC L~ T
7o T3, R5 KD ADSSTFHPREIL, IS
Bo3I~5ERETHLHTLD K 2~4 0D b m0nb L9
A LD 4-t-OP YR JE/SS IR O SEEEIE, TR D 3 %
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Surveyon4-tert-octylphenolinpublicwaterarea(rivers,damsandthesea)in FukuokaPrefecture

Kazuhiro FUJIKAWA, Satoko NAGASHIMA, Nobuhiro SHIMIZU, Yuko ISHIBASHI

Fukuoka Institute of Health and Environmental Sciences,
Mukaizano 39, Dazaifu, Fukuoka 818-0135, Japan

We surveyed the 4-tert- octylphenol (4-t-OP) concentrations in public water area in Fukuoka Prefecture. The 4-t-OP
concentrations measured at 122 locations were < 0.0004 —0.15 pg/L (n =488) in 2014, < 0.0004 —0.027 pg/L (n = 488)
in 2015, and < 0.0004—0.18 pg/L (n =488) in 2016. None of the samples exceeded the guidance level of 0.4 pg/L for the
protection of aquatic creatures. The proportion of samples that 4-t-OP was detected in was 74% in 2014, 76% in 2015,

and 75% in 2016. We examined the distribution of 4-t-OP among different water layers in a dam and the sea, and found

that the concentrations in the dam bottom layer were higher than those in the surface layer. We also examined the

relationship between 4-t-OP and suspended solids, and found that 4-t-OP adsorbed on suspended solids in the dam.

[ Key words ; 4-tert-Octylphenol(4-t-OP) , Gas Chromatography Mass Spectrometry(GC/MS) , Solid phase extraction ,

Water Quality Standard to protect Aquatic Creatures ]
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16E£064 [EER H11 Stxl 16m2158 16¢219p AR A4 R e
16E£065 [EEEiR( H11 Stxl 16m2158 16c219p AT A4 R e
16E066 EEX S H11 Stxl 16m2159 160219 AR 4 [k e
16E067 M4 H11 Stxl 16m2158 16c219p MR AT Y
16E068 FASL% H11 Stxl 16m2158 16c219p  MRE AT Y
16E069 L% H11 Stxl 16m2159 16c219q  APRT T4 R ik e
16E070 e % 111 Stxl 16m2154 160219 AfR T4 M S
16E071 1 S H11 Stxl 16m2154 160219 AREFIHEM
16E072 Fi3 ERC H11 Stx1 16m2154 16c219  AMRBEFTEM
16E073 A 5 % H11 Stxl 16m2154 16c219  AfRE T4 L
16E074 i3 [EEXS H11 Stxl 16m2154 16c219 AR T Ak e
16E075 i3 [EEXS H11 Stxl 16m2154 16c219 AR ITAE A R e
16E076 i3 [EEAES H11 Stxl 16m2184 16c219  ARE TS
16E077 = S H11 Stxl 16m2159 16c219q AR 75 AT 4 [k
16E078 47 [EEE X H28.8. 15 HIl Stxl 16m2154 160219 ARRE P ES
16E079 47 M HL% H28.8.17 111 Stxl 16m2158 16c219p  AMRBIIE L
16E080 47 H A 128. 8. 22 111 Stxl 16m2154 160219 ARAE P4 RS
16E082 A4 L 128. 8. 30 H11 Stxl 16m2159 16c219q  ARFEFTH :
16E083 A4 R H28.9.1 H11 Stx1 16m2159 16c219q AR FTHE R YL
16E084 3 [EERCS HI1 Stxl 13m2015 16c211
16E085 41 2R H28.9. 14 H1l Stxl 13m2015 16c211
16E001 A4 [ H28. 4. 3 H7 Stxl + Stx2  16m0073
16E003 A gk H28. 4. 29 H- Stxl + Stx2  16m0022
16E004 3 HLk H28. 4. 27 H- Stxl + Stx2 16m0022
16E008 3 EE B H- Stx2 16m0075
168009 47 g - H28. 5. 20 H7 Stx2 16m0075
16E010 47 Y] H28. 6. 15 H- Stxl 16m0074
16E011 i - Stx1 16m0074
16E012 i H- Stx1 16m0074
16E013 A7 H28. 6. 14 HT Stxl + Stx2  16m0066 16¢013
16E014  £1 H- Stx1 16m0074
16E015 1 H28. 6. 29 H- Stx1 16m0074
16E016 b3 H- Stxl + Stx2 16m0447
16E017 H28. 6. 28 H- Stxl + Stx2  16m0447
16E018 i3 H- Stxl + Stx2  16m0447

0157 16E019 41 H28.7.8 H- Stxl 13m0242 16¢076
16E020 H7 Stx2 16m0446
16E021 H7 Stx2 16m0446
16E022 . H7 Stx2 16m0446
16£024 A7 R BT 128. 6. 29 H- Stxl + Stx2 16m0447
16E025 4 Eit S H28.8. 11 H- Stxl + Stx2  13m0242 16¢076
16E026 47 - EgF 1H28.7.13 H7 Stx2 16m0446
168027 47 - gP H28.7.13 H7 Stx2 16m0446
16E081 4 [ H- Stxl + Stx2 13m0242 16076
16E086 A El:] H28.9. 11 H7 Stx2 16m0499
168087 A7 FAE - F H28. 8. 24 H- Stxl 16m0447
168090 47 g H28. 1112 07 Stxl + Stx2 16m0500
16E091 47 B 128.12.7 iy Stx2 16m0501
16E092 47 ] 128. 12. 24 H7 Stxl + Stx2 17m0001 16¢080
16E093 e HER 07 Stxl + Stx2 17m0001 16c080
16E002 Ml H14 Stxl
16E089 ki) H28.11.1 H14 Stx1l

091 16095 M H14 Stxl
16E096 I H14 Stxl
16E098 HIL Hl4 Stxl
16E005 A1 M H28.5.2 H8 Stxl 16m3007

o111 16E006 E M H8 Stxl 16m3007
16£023 A7 Bl Rbv 128.7. 15 H- Stxl 16m3023
16E094 41 B H29. 1. 16 H- Stxl 17m3003

0115 16E097 g iR 110 Stxl

05 16E088 f1 HEE H28.10. 16 H- Stxl

0174 16E007 b3 ML % H21 Stx2

*MLVA : Multiple-locus variable number of tandem repeat analysis
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8 ] VR PR AL BRBEAT JE AT AR 55 44 7, 106—108, 2017

HEk

TR 2 FEEROBTPERFTRREAE
BISTEH - h— )L - BATE0 - mEEE - BHEE - HRSZ

BB AEDORKR LR R K OVRE RS OMEGRFEEEZET 2720, RATHRIALTHS
ARFEI R, B, ABEE O 54 RIEEZ I RICREZITo 7o, MAHEE 2L OMEEIT. RIGE?
AR SRR 20 MR, &I 12 MR, R (ERABRSE) 12 RIEOF 4Bk, VLEXZBED
A A RT3 20 MR, IR 12 BE. B (S F AL AT AT —% AR OERHBALY) 22 Kk
Ot 54 ik, IHE HmME R E (026, 0103, 0111, 0121, 0145 X Ur0157) (LAF TG4 Him M
KIBE] &9, ) BAERMFEER 20 ik, RiE 128K WE (IUFR, AT 2T —-FHKD
ARHERNE) 2BAOHMKBIK, hrvuansd— .- VeV a=alNRE (ERABRLE)
RRETH Tz, REOKR., RIBED 6 MK LR S, IBE R MERBGE X T X TOMmEN
etk Ch oo, AWV A7 —FA LRE»SNeEHHE (VT2) BB AR S, &iE1RE»D
VT2 sk O iR RS R SNz, VAR TEHEIT IRELLREB SN, AY)
D 27— XL ORI AL S MiER Schwaruzengrund, #5727 & 2> 51X Mg Agona 2B &7z,

Hrenanyg— - TxVa=/a) i TnTRoBER L bR S iR o Tz,

[(F—U—F RinRA, BhaE, GYREENE, Kk

1 [FLCHIC

ARIMAEIL, BREHOPERE, AR HEAEDRAKR L
MEER DI, FLlR s OMBEEREEEZTET D
EERHME LT, BREEANTHRE L TO 2R A2 %t
BRIHEER LTI HDOTH D,

B, AFRIER, SER, SWicEh, TER,
FORAD, AR, g, SR, BHE, RER,
I R L R U REILR . L R BRIRL ARIUNT .,
TR, B IR R R OB IR O & BIRIEIZ B W T RIED
EEEge =y, IO

2 A&k
2 -1 &k

R 28 4F 11 A ISR RN O fREEEHE (BREE) F5AT
TEWEFeahELexR e Ui, FHEITHIOREEE
# 1ITRT,
2 -2 BREEFE

RN AR PS50 32 20 iR, 798 12 Wik, WA (4
BERABA%E) 12 RIEOF 44 BiEZ xR, YLrEeExT
TR AR I3 20 MR, HRNE 12 Wik, A (R
FH, A 2T —F AR OVERRBANSZ) 22 Bk
54 fik &gz, B HmERIGE AR AT 20

Tal R OMEBREEIUTT  (T818-0135  KSEMT iR FImfEy 39)

Bl i 12 ik, AE (ST, AT 27— %K
FOVERABNE) 22 MIKOF 54 iRz x4z, v
vaRsx— VeV a= 3 ) 3AE (ERARA%E)
12 iRz RITHREZ1T- 72,
2 -3 BREAFX®

KG#E., PrEXZRBE., BEDLERBE, 7 ov
AN = VxVaz=/a) OBAIT, Fk 28 £ 5
A 20 AATHAERFEE 0520 2% 1 SRS IAEIE - ANE
BA R AETER A - AR R MBI 1AL 28 FER
SR PR EE Y AR A A 1S9V FE S L7z,
KIGH OB L. & 25g (Z buffered peptone water (BPW)
Z225mL A%z, A h~vy ¥ LIk, 35E£1CT 22+
2WFHIATES 2 L7, ZOEK 1ImL 24 —7 LAY
Escherichia coli broth (Z82f& L, 44.52+0.2°CC 242 B
B LTz AR H 1T B KRG OHIE L, 0 BERG#514.
RIGHEREE RSN DEHEIC OV THENE L7Z IMVIC )
B (A F—=EARRE, ATF Ly FROSHEER,
Voges-Proskauer (VP) i, 7 = U EEEAIAM) T &
VAT o7, IMVIC BRERIZIE, A > F—/LEERERER, A
F by REOGRER, VP KSR &L O = U EEH]
MREBRICKIGT 2 4 O #E Z e El i
300 UL 9243 E L7296 RT 4 —F U= L—h -« F
2—7 (R () AR FTFa—T AT L v
U —X F-T101, 12 3#) ZM\W o, ZAUCmE 45
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TR 4 T OB LT, B, L — NISHERO
FHEMHE T, BLARKDOHKR A =— T —F T THEE
SEER LT, SEMFEROBEIL, A v F—EEE
RERBR A 24 BRRIZIC, ATV by REOSRER &K T VP
RS ER % 48 e[tz 12, 7 — VBRI R 2 72 I
MBICUL T OFIEIZ L VIT o7z, A v R— A EARERR
EOAF Ly REOGRBRIZ 12 Ty pxi~vfrat
Ny hEHWT, ZoodsRRaNy 7 ORI
WCAF Ly NREEZZENENS0UL L, BEOH
HIZ L HE LTz, FERIC, VP ROSERERIE, VP 3K 1
150 uL, VP 33K 2 60 pL #/iE L., BiRMER., 26
OAEMIZEVHE Lz, 7= U EREFIHERRIL, i
BOFEEOFRICL 0 HE L,

NE M KB O 1%, ik 25 g I mEC K54
225 mL Nz, A b~ h—EH U, WEEEER, 7
V71 Y B HEEIZC DNA 24t L. U 7 L% 1 A PCR
IR Y N EREEFOBIEN ORI E1T o7, NrE
FRETFHREENHAICIE, BEETEESATY
% DNAfh v M I L7 DNAZHWT, U7
VB A LPCRIZEY O HJREE T (026, 0103, 0111,
0121, 0145 K r 0157) DOEEKR O &1T -7, Ol
a1 SN BE I, Y% O PR B 1%t
IS5 MIEHE O RERR B — R L0 BRI & RiE L
Too BEONTS0IERIK B — R IEAIR I, YL MIE IS
U7z B HZ R ER L, T2 b b, DB ERICIT
DHL ZE KM K (N7 1 &7 H —STEC &R KL M % (9
%E LBz, 026 HERS B — R IEMEIRIZIE CT-RMAC
FEREEHL, 0111 SR E — X RMEIKIZI1E CT-SBMAC
FERFEM, Z LIS D MIEFE DO SRR ' — R IRAEIR T
% CT-SMAC #fli [ L 7=,

FEX T BEOHAIL, Mk 259 12 BPW 225 mL %
Mz TAR~vFr 7L, 37°CT 2242 BRI AT &
L7z, T, TOEERKRD 0LIML LWL mL 22 Z
U Rappaport - Vassiliadis 551}, N7 ~ 7 F A > BRI RS
10mL [THEfE L, 42°CC 2242 RN E4% LT,
TNENOEEME LREM%E, 1 B4eH &% DHL %X
KEHh K OF Chromagar Salmonella 55 #1iZ Bi#REHE L. 37°C
T 222 WRHEEER Lo, 8%, SR HIcRE L
EMPa e =—% 3 ETO8E LT, TSI ZREH KO
LIM ZEXREE 2 L, 37°C T 222 REfL5E L 7=,
B, ALRMEIR A MR L, mIERLBIRER, MBS
U CEDMOMEFEHIIRE ZITWVRE LT,

Hovansrz—. T a=/a) OBREIL, BiE
25 g I Hh e u Ny Z—RIEERE (7L A R
BR) % 100 mLIIX A R~ w ¥ 7 L, 42£1°CT 48 K
M. PUFRSEM T CHEEEEE Uiz, 24 RE[E & 48 R

BOREE 1 AL R4 A% 0 —H#1 % OV mCCDA 55
WCHERREBEE L, 42+1°C T 48 WRR. MUFKisE Lz, 8
Feth, SOBEERE IR T L-EMan=—%3-4
B3 >8E L, A b2k %2 M8 L CRE Lz,

3 BERRUBE

MAERMREEZR 2 (ORT, KIBEIT 4 BRI 6 Bk
(13.6%) LR ENT, FLERTREIL. 54 BRiF
3R DRI S AL, AYID 2T — % A K OV A 7
5 IR Schwaruzengrund, %572 72 % 2> B (21L& % Agona
DS ST, B HH R R B B 1 54 BRI 3T ARk
THoNR, AUV AT —FAND VT2 BB AR S
N (B R MIER ST OV T BIEFARITARHE) |
Fo. EE (A LBE2 S VT2 B0 S,
O MIERRBIARRED FBERE N FE D NI, B ERrAT X
— e VzVaz=/alFRBETRTHEETH S T,
KIGEIX. EEH DV ITHGE R M D15 Y fiais &
LT, kb= S TnW5d, KA TOERH
LT ORIGEBERAIT, b LS 1 Bk 1 4
(100%) . h~ F237 B 1 4 (14.3%) | K3¥EH 4
Wik 1 (25%) Thotz, FERERMSIF, ZhETE
FERIC B0 L O RGBSR NE L, b AR %
FEOWEITEE L <, fENRBIRWCmE 0 22 HEL T ik
DOBNEOFEBENMLETHD EEZ BN,

F7-. SEIOWETIL, VI2BIETF5% S0 O MigEM
BIARE DI M KB BE 23 RIE 1 BRIRD D S 4,
Y0 2T — P LRI S IR H I R85 T R
SN oToh, VT2 BB 03 S v,

RB. BEWICE L TIE., 2012 IR diSE TR Lz
PRI L B e v K 0157 o R EEM Y A H
F R T, EYORARE CFRk 24 4210 A 12 AT &%
BEA% 1012 55 1 55 AR 7 (8148 15 3K A 2 Ry B i 22 A R 10
TRRE®M) NYES ., ZOF CIEDIS OMED
FREMENR ST, RFHE TOERIED KM E G IER A
HIZ 12 Wik 1 8.3%) TH o 7=, E I HIE ST 0
MERERIBI AR I M RIS SR Sz, s
OBGERIERF IOV, RIBFOESTIC L A E
NROHND,
BREORAETHOLDICIT, FlERE, FHEEFOH
AEHESCHEY) ATEEDO R ML RNCY A7 aIa=lr—
aVvEILL D ERENSOMBE ~OBRENEE L E
b,

Xk
1) AT 51 IASR, 34(5), 126, 2013
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# 1 APRAERR AL (ERED) F B AT O AR 2

N
WX“]\ H Johe 1 I < P S == o1 ke 24 St kehe 24 S, ‘é\‘ﬁ‘
B3 M= A g - wWE R BT )1 Blk:ix I S
2016/11/14 6 6 6 6 24
2016/11/28 6 6 6 6 6 30
HREt 6 6 6 6 6 6 6 6 6 54
Fe2 MRARHER]Z & RETE B B0 BYER RS UIRES 5 S 4k
YERR RS B Rk
W otk o OB & A [EEEN~
e [, BB BNy R — . i)
K ynexsmi U0 e e o o
A £ B 3 NAT Vv 2 0/2 - - - -
|2 S 1 0/1 - - -
HoNE 1 o1 - - -
HRL 1 11 - - -
Fayl 1 08 - - -
<= b 1 U7 - - -
3 1 4 - - - -
71y N3 12 0/12 0/12 - 0/12 0/12
i 1 12 12 0/12 - 0/12 112
ST (FIVTFR) 2 - 012 - 0/2 012
HE Y 2F—Fx 8 - 2/8 - 0/8 /8”2
(ERHAORRAE) ARMHA (Tl &%) 7 3/7 ur o7 o7 o7
i 5 0/5 0/5 0/5 0/5 0/5
at 54 6/44 3/54 0/12 0/54 0/54

" eiif#EE (026, 0103, 0111, 0121, 0145, 0157) # %% & L=
T URES BB R () RBETERT
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1 ] AR R ER BE R ST T AR R A 44 B, 109—111, 2017

TRk

TR 28 FENEEROHEEFHRERVEBLREVEE=-2) VIIRE

FEHE - EFFER - H—ILHE - FTEH

- BEER - HREZ

A ] VR, 2 ot A 2 B AR R R I R OV AR A SR M R (D & | PRI AL (BREE) S T 0 DR
SNEERBICOVT BIPHEO T @R DG RFEEBOLESEZ AL LIEREREZIT -7,

BAL KA, PR AERFR, ERAER, AR A,
w) OEF 89 MKIC O W THA L FENM L (BE~ 718 HHE) ,

ARMHPE I (RE &k ORK
ARMANPE 4 BRIELOCERMT

W2 BRIEZERS 83 MKICOWT, HRFEE L OCRPHEEOMAEZIT > 2R, KIGETEL 65

Bk, YLEXTBEN 15 Bk, AT FUREN 4 Bk, horennry z—.
U2 10 iRy =Ly 2 WY 10 ik bomti sz, £k,

CrxVa=,/a
50 MK HOWTIE, EEHiAE

WHE=2V) THRAELIE TUT 7208, WTFhOBREN L L RRPUEME IR S o7,

[(F—=U—F: NERE, RaRE, RPEE.,

1 [FLHIC
EAEREERTERNERNCLD &, Pk 28 £/
PEEIE 1,139 FHIRAE L TR Y, MEERPEIL 480 F
Bl (421%) Th o7, MEAERTED S H, IR
R R— e VxVa=/a2V2LdbDlL 339 FH4l

(70.6%) . #Hfa 7 RUEREIC L 56 DI 36 = (7.5%) .

FLEXTBEICE DL DX 31 FH (65%) . V=L
VaEIc LD b OIx 31 4 (6.5%) . BBE M KIG
BIZLAb0Y 14 FH 29%) Tholz, ZNHOR
PR, RESUIM T 21T 5 O R LCEME (&
W, BERL) BITHFEEL TS, TOH, REds
FHEE ONMBARIE, FHEEERE OEY e L) o, BEEHD
DZWVEBROAERR EN TS L, RBSICHEER
32 CHBE LR EME A R L &b DT
LZkERY, TARETEEZIISEIIIRRLE RS,

WA T, IWESAZBMHICONT, BICREEAT
FBRAEORKY IEEZ BN E LE-RFHE OB EERRE
WS EEEDORE LT 72, £, BA. KA,
. AERABANEICOWTIE., BYEIENEDE=
20 TREE M CITo T,

2 A&k
21 #BH#

TR AR BRI 7R (T818-0135  KEEAFi kA EF 39)

R TUEWE]

PR 28 -5 A 9 H 2 6 Fhk 28 4F 12 A 5 H DT,
RN 9 (RAEEAL BRED) FHFT R ORRFEERET N
WMASHT-BHA 31 MK KA 20 ik 4R 15 ik,
AR 2w, ERAER 5 MK, AR
10 ik, ERMNE 4 BIER IR 2 ik (BREED
REFES 1) OLFF 89 MikExtgL Lz,

2-2 ®HIEH

MRAIEH X, (G EEMEE (— s, RIBERE 55
PR RG] HEEBR R 2D K OVE P Al
GE67 RURE., VLT3 7@, B8 i R
026, 0103, 0111, 0121, 0145 }x " 0157 (LAF ThE
BFHMMERGE] &5, ) | v ry—.
Vazm/ay, )=y cxzrruallFh vl
val, BELVURE, BrRET VA, TV A v
TUVFIIHAKRET VAT ET Y AR) D 19 H
BliZoWTHRELZ, 20926, mLy =7 - 701
I Y FHIZOWTIEIKA 20 iR % s L7z, AR Ak
MFZHOWTIE, EFROHEBIZMAZ, MRET Y Al
BB EITo7, TOEH», EREAFN 2 BRIEIZONT
IEBNMER L. £, ARFANE 4 BIEICONT
I, MR KIBERER LR DGR E T ) A Rk om
HEE21Tolo, F£72. 50 Mk (BA 15 ik, KA 12
B, A 13 Wik, ARRAREANE 10 M) 1220\ T
W BEPAWE (R=Y VR T 7 ) av KA,
~7aI4 REREOPT NIV A7 VR OFE=FT
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TREE I TIT o 12,

2 -3 HERE

KIEHOREIL, ROBERREIN T EMIZD
W, AL, I OB R IR S e T iRICHE
W, FRUSAOEFIZOWTIR. B EREEH VR
OYEpK 26 4 11 A 20 H AR ZESE 1120 55 1 524 57l
BEFEELFAELLZEMERLZEREBN LD THE
Hif M RS 026, 0103, 0111, 0121, 0145 & TF 0157
OBREIEIZOWT IR > THEM Lz, B TEX,
W7 RURE, oy =7 - guall)Fh, kL
UAE, BRET VA, ST A, ETYF - 23
HARRET VA - 7L T Y ADORETIEIL. HIEK25
g WCHEE D CEEREREIAEFIAEK 225 mL ZMX A b~ v
F—BER L, 7.0%%E/LT RU AN S Ry —Y T
A3 ITC =V =T R, AR Y IF 07
AR OT NI Y ALT Rk CHEFEERE LR, B
PNFEREEM, 7 0T H—o )L =7 (FBREH) NGKG
R HL, TCBS EREMI KL O 7 U AR 1T /B
BREITol, BHEEIEDND a0 == b
REOWMRABREI T2, HorEE AT H—
=/a Yok, BRIk 25 g Ichvrvas ¥ —ik
PUBBE R (7L A B R % 100 mLilz, A b=
w A —HBE L, 10 mL 2P P ERBRE 1T LT, UrR
SRR LIRS, Ao —Q R, mCCDA #X
BT OB R 2 T o7, UEENEDbND an=—|C
DWW, TSI RS & WAL S ORERBR
AT -T2, MEIDIG U T, MyEEUNEER R & o fth oD il B
FHIRRE 21T OREE Uiz, IBE G O A%,
MEC K CHIE% . 7 v U BRI CTHE R DNA %
HH L, V7% A A PCRIZCTAR uEHEA BRI T OB
HETWV N HBERBE B TH - T RIEIC OV TIE,
O MFEB TREZITo7Z, I DICOHFEEBTBHET
B o TZRIBIZ DN T, MK E —XI2L b 4% 0 M
HEHEOBEROLERBEAZERHL, CT-Z7 2E7 H—
STEC #RIEM (£ 6 FD O MIEHETEEH) . DIED,
CT-SMAC Z XKK7Hi (0103, 0121, 0145 & T* 0157 47 fff
Fl) . CT-RMAC #EXE:H (026 47HfEf) . CT-SBMAC
FERBEH (0111 B 2 AV Tl Lz, 4ikH
NEEDOND o =— 2O Tk, TSI EREH, LIM 78
REGH K OVC-LIG B 2 B TR MR S O sl ik
EiToT, ZFOMMLEITN T, mMiFRBIRERC N e &
REDBABREATORE LTz, VX TREORAIL,
MRk 25 g RS b LUk %E 225 mL Nz, A bv v ¥
V7 LB L2t 2 O— % Rappaport-Vassiliadis 5 F&
Bk T NI F A UEBEE TR L, J e T —
YL R T RN O DHL ZER B CorBlERs 2 L 7=,

VrVa

R RPN E SN TV ARWERIZ-OW T DHL
FRETHIT R 2 T XLT4 ERE A V2, Uik 35
bhdan=—ZoW\ ik, TSI EXEH, SIM EXE;
M, U U UBRERBASE N X7 = RS
HZ2 W T, AR OMBRBR 21T > 1214, %
BRERER, MBI U T, £ OMOME IR ZIT0
FIE LT,

2.4 BKEBLTOREBEREVERE
FEETIAEMEREIX, FR6FT7 A 1 AfFILE 107 5
JRE AR A TR A R LA AR R A IR S K PE B S
DERBHAEWEE S &S (G "ciewv., EREHED
B (RX=v VR, 737V avRRkR, ~v/uaJi4 K
ZRROT b THA 7V R) 2RELE,

3 #R
3-1 HERERR

— I E R ORERM RO —H LK LITR Lz, &8
O— M E R, WA TIE 10° 225 107 /g, KA T 102
25 108 Jg. FRTIE 102 25 107 Jg. AAFERETIE
300/g AT Db D5 10* /g, A A AfEANE TIL10°
5 10° /g DI TH o 7o, WIN E AR E OB,
300/g LT d» 5 MZ 600/g TH Y, & HITED SN
HIKE 2 7= LTz,

TGYHRAE 1 C b D KNG HE A K OV& 75 B O Ml AR A
FERER VIR U, RIBEFEL 65 MIENBIEL R L
2o BTBERHOBRIZOVWTIIUTOLEY ThoTz,
TLEXR T BEITHRA 15 RENL SR Sz, NI
Salmonella ifLi% %! Schwarzengrund 7% 8 #iff. Iy
Manhattan 2% 3 f{k, MigE% Infantis 2% 2 Fefk, ik
B Corvallis 28 1 R, myE% Heidelberg 7% 1 FRA,
ZFOIEETHE O MER Infantis 288 Sz 1 Bk »
HITMIER AP OV VTR T BE bR Sz, HET
RO EREITEA 1 BAR AR RREANE 3 RIEDA
a4 BRI EhTE, AR = DT a
=/aVZonTiE, HrteAyZ—. JxVa =)
B ORIENS, £72. HrErAAy X — . ol RER
1 Bk ESNZ, voby 2 EHITHEA 10 ik
L ENnT, BEHLEREE, Ay =T - vT
naVFh BLURE BRET VA, FIET Y A
E7 VA IIBAKRET A - 7T ET U R TN
oKL bR S otz ERAFN 2 Bk,
AEABAE 5 REKOCERRANE 4 BRIFIZOVW T,
JRE FHE BT AR IR e o T2,

32 BKEBRTORYUREDERERR

WA L7z 50 RIKICOW Tk, WTFholikns bk

BAEME (R=v VR, 717V av FR w7
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<1.0x102 /g

v  1.0x10% /g

B B AR A 4 G S o gy

(neg0) |1 1008 151508 0 40.0%

= 1.0x10%/g

W W 1.0x105 /g

(n=15)

@ 1.0x106 /g

ERRRENMR
(n=10)

B 10x107 /g

50% 60% 70% 80% 90% 100%

B1 R G SRR BRI A e R (R R, INROE R E Z2FR<)

B7A4 FREOT FI¥ A7) %) I shiano ORI ART, YALEXRTEE, hoEnn s 2

7o — e VxVa=/alY, Tz aBEHRERTHREEOE
PeRNFNZ END . TOETY J|NCTHFUTEE LTI
4 EE EORERNEECTHD LEZ LN,

Bin Z & ORBEBEOBRIRZ BB 10 L0 E
DOLOTHIT S L. RN TIIEAL 100% (31 i) X#R
EibE <. ROTHRA KR OAR LA HED 67% (16 1) BT E B AR A A RS - MEYTR, 116-328,
Wik /15 Bk L O 8 Mk /10 #ifk) | A28 50% (10 W, AARRMEAERS, 2004.
ik, 20 k) Thotz, o, Arermass—. ¥
=Vaz=/ay FLEXTBE., U=V aEIZON
T, BA»S OB S, L EORERENL, HBA

K1 TGRS E 72T R PR OBV

oo W= W NON SR R TN~ 'e
Hrena

o 1t =
B
A i 31 31 > - 1 1 0 10 - 10 0
% M 20 16 - - 0 0 0 0 0 0 0
s M 15 10 : ; 0 0 o 0 : 0 0
[ S I S 2 - - 2
o AR A 5 - 0 - 0 0 0 0 - 0 0
A e T fiE 4 S 10 8 - - 3 0 0 0 - 0 0 O
£ »E 4 - - - - - - - - - - 0
B IR (55 51) 1 0 - - 0 0 0 0 - 0 0
FoR s 1 0 - - 0 0 0 0 - 0 0
3 89 65 0 2 4 1 0 10 0 10 0 0
P Y Y\

sk AR HH PR R IGS  EEE AR T AN LR A 2 & B & AL 72 3 4y Bl R 28 1 B v
sk B E T ) AEMRB L OBR E T U A R BUTEIEN N3/ e R Th > 72,
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FR28EEDMEE - VM IILAERPE (5L FHITONT

IR R - EoTA 4 - BERE - H—ILBE - EFEFES -

BIESR - INREST -

hFREF - TES

- FIFEHiC - HRIGZ

3ot

T VAT I TR 28 AEREIT R A LT AREETE - U A VAR R (V) FEIE 31 FHITH Y . YPTH
BB RR & 7 A L ARRIS TRE L7CRIRIISE~ 345 MR T o 72, Ak 28 FEEEIC M S v 7o s el i 1

BNy Z— .

xVa=, hrvung A —-al) U2 THoT,

JANATIE/ vnA

NADBBE SN, HEWESRH Sz, 7 L <IFE S FBIE 31 FFIt 27 H4] (87% ) Th-

7=

[(F—U—F: BFHEME., / 0UANLVA, HrEanyZ2—,

1 [FCHIC

JEAFEE OMFHCL B & REORTERAEEEK
WX 10 4E0D 3,010 fha B — 2712 L. WAk 19 48
(21,400 % FlE-> CLAKE, BUZVRIETH D P, @l
BRickiT ik 5 FROFEMETE V) FHITo
WA IR TR 23 4228 47 1k Sk 24 £ Y 36 14,
SRR 25 AR 28 fiF, SRR 26 DS 25 . Rk 27
JER 38 LB LTS, AR ERRIcBT 28
BIYPXRICET A EZHE L, Tk 28 4 ICHE
W RN CRA, E0E, RERAMOAE-IR CRELY
KO b o Te P E (B) FHHliCH>NT, E& L
THRRDEOBENLERE LTE LD,

2 B - VAL AKRBIERERORESE

RS EE L, 31 FHI, 347 Mk (BEE, feHE
i, migkd, BEWRY .| Wk L) [ZonT, fhE
MERE - FEBRLE T AV ARELEFEH L=, BiED
BRI, ME - FERREOAFER L= b0 151
BiE, A NAREORERL7=HD 80 Bk, Wi
LEMLZbLD 116 MiETH -7,

BE R 0 BHEERPES DN D HEIE,
ETHWASNIZBEL D BERHEREE R T D720,
SS FERIGHI, TCBS ZERIGMI, AIEIIERIGM, ¥
o —g BIERE, 7 oE®T H— VTR T IEREM

I ECHEBSMERRT D L L bic, TR Y ART Rk,

7.0% AL NV DL NY FFr—RAI AT A4
B n Ry 2 —FHRIEE R (LR R T

PN —= R e RN TF ¢ AR PRIV TEHERE R L,

ELHEER AR & AR Bt Ty Bl RS 2% U 7o, SEROVARES LS

TRl LMEEREASTIT  (T818-0135  KEEAFT RS ANEET 39)
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EVIENE )

e LWEENRE LI2HEIE, 898 LT TSI LIM 28
KEGH 72 &2 WA bR e, g p), ERma
B, PCR ZHWHBE Ot 7 & oRBiiad %
Fhe LT, BT HMEOREZ{TRoTc, /-, FHER
MEEON DL AT, Fa284E4H 27T A 11T AR B3
0427#53%” Kudoa septempunctata DFREIEIZHOWNT”
K OV R 28 44 H 27T B AT 1 A & BE 38 0427 5 4
57 Sarcocystis fayeri OFRAIEIZOWNTT ITHED X
#{To 7,

—Ji. UANAMRERHERERDNDHAIL. VAR
MEEFEM LTz, VA NVAREILEE BT 7 LRBRE)
U UTERER ( pH 7.5 ) T K 10% $LAI& L. 10,000
rpm T 20 AR L Li-, 20 EiENS RNA ZHIH L.
WERERER 2 O CHAINZ2 DNA 26 LT, & 51T,
7By A NVAEORBBFIFRN T TSI ~—% A
C PCR THilE L. HIRFEY % ERIKE) CHed L7z,
IEPEMID R SN RIEICOWTIE, &bty —2r
AZATIR, F OHIBED OE LRI ZREL, /v
A NV AED AR L OB TR ORE ZIT /e -1,

3 HBRRUBE

Rk 28 AEEORFRE (B FHHICBOCURRAMWE
&L TRRbN A EMAED B S =56, LT
JRIRWE D3 E S 7= F % 31 FHIHh 27 FHI( 87% )
Thole (F1) . SEEORBIL, AL 2846 Hnb
SRR 28 4E 11 Hich v B a "y X —DHFINEL < R4E L
22 b b TR 28 4E 9 A 5 ERR 29 £E 3 A oARIC
By AR LSRR BBV BRSO BELED
LThotz, £, k286 H LK 29 £ 3 X
Uy 2 I R DB EREGINRREAEL TV D,



WRERTIZ, /B UA VAL D ON 16 F4
(BFEHD 2% ) H a2 —2L5L500 9 %
Bl (BFf 29% ) . VT aEIZiAbON 2 F
B (D 6% ) Thol,

JayAVARKRHENTZEF T, 16 FHF G
M.2 236 =6 (38%) . GH.4, GII.6 KO GI. 17
WENTH 2 FHL GI.6 23 1 FHLLHMEH ST,
F72. 3 FHOIFEHOBEBBMARH S, 61.4 &
O GI. 17, GI.2 BROX GII. 17, GI AIBIARBAKR NG
RBIRHOMAE DT, ZNE 1 FHHHOHEHS
nic,

SEEDQELO /v oA LR LA EPE (BD) F
BITIE, GIL. 2 D b % < MR S 4L, Rk 27T FLEIT R b
%qﬁmént GIL. 17 (36%) I Lz, ZaUiEHE

DOFATIRIL & RFEDMEB TH o7, T2, SFEEIT 1
$1§J75 G152 R &z, 2 E O REYLE S A B H R
ETIHIRE 10 FRICBT D/ 2 v A v ADRREK
11, 814 FEICR LT, G153 9 Y L Sh Tk s
T MEKOL B WVEEBE R TH o, KRBT D
FEIEFIL 68% &<, ZAULGT. 5 DHURMSR, /E%

FlROARL N ENERELTEZADBND, Lo T
SBEOBANEENLETH D,

JRERE AR, L <X, FRE S LR 0o o Fifilix
31 FHEH 4 FH (13% ) Eole, TDOH 1 HFHFIT
ITAEENAEMELORERER DY £7-, BT ATRMLK
DX A RO AR D -T2 2 L h, BIEICESEH
ABROBRBEEZERM LA, BT ADD 7.0X10°
copies/g D =2 E—H OIS T2 S 728 BAMEE
WA TIX K septempunctata \THER SN o7~y ZD
£ O RO —BUL, BB CTENBIZE TE D
L7zlad230 70 < | RNV e80T 2 TIXAR W0
LHEER I T,

Xk

1) JEA 558144, hitp://imww.mhlw.go.jp/topics/syokuchu/
04.html

2) BIAFKE 75« fm M RO R IR A ST AR, 5 43
%5,143-145,2016

3) I A o B D 1E i, IR SL R G E B 9RO
(https://www.niid.go.jp/niid/ja/iasr.html)

K1 CPReSFERTE (BEV) FH

. Fﬁﬁgj%{}%ﬁ%ﬂ{ OIE R R Al R Ay U A v ARy
(GRS BB WAR wmasm R S3MY AL K B RAEEAEEEE R4 F B AR
1 gk, ®fg - m¥ 5ALIA 4 4 0 KB
2 g - mA 54130 3 4 4 11 22 0 K
3 FNI% 6/2H 1 1 0 HrbEunss— e VxVaz=
1 iﬁ'ﬁfzﬁﬁ*ﬂ% 64150 5 5 3 3 HrrRAsE— ]
5 B - BT 6A23A 12 6 4 22 4 4 ;jgi:;i:;;/*:
6 FHLL 6130 H 5 5 0 TxAval
7w - mA, LK% TA2A 2 2 0 HrbEunsi— Dz
8 FHHLA 9H2H 3 2 3 10 0 HrEunIH— VPV
9 JeHith 9/ 241 7 3 6 16 7 3 10 /u A LAGH. 4
10 =t - mH 9291 2 2 0 HrrEmnssg—.al
11 R - mE 10A5H 5 4 4 2 18 0 HrERAZH— VxTa=
12 i - W, SRE 10H19H 0 1 11 12 /a4 VAGI. 6
13 % 10A27H 0 1 1 AW
14 = wmH 11A3A 5 8 3 16 7 14 21 /A )LAGI. 6
15 sk 117190 1 0 HrbEunsy—VxVa=
16 [l 12161 0 4 9 13 /ua A VAGI. 4
17 B LALLA 9 6 6 21 13 8 21 JavALAGI. 2
18 Bk, desitk, ME 1A21R 9 3 5 18 9 4 13 /2 UALAGI. 2
19 HiEK 2H2H 2 4 4 10 9 14 23 /B UAILAGIL. 5
20 ZRAE - WP 2H17H 0 4 1 5 /BaUA/LAGI. 2
21 Bl - BT 218H 1 1o ! fEZ?ﬁEiEﬁﬁ
22 g - 2120 9 4 9 2 24 11 4 15 /a YA VAGH. 17
93 %3\1? JE%?;%;%%\ 34 1H 4 4 0 UxAial
24 Gfe - 3181 o3 1 18 523?1&282?7
25 - #EF. M)l 315H 5 4 5 3 17 5 6 11 /ey ALAGH. 2
i 3HITH 4 4 3 11 5 6 11 Ja YA VAGH. 17
f 3/ 24A 7 6 7 20 7 6 13 ;zgitigé
5 3240 1 2 0 Hreunyd— . VxVa=
3H 250 1 1 1 1 /uUALAGH. 2
3300 4 4 6 14 4 4 8 R
31 MHLE. B 3A30H 0 2 2 JBEUANLAGH. 2
ik 110 62 69 18 267 101 94 1 196
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HERIERERNEFREEE F3HR (T 28 £ERES)

EMFR - @TLH - h—ILHE - EEHREE -

B - MREST

BAIZ I 1T 5 AN BR S i

- PREHF - TESB R

ﬁﬁ%ﬁ-ﬁﬁ%z
- RIRERE

G L R SRR DO PRATIR UL 2 42 2 728D | o pk 28 A7 B ] Uk e dl ik Y e

FEAERDFRAFREER LSS BN D 8 BRI b5 DN E BB (X O x =)

HERE (BB ZET) |

SNT, 4 FEETEMHELRTRE (R27 Y —=7)
) . "RV LT BEBERERER (0 PERR 43 k) |
SNV KR T e T HURERIE (T 22 BiR)

(FEfE 41 W
b Y 7T X< Uk mRE (Mg 22 Bk |

o EESE B MR A ESEERE T A L A (Severe fever

with thrombocytopenia syndrome virus, LT SFTSV) K OVHAKLBEELY 4~ > 57 (Rickettsia japonica.,
LLFR) OEETRE (A AXETFaDMEF~FL =54 R1EK) 217-o7-, F7=. W EFRME 96 fizk
KO F1Eh I e 33 ik & R G ERIRBEIE T > 7 — M2 EE L7z, MEORER, 24 A

RGOV T 8 RIED BT 6 DR

ME G FABRE SN, AV LT REIL 24 Bk

MOLGEESIL, FX YT T X ROV hRT « ANt T OHURMIZZ LI 50 {4 A5 & O 64 R

WTHotz, SFTSV LR IZ2OWVTH

F. WFROREND RFRIEBERFIIRE SR o7z, K

JERARBEIET > 7 — P OFEFHERICB O TR, AR OB TR RIRE RS 25 Z L2500 T,
Mo 7o Te) ERIES 2 BE R OEMEEE SR Lz BT,

[F—U—F : NB#:

1 [FLCHIC

AIREIL, BB DR EREAERLAERL, 2
DR % R R ORI BRI ONSATEOS I L, A
WG L7256 OG22 WS 2 7201 2 25 0 3L il YL E
HIRICET D Z & % BTV 26 B0 D R 28 4
WCEBLTZHDOTH D,

AR VL, BRI S5 i 24 FE R P Ml RS 1
& (R Y —=22) | RRY LT BES R B R,
NS SN N YA OV TN N S ANV i R N 1]
DOREI T SFTSV K R Rj DM FHRE 21T - 7=,
Fio, MEREIC EHi X BRIk L v
TR SRIREIE IS T2 7 v — NRE & S L
oo TOT U — MIMA ., B\ ERER O ER & O
BEERAB LT BT — FREEER LT,

Ui, PRARTRAIRDL, BERIREIE T > 7 — 1]

2 Ak
21 BRGERUKREIRAE

Rk 28 42 6 AMNDEAk 28 £ 9 A oRICHEE R
W 8 W BFEED DA SN TR E R E Lz &
EHHBOBRBEIZFR L TR L,

2-2 BEFE
221 UBEEPSHEEEFRE (RVY—=>
)

4 FEREHPHEMERE TFREIIKRO LB ThDH, 1 X
TR 2 O #E(EF) 200mg A5 QlAamp Fast DNA Stool
Mini Kit (7 7°2) 2 XD fhif L7z DNA 2w T,
Kawase 5 Y @ FIEITHEV, Multiplex Real-Time SYBR
Green PCRIZ L ¥ 24 &R R HME BER T O 21T - 7=,
222 RRYLSEEDHERTHRER

H1 OWAEE., BRAMEL, HAFEEL OB EBAE OIS B R BN F

e B g mas K —

A X X =
24FE £ T M B AR TR A (X XiTxa) 41 41 20 21
IR LT R Sy B R E R R MRS (f X E % =) 43 43 17 26
X3 k¥ Y 7T X< HKRM migE (r=) 22 22 22
AV S AN o R IR LN i1 Mg (=) 22 22 22
SFTSVD A A AXXFRIIHE LI~ H = 17 40" 17
RjDEAR F 1A AXX IR E LT = 17 10* 17

CERBURTLICIE Uy BILLAN D~ & =% F—L L CURIR & LTz,

TR AL BR TR T

(T818-0135 KFEFTiRTF Mty 39)
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/XA L7 B IL, Pasteurella multocida . P. canis .
P.dagmatis /&% U* P. stomatis ¢ 4 EfEA x5 L L TRt

RIERBRELLTOX DT, F T AT 7 (IWAKI)
W SN A X T F a0 Ok %2 5%t Y DIk
M= er MR (SBA) | SBAIZ AN <A
v (KRR 4pg/mL) RO AT U v B (EE
dug/mL) Mz T=H D, SBAIZY Vv A~y (iR
B 2ug/mL) | N avA vy (BIRE 4pg/ml) KT
VRT U VB (RRBE dug/ml) EMZ b OROT 3
o L— NIEREGHI O 4 OB BI#REREE L T 5%CO,
TT37C. 18-22 el ZyBfEhTaE L7z, OB #E%E. &
IS XA VT RE & b 28K %28 L, SBA
ICCRI - CHitE R Lz, TDk, 77 L%, I ¥
FT—BROAF T F—FOMIREMERT D E L HIZID

FABRMHN-20 7 ¥y R (AKRE) 2 W CREEZIT-
7. Bohi7ae 74 va—FRERA4ERETHo T2
BRICOW T, Krol B 207151 X % 24 5% b il A L 7
T A ~—%H\7= PCR 247\, HHFRKFFEA) DNA O HE1E
R LTZ, 2B, IDTAFHN-20 7y RvbEDH
hie7m77A41a—RKEPCROFBERNP—FK LGN

72 RRIZ DWW TIE, sod XX 16S IDNA D 3 — 7 = o AT
A N HIEIC K D AR ORI A 1T WRE LT,
sod D — 2 2 ARHTIFBEHR NV T - 7,

2: 23 FXVISAIHREERUV/INILERT » AY
5 ikl

NS S S 7 RN VA OV AV N S IR cl& I RN
FAMBEFEIC L VT T2,
2:2:-4SFTSVRUR | DBREFRE

SFTSV & (Y Rj D& FIRET 1L, K 17 BICAHFE LT
fev X = 40 B (B 79 I8) (ICDUW TR TR A & FE
L7z,

2 - BREAKE7Z7— FRE

B AR B9 2 8 AR s Enik iz B4 5 7 v
Ar— A 0 E SRR RE 96 MRk KON ) B e 33
Mgk CTHEMLZ, EREEOEM (914) ROGERIK
WAEBE (76 4 : RFERIRBERER WV EE B Te) WO

B~ LT B SR A B (B
at 265 oAl

J1Eh Wy sFlE 33 fit
REESVEY) OfWF (98 4) 7D
ok = Y

3 RRERUEE

REAERZ R 2 (TR LT, 24 BORTHEMEEE T
DS B L NORTEMEEETSHRH SO, «
X AR (20.0%) . R = 4 FEfR (19.0%) TH V., M
ST, W VR M O A VA N A 75 3R AR 1
(astA) 5. BEWIRERBEA ~F IV E5 T (eae)
1, vy a2 HEREAEGT (cpe) 21, VT
X T IRAER A EEEE T (invA) 1 Thotz, 78X
YU ZRBEIZONWTIEL, R 4BEBEONT AN oHES
N7=DiE, A X 6k (35.2%) . %= 18 Mk (69.2%)
Tholz, RLZLREN SR ISNTZERIL, 4 XT
1% P. canis (5 #if&) . &= TlZ P. multocida (18 #{&)
Thole, WAV LV IBEORERITA X, xaL bl
RUTEWZ & D, ZNLEWN SIS E S~
ORGP/ F B B2 N, MY T T X<hifk
iZ S SR T -~ THEMIZONTIE, ZhE
WZBH LT TOMR T 50 5K KO 64 5K & 7e o
Tro ZTOIENFAER G E LI Z B O SFTSV LU Rj
ORAICEL TX, FAESRICMHE LN 4w To
PCR GMEFIIZHER SN2 o To, TDOZ EnD, BEFR
THEYEFFEOBEO ARV O LRI
7=

T v — MERORE R, AR OB TR RIRE N
YT HZ Lo T, Tablkeholz) LEIETLE
FHROBYEREEPLEU BlicnizZ Enb, 5%, K
JE SRR RE 23 NBRILTBGMIE CTdh D 2 & DWW TE%
EITOMERLDL BN,

3R
1) Kawase J et al.: Jpn J Infect Dis, 69 (3):191-201, 2016.
2) JKrol et al.: J Vet Diagn Invest., 23:532-537, 2011.
3) A-L Gautier et al.: J Clin Microbiol., 43:2307-2314, 2005.

2 WMAEHEBAN. SRR ORAEEEOBEE (%)
A X % 3

REHH REE BEE® Bk R
24FE A R M AR R 20 4 (20.0) 21 4 (19.0)
XA U T R 4y B R E R R 17 6 (35.2) 26 18 (69.2)
k& YV 5 X< kA - — 22 0 (0)
VAV N S IO e R Y ] - — 22 0 (0)
SETSVD B 15 1 i 4 40* 0 (0) 0 0 (0)
RjDELETHBE 40" 0 (0) 0 0 (0)

RECRBLUCIS U, SILLIA D~ ¥ =% 77—/ LTIA L Lz,
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TR28EEMRI ST

A—IVEEE - EFER - ET A4 - EEREE -

7 - HERRENRRERRHRE

AR - HR5Z

PRSI H PN EREH S g 7 7 I U7 - IMERGUERRBEREOBITEh £ 813

(B
B 4 4) Thot,
PEFRIX 65% THoTo,
Thol,

538 4. “tE 271 4.

[F—U— K s 7

1 [FCHIC

77 VTR X O RYE L, PERYE O CREBE
FHNLEBTH D, WTIHERAFE A E— 7 (2D
EIFNZ & B 23, F-RE284E O IR Yuiie 36 E Bhm i A ClatEss o
TIVTREYE L LT 24396 4. MEEYE S LT
8,298 4 MHE SN TWAY, BEMNLVEROUE S
& U THEGEME DG OTFEN TR SN TV D, RANR
BEHRLTWVD Z LR NEEEREEITOHETIC
SR S BT R B IRGIZRN 0 T, &SI
YPeh iR EED L0 ) IR OB Lo T, F
HOBTREIENIERT 5 Z BB ESL TSI,

I 2 CI PRI GE BRI SR O —B & LT, Fhk 16 4F
3 AMBHERY 7 I VT IRYIEIZ OV THURRA & FEt
LC&E, WAk 25 4F 4 ADbIiE, REMREE LI-diE
MAICEE L, M 5 I U7 RYSEICIN Z T, R R
JEICOWT b BREZ £ L T\ 5, BEETIE, BHNOMSR
R Al (BREL) FHATICR W CHURYYE ORI %2 i L <

0 MERR 7 T X U T RYE K O I E R A 0 7
IR LTERIRZIT o T B, SATClE, RESENE BRED
T TR E NIRRT O THUE M A % £ LT
B, AfETiE, Pk 28 FEREICE L 2 BREOHEEIZ O
THET 5,

2 Ak

2 -1 &K

RIRIZTFEK 28 45 4 A DRk 29 4 3 Ao T,
HWiz—E, BN 9 RiEfEut BR5E) FHBIcRREz
RERWE (77 IV 7 HRE 813 1 ; B 538 4., &tk
271 4, YEBIARET 4 4, WREIRE 814 {4 ; 1% 538 4.
e 272 4. MERIREH 4 44), RBRICIES v TICEREL

VT WHE

TR AR T (T818-0135  K=EfFrii RFfIEEF 39)

PERIIARET 4 4) KON 8144 (B4 538 4. it 272 4. MERIR
FDHH, 7T IVTHIRB MR 53 4 (B 27 &, Mk 26 &) T, B
—J7. WKEHURRMEE I 6 4 (B 1 4. &t 5 4)

T, BEERIE 0.7%

PR ]

72 415R (20-30 mL) 2252 mLZ& REF = — 7 I AN TF
2 — 7 NORFGER S IR S W2 b 0% iz,
22 BREEH

WIRF D7 Z 22T HUR K OWEPUFIC DWW TRE %
Fii L7,
2 - 3 RERUMESE

7 7 V7 HOWMETUERAEICIL, Ae Py 7 Py
BREHfoFy M, TFT 4~ Combo2 77 IT7/2
J VT % KSR As-1000 HYfEAR HIFE/Ps-1000 Sy BERE (&
LU HRAEt) EERHW,
2 -4 BEFE

FoFa—T 2=y FNTTU)IZ RNA HiHik% 100 pL
DELEZR, Bitkar ba—v (77397, W), X
1L, RBRIE 400 pL 2Nz, BT L7, Ps-1000
DEEEIC TTU 28y bL, #—F >y b ¥ 7 F ¥ —ikiC
k07 I IV7 RHORMED RNA 28 L 72, T TTU
% As-1000 PHIERR B2 >~ h L, Transcription mediated
amplification (TMA) 12 X% RNA HilE %, FIeHEo R
RHZTe—TERANEANLTIEA =g ik
TIVT, MEOHMHE AT 72,

3 #E

SRR 28 EFEDOMERE Y T I U7 IKEPUR R AR R A
1R LT, BIEIAZIIEMETIT 20 mflhs 176 4 &
BH% <, RWT 30 S 152 £ Thotz, &HEICE
WTh, 20 R 134 A e b &<, VT 30 kit
70 L Thot, 7 TF I VT HIFEBEMET 53 4 (B 27
4, e 26 4) . MREBURBEIL 6 4 (B 1 4. &
P 5 &) Thotz, 77 I PTHEBMERIIEAT 6.5%
(BHE 5.0%, i 9.6%) THY ., BEPERTFEME L 0 &tk
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DFHF WA BEIZFE N> 7= (p<0.05, chi-square test) . RIZBW T HHEDOBEROF NPT, ZDT LT,
77 VT ORI X0 FERD T VB A %

4 EE BT 50T EROHIC W TIHIEGIZ K300 T

JEA B8 OVEEIE RSB X2 REOMER Y T IV BRI E KL TWD S DEEZ LD, BREKZS

TRE . WMEBYYE OB RN T2 0 oW EHIT, ERR 14 LIS DFIHEEZZT D LR THLERD D,

EDFNTFI 47.73, 23.91% ' — 7 | FRE 28 FlIIENZ

2477, 842 L WMEIICH DY . —T7, wEE R - AR

JEYER BB FEIC L DR T I U T IRYYE, B 1) JEAEIHBE « MR

PRGYIE DIE R T2 0 OWMEEIT, Tk 11 FDENEN (http://Awww.mhlw.go.jp/topics/2005/04/tp0411-1.html).

98.3, 80.1% E'— 7|2, ¥k 28 FiLE LI 286, 123 2) /NEFEIE— : Urology View 2009 ; 7 : 10—17.

EWOHERICH D L OOREFE LY bR\ £, 1@ 3) RN, JII4 MiEGHTH  2008;4388:65-68, 85-91.

li] B A S« YRR A B R A T I L DR T IUT 4) fE R R - RRYE 8 AL B e R A S 2 R AR SR 29473

JRYE DA T, ERR28FEO B HERERIL 604 4. & A

PEREHUL 455 4 L BIED ST BE Mo Toh | KEEOR

1A DO B R A OWUR B R () ™

IIIVT e
PERI XSy " "
FRAREL Bo R (Rt R) FRiREL Ro Pt (Bos =)

~195% 14 2 (14.3%) 14 1 (7.1%)
20~297% 176 13 (7.4%) 176 0 (0.0%)
30~397% 152 6 (3.9%) 152 0 (0.0%)
P 40~495% 102 4 (3.9%) 102 0 (0.0%)
50~597% 38 1 (2.6%) 38 0 (0.0%)
60k~ 51 1 (2.0%) 51 0 (0.0%)
ASBH 5 0 (0.0%) 5 0 (0.0%)
/NEE 538 27 (5.0%) 538 1 (0.2%)
~195% 12 1 (8.3%) 12 1 (8.3%)
20~297% 134 17 (12.7%) 134 4 (3.0%)
30~397% 69 6 (8.7%) 70 0 (0.0%)
Jeb 40~497% 37 1(2.7%) 37 0 (0.0%)
50~597% 8 1 (12.5%) 8 0 (0.0%)
60~ 9 0 (0.0%) 9 0 (0.0%)
B 2 0 (0.0%) 2 0 (0.0%)
/B 271 26 (9.6%) 272 5 (1.8%)
~BH 4 0 (0.0%) 4 0 (0.0%)
gl 813 53 (6.5%) 814 6 (0.7%)

*FMFESBHCHEICELD
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T 28 D fE R IR AR AE LB A

FIEELC - PHHBF - TEHFT - DIHRET -

HAEICHITEAIAMIILABHRR

WEIRZEE
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V=)L 5k Rax T FTRUOLY—)L) ROV T =X
UHARBMENT,

B &0

eE I sk D IRA
BREEHERE AR

1 K+ KT L 34479 6
I T OMBKE - B - R 1626 g 19
n TRk - B4 328¢g 12
IV s 95¢g 5
\ LSRR =) | Wi 59.29 11
VI R 9.79 15
VI ks fa B 32 89.1g 13
VIl ZOMoOBF3E - X 258 - BE 1917¢g 19
IX AT FICRHE 678.8¢g 10
X fa 71.1¢g 21
Xl PIE - ORE 12699 9
X g, - L 11309 9
XUl FERHE 89.0g 17
XV Bk 600 mL 1
# 2 WEMREIEOFEL O ADI
. . ADI"
}K*% fiiﬁ (pg/kg/day)
TRHITIR FA =TT ) AR R BH| 70
TYFUANEEY  ARREAVS R E A 180
A~YUv AIFY — VR EH 25
AF TR A =aF AR RRE Al 57
raFrT = FA =TT AR R BFA 97
STV TFIR ST IAIE Y — R 170
A=Y VEVVASORIVE 323 -1 30
FTrarYR HA=aF AR RR BA| 10
FTRUBY =) RUSAIFY — LR H 100
FTANEY A A =aF AR RE BA 26
=724 =P AN=1=0) AN IS 3 r 30
TNT )RR R AT = = VPR SE R R A 38
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raFT =D NEEYE, v a o VB FT
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J — /L THEIRA AR L AREY B ORINE OB ERO/E
AW,

2.4 BRE

T h=hU GEREIK-PCBEEBM). T Y
UL (FRHEEEHE - PCB BB . 78K (LC/IMS ), 7K
B (~Ftofgdh, IR - PCBREBRA) ., b=
V(FAFTHF UGN, xRy (A F X0
). A% 7= (LCIMS HI) . Bitlz ) b U w2 (HEK) (5%
BRI -PCBREBRA) . W AMAKFZZ IV UL (Fefl). Y
ABEZARFER U v A (Fi) IR LA E Vs, 1
mol/L 2. 1 mol/L FEER T o & = 7 LKIAHRIZ AN G Ht3E T
F s A vz,

Bond Elut C18 (1 g) EAH I 7 A i Agilent+: % |
Envi-carb/NH2 (500 mg/500 mg) & #H % < 2 Envi-carb
[I/PSA (500 mg/500 mg) [E4H74 7 L IXSPELCO4EH, Oasis
HLB (60 mg) [EFAH T AlIWaterstEfl, 7 ¢ L& —f] &
34 7V (PTFE, 0.45 um) [XGE~/LV A & 7418 % v 7=,

25 EBERUAIEEH
LC-MS/MSHEE K Ovgifb L7z I E etk 2 FR3IR LT,
F 72 BB ORI X OMRMAA 13 R4 LT,

# 3 LC-MS/MS % &} ONHIE -1

HPLCIE & -
MSHE i

IR T A
B -

H T NRJE
7T MR
VL

HEAL :

A A bik
BRI AR
Xy 7 U —EE
HEE—K

Acquity (Watersfh-#)

Xevo TQ MS (Waterstl: i)
InertSustainC18 (GL Sciences, 2.1 X 150mm,5um)
A 5mM FEfE T L = U SOKIEIR
B: A%/ —)

40°C

A/B (%) : 85/15-(1min)-60/40-(4min)
-50/50-(1min)-30/70-(5min)-5/95(4min)
0.2mL/min

5uL

ESI(+)/(—)

400°C

0.5kVv

MRM

2 -6 Stk

B RMBELRIT CITV, BEENERE TREZE L TR
ENTERZOWTISRA T CHE L Lz, TEIXALR
A O s R BB L T 7,

2-6-+1
138%E)

I—XIIBAHE (FTRUFT—LEKRL

FTRES =) (FTRUEZS =L RSB R
FTRUH =)L) T B < 13EIIBEH O S HTHED 126,
AHERAR 2R L 7,

262

[—XIII#R R (F7RUVZI—IL)

PR g&50 mLEILEICERIL, 7 r=FU LK
(95 :5) {BIK30 mLB X7 b=k VU /Lfafi~FH

10mLZ AN %

257 MAET A X L7z, 3000 rpmT15

Sy OB L=k, T h=R ULk (95:5) JB5mL

F 4 JRIERST OPRFFRERH K O MRM e
e ey T BV oy e mmaAy o
fEE S ) (min) (+/—) ) (m/z) (eV) (m/z) (eV)
TEHITFY K 55 + 23 223 > 126 20 223 > 56 15
TYFVA ey 9.7 + 20 404 > 372 16 404 > 344 26
A=HF VY 11.2 + 20 297 > 159 18 297 > 255 23
AI¥ a7y K 4.8 + 22 256 > 209 23 256 > 175 23
raFr=vr 5.0 + 16 250 > 169 10 250 > 132 10
TV 7y IR 10.8 + 16 325>108 10 325 > 261 11
DAY 11.9 + 45 226 > 108 25 226 >93 35
FTrormrY K 6.4 + 28 253 > 126 23 253 > 90 35
FTRES =) (FTRE =)L) 8.0 + 25 202 > 175 25 202 > 131 20
FTRUFS =) (B RRF U FTRUH Y —)) 5.2 + 44 218 > 191 26 218 > 147 34
FT7 A MFHF LA 4.0 + 22 292 > 211 11 292 > 181 23
Sl 780= ISl N =l iV 11.6 + 20 388 > 163 25 388 > 105 45
INT x )T AR 12.9 + 28 489 > 158 15 489 > 141 35
RAHY K 9.9 + 30 343 > 307 23 343 > 140 20
U = 12.5 — 22 509 > 326 15 509 > 202 15
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a) a—2FE/E, b)) YT armxF—



Ty L, RN Lm, BRKR N CIEMETES, A2
J —)L5 mLIZEiE LRI & LT=,

2-6-3 XIVERITE

B0 mLAEE % . 1 mol/LYEHA A 20 pL¥SIN LpH%4.0
(ZFREE L7=, #EVC. Oasis HLB (60 mg) [EFED T L% A
&) —n2 mL, REAK2 mLEHWTIER =2 T 4 a =
VLT, VEEKI10 mU/min TREIERE B T LA
L. MR Cz, 788K05 mLThH T A&EPEL, 5
ST U, BeBBIC, A X/ —4mLCIEH LER L
HDu AL ) —/LTHRERIR LRBRIEIK & LTz,

2-7 TEETBO#E
BOHHEOERE FIRIZ, LLFOFEICEVHEELR, B
B &3 5 EIREICHE T D B — 7 O (B — 27 OYEIE
? 10 fEOFEP) O A REFHPIL, ZOWE GRAMHE &K
IMEDZE) D550 2% ) A AOEH#RFZ#EE Lic, /A4 X
DOIEHERRZED 10 f5I25 LW E— 7 @ S ICHY 4 5 B
ORBIPRELZEETR (ug/lg) & L7z,

2 - 8 FHnEIRER

PRER L 7 AR, BUBMPIREE L LC0.01 puolg & 72 %
£ 9 IR AR 2 Nt . ERRICRe W BRI 0 R
1TV, LC-MS/IMSHIE L7z, #BAT8031& L, VIEE, XI
BB L OXIVEEIZ DWW TIER3RAT THEIME L 7=, B
(Hg/g) (xfd 2aUEHHIRE (polg) Z[ENNEE S LCHE
Uiz, BB BRSNS, BB PREAZE LW
TeBICEH LT,

2.9 HHIMN)YIRDIACEADEEDOTER

T U 72 & B 0 BRI & IR/ UL L BB R
FEL LTO0.01 pglg 722 X 5 ICIRATERERIKR 2RI LTz
(= FY w7 ZAFEHERIR), AR LT~ MY v 7 RIEHERR
% LC-MS/IMS HIFE L., ~ MU w7 AAEIEEIR 0O I E
(uglg) #HH Lz, R ShE8aE., e
BREEZZ LB\, FBHHRE & LT 0.01 pg/g ICFIH T
DAERERIEOPEME (Ug/g) (2635~ R U » o AfEdEg
WOREM (uglg) DREREM L, FEIERO~ MY v 7
ZHEIEIZ V=,

2:-10 EMEOHTE

B UZBRRE (ug/lg) Mo, FEIEO— B ERE
PHEE LTz, F-. HEE L7z — HERE (ug/kg/day) o
ADI (pg/kglday) 1Zd5 2%1E (kF ADI ) ZHEH L7z,
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3 HRERUER
31 MSEHOBREH

Rk 28 4EEEIL, FIZICTF T RUE Y — )L (FTRUH
V=)L N5 Rafx o FTR_RUF =), LT XA
VD2 I 3 MADHREEE & LCGEMENT, £ T,
Z D 2 JEIE A E e 14 FR3E 15 poy — A AT D R 72 MS
St a it L,

JR AR EE300°C 2 UM00°C D% EMICK LT, v &5
U —&EFE#05kV, 1.5kV, 25 kVE U35 KVIZERE LTZD
~NBLM TIRAEHERIR0.01 pg/mLZRIE L, JREE D L
{ToT-, DIABHEE 1X400CRERFN LV BERETH -
Too Flz, FX BTV —BIEE, BREMAMEOE ERE R
ERIEEB RN, 5T, IVvT7 ) 72Kk
U7 =X v E, MSEMEDEWT L 5 BHE R D%
BIEA SRR -T2, LED Z &b | BIVABLE EE400°C,
Xy 7V —FEEOSKVERESME L, L FoBFHI A
AV

3:2 TEETROHE

HEE L2 EE TIREZR6IZR Lc, & TOONTEL O
FIZBWT, E&E FRIZEEE T 5% (0.01ug/g) %+
ST LT,

3+ 3 HhnEURFHEER

BBMBEZOWTHT - T IINEIIGGRER SR 2K 5 @ a
Zx LTz,

I—=XI BFEDFT R H ) — &R 13 BIRIZ W T,
BEMBEICBT 2B DRI 18—195% Th - 72,
Bz, 707/ 7 2AarOERILHRIKLS (18—85%) .,
N7 =X a ORI E D (113—195%) Mm%~ Lz,

F7-. B 1= XN BEOSHTE? Tl FT_Uagy
— OB THD 5-8 FeF v FTRUE T —LOY
— I BRRD SN T, b8 KXo F T R4 —)1
TIAKEEEDS BN T2 D | AT E AT > CHEIL T E 227>
o EHER S e, AR D IZEM A EE RS O —F ik %
BRtL TR KEFOTE =Y M L B & ~F
AN LA BARZ RRFIZATV, Z R B RO E % %<
GLBKFERT N F TR — L KRR 5k R ¥
FT RO — L EBAHICEIR LTS Y, Z0HiEEL—
FegZE L, BB (262 ICHWEEZ A, =X EED
BEYERITF 7R # Y — BT 356—89%. 5-& R %
CFTRUOEY =B WT 48—87T% THotz, WTH
DRSS VBB O TR i B IR > 7,

FIRRIC, BEO XIV BEOSHTE 2 O TR I
EREENTVDHZ ENE, 5-E Rax v F 7R a2 —
AREIRTE RN EREBE LN, —T, BAEDEE



£5 IRMNEINGRERGE R R O~ F U v 7 ZOWEME~DZEDHER

A RE
| 1l 1l \Y \% Vi vk Vil IX X X Xi X Xiv

FEA (R 4)

a
TELZITUNR b 104 102 9 110 9 104 102 105 102 105 105 113 101 99
c

FT R =
(FTRET =)

FTRT =
(B-E K&y F 7w sy =)

180 189 193 180 196 184 179 180 146 133 151 158 131 106
MY w7 ZHIER) (%) (=ale) | ¢) ~ b U v 7 RREEG R oD I E A/ VA AT YE IR o0 A i

a) IRMENRE (%) b)) #IEIREE (<

SRR AR O BB O #EPR S O B H
e MYy 7 ZAMIEIC LY BEEEOREHNICIE o A

AN D KTE K OB E AR E T A oA S E Y IcE 3:4 HHIM)YIADRAERE~DZEDHER

WTEIHORBRIEDN RSN TR Y | B EEN A A e o HAWE % LC-MSIMS % FH W T4 5
HEhTwWa, £2 T, HLB EM D T &% V7= EFEHh BRI AR AT > THIY BRI RV EEHE RO~ R Y v
HIBEIC & 5 14 438 15 s oy 0 —F oobriE & st L= (2-6- 7 ADFEEEEZ T AT ACHENENT DHGERH DY,
3), TOFEE, FEULRIT 68%—119%THY ., A FIA BE~ MY v 7 ROEBIRERWEBO—KE DT
> BEE (70—120%) ¥ ZHRaimE L7z, O, FOHERPARAIRTHS, v~ bV v 7 AOEEBEHIE
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#6 TEFE
i A R (uglg)
REA (r4) | 1 11 v V—XII Xl XV
TEvHITY R 0.00000075 0.00000077  0.00000085  0.00000077 0.00000089 0.0000028 0.0000019
TYERVA BV 0.0000038 0.0000039 0.0000043 0.0000075 0.0000046 0.0000098 0.0000086
A ~=H VYL 0.000080 0.000082 0.000091 0.000031 0.000095 0.000049 0.00014
P /A=A RN 0.000010 0.000010 0.000011 0.0000047 0.000012 0.000025 0.0000053
V=3 v =S 0.0000010 0.0000010 0.0000012 0.000025 0.0000012 0.000016 0.000054
TV T77 IR 0.0000012 0.0000013 0.0000014 0.000012 0.0000015 0.0000020 0.0000053
v7ruv= ) 0.000051 0.000052 0.000057 0.000040 0.000060 0.000087 0.000044
F7ruarY KR 0.0000013 0.0000013 0.0000014 0.00000059 0.0000015 0.0000022 0.00000032
FT RS — )L (FTRE—)L) 0.00000060 0.00000062 0.00000068 0.00000072 0.00000072 0.00000072 0.00000029
FTRUE =)L (5-8 RaXx v FTRUE Y — 1) 0.00014 0.00014 0.00016 0.00016 0.00016 0.00016 0.000022
FT A b XYL 0.00000084 0.00000086 0.00000095 0.0000027 0.0000010 0.0000047 0.0000022
|<72740 = 1~ G Nl = 3 g 0.0000089 0.0000091 0.000010 0.0000013 0.000011 0.0000093 0.000024
INT )T AR 0.0000015 0.0000016 0.0000017 0.0000028 0.0000018 0.0000035 0.0000017
RAHY KR 0.0000031 0.0000032 0.0000035 0.0000014 0.0000037 0.0000092 0.000033
VT =X\ 0.000051 0.000052 0.000057 0.000043 0.000061 0.000037 0.000029
#£ 7 RBEIBOHEE— HERE K O ADI
P - E1.a) i X

g, R 4 Fatheh e & B %ﬁ@iﬁﬁﬁ ”ﬁg*

TEHXITUFR TRZITYFR 11, VI, VI, VL, XIL, X 0.016 0.02

TYSF¥A R E Y 7YX A bV 11, VI, VII, IX, Xl 0.013 0.007

A =HF VYL A4 <Y VUL Vi 0.027 0.1

FET A=A AIXIaT) R 11, 11, VI VI VI 0.0038 0.007

raFr=3 raFr= VI, VII, VIII 0.0025 0.003

YTV TR YTV TR — 0 0

v7a =) DA ==Y 1, Vi 0.0033 0.01

Frrurl) R Cavaa=a N Vi 0.0069 0.07

e FTRE =) F

FT XA — ) N N Ny \Y/| 0.019 0.02

FT A XYL FT A MFHY L 11, VI, VI, VI 0.0024 0.009

=i/ 40 = 07 Gl N = I |77/ 40 =07 Sl Nh = I i 11, VI, VIl 0.00094 0.003

TNT x )T A TINT )T A 11, IV, VI, VI, XII 0.036 0.1

RAHYU R RAHY K 11, 1V, VI, VII, VIII, IX 0.017 0.04

VT =X V7 =X 1V, VII, VIII 0.011 0.07

L7z (=~ U v 7 AHIER OREILER) 2 RKEDObIZR
L7ce REDAZEBWT, BINHRNATA KT A O BiRiEE
72 S 72 o T B i X Oy DI D D~49IH H
[ZOWT~ MY v 7 ZMIEROEIRZHB L2 E 25,
FIBEIDIHH 23 HEEEOHPANICINE ~ 72, 2D Z &M b,
HWER OB~ FU > 7 20BN AIEEZ I S 72
STEERFRTHD BRI,

3-5 EWMEDOHTE

R E LT BEIEOHEE — ABIES L OX ADI &2 £ 7
WR LTz, ARl 7Y 77 I RERS 2 TORERKRN
ENT, WA I 4707 B MNBENST XIS
YR, 7VXxRbhuby, f3F7a7) R, ey
=N, FTAIFY LA I/ nby, JLV7x)
IA2AB R ONRATY ROIVEENLTIVT =) 7 Aay,
RAHY FEOLVTZ zXay VIENSTEXITFY R,
TY¥FVAIrEY AT YN AIFT7aTY R U
nFr=vy, vuava, Frous Y K FTRY

a) {KE55.2kge L CH

HS =) FTAIEFH LA BT8R MrE U KRURA
HY R VINFENSTEXZITY R TYFU A habE Ly,
AIF7aSY R, raFr=rry, FTA MLV
FJruAbtavy, ATz ARy RAHY REQ
nNZzXary VINFENGT X I TV R AIx a0
VR, 7aF7=Ur FTAMNRYL, VT2 /) 7R
oy, RADY RRUOLVT =Xy IX BEN6T ¥y
ARNBEVEORAZY R, XUBENLTEZI7Y &
RonN7z 720y XINFENPLTEZI T REOT
VE VA R Ui Enge, AfERRUSAO 1 BE,
IX BERO XN FEOM LR E % < G RN b 3R
PR EN T e, FBEEO% ADI i 0.003—0.1% TdH
o7, TORERIL. WNMEINGRERER A ZE L TH+571C
BWETH Y REFEICEEZRITTETERVWEEZ LR
77

4 FED
v —h oy FARS Y B HRUC K B PR IR —
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AEEMERNAZ FEM Lo, PRk 28 4R 1L, 14 3K 15 fk
Oy DRI A kb g b U TR ORGET 21T, AR ILN e

A2 36 2 BIREOHERE 217 o 7o, Wik By Lok,

EREHEICH N2 TOSIEOER FIRIZAZ L 4
BRRE BTl LT, £2. 2RAEEHIBIT A2
FRAY DOEIMENL R T 18—195% Th > 72, EHREFHEOH
BTV 77 FERLS EToOBEMH S, B
L7z— AEREOX ADI LW b 1%RETH Y | &
FEICEEE RIFTE TR AVWEEZEZ o, ABRHEOR
FENLTCRMPICEE T2 BEEZ COREEILT
WHPEHEREL, BROREOMMRICTFST 5720, 5% b
G2 E NV ETH B,

Xk

1) J A Turner, A World Compendium The Pesticide Manual
Seventeenth Edition, 2015

2) INREBEEBEZE S, fE AR E R LT ST AR 3L, 43, 168-173,
2016

3) ARFEATF S, f@ W R B BEAF S8 T ), 35,
110-115,2009

4) JRA AR A, fEKFEH51010001%, FRL154-10H 10
H

5) EAFEEEM, RELHI224515, FRk224-12H 24
H

6) %2 H ELA 5, YAKUGAKU ZASSHI, 131 (7), 1019-1025,
2011
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B

SRINIVA—Z—FEHDER - £

FEOL-98L-tELY-1R-

$R-ER-IVHY - ROE - N LTEOR Y

FNEE - HRZE - BERT - ERLRE

SRIGATF—F—FHAFOWEH - W RI VL sl -BLy - eF oA RTHE
NY T RIZHONT, FEEET T A~vBEEoMEEE (ICP-MS) RUFHEME 7 7 X~ EmnirkiE
(ICP-AES) & F\\ 7= 3Tk D 2 4 EETA 217 o 7=, Z DRGSR B (%) 1L 96~105, HHTH5 2 (RSD%)
1% 0.30~1.6, ENFEE (RSD%) % 0.31~6.3 THY ., [BLTOFEWEEICET 2 0MEDZY
PRI A KT A 2D (RSN FEHER -9 2 L3 R S iz,

[F—U—F: SKTATH—5—H, THEFF]

1 [FCHIC

SRR 26 4 12 A 22 H. &L, % oSS EEED
—EAYWESH VI I RF N7+ —F—FHITOWTHESY
BN HE SNz, £72. RIS RICHETE S -3 Bris
DS oRBES B S hE Y, 22T, TRRTOEED
HS BT DM EDO SR AT A KT A 1220
DTN, SRTIAT p—F =P OHESH - H FI T L -
sah-kLy b E A R E N
¥ BDSHTEIC DN T R SRl 247 - 72 O THET 5.

2 RBAE
2-1 HH

HIRO IR TV T 5 —F —ZEMENGREE Lz, 7258,
WEEHT. TR R E IS\ TR Bk O _EIRE O
110 RifiThH DT LMl L, ARG HFMMIC 2L 72
WZ MR LT,

2.2 EERK

FOCHisE TR HEMEYERR (100 mg/L), 7 R 7 A
HEHERE (100 mg/L) . 7 & AEHER (100 mg/L) . & L 4
YEiE (100 mg/L) . $RAEHERE (100 mg/L) . $AIEYER (100
mg/L) | & FAZHERE (100 mg/L) | ~ > A AZHERE (100 mg/L) |
AU FREAER (1000 mg/L) KON Y » AEAER (1000
mg/L) ZAEHERUE & L CHW, £72, FthiEsE T30
A VT LMEHERK (1000 mg/L) KO v R U T AERER
(1000 mg/L) ZWEEHERIK & LTHW,

2 -3 BRERAZERR
HEREL T I A EESNTEE (ICP-MS) FIRGAZYHE

TR PR T (T818-0135  ASEFriRFIMIAES 39)

WiRE LT, Hligh- W RI v A-san-ELY-§-8-
L - v N ORI 2 G % . ADVANTEC #
RFU665DA Tiilid U 7=k (bLikpr: 182 MQ - cm,
TOC: = 1ppb) ZHWTHRL, BEMERMERE (%
1.38 Ultrapur, BIRILS:) % 2 % 12725 K 22BN L T
0.1 mg/L DIRGHEEEIRZER LT, 72, ICP-MS I
BRI & LT, A ¥ SMEHERE 2 MK TAR L
BT IRIEEEDY 2 % (272D L HIHm L7z 0.01 mg/L
D NREHEGRIR & (F I L 7z,

FHEES T T A~ oriEE (ICP-AES) MRS IEYE
WiRE LT, RUFE - NU T LAOEMERRZIRS %, @Bl
KRCHIRL, BEMERMEEZ 2% (2225 XKL
T 50 mg/L DIRAIEHERIR & /FR L7, £7-.ICP-AES H
PEEHERIR & LT, A v b Y O SERE R & MK TAR
L., BEMERMEEEN 2 % 2D 2CiRmLE 10
mo/L OPIERERIK 2 FR LT,

24 AREERVRHESEHE

ICP-MS %, Agilent 7900 (Agilent Technologies) % Ffu>
Foo WESRMET, EEMGEHT  LAKW, ¥ U ¥ —T Rk
& : Ar 1.0L/min, B A& : Ar 0.8 L/min, =V ¥ =
VHA He A, 2 P a v HARRE  7.5mL/min, HIE
BE Mg (66) A RFIULA (111) - 7uh (B2) - &
L (78) - 4§ (65) - $n (208) « 5% (75) » v H > (55) -
AV A (115) & LTz,

ICP-AES 1., Agilent 720-ES (Agilent Technologies) % H
Weo TIESRMEE, mBEHT) - L2kW, 77 X~ A
& : Ar15 L/min, B4 2 1 1.5 Umin, JIEKE : A FHE

(249772 nm) -+ NU DA (233527 nm) - A v FU T A
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(371.029nm) & L7z,

25 RHONMLBRUARHROME

WMEGREHZ S 2T v o+ — 4% —8 (B - BREA)
AR DA IRk D EIRIED 12 PRS2 5 X 5ot
LYWBEEZHRML, ICP-MS JIERE (g - W I T L -
rsahl-bBLr -8y -vFE -~ H) & ICP-AES |
EREL (N UL -FRUHR) ZERLE, IXTLVT4—
2 —3 (B - BREAR) ORSHMEIT, gL 5 mg/l DL
T, A RIDA:0003mg/l LLF, Az 2 A 0.05 mg/l
PAF, L2 :001mg/L BAF, #: 1mg/L BAF. $7:0.05
mg/L AT, B3 :005mg/L LT, v~ H 2 2mg/ll L
T, AUFE :30mg/L LN (FUBELT) . NUT A
ImglL LFTHB Y,

ICP-MS B}, ICP-AES 3kt L HiZ, MBS UiBE
A BAK CIEMEICAIR LT, 10 mLICERT: . Bl
JRAEEE 0.2 mL 3B L OWIEHERIK 1mL 2iRG LTz, 20
%, BRI C L RERINE R L. EIRICHEI LR
RERERRE Lz,

2:-6 EE

BeBERI AR U 7 AR RS I D A IR L2 30 1T D B E X B
JuE & NEBIEYETE R DR RMED L b R E#R 2 fER L, 3R
BRISHE T DR BRITR DIE 2RO T, 7238, BITHK O L
FRMED 110 ZEEFRE Lz,

27 ZEEFTMEEER

[ bt DA B E S 2B T 5 0 W1 15 O 3 Y4 AN A
A RTA 20T VISRV, T8 1 405eeHE 2
8% 5 BRSHTT 5 J71E TR Y MRk & e L 7=,
WA RTANTBT DmFEMS O BIEMEIL, EE
(%) :90~110, P TIEE (RSD%) : ZEWIEE O HILMHE
T, |AKE (RSD%) : 15 RiETh 5,

3 #BE

IRTNY A —F—FHPOFEE - H RI VLT A
Rl PR IO /A = e V' IV Ny &= VAN By VN b
WCENE L7 YRR O R AR 1 1Rd, BHE

£ 1 L PEBRE R

=E  WEEE if %gﬁf %Qﬁf

Zn ICP-MS 102 1.0 30
Ccd ICP-MS 103 13 33
Cr ICP-MS 98 13 63
Se ICP-MS 102 16 48
Cu ICP-MS 97 0.77 0.77
Pb ICP-MS 96 0.69 4.4
As ICP-MS 99 0.47 20
Mn ICP-MS 98 0.79 43
B ICP-AES 105 041 0.51
Ba ICP-AES 100 0.30 0.31

(%) 1% 95~105, M THEE (RSD%) % 0.30~1.6. EWN
KEEE (RSD%) 1% 0.31~6.3 THY. HA RITA D HE
B LTWe,

4 FiH

IRINT A —F PO - RI VAT A -
Ly eE A AR THE S ANY T AT
WT, ICP-MS KT} ICP-AES 12 K B 431k D %2 4 VAT
ZFEM LT, ASHEOMEREIL. TR OEEWEEIC
BT 2 5HTEDZ S MRHE T A R4 o0 T1 Y O F
EEZM T L TR Y . kDI Y 3 R S v,

XHR

1) B3f0 34 4F 12 A 28 HEALERE 370 5 b,
IS DHIRE FEE ) (R ASCIEFERL 26 42 12 A 22
HIEA 78 5~ 482 5)

2) FRK 26 4 12 A 22 HEZRH 1222 5 1 5 TAKD
AR B IS 2 AN RO R. WImED
A E DO — BRIz DWW T

3) ¥k 26 4 12 H 22 ARZLHE 1222 % 4 5 NEHEEK
K DK FEHE D —ERUOE AR D RBRIEIC DN T

4) Fpk 26 4 12 A 22 HRZH 1222 % 7 5 TR&&HH
DEFEWEZEIZET 2 0HEO YSRGS A KT 4
NZDOWT
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AREEKPOER - § - AXDAHEDR A4S

MRZE - FNIEE - BERT - EE

TEREEKH O - §f « AXIZOWT, FEHEG T 7 A~vERBOITERE (ICP-MS) K UFHEHE
7T R R Io TR (ICP-AES) % AW oMk O S 4 M i 21T o 72, ZOREFR. HIE (%) 1T 95
~97. PHMTREE (RSD%) % 1.3~6.6. =ENIFE (RSD%) X 3.4~69THY ., IBMHOEENESE
WCBHT A OMED UM T A KT A AZDONWT IR SN T EREAR -9 2 L AR S,

(=0 — 1 : WHAEK, %R

1 [FLC®HIC

SRR 26 42 12 A 22 H. &L, I % oSS EEED
—EAHIE S DA, IEEACEIK O R B O — iR
SRR AIEANY O b DOIFAXDOEH RN 150 ppm LA
TR TN F—H —FHUSN OTEFECEIK D8 BB 1
T FBROEIIHRE L UIebhnEED bz, £,
b R OERIZ OV T, RIERHCE RIS E S 7= RABRIELL
ShOFERE GFEREA 7 7 XA~E BT (LLF, ICP-MS) )
psamaniz I, 2T, [RAETOREYEEICET S
IHTEDZGYEREM AT A KT A 20T D I2hen, 1§
BCEK T D v 3 - MOV TIZICP-MS, £7-, 2 XI|T
DOWTIEREERG 7 7 A~3ta (LLUF. ICP-AES) %
AW HTEO RS WM 21T > 7o THE T 5,

2 =ERBAE
2-1 #H¥H

& RUAREIEAY O a— b —ZIRIENGE & LT,
k. MgE e, 2 X% 15 mg/L K. b 313 0.2 mg/L
i, #1304 mg/L R THDZ L EFR L. A4
PR LN & R LT,

22 {E#ERHK

FYEAIZE T3S D b SRAFHERR (100 mg/L) | $hFEYERR (100
mg/L) B ONA XAEHER (100 mg/L) ZEEHERR & LTV
Too FYEMBETERID A 2w AMEHER (1000 mg/ll) K&
VA v MU 7 AEUERR (1000 mg/L) % PEHERE & LT
FN =,

2.3 RE

MBI, FYeis TR o 54 el E IR itEE
O 55 4 8 T E IR AR 2 F Tz,

ICP-MS FH D8 il R A e 1 1k, BE B b T o i i

TR AR 7T (T818-0135  ASENFrHARFIAIAE 39)

1.38 Ultrapur & f\ 7z, ICP-AES H OBHERICIZ. Fit
FISE T 0 A FH 4 B I E ARER 2 A\ -, SRk,
ADVANTEC # RFU665DA TH#liE L7=/k (Hhfkpi: 18.2
MQ « cm, TOC: = 1ppb) ZHW/,

2 -4 BRERPELERK

ICP-MS HRAEMERK & LT, b REHEFEK 100
mo/L. SREEYERTKE 100 mo/L ZIRATHE. BHKTHEIRL .,
AR R IR AEEE 2 2%1272 5 £ D ICHM LT, 0.1 mg/L @
RATEWERE A ER Uz, $£72. ICP-MS FPEHERTK &
LT, APy AERERE 1000 mg/L % K TAIRL .
AR R R AEEE 2 2%1272 5 K D I LT, 0.01 mg/L &
PNAEHEI 2 (R L T2,

ICP-AES I A AMEHEPR & LT, A XHEHEFR 100
mg/L Z@BMKTAR L, BEENEHRERE 10%I1Z
727 X 91N L C.50 mg/L D A RAEYESIE A ERL L 7=,
F£7-. ICP-AES HIPWNIEMEAIKE LT, A v hU U LjERE
JiR 1000 mo/L % MK CAVR L . A3 55 4 8 A i H e
% 10%I272 % X ORI L T, 10 mg/L O NEEHEIRTE % 1F
Lz,

2 -5 JEEERUVAEEH

ICP-MS %, Agilent 7900 (Agilent Technologies) % Fu»
7o BB/ LA KW, ¥ U v —F AJiE: Ar 1.0 Limin,
HBO AT A c Ar 0.8 Limin, =Y Y a > A He T A,
Y Vg N AR 7.5 mUmin, JIEER: ©FE (75) -
ga (208) - A VU A (115) & LT,

ICP-AES 1%, Agilent 720-ES (Agilent Technologies) % H
W, HIER R - A X (189.925nm) 1~ U & A (371.029
nm) . EEREH 1.2 kW, 77 X~ H A& Ar 15 L/min,
HBLA A 15 LImink L7-,
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2:6 HRHONMLBRUARHERORME
ICP-MSFHIEAR ORTLEL L LC, A& 20 mL% 300
mL b= E—U—IZ8&Y, FESRENEHERE 2 mL
RO ESRNE AR 25mL 22 T, MEL i
SHEESBINEHEMEE 5mL 2N WESNEE A

CHEASTRE A L 70 D E TN LTz, DN TE T Lizh,

s B3R AL T 5 F CINEMRAG L7z, stk WRiic i
EMERRAEEE 0.4 mL ZNX, 20mL AAT T Al
LEMAKRZNMZ TART » 7 LTREBIAKR E L=, B,
MO0 0 I % VTR & REEICEE L <5
DAV W a2 ZE BRI & Uiz, MBS UL sRBRIAE %
HBHIK CERMICAIR LT, 10 mL IS ER. i pE
f2 0.2 mL & 0.01 mg/L @ ICP-MS FPNAEHEENL 1
mL ZiE4A LT, JEERKE Lz,

ICP-AES FHIEAIR ORTLEL - LT, Mk 20 mL %
300 mL h—vB—h—IZ8RY | BESENERREE 2
mL } OV &4 e FHIREEE 25 mL 0% T, gL
7RIS O EA R BE FRAEE 5 mL 2 EIN X EIENE
LA BGOSR L IR D ETINE L 72, 53052 T L
b, MR AN RAET D £ CINBENE L7-, ik, IR
WICHESBHERBER 2 mL 2%, 20 mL A 2~
FAA L, BMKZEINATART v 7 L TRERIETR &
L7, BN, IR 0 ICHBHIAK Z AV TRk & R
B L TR DNV 2 2Bk & Lz, MBI L,
PRERVAIR 2 AF UK CIEMICAN L C, 10 mL ICER%R. A
EABNERRER 1 mL & 10 mg/L @ ICP-AES
PARHERSIR 1 mL 2IRE LT, HIERIRE LT,

2.7 EB

BRI L R IR O S IR EE ISR A E T
& NEBIEHE L3 DFERIE D He s S B 2 1ERL L, SRBRIE
WHDOEFE, $hEOARXDREZRDT-,

2 - 8 ZEEFTMEER

M OB FEWE ST 2 ik o2 S MG 7 A
RIA 220 T D Ichen, sEHC e %28 0.2 mg/L. 1
2% 04mg/L, AR 100mg/L & 725 KD ICHEM L, 594
F 1 AWREE 2 % 5 AMSITT 50796 (n=10)

U VERmRRBR & i L7z, M A R T4 TR 55t
FEA O BAEfE L. B (%) : 90~110. T E (RSD%) :
ENFBEO HIELLT, ENEE (RSD%) : 15 KiifiTh 5,

3 #E

TEIRECBIK R O B 3« 8 « A RITHOWTER L7- 24
FHlREBROFERER 1 IR, BHE (%) 1 95~97, f
1T (RSD%) 1¥ 1.3~6.6, =EWNIEE (RSD%) X 3.4
~6.9 THY., A FTFA O BEEMZZ LTV,

1 S PR R

*®
R WELEE

(o) DHMTHEEE  SEPNKSE

(RSD%) (RSD%)
As ICP-MS 95 1.3 3.4
Pb ICP-MS 97 6.6 6.9
Sn ICP-AES 96 3.3 4.0

4 FLoH

TEFECEI KO B3 - 8+ ARIZOWT, ICP-MS &Y
ICP-AES | X 53Tk 2 4 Al ek 4 FEhi L7z, &R
SATEOMERIL. TREPOREDESICET 25k
SR H A R T A 220 T 0 BEEE A7 LT
BY ., DHEOZLIENMHR SN,

XHR

1) Bfn 34 4F 12 A 28 HEAEERE 370 5 A&,
I E ORI IENRE ] (FAETOETRL 26 42 12 A 22
HIEA 57 57~ 5 482 &)

2) FRK 26 4 12 A 22 HEZRH 1222 % 1 5 ALK
AR B EICET 2 AL OER. R ED
R HHE D — AT TN

3) Ak 26 4 12 A 22 HARFH 1222 & 4 5 NEWEK
K% DR FEHE O — MR D RERIE IOV T

4) Fpk 26 45 12 A 22 BRZH 1222 % 7 5 TR&&HH
DOHEEYEFIZET 2 0WEO YR A RT 4
NZDOWT
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Bkt

AV EZRALHKKEFTEFEOEAICAIT-HEER (KK [SOWT

HRESM - MERE -

HIKIEEh - BIERAT

AARMWETDOEAZ HfF L, AL I AXE 2 W7o E R R ERR L O - friadlot 777
1 v ¥ = 2 VT RIS ERBRIEIC OV TIRE 21T - 72, BEE O RCRUEEE 2 FIRICED 5
ToDITHE R T v N — LRI A AR 2R LTz, SETICR T DIREE 2 I 7o RS MERRER O 2R
Ze SUHRAE & PRl U 7o R AR SRR OB IRHI CTRIEZR W Z & 2 L7z,
[(F—TU—F: ®&kFEE, AVIVAFE, BT T77 4 v =]

1 [FLC®HIC

el - K - EIRSIEZ O ARSI LB e LB E D
BUIE ML, 7 AV {4 D Chemical Abstract
Service(CAS)IZ Bk SN TV AL 1T 1 5 2900 FHfE
(2017 42 2 HHE) 2BA TS Y, ZnsibsmEns
IFRTERBECKEREFICHEH SN D 23, 202 Tl
MBEGH L, VA EZERT L L IIREETH D, 20
To DERK TILASE R, BEEIC L 54N A 2 IEH L
TR ko CTHRELHOKROBS] (2K EE, B ;
WET) %#4T> T\ %, BAEICBWTHIER 2LFHELDY
WIS E AT BEKERERE (LUT ; BARR WET) 122
W CHTAL & HEE T CRET S, FEE B SRR E
LCERboBIE RN H 5, LLRNL, HAR WET ©
BACHT> TIRERELZED TR ZRMEANRAE L
TWHZ ENERHEhTWD 29, @EREANICOVTHH
AR WET 12 & 2 KB REA O FFNE I,

Z DT AT TIE B ARWETIZ & 5 KE Sk FHE~DIE
RGEE R 5 72 R BriEH OfL 2 B & L, BT
B B AR B & SCHkE & O L& 1T o 72,

2 RBHRZE
21 RBREY

[AEIRE 2 V7= JkaBriE (Rt ] Y CUF, &
Bk (32) kb e, s, W, O 3EOKAE
W A THOKFEM 24T 5. FHEITAMIL, B3 A
L 2 7 A% £ (Pseudokirchneriella subcapitata) . f¥E3¥
727 4 v = (Danio rerio), FREAN=ERraEI Y
> = (Ceriodaphnia dubia) T %, AHFICHT TlIiEEECM
FERBRICEET RGN H 5 2 Lnn O, wEL A
HORBIRH 2T D Z & & Uiz, REBEWTRIXET B
BEmnb SN AL I I XxE (NIES-351, X 1)
KO T7TT77 4 va (NIES B, X2) 2H\W,

TRRRREEREIZIET  (T818-0135  KFEFFT AT 39)

X2 ¥797 4w

2 -2 BEEERE

O BEHEOMIF S

PERTTRE OMEIERR IICE D X 5 > R % v,
AT MEA T ARG TIRARCRE #1500 mLIZ-> & 7.5 gD
ERXEMZA— M L—T%, RBREIZ0EL, BUTCE
U7z, fERL7ZAT > MIF T 5 £ THEEE (4°C)
W TRAFE LT, B OAIT A B IRIED B MREAERR 2 RO,
12ODAZT Y "B 3DDFH LWAT o h~fl LTz, #
TS DOBIEIL 7 U — 2 R F N TR I L7,
L 72 AR TR OMERFI IR A)BCEIR SR (MT1-201, BB L
FR St Y) CfT o7, MERRREEIZ2321°C, JEHRE X
80~100 pmol/m*/s& LT, +ICHfE S -0 b, e
Z59< LC2~3lMiERE9 2 b 0 L mRE (4C) 12 THE
Fid 2 b O MR E L, el AVl 7 285850
FITHEIAEE (160°C, SMFMIFEE) b LA — 7 b —
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TR E R LT,
@ HABRBROE

RERE () CIEmEARMERBROL4ITIEE2]

~24°COHMPANZ HERF (EBIRL2CLIN) T52 &, &
5T IR 1360~120 pmol/m%s& L, 100 rpm TR & 5
BETDHIEER-STWD, AR ZOFM 227720
K3 L O IR ENICEERE R T v o N— & HHE
LTz Fv o N—NOREFEHOT=O/NUT 70 (T
T =T 7, GEXH) 6 L HEAY—EAX v K
(FE-101, GEX) % & 0 27z, & HIIRER(LE TR
THOPKEE e — (7 4 K€ b v2,CLIMATEC
) ICOREARE L., WERRENAURT, Fv
Y R—NOIREECHIAIZ23~24CTh > 72,

F/o, PSR L L CABE YL TSHO (Sunbaster)
BB AT T v =N O IEFREE 1L 100415 pumol/m%/s &
RABEDITRE LI IR HSHITA—EF L = A —

(AS-MOR, AsOneftd) i L 7=,

MEARMAERBRICHER T 2RBEOEEICIT
OECDIEHY i il L 7=, 7272 L. R1EIREED b ikBR S
PRZHE T & ER IS 2 B4R 5 £ CILBIENAE T D
BN H57-08 REBRIZHWSETUT [1] ~ [4] i
AR L D TR & 5 K OVRITG E & SE i LT,

[1] =Tk OilikCEs; ti~FE

300mL~ F % ={2100 mLOCHHiZ 3L AT > b
D OEERE L. 9GRS U7z, 96MFRIEE#% ., it
JEECDA-1000 (/2 A v 7 #F) CHEBLIR B A HIE L7z,

[2] dfixsEaE

300 ML~ % = {2100 ML OECDEEH 2431 L . H#4%H
DOEIF [1] OB 25%x10% cells/mL & 72 % & 9 12
U T2RERIRE % . B FRHEEECDA-1000 (A A
7 4E) CHARRE A2 BE Lz,

[3] niisEaE

Ak [2] & REEIZ300 mL7 5 % =212100 mLo>OECD
Ay TE L. B O B e [2] ORFRIE & 5x10°
cellsimL & 72 % X 5 IZHRIN L A8~ 720 i 25 1% . Ao i
FEZRE LTz,

[4] B

300 ML~ % = {2100 ML OECD G H 2431 L . #4%H
DRI [ 3] OBEIE 25x10% cellsimL & 72 % X 5 (2R
I LRRBRIZ 2, MFTEET OB SR IS B 1T B E D
PR % X512 AR R O ZE L & X612 R T, MAR S D0
1020 T H - 7=,

)

Water temperature (°C)

~134-

241 4
240 A
239 +4
238 4
23.7 1
236 4
235 4
234 4

233

3 WHRTERT v N—

ik | Wil s 1
I | .“lll | Mk |.I ||r|.I
ﬁ”’“’ i !p,u;‘il!l_' -']I!|f'.\|‘|h|"| il

Cell density (cells/mL}

24 48 72
Times (hour)
X4 Fv o "—NOREE

25 -

1.0 4

0.5 -

Growth rate(log(cells/mL)/d)

0.0

0-72 0-24 24-48
Time (h)

5 ALIHAXEORERE

1.0E+07

10EX06{ e |
-
1.0E+05 :
..... -
10E+04 { oo™
B
1.0E+03
1.0E+02
1.0E+01
1.0E+00 . . .
0 24 48 72

Times (hour)
6 Al IHXFEOMIAEDOLEL



2:3 H¥IZ74vPaABEHE

BT 7714 vy aOfEFIEERE () Ko7z,
JKIR1%26+1°C THEBA 168 /8RR (BAME) & L7=, fkhHZ
SMEBEHOT AT T % 1 BIZ-D & 200 (FFRI9RF & F#16
WF) FEH L7,

fAEYHNET 7 U VROKEE (IE60cm) THMALZEE L
T (EAR), LU, #ukie CEREEBOEME L 7o
DI OICELGEEERE CEILAKR) ZHE LT, MEERE
DEUEIZHT-» TiE, L BRHREANSEHE L 49 %
[E S ERIEMFZEATEREE U R 7 - M ST o & — Dt KA
ﬁ&%%%ﬂ%t L7, fBEEEONMIXKZXTICRT, B

BIXATREARBR Y 77 o VRIA M L, R ARSI AT
VL RBAE T, E BRSO BRTUTIRE O T2 D SRS R R
FHEE (X —RYA A NZ, HINE) BZEY AT, &
BRDT T AKME L, EEAE LR L TORN—KRE
DA AKFE (8LE14L) A LT,

F 7 BB KT E RS K A O 7KEK & B A AR

AT ST — RS TRR L TWASRT L
x,ﬂwkw WP TR E, —H CRBIEE O LORRE D KN
Bbb k) ICEsR SRk S E,

BB, REHEHIIFZ e —F— (SHIEL, IWAKI) &
P—Fz hr—F— (TC-101, IWAKI) I TIHEHME L, i
IROBW A e — & — 2B LT,

R 2 ZREINIZ RN EOME (47 HELL L)
MEEIR LT b D& Tz, T T AKFEIZ2~3)C-32>55
W CHEE Lz,

ZREINTARINET B ICE R2emBEEDH T A B — X5
EFEDTH T AKME (14L) 1T A R2~3LHE AN TE X,
BRIF A DN A A6~9La A LESF S EH L7z, 2D
%, PHRSEIRBAMEE (ST-302, As One) TEFEINDRETE L |
PRBINIER IZHEA TV D ZHEIN O HFRERIZHEH Lz,

B EWITREBD BUWVEEIN 215 5 7o D ICBRIN IR O
Fhi 2 BMRIE < F7 B R & IS E T 2 BN H o 72,

3 REHEHER
3 -1 EFERHETHER
AR & L CRBRE () TR TWAEY v A
i 70 U 7 L(KCrpOq, FIOEAHIHE T3, #if£99.5%) % T
SRS MERRIR 2 FE L 7o, IR FEIXIT A2 COREE R AE L7
(R PEHPH : 0.08~2.56 mg/L) . FRBASMF% ITABRE ()
Wt o Tz, RBOTY RARA Vb GREHE) 220\ Tk
B KA B2 203 e NOEC(No observed effect concentration)
X% B FEICX(x% inhibition concentration) % # & A7 H7
Y7 hRY EHWCHEI L, £ 1ICHERERT, B0
721CsDfEI%0.87 mg/LTH v . SCikf#E0.45~1.01 mg/LD
SPHN & 7p o T, Ko T AWFERT OB S % TR

WZ & A fifERs L7z,

3-2 [F-FARAHEOAEZAVEHSHRER
IEE B RBRE () THEE SN TV DR MY v
2 (NaCl, FOUHIZE T, AKERERT, #iE99.5%) % M
W TS MERRBR & 2 U 7o IREIKIZ A2 TR E KR E
L7= (B2Bs#ipe - 312.5~5000 mg/L) . ABRSUESTRBR
EERoLBY L, BBOx RARA K (5B,
SACER AR, AR, AT (Ton TR

F 1 AR E R R
KaCrz07 (mg/L) mHEEE
MOEC 0.16
IC1g 0.53
ICas 0.87
ICsg 1.42
ICz: ™ 0.45-1.01

a) Data were obtained from reference '®

F2 I - RO Z IV 5 E I E R ERE R

NaCl (g/L) H P s T
NOEC 1.25 1.25 1.25 1.25
IC10 0.81 2.00 1.34 1.34
ICae 165 350 193 1.89
ICep 3.37 592 276 268

ICpe® 121829 155595 067502 072410

H:Hatchability, P:Post-hatch survival, S:Survival, T: Total index
a) Data were obtained from reference '%

T RO LG
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#EENOEC(No observed effect concentration) X U % fHL5E
HEEEICX(x% inhibition concentration)Z 7 U — DL EHEYT
7 hRY ZHWCHRM L, R2ACHREE R, SCHkE™Y
L DOHEEDOFER, &2 TOT Y RAFA > b CICHE O FEFHN
ThY | KHRFTOFRE &S CHBRERTE L2 L%
e L,

4 FEO

B R L AR B OE - Al o fd 2 W T
PERRBRIEIC DUV TRET 21T o 7, SO RO M E &
MICHED D 7o DR T v N — L RS K & F
AU, WSS & B3 L il 2 fESL Lz, £, 1R
WM 2 IO TS MR 2 1T BB O SR & Pl L
TG R, UATOMBREMHIIRZ Y Th T, 41k, HKRM
JNAKRFEZ T YR E R T 5 FETH D,

3CHR

1) Chemical Abstracts Service, http://www.cas.org/

2) R AEMISEEZFIE LK E R FEOE I
WT (RRfsWEE) .

3) —fkAEENEN AARRFEHEE S DR —LR—,
http://www.keidanren.or.jp/policy/2016/007.html

4) Pk (BREIK) BEONAL T T 2 A EiTRE OB
2 EWISE E O PKGRERE (BEEER) 2014,

5) HTFAS B IRAEBR AT SRR 42 5, 74-79,
2015.

6) 5 FEHE o R 0 B PR G BR BT AT 58 P 4R B 39 75,
104-106,2012.

7)  ENIBRBERR TR — A,
http://mcc.nies.go.jp/02medium.html

8) [ESCERBINFIEAT ¢ B RILEREB (Fpk18411H
fiR) .

9) RRNREL A hBEBHERERERE Y ¥ —FR,
64-66, 2014.

10) R development core team: R:Language and Environment
for Statistical Computing. R Foundation for Statistical
Computing,
http://www.R—projec t .org

11) EHELRS « R by, 25, 43-55, 2015,
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B

016FEICH T4 (BMER) BT HRELNEHLERER

BT - BRBT - 2FHT

- JAHE—

YHTCE DRERAE LS TRIZE L7-BIcBE T 2B WA D EORNFIC OV THEL £ &b,
20164F[E X TERECFEHIAIL, B A — M K D BEMPSHETH o7z, MWEDLEIZRTEM] - s
HEBRBE TS O R 5 O b O34, T2 Db 008, —RERNLOHONME, K
MEENLDOLORUETH T, THHD D BRENREN ThH D 37 7 EFEROEO FEREIE
1814, R UL KENREMTH DY ~T I AXANRFERNEO R EREN6ME L ST, T2, b
vy Rangy<, saaZ A )VEo—HrE, BRNTIRE TITREN R OISREICET 2 REEE D

H BT,

[(F—U—F :fAEER, XA bav o=, ~"F, 7F, HEH]

1 [FCHIC

WA CIEEROKERE L L TEDRIERBR %2 Ehi L ¢
WAHDB, FRLSMT S HEICEBTH PR HIAREIC L 54
WICEAT D IWEORICE XD 2 RS, A TIE2016
FEIZFELNIZEMO > B BICBE T 5 b Dlzon
TEOAREFE L DT,

2 A%
I CEE S A EIWEDbEICHOWT, KETE R,
Tkr, RS, —RIBR, Zothoso5 XK g Lz, £

= ERINFIZ W T — /A 72 RBAFEIC BE 9 2 R E AR HE .
= RGO R ERE, ~ 4 =B OFEO[E EMKIE,

VT T AR ANFEENED R ERE, EWSAEE - Sk
FEICRE9 2 —ixA072 8 R, Zofth, 06212 X5y LT
L7,

3 RBRERUEE

£1 KRBT 2NERORNEG DI

£ 1IT 2016 FFEDH Z & OMWEDLEHEETT, &
KT 55 OBV EDLENRH Y | FbIEWEDLENR L) -
720X 10 Ho 16 T, W T 8 A2 10 £, 9 A28 6 4
Thote, =T, 11 ANbD 3 Al CofWEbhE
DTG 02 1 & Do Tz, BIROWEHE 0T
2010 LN 24 8, 2011 AEEEAS 24 1, 2012 LM 57 1,
2013 4EEE7S 68 1, 2014 4EEE/S 52 £, 2015 4FEEAS 51 4
THY V. OGO EUIRTHEE ERRETH - 72,
B 1 WS DO & AR R, VWG e X
WRHERAD D Db DD H % < | ISR TIIR R ALER B
BT S ORIWEDOENREZ NS 2B ARIET X TOHAI
BOWTAMRE TR £ 12RE» S OER oM Th 72,
HTHTA; 25 & OARFE & [FER IS — A% TR A B2 & OB R o fih
N TH o, WHETOMEATEBEDORI & LT, K&
RENI R 0T,

TR A 2
8 10 11 12 1 2 3

A B il [) 7 A 5 5 5 1 1 29

S 7 EEE W 2 3 701 1 18

~ A =R 0

Ve T A AR A INFERN 1 2 3 6
EWSEENE - Sk 1

Z D Ath 1 1

=+ 5 4 5 3 10 6 16 2 0 1 1 2 55
TR AMABREE AT (T818-0135  KZEFFii K FIhIAES 39)
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WS
344

1 2016 2R 2 MVEDE LD

EMEHRE Dt
SEE /

T4 BB
184§

X2 2016 4 IZHIT DANEBOMNE

M & ot o BAERNE L, RIS 5 RERED
29 PR b2 < W Z R (18 1F) &
otz (K 2), FTFr7EEHENEE LTRIVWADERD -
18D L, BT A TETHSZDILSMHT, £
DI~ T A7E QM) ¥/ vz b 27 7E (1
Wy, zaBsrore Q) "N FYFRFRITE (1
W), a5 FxA=7% 1), Yavv st 1H). ¥
Fr7EE (1), X7 X=FRHE LT VU LAV
(1), gy A (1), HBEIELFRER
ARECTH 7=/ AW ) Thotm, T, U~
T HARANRFENEE L CTHWEbERSH -7 6 i,
EARARXANT ), amZAXANF 2 4), 4
ARXANRF (L), v/ aT7 v HAF (L) Thotz,
T OMORFAMFEERFICEB W CHEE CRETE -0
W, A= aT U, EADYTT LY BRI TR L
U THAZI, BAT VYRR A7 EX LA
A HILNY, FAAHT, UITA, B, Ly RRanay
v, THEEALvay (TAES), Y~AH, YT
ay. JrFau  A"Y TV FavFrURy T T,
AT, WIS 1T o ThoTz, Fo, FIERM
AOENRZ N F RIS 2 FEKEITAFE T 0
H<Hot,
AEERIEERENFEONEZEO Y B AETHD L

vy RanywtruaZfBo—RIconTiEons
THEANTORERN W, Z ZICERERZ(F LTk
X720, Ly Row V=03 2016 4 10 A 11 BIZH#)I D
FHEREMTIZB W TRTTRIZCE D $Y) BT s AR
ATBRERSFRICFHFOAENTZHDOTH D, HKEK 30cm
DO ThHo- (¥ 3), £/, ZuaZ A VEO—HT
2016 4E 7 A 15 BITKR BTN OBER KK CTRIZE
DRI H, BRI L STk, Sk B RS
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15N-labeled Microcystins Akira Shimizu™, Chizuko Sato™, and No.1, 31-34, 2016.

Kunimitsu Kaya™

*1 National Institute for Environmental

Studies
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1 A High Accuracy and Simple Analytical Method
for Microcystins Using 15N-labeled Microcystins.
Tomoharu Sano™?, Yoshito Tanaka, Kazuhiro Tobiishi,
Yasuishi Arahori™?, Akira Shimizu™®, Chizuko Sato™,
and Kunimitsu Kaya™*
Japanese Journal of Water Treatment Biology Vol.52,
No.1, 31-34, 2016.
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2 Efficient production of recombinant PP2A at a
low temperature using a baculovirus expression
system.
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Biotechnology Reports 11, 86-89, 2016.
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4 Investigation into the causes of indwelling
urethral catheter implementation and its effects on
clinical outcomes and health care resources among
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5 Investigation of the Existence of
Supplier-Induced Demand in use of Gastrostomy
Among Older Adults: A Retrospective Cohort Study.
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4 : Medicine, 95(5),e2519, 2016.
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Bex e A8l 29, 20154Flc= T r Y AL
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10 First isolation of a new type of human

adenovirus (genotype 79), species Human

mastadenovirus B (B2) from sewage water in Japan.
Hideaki Yoshitomi, Nobuyuki Sera, Gabriel Gonzalez™,
Nozomu Hanaoka"?, Tsuguto Fujimoto™

: J Med Virol. 89(7): 1192-1200, 2017.

20144F4H 7> 5 20154E3H £ TOWRAK T O T 7
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*1 Division of Bioinformatics, Research Center for
Zoonosis Control, Hokkaido University, Sapporo, Japan
*2 Infectious Disease Surveillance Center, National
Institute of Infectious Diseases, Tokyo, Japan
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VARGILLTD 5y F B AT
EEHE, AR, BEA @M R RS 5
Fr4E R 55435, 114-117, 2016

20152 A OHI A S/ v v A )L AGILLITO
BMHEEZITW, RV AT —PELEFBIOI TR
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7, MR, fRIFEERE, KR, AR
NORBERT, RN REHTT FHEMED

i H % # (1ASR) Vol.37, 159-160, 2016.
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Bk /) a4 2B O0BTHEMEOKRE L £
L7z, ZOREER, ¥ XToOHEM (10KE) KA/ r v
ANVAGIBMETH o=, SHLIKAFAEZEFELREL X
OREFHEFEIREIL m oA VAGHEETH o7z,
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Fgmi, SEHm, BHRERS, BELE, RS
Z ot R R SR BE A SR AT AR W B 435, 110-113,
2016.
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720 OWEHIL2016F DO FESH L IHEL Y — 27 Th
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ERE—-FRREOZ Y HRER
R, BACR, ENETT, A ET, AN EE
OB A AR S MERE, 57(4), 107-115, 2016
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AN IAEFEOBRB L OREL G L LT,
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BHEMBE L THOWS R TWATREADR
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T HRE, AL L, EKASIL - R RO R B AT
JERTAE M 4375, 82—86, 2016.
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Y THR OB, B L OUKE ETLAMEL
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19 BERICBT 2R RHE (PM25) RE
DERBIERE
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(LLFPM25 L ST IRE R O FF Z L O IRIE %
HE L7z, 201548 B O £ Z2PM2.5%2 B 13, 2013, 2014
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20 BREAFIINICBTI2EETAIARE Y

2R B RONE OE (LAS) O ¥E

HAGIL, MY, HEEEMm, R Lg, 1 HE K,
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RS, AEAKEEL, BEIIFORE o 4 W IR O G BR 5 AT
JEPT AR 554375, 104-109, 2016
BRENOZY MMz LE LT/ =VvT =) — )b
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VIEFLILTEBY . F AWK TIEINPNEOD 4 fif 23
FICHEE A TN ERRIBE T,

23 EANRBEEFRAVEEEYOEER-ELVY T
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24  Monitoring of ground-dwelling beetle
community and forest floor environment in 22
temperate forests over Japan

Shigeru Niwa"(flt 31 44), Yohei Kaneko(13 & H) :
Ecological Research, 31, 607-608, 2016.
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59,

* Japan Wildlife Research Center

25 First record of the exotic terrestrial isopod

Porcellio scaber (Crustacea, Isopoda, Oniscidea)
from the Kyushu mainland, western Japan, with
color variation and DNA information for species
identification

Shigetaka Karasawa", Tomoki lwasaki*?, Jun Nakajima:
Journal of Field Science, 15, 29-33, 2017.
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*1 University of Teacher Education Fukuoka

*2 Sawara-ku, Fukuoka City

26 Phylogeography of Opsariichthys platypus in
Japan based on mitochondrial DNA sequences

Kitanishi™,  Akari
Takamura™?, Jun Nakajima, Yoichi Kawaguchi™®, Norio

Shigeru Hayakawa™, Kenzi
Onikura™, Takahiko Mukai™: Ichthyological Research,
63, 506-518, 2017.
AARENICE T2 aABEEA A T TIZONT,
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*1 Gifu University
*2 National Institute for Environmental Studies
*3 Kyushu University
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&FET, EWME— R R BRSO
43 5, 128-131, 2016.
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P E BB, B BIE R N AR RE T, 19(1),
21-35, 2016

ARWFFEIE . W R PR AN A X a7 [ 3 i 7 K
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