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WAEch . AWFZEClE, ENBRETH® BUVSs i T LC-MS/MS (i X 3 HIE i % #
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v 777y vakfvdl CERMNCKEHRER Z LRI N, EEFAEOHE, L,
HAE D — MR EFAE @ HD i BUVSs 23153 5 AJREMEAVRIZ X 7=,

77




A. HBY

LA 1E 1950 FELART 2 H &GRS 4, 77
ZF oy 7 UL % SR D RS 3 HI o &
NTw3, —fkic, 77 2F v 72 0 LITEINER
WKEXOFRETEZTAIATIIANMICLYEZDY
SRR L MR D = A L F — 2RI T 5 Z
ETIVAINDRERZMZ 21EMBH 5. H T,
XYY VTV =R RSN (BUVSs) 13 24
PCHICHETH DL ho, HARRY) ~—I1ff
HEnc&k, LaLl, HohkemEaits s
XNz Xsichy, 2o 0—FHAENNCH
HP SR & 7o T3V, BiEEHICEH 1T 5 BUVSs ©
FHEIC DWW, IR, K5, BRI 29 &
BEC WL o0 oW|ERD Y, EVOERND L bR
HEINEZFEHBH2 s, ZOFHERPIESX
T3 99,

BUVSs O #EIC 2T, —HichEkdHzErssd
22 EBMLNTEY, BUVSs TH % UV-320 D
#Z v + o NOAEL(MEFE:) I 2.5 mg/kg/day
LI, WEHEHON MR OMESERH I LT
%9, &% EED » 5 BUVSs T, % Dftioft
EUDHFEEOBE L D FRT 2HLELDH 5,

FENBEECIE, 740V AT 2 —D—f%
FHEEEIC BT, EHNZELRSL T AL X+ (HD)
HOFERPHE I N 0D, ZofER, k2ET
fLEEHEERTE BB AW E s E
INTWw3 UV-320 2 &®, ¥fEEO BUVSs A3
FOHE R I 2. HD X, ZhEcnl#
Hle A 7 &2 H & B TSRS X Y,
% DILEMEREHELTWDE EEZLNT D
23, BUVSs o#itifiliz4 7 <, HD icBi3 3 EN
DOFEMITIIEETH 2 V. KHFJE I, ENEREE
o HD Ic 5 1F 3 BUVSs I 2T LC-MS/MS I
K HEEZHEL, ENO—KEEFEEICET
ZEEREZITo> 72D THRET 3.

B. ik
L —fAE, oriedE
e X UV-P, -PS, -234, -326, -327, -328, -
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329 (WAL Bk, #EZ 98% Ll k), UV-320
(AccuStandard Inc, i 100%) % v 72, KFEA
BEIREREE - PCB 3R, mdfiifks v<= 277
7 (EL7 40 2HDEHER) % v 72, EAE S
71—+ VU v Y (SPE)iZ, Oasis HLB Plus, Sep-Pak
silica Plus, Sep-Pak florisil Plus, Sep-Pak alumina
B Plus, Sep-Pak alumina N Plus (Waters), Bond
Elut PRS (Agilent Technologies) % F\»7z. 43#r%s
&M O 5F% Table 1 ISR L 7=,

2. SPE % — v ORREE
#%SPE%#7+%F>v 10 mL, ~F%% > 10 mL ®
HicavyFsva=v 7Lz, 7 by CHEL
7= BUVSs iR A 12E#E% 1000 ng/mL % 0.5 mL 1EffE
SRR ~ELY, EHEHN R CABELZTZE X7,
INE~FF VICHEML T SPE & L (on
SPE 500 ng), HEE Y % o HEEIC~F ¥ 10
mL ZIFHEE 72, Ric, T Fvi~F3 v (9:1)
A 10 mL HEE Y T & olimE ~A L, LC-
MS/MS icfi: L 7=,

3. RHETR{ELOD), EETRMELOQ) »HEIH
f T R (LOD) & U9 & T ERfE (LOQ) 13,
BUVSs iEAEHES, 0.1 ng/mL & 0.5 ng/mL % 7
[l 3R Lot L, BRHER 22 D 3£5(3 0 ) % LOD,

10 (10 0) % LOQ & L 7-.

4. ¥ HD OfERK

iR CINEE L 72 HD % EH 3 %3 v MVS-
INCREFHRA ) 2 Tk L, 250 pm T
DOHD ZFE L 72. 2D HD % 100 mg & Y HL Y,
3mLoT7+k b v Xz —A(LD)iREEEMA, 15
Sy E EAm N, BOL T EHZRWE. 2o
Bz 3MEEVIRL 72, w2, 3mLoX X/ —
NCHEBRDEEZ 1 BlfTYv, 75°Codt — 7 v Tlg
B Eb0ERIEHD & L.

5. ¥t¥ HD % A\ 7= Zshn BN G ER
7w b v CHHE L 72 BUVSs JBRAEHER 1000



ng/mL%Z~A4 270> ) v C0.05mL 2D, ¥
HHD IS L 7z, ¥z, 3mL o7& b vl
Bt 2 2 [TV, 0RO ki 2 IR E 1 8
I, w0 TN F L — & —C 1mL F TR L 72
INEC~FH v % ImL iz, FOIVT 43
= v 7' L7z Sep-Pak alumina B ICEffL 7z. E£H
/T AT SPE %zl X &, SPE Z#filcfhc L 72N v
277y allT 2-7 a8 ) — KR (6:4)5
mL ZEHE, oL 7.

6. —BEETBICE T S EEHRE

HD DUV X &S E DIRbrtE 2 v, 1 2 AR
IELEdoxR5E I v 7Y v 7HIR I,
2023 £ 10-12 A & 2024 4£ 10-11 Bic{To7-. &£
B a4 1y, 250 uym LU o HD %30k &
L7z, ik L7 HD % 100 mg = Y 0L b, Fhr/5
FEo 5 LERRICHI, RREEZTo b 0o
ke L7z, FEEEFE T, 1o HD D%, n=3
THhHRE R E 21TV, gt L 72,

C. BRBIUEZE
1. LC-MS/MS ic X 5 BUVSs 8 p43 Dot s&tt

DIRE

iZ LIz, LC-MS/MS 12T BUVSs 8 7 D4y
WS OB 24T o 72, SrBffico VT, ke R
B )=NDY Y INGRT TV TR
R ER L 72 (Fig. 1). MS o 4 F v{bikix, =
L7 barx7L—4F ik (ESD & RRES
A A vAiE (APCD 2 BRG] L 7. % OfEE, e
DO TRRIZ EST < 0.01 ng/mL, APCI < 0.1 ng/mL
FE X cEETH o7, Lo L, ESI TIE% L
DA 10 ng/mL L CRIFIEICH H, 100
ng/mL £ CERBAFER APCLO G BEA F I v 2
LY PIANT & BERL 7=,

2. SPE O & — v DRRELE

Kic, KBS Z T SPE DiEHI X — v %
THE L 72, Z DGR, florisil & alumina B, alumina
N DI~ Y v DB THIT S 2 e Bnh o
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(Fig.2). aluminaB & florisil ® L8 €3, alumina
B 37 &b vind 3 v (9 D)REZMA TS A
L 7222 7223, florisil 134 < 25 90%:/T  /AH L 7=.
F 7=, alumina I3 EX 4 7D alumina N b 17
TET B2, T b v~ v (9:1)RROEH T,
alumina B 77 23 MRFF 1 350 Z & DHERE L 72, LA
FofEiE DS, alumina B 25 BUVSs % 4By Ic{%
FTx23b0 L HEIL -~

Alumina B 3R 23FEF Icim<, A&/ —n
K, BRI L 72 IR AR T D % < 28 60-70%7HE
JEcH Y, ftho BUVSs X Y Bkt UV-P
UV-PS 13#% L 2[R T N7 d> > 7. £ 2T, SPE
WL L 2Ny 27 Ty a2l kY, 2-7'm
X — VIR 2 &, mINE TR E U
52 B L7, WER ARG L 2653, 2-7'm
2% — LK (6:4)5 mL OB RETH - 7=
(Fig. 3). Alumina [37K501C X 0 BERER I iG PR (R
RN afsEcE 22 L5, BUVSs & oM AL
FZEEICE D722 &L BHEE S Nz,

3. BMHTRMEQLOD), E&TRMELOQ) NHEH
& ¥t HD % Fvs 7= 3 eI GRER

LOD & LOQ (3 BUVSs iRATEHE L 2 4R ) K L
3L, EREFER D HD o B2 8E L 72 0.1g
75 ng/g ICHAZ L 72 (Table2). Kim 5 O
i X g, HD oo BUVSs &8 13525 % & D
D, FRAET 3-84ng/g TH Y O, KL CHEE X
h7- LOQ THaERAREL HE 2 b,

I, ot D24 %2 FHE S % 72012, PE% HD
% F > 72 N GRS & 5 72, ARBF9E < ld, HD
RIRNIECHESR L, 79 v 2 IckY 9 % HD Z{EK
T2 LT, w4EEFHEiT S & L L7 HD »
> DHEY DFRE %G 5 729, GC-FID <%

Wiz iTo728 25, RFROREREFICEY, %
COBEHMDBBEIND L 2ERLE. COUk

HHD IR Z AN L, RS R%, EST & APCI
EFNENTHN TS L CERMO KD T 7-.
B DFER, APCI Tlx4: BUVSs 28 83.9-105% D
RAF 7 BICR %R L 7= DIkt L, ESI T, [HICK



23 22.8-77.1%TH - 7. LC-MS/MS I X 2 E &
SHTICHE T, ESI TEAITNRICL T, 41 A4V
7Ly avHEb0IFI AV RARRIY T
W EPIEINTE D 10, KL TIE, FHERK
BICEDAFA VI T LYy avogErrkin
72 (Fig. 4). L EDFER D 5, RifF5e 0 LEHFH AL,
APClicTfTo T & Lk L7

4, —BBEEBICR T BZEERAE

HD 1 ® BUVSs 8 i % i #r L 72 5%, UV-PS
& UV-320 ZFR< 6 KB wIindiEidan, %
DI b, wEEEIZ UV-326 © 10,582 ng/g TH
- 7= (Fig.5, Table3). Z #11%, UV-320 %R\ C,
Kim 5, Schlabach & OfEEIC 1T 5 HD Offf &
EWHAICH -7 D, UV-320 13, HAETIZ
2007 FIALE L OB R E AW H ICHRE &
n, 8E, AR CEAD R & 7 o 72 fR A
BHY, SRoOFTECTIZL A LRI N 5T
TliERY R EEZ LN,

¥ 72, 2023 FE L 2024 FFOHETIE, BALE
IMEIZZEBIARKE WD DD, hofleiHi= i
REBEDOME AR &7z, SMH, 2024 Ficy v 7
Vv L7 HD IZ, 11 #Frh 10 $F28 2023 4E & [A]
CEE»LELNZDDTH B I EH 5, BUVSs
BHARD HD ICHET 2 alRetEsmg E iz, &5
[l 5347 L 7= BUVSs o< UV-328 13, A+ v 2
RN LK OERE A BN E L, RAETHEH
—FERHEL AV E GBI E S e (B 6 4F 12
H 13 HERERE ALAWE o i R OV hESF ol
HCEE 3 2 IR TS 0 — S 2 IE T 2 04y,
—HHRFEAE ~ DR E DRI D I E 200,
S b BEREREET O HD Ic31F 2 BUVSs D95

kL CHIEL T e EELEZ LT

D. ¥¢®

BUVSs 8 f5r® LC-MS/MS I X 2% 5#rik &
HD 75 O R§8LEZ RG] L 72, LC-MS/MS 7347 C
X, £A4F v 7L vYDlhe, BICRORE
25 APCI %R L 72, FEHLETI, Sep-pak
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Fig. 1 Multiple Reaction Monitoring (MRM) chromatograms of BUVSs

82



Elution rate from SPE (%)

Recovery rate (%)

100
90
80
70
60

50

40

30

| | | |

1 i i
ln LR ﬂ

R Q% 's,b‘ D A Ad D

o O

o

B Oasis HLB B Sep-pak silica Bond Elut PRS
@ Sep-pak Florisil Sep-pak Alumina B B Sep-pak Alumina N

Fig. 2 Elution rate of each SPE with hexane

100 ¢
90
80
70
60
50
40
30
20
10

m2-propanol:water=7:3 (8mL) @2-propanol:water=7:3 (5mL)
m2-propanol:water=6:4 (SmL) O2-propanol:water=1:1 (5mL)
mwater (SmL)

Fig. 3 Recovery of BUVSs by backflush using sep-pak Alumina B
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Fig. 4 Recovery test using washed HD (n=6), blue bar: ESI, green bar: APCI
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Fig. 5 Scatter plots of BUVSs detected in HD, a) 2023, b) 2024
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Table 1 LC-MS/MS conditions for BUVSs

Liguid Chromatograph

Instrument
Column

Nexera LC-40Dygr
Inertcore plus C18 2.1 x 100 mm, 2.6 um
70%B(6.5 min)-90%B(9.5 min)-93%B(14 min)-93%B(18 min)-

Gradient program 100%B(18.01 min)-100%B(24 min)-70%B(24.01 min)-70%B(30 min)

Mobile phase A: water, B: methanol
Flow rate 0.25 ml/imin
Injection volume 10 pL
Column oven 40°C
Mass Spectrometry Monitor ion (m/z)
Instrument LCMS-8050 UV-P, 226>107 (CE:-21)
lonization ESI (positive) APCI (positive) UV-PS, 268>212 (CE:-21)
Interface temperature 300°C 350°C UV-234, 448>370 (CE-23)
Desolvation temperature 525°C 600°C UV-320, 324>268 (CE-22)
DL temperature 250°C 200°C UV-326, 316>260 (CE-20)
Heat block temperature 400°C 200°C UV-327, 358>302 (CE-24)
Nebulizing gas 3 L/min 3 L/min UV-328, 352>282 (CE-24)
Heating gas 10 L/min - UV-329, 324>57 (CE-28)
Drying gas 10 L/min 5 L/min

Table 2 The limits of quantitation and detection for this study (n=7)
ng/g UV-P UV-PS UV-234 UV-320 UV-326 UV-327 UV-328 UV-329

LOD 429 0.83 1.80 3.09 2.12 1.55 1.95 1.65

LOQ 1432 523 5.98

10.31

7.05 5.18

6.52 5.50

Table 3 Concentrations of BUVSs in HD in September-December 2023 and September-October 2024

nglg UV-P UV-PS UV-234 UV-320
2023 2024 2023 2024 2023 2024 2023 2024
Max 1.08x10° 3.71x10° Tr 313 259x10° 3.02x10° Tr Tr
Median 3.70x10° 450 x10° Tr 16.7 350x10° 3.07 x10° Tr Tr
Min 85.8 1.95 x 10 Tr 9.62 49.1 80.2 Tr Tr
Detection frequency (%) 100 100 8.33 18.2 100 100 26.7 18.2
Ref 2 (Philippines, Survey year 2008: Min-Mas (DF%)) - - ND-817 (94%) ND-25 (82%)
Ref 3 (Norway, Survey year 2018: Min-Max (DF%)) - - - <1-475 (96%)
nglg UV-326 UV-327 UV-328 UV-329
2023 2024 2023 2024 2023 2024 2023 2024
Max 1.06x10* 455x10° 7.55x10° 4.48x10° 1.38x10° 158x10° 581x10° 5.76x10°
Median 7.80x10° 1.35x10° 27.6 19.0 1.26x10° 1.64x10° 2.81x10° 3.99x10°
Min 250%x10° 5.55 x 10% 5.74 8.30 28.9 59.3 40.8 58.9
Detection frequency (%) 100 100 100 100 100 100 100 100

Ref 2 (Philippines, Survey year 2008: Min-Mas (DF%))
Ref 3 (Norway, Survey year 2018: Min-Max (DF%))

ND-275 (88%)
24-1600 (100%)

ND-73 (88%)
<1-800 (96%)

ND-304 (82%)
1-18000 (100%)

7.8-8250 (100%)
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