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FE: IS R I AR SN AR 2RI AR S R R A UL S, (HE A
BRI S EISEN . ABTFULE E ) SESTIRAIFERE b, K & 2 HR T 0 A
TR, BRI B0 rH i) S 78 PO A 5 P PR R A e, DR i R J 48— R R P AT <R
“HRZT ARG, PP T ARSASEE (R AR A0 X
VOCs HIBS R M. 45 RGN, TN =Rl AR 2800 i B ATNG DR PR 455 5 AN
fEMRbt, IR Z R T, A LR RRCR BON B3 X R TU4s ROy SEST Bt it
RSB E . WA INE R SR T AR

R IREBIEE T, FEAE WRES AT

1 ERYEE

TR 55 L B i (Secondary electrospray ionization mass spectrometry, SESI-MS)
T S22 2R R AR b R AL 2414 (Volatile organic compounds, VOCs) 11, F
AR SR TEHRAE M R, ORI T AR AR 2 W
BRI 0 P A Can i) MAE AR R = 7 o« SEST V5 AR 3 Ay .
FEH W RIS, WP b i i e 2y 14 LB 3 7 AR ) G B A B T B ST (]
1) o SESIBeARRHETL, BRI FISE S W BTy YO FL RS SR 22 FIOME,  F Fenn 25T 1989 4F
R 2000 4, Wu B Hill xR e SR fr 4 9 SESIPY. HET, SCERHRIE ) SESI
U8, #2 E ) SESLYR, FLZ 2018 A — i it ik SESIVEAEfE 2> th U0, SESI % T
FAE, HAT5 2R AR AU R AT SR AR, IR AP (High
resolution mass spectrometer, HRMS) 5 SESI V454, M#AREE. KXH HRMS, RiE7HE
W EH, Rl mE TR, BRI A R E R T A SEST YA TE A 1,
FWTRSPNIEN, SRR B A CnviEE . mEIve) 584128 EST L
55 T RGBT L A BR e, BRAIG A0 i) P 80 A0 SRt R B s 17 L, T [ A A
TIFHASENZSAPE VOCs, HaBKHMEEWIERLL. 76 SESI JHRNBAANE



VOCs WA=, 8t FEARIE p BT, BT Aok R i) f. {H H AT %A SEST VR
A ARG I VOCs BLK T 1) L B AR I sE it 78 . ASHIE S0 R A B AT #5221 SESI
Y5, DART S R SR p PSR M R (Acetone) U2IANINSIE (Indole) [, AR =4S
A VOCs 42K — HERIT (Phthalic anhydride, PA) USIAIZRZE — FIEZ — Tl (Dibutyl
phthalate, DP) Uy HArL &%, L HRMS ARITFB, PRI A < amE R
(N« EAER (COp) « 4iidE 2R (Zero air, B5: 79 % N2, 21 % 0,5, <1 ppmv
BB ) X SEST IR ES A FSRIE VOCs FIFEmT, Ntk & PRI ASHILE. 12
I A VOCs Rl {5 e L3R At T k45 .

o o
® o
) [ ]
7 o * e o
Y SESI
ESI »b o okt MS
Solvent ES
Molecules in breath
® Ambient air
® Tons
B1 ZrBEmESEERELERER
2 LIRS

2.1 X255

Q Exactive™ PUNATA & 8 i B B B8 608 o 49 9475 {X (3% [E Thermo Fisher
Scientific A7) 5 FH il SESI Y72 nano ESI 7 st i -5 H il 57 w2 F 457 % (&1 2) : nano
ESI Ji (&% Thermo Fisher Scientific A#]) , H#HIFIEHED (M ARGECERBA PR =
EHD AR ANE TR BB REAERE (B 28, BAREMMR, B R7ETFmD
I VOCs BB, Rl , RS ST R et T2 BiEE; Milli-Q Integral 5
HaliR CEEETEARATD) 5 AJH-3080A F LA (LB EREERATD .
PRAERZIEMR (32 Thermo Fisher Scientific Aw]) ; HEE (g, 405 99.9 %, E£EB
NED o No bt (AEE 99.999 %, BRI SAEIRA R + CO bRk (4lifiE
99.99 %, "MW EEEARAFD o BEITFFRSATE (Nafion) & (N2 1.32mm, K
J 60 cm, ME60 %1, EEMAFMRIUEAR) : #FH AL (PTFE) & (A4 mm, L



R YERLA T 5 WEWE (Polyurethane, PU) & (N2 2 mm, FEHEFERAF) o 1 mL
ikt (#81E Eppendorf AF]) o A EIEHIZ (FF2 0~ 1 L/min, #H Line Tech 2
A]) 5 Lzb-3 MBI PR (B 0~ 0.6 L/min, WA T EHEAEE )
2.2 FEMKRE

NAERE HARFER RS WG, BNEIEH (2 4, 25 529 %, Zotb) did &k,
WERTI) 7 AR LT AORE . SRAERT, IR FAKI T, JEESRI S AFAE 30 min. R
GNP SRT, EIEF IR 3 IR, PRI, —RPERF SR H | mL B kL
HITI R . FERALME R A45: Nafion 4. PTFE %M Lzb-3 M B35 T B 1F. Nafion &
FITF BRI SR RIS, BERKIAEE PTFE & PNBE. WMt VOCs!®; PTEE & il i/
VOCs MRt 2K s Lzb-3 SR BB T vh T H P A0l 18 2, ID=1.32
mm f{J Nafion & [T fo V7 I KRB 0.4 Limin, Fir LR RIS, IR0 0.4
L/min. FEANERFATT, RAEEFELIFTS5~6 K.
2.3 {XE B KBRS

SESI-HRMS SE 7E LA TIF SR BB 2B Jros. SESLIRA MANBERE . R U
i PRTRERE VRIS AR B ERE 11 CROE A A4 TR, U5 AR B U E N 20 (B 24D
ESI 4K (% 18.2 MQ-cm) , #iti# 200 nL/min. ESI HLHA+2.5 kV (IEZ T
R /2.5 KV (B PRI o TR 1 8 FAR IR B N 150 °C. Kl .
IEFESF IR (UImiE] 0.01 ) 4, FEHVERE m/z 50 ~ 300, 55 &

Z5 140000 FWHM (m/z 200) .

: Flow met
0.4L/mi

B2 (A) B$ISESIiEEO; (B) SESI-UHRMS SERTEZRH6M A {RREH & S2i6 5 R B



TS A Xealibur 3.0 B 5E HrEY LL A5 &R 2 « 81 84 Origin 9.0 H1*Statistics”
IhBEM “Descriptive Statistics”, “Normality Test” ¥ JR 4A50HE /& 75 IR M IE A 20 A s FFidid
“Homogeneity of Variance Test”, “Levene's Test” #4777 2514347, F] One-way ANOVA J7
2,47 22 SRS W A I S B FL B (Means comparison) )22 B L 79 (Tukey's multiple
means comparison test) #4742 m XS EL AT
3 ER5Tie
3.1 EESHER

PA N, 5UH T SESI-HRMS SRS 7E AT A ARRE SR SE RN B, A4 AR i 43
FAERRFIERIT 15 A0 7510200, 254 SEST VR HL gL EEI 21220, WA i . W5k, PA Al DP
BRTERR T T EFIMHH] . 76 SR IR S Se i IS fE b, 78 m/z 59.0499.
118.0651+ 149.0230 £ 279.1582 Ab43 A2 i sl (&l 3) , Juzg4la eI N[C3HT0] .
[C8H8N]". [C8HSO03]"M[C16H2304]", i fmz (S{ESERMEIIZE) A 0.8 0.0+
0.3 #110.9 mDa, FIHfE LR 5t e B I HH AU Pl . W[ J2 35 P9 25 < PACRIT DP HA 5T 5
W ¥ B 1

A B
Measured ? Dot R Am/z=0.0 mDa
N 59.0499 2 Theoretical
& 4F (=] 2F :
= R=137569 b: 118.0651
x The orticn o Measured
B 59.04¢ -
7 ‘G 118.0651
s 5 R=95829
ER £ ot
0 1 I 1 | 0 L 1
59.040 59.045 59.050 59.055 59.060 118.060 118.065 118.070
m/z m/z
Measured
] ¢ 149.0230 8p —
R=88169 R=62274
8r Am/z=-0.3 mDa T Am/z=-0.9 mDa
X 6F retical X
= 149.0233 = ne Thicoretieal
Z gl 2 Mes 279.1591
= g 0
2 -
0 L I 0 1 ! 1
149.015 149.020 149.025 149.030 279.14 279.15 279.16 279.17
m/z m/z

B3 FEHSH (A) B (B) BIRURENSSH (O FE-FRE. (D) PE-FH=T
fi&HY SESI-HRMS i%[E
3.2 SESI JE N SA R EXFFH VOCs K
AWFFILESE Nov COav Zero air fEAFE R 4SS, FEETWRER: (D 3MS
APV ARE, HAEMFH AP By GRS, RS 78.14 % Ny,



13.6 % ~ 16 % Oz, 4.0% ~5.3 % CO2, 5%7/KiK, 1ppmv VOCs, 1ppmv &) ; (2) £%
BRYE, MXT224r: (3) RSERu s HARMEE, & T3RI SN ARG EDN Ny, R
AR5 0.1 A1 0.8 L/min B, PIRERAST HaBERGINZ 9 £%, BEMeLt (SND fEmey 2 5 (R D,
WIS SRR NG 6 £ GR DD o (EMREREIZ, X SESIEAARIBEA N2 5 Nyl AR

A 0.1L/min WP AR AR, BRI B 53 B 20, NSRS 5155584 2

%, HAESHEIME (RSD) #32|243E, RSD H 55 %A 10 %.

F 1 SESIERARSESESEET SESI-HRMS #MIEY S chigHE ZBIREHLER (n=5~6)

A b ThL SR mEmE MXmRE G
ARG
VOCs (Q/L*min") (AVE/a.u) (SD/au.) (RSD/%)  (S/N)
B 0 24x10° 2.2 x10* 9 1.6
0.1 23x10°  1.1x10* 5 1.6
N2
0.8 22x10° 2.7 10° 12 3.7
(]G] 0.1 3.9x10°  5.0x 10* 13 3.2
CO:
0.8 8.6x10°  1.2x10° 13 2.3
0.1 26%10° 3.0 x 10* 12 1.4
EA
0.8 3.1x10° 3.4 x10° 11 3.7
ENTER 0 1.2x10* 3.9x10° 55 /
0.1 34x10* 32x10° 10 /
Ns
0.8 24x10°  42x10° 18 /
ng| e 0.1 1.2 x10*  42x10° 37 /
CO:
0.8 6.1 x 10* 2.6 x10* 42 /
0.1 1.2x10°  5.4x10° 44 /
EA
0.8 1.2x10° 53 x10* 44 /

5No g5 BABIGER 1, B 4), CO AT, HMFARHE N 0.8 L/min B, #HELF 0.1 L/min,

PARRATIG W )45 5 5 0 AP i 240 1 A5 A 4 4% 3T Zero air, HFEAUIEA 0.8 L/min I,
HALET 0.1 L/min, PAEAAING| M 45 5 58 0 AR M40 11 4540 9 1% . XTEHRIEA CO2 Zero

air 5 0.1 L/min ff] CO2. Zero air 50~ WP R EE R, R BT B AN 65 5 H80H



BEZERH, HAARXWMGEEAT, PHARERE S REIERGREZE L. &K1, 4
L 0.8 L/min MRIEAIJEA FEN Now CO, Hl Zero air B, W H A 05| Wik K R A PR L e FEE 35

HERS (B4 .

127 ) N A 8 (a) N, B 0.8 1/min
8 0.8 1/min ab
4 0 L/min 0.1 L/min &w
(\ - I I I (]‘ noNA N .h.‘.t;
0O 5 10 15 20 25 30 45 50 55 60 0 5 10 15 20 25 30 45 50 55 60
o t(min) ~ i
) 12 (1) o (min s g . ¢t (min)
X ol )) €O, X (b) co,
P . 4k
T 4r 'z
-§ 0 e - - - S i 2 (]gwnﬁ!‘l !l
= 0 5 10 1520 25 30 45 50 55 60 = 0 5 10 15 20 25 30 45 50 55 60
n ¢t (min) t (min)
12 () Zero air 8 (¢) Zero air
8 4
4F
0 " L L L " e 0 2 2 2 FUVES
0 5 10 15 20 25 30 45 50 55 60 0 5 10 15 20 25 30 45 50 55 60

t (min) £ (min)

Bl 4 SESLEFRBEANUZENA 0.1 F1 0.8 L/min Now CO,. Zero air B, SESI-HRMS #3502 f9FEH S
(A) REEF (B) BIMHRNEFRIEE; SMABEGT, EEHES~6R

TEALA S AR FENUE YA 0.8 Limin (0T, GRS A TR R S W5 e (RO G H A 5 3
BEAT IEAS oAk g [ 07 22 5 VA S, 45 AL R B 3R 7 250 (ANOVA analysis) (195514
ANOVA Z55 (] 5) R, M EEPEAKF M 0.05 B, P (Prob > F: 1.0x10°%; F Value 89.8)
J WMk (Prob >F: 3.7x10%; F Value 23.1) 7E Nav CO». Zero air A5 E T B H 58 )
FAEREMZESR . NEATE Zero air ZRH N MRREIEIE =T Ny W E TS E, COAHIT
BefKs MHIWELE No 2R R 1B S8 & T Zero air M1 COL 5 H FHIZS . #t—Bxf b 3 Fhal
HAMFE P 225 e, ZERIES ISR (B 6) £, fERFEMKTN 0.05 5,
I AR AT A AOME SE N 5 CO, 2 18] (Prob: 2.4x10°, Sig=1) . CO, 5 Zero air 22 [fi] (Prob:
0, Sig=1) J% Ny Fll Zero air 22 [A] (Prob: 3.3x10*, Sig=1) HfFAEREMZER, FEHA T
WEI{E 5 7E N2 5 CO, 2 18] (Prob: 2.9x107°, Sig=1) . Nyl Zero air 2 [A] (Prob: 0.002,
Sig=1) ¥WFEEREMEZER, MAE CO.5 Zero air Z [8] (Prob: 0.1, Sig=0) NFEELEZERH.
I HH4 A HP PR % WS DR PRI 5 7E N T Zero air 2 IR 22 5 S0 35 PR35 Jpe /0, R0 32 B2 1 F Zero
air FIFRERIT N N2 (79%) o 25 b, ¥ SESI-MS A< s it VOCs B R,
A 7E E 1] SEST JEH BN Nao



A B

s B 3+

5 =

X X

5 2f z 2f

% % >

< &

O i

5 1+ > = 1 X -
0 1 1 1 0 1 2 1

N, CO, Zero air N, CO, Zero air
Ambient gas Ambient gas

B 5 @A 0.8 L/min B N;» CO, # Zero air B FEH S (A) HEM (B) BBSSIEER ANOVA
SHEER (n=5~6)

A W Significant difference B
Zero air-CO,[~ —= Zero air-CO,[~ t = i
E Zero air-N,[- —a— E Zero air-N- A
E E
CO»N,[ o CO»N,[
1 1 1 i) 1 1 1 J
-2 -1 0 1 2 B -3 -2 -1 0 1 2
Difference between group means (x10°) Difference between group means (x10°)

E6 LA 0.8 L/min ) Nyw CO,H Zero air B, FEHSH (A) HEF (B) BIBESIREL Tukey's
multiple means comparison test S ER (n=5~6)

3.3 SESI & A S A5 X 28 5 2 e

DL No SR, 23BN SRR )4 0.1 A1 0.8 L/min B, BP478 A No L4 5 8
%, PA A DP HI{5 5585 2 08 /0 21 0.6 F1 0.1 7% (R 2) o HEERE 3.2 Fdng A+
VOCs IR H BN, HEIN AT e /& SEST VR N Al A S RN G, FERTER N & B AL,
HETTAS H B A . BEAh, N B AJREY 0.1 L/min BFZE B 5 RIBAN Ny FI45 R % H B3
ZER, AR BEETUR A Ny & BE TOVE RS SR ROR,  BLGE18 15 0P A AT i PG H 5 R
—8 (R 1RFE2) . SEFEEHN CO, Ml Zero air i, #H 5 N AL (2, B, 47
NAARGES 0.8 L/min B, AHELT 0.1 L/min SAE30HE, PA Al DP IS 5588 7 /b4
0.5 F10.1 i+



#®2 TESHFRESKEGTHFEHSIRENEED SESI-HRMS EMEAERME PA. DPHER (n

& 7

[ | [ A T S T

=5~6)
W H A T YIME s 72 MWz EkEL
ARG
VOCs (Q/L*min")  (AVE/a.u.) (SD/a.u.) (RSD/%)  (S/N)
ENTER 0 1.7 x 10° 7.7 x 10* 4 0.9
0.1 1.5 x 10° 4.0 x 10* 3 0.7
N2
SRR 0.8 9.3 x 10° 45 x10* 5 1.0
FH R I 0.1 1.6 x 10° 5.6 x 10* 3 0.9
CO:
(PA) 0.8 1.1 x 10° 3.0 x 10* 3 1.0
0.1 1.8 x 10° 9.2 x 10* 5 1.0
EA,
0.8 1.3 x 10° 2.9 x10* 2 1.1
ENTER 0 8.3 x 10° 42% 10° 4 0.9
0.1 7.6 x 10° 22 %10° 3 0.7
ClF: - N2
0.8 7.0 % 10° 3.0 x 10° 4 1.0
FR—
0.1 8.3 % 10° 3.7 x 10° 4 0.8
Ths CO:
0.8 7.7 % 10° 1.8 x 10° 2 1.0
(DP)
0.1 9.3 x 10° 5.5 % 10° 6 1.0
EA
0.8 9.1 x 10° 3.4 x 10° 4 1.3
3
0.8 [/min ? 0.8 I/min
N 0(] ~ll é |I2 ]‘(WELU 2‘4 2‘8 3‘2 40 4‘4 4‘8 5‘2 5‘(1 6‘() ()0 2, 1‘2 1‘8 2‘4 3‘() : 4‘2 4‘8 5‘4 6\0
& 6F (b co. t (min) '; 3 ®) co t (min)
Z 4 ) x ol T
T e lwm
% .-;__ 0 1 . . ¥

0 4 8 12 1620 24 28 32 40 44 4852 56 60

- t (min)
(¢) Zero air

sl it

0 4 8 12 1620 24 28 32 40 44 48 52 56 60
t (min)

(=2 SIS

1 1 1 1 1
0 6 12 18 24 30 42 48 54 60

t (min)

R VOO W W

42 48 54 60

12 18 24 30
t (min)

L
6

SESI iR ARBEANLZIBEA 0.1 #1 0.8 L/min N2« CO2. Zero air B FEH S 5S4 F2 4 SESI-HRMS

#HHEAR (A) PAFI (B) DP HIREVEFHREEE (n=5~6)



EAREERIR, YGRS, PA Ml DP {5538, 7€ Now CO, SMAGH , &
PGS, TITE Zero air F70H T H DLERE 06, AT T LR 23 7E J5 22 AR v i — B AR FiX — I
R

£ 3 oy AR EN 0.8 Limin (56 1F T, X PA Fl DP 1915 5 3 B2 S AR A 3E AT
EEM RS N T 25 ER IR, 45 R0 /2 ANOVA analysis [{1%&F. ANOVA 455 (K 8)
FW, HEEMEKTEHRN0.05H, PA (Prob>F: 4.3x10°; F Value 102.8) 5 DP (Prob > F:
5.3x10°%; F Value 69.6) 7£ 3 UG E R E SFa5E, HALH SR E B E 2 5
JH, 7E N2 ZE T PA 1 DP 845 5 58 Z KT Zero air 1 CO R T HISE A, B N2 4%
B BRSSP R K

A B
13 —— S of ==
np —a—
101 h
8 1 1 1 1 1 1

N, CO, Zero air N, CO, Zero air

Ambient gas Ambient gas

Intensity ( x10°)

;

Intensity ( x10°)
o0
T

E8 LHiEA 0.8 L/min 8 N;» CO; M Zero air B, FEHSSERIAMIEIEH, SESIIEA (A) PAF (B)
DP {5SBE A ANOVA &R (n=5~6)

BE— B XTEE 0.8 Limin il T 3 Mhali g AR GE I Z R ZE 5 1, 4558 (B 9) R,
EREMAKT N 0.05 1, L PA MG 51E No 5 CO, 2 [/ (Prob: 1.5x107, Sig=1) . CO;
Y5 Zero air Z [f] (Prob: 7.2x10%, Sig=1) LK N, #l Zero air Z [8] (Prob: 0, Sig=1) 4
HREMN SR, DP {557 Na 5 CO, 22 18] (Prob: 0.004, Sig=1) . N2 fl Zero air 2 [fi] (Prob:
1.4x10%, Sig=1) CO, 5 Zero air 2 [8] (Prob: 4.6x10°, Sig=1) tHHFARENZE R, Zero
air /23 PA ¢ DP 5558 2 R B M E 2N . FIRGE LU, No U T PR R
PA J DP TH RIS & T, 1M Zero air 55 BT3RO B 2

zi b, B SEST YA BN 0L B A4S Ny, A DL 25 18550 I 1S, P i A s e (15 5
SREE, IR REPRRAEE SR, A, BT N EAE, WRRE, ALSXIERR
BREYW, A5 5HeWiRA RN, HIEREAN SESI-UHRMS Al H <) SESI
VR A S GRUHEL



A B Significant difference B B Significant difference
Zero air-CO, [~ - Zero air-CO, | t = {
8 z
% %
E Zero air-N, [~ k b E Zero air-N, [~ f——
= =
CO-N,f - CONof =
1 1 1 L J 1 1 J
-1 0 1 2 3 4 5 -1 0 1 2 3
Difference between group means (x10°) Difference between group means (x10°)

B9 24@EA 0.8 L/min B N;» CO, #l Zero air B, ZRA (A) PA 1 (B) DP {55 EBEY Tukey's multiple

means comparison test 3H4ER (n=5~6)

4 &k

AWFFREERLH], FEN—E TR B A A, T LU 55 i I 0 A R A0S Ve ) R 12
R RN, PN A S BN, ReA AR IRIEA PA AT DA &6, BEmFEAREL BT
H RS o 3 MAl i ARG, DL N o I 0 Ay RS o ) 8 5 SR DA SR 5T PAL A
DA HIFRACR, SN RE . /gy, @A e HARYRERLE, BREmR+
PN HBR, ERG RAHIRR TR RIE L VOCs FIZIIALE], aniE i In AAS R A4
FRELH No A1 O B N Al COL IR AU, HTEIUEVE R, DL S s B AR A S BB AL 50
R R RLE], DA PAl SEST IR VA . W SESI R fhili. 5% SESI-MS IS
Rl 7 i S B AR -

SR
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