ISEFH — IR L8 58 5 T AF O 1 8 PSR A AR ARRAIE

2 ITER, FAE', TEBH pEil?
(1L.BdkE RENSERAFREFTRTH, 7N 510632; 2.7 RAE4£ @A ARG,

J % HFE 523830)

P IR AR AP B IR A, (H DAL E PR R R AR 2 53 7= A s, [
I, BRFTPIE IR 0 T B AR PRS0 W SULE 7 5 DL R 365 3 R R A 7 A
So SIS FH VR L 5 O U BER S AN 3T R AURE L R SE T LR R R SRR A E
Wrik. GREIR, XEYRREIH BRI 2.3 2 240.8 ng/m 2 8], H P H [ AR X b i 22
73N 0.6% 28 4.6%M 4.3%ZE 12.2%. HE—L 00K, IR ReG 40 B0 2 S
22 1%, HA 163 MASEFE R RN AAE, HIAESMmEREAR . ERRY, DA
SIPS S PR RBCRAFE 35 22 5, TERP USRI AR 75 B2 5008 R SRR 7 2

SEE: UORUTE A ERAHOTE CIES SR SRS

1 ERYEE

NAEIES & R EAE R AP (volatile organic compounds, VOCs) , 3@ i
AL SR R 2L AR = U SO B B R D T o W03 BT e Sl AR AR R R R
BREEE, WG HONE R TE R B2 L FEARTT 028 AP, HIRERER
PR AR R T S22 V2R 70 SRTAT, RS AN B A W 22 S MR 23, BRI IR N 7 7 2
e 5 72 S AR IR e

VEHARF SR, RS BIPSHE 5 VOCs & BAAE 35 2 523, (BART AR
a3 BT AR DG B AT B M M AT AR G 1 UM % - 1% (gas chromatography-mass
spectrometry, GC-MS) B2 MR, SEIfFEZR TSR an — IR FUBE 25 LB B3 (secondary
electrospray ionization-mass spectrometry, SESI-MS) BEU5A R/ AL it 2k, JFiE &40 &
IR EANA B ABFFRH SESI 5 @43 ##iiE Chigh resolution mass spectrometry,
HRMS) $AK, £H%f 9 Fhi i VOCs BT & &1, R HIp A BpSdn %2R, BLIA
[F 82 FH 7 S 6 1 PR SR O AR AR AR



Real-time analysis process

»

Ionization o Tonization .
e " ®

______ i e X
Cloud of reactant ions 1 Molecular ions /

MS-interface
MS-Mass analyzer

ESI solvent
» Unsaturated hydrocarbons

Gas-phase analytes P Aldehydes and ketones
» Carboxylic acids

1 ZXREMEBEESSRRL (SESI-HRMS) IMNEZSMTSSHERNIERERER

2 SERERS
2.1 X2 5

Q Exactive™ PUBZAT 4 & 8 L3 /10 B8 L IR 508 15 2 T i (X (SRR FRER W AHD
Luna-3000 SESI &1 (7 AREEAGEHARATD + Model 2010 AMBRAEL (3
[ Sabio A®]) ; D07-19 it i & H25 (Mass flow controller (MFC) &% 5 L/min, Jb&T
LEEAREITARAT) ; Gilian Gilibrator 2 B &1l (32 Sensidyne A7) . BA
PSR (G 2-TEA, 2-JRBH, ZIRZ0E, WHEABERFNE, TR, R, W=,
ST, AP, AURE=98 %, KERFFAHIRARD « Nobrde <k (4iZ>99.999 %,
PO ARAAEBRARD o AR IEWR (REZRERCARD ¢ 0.1 %FRRIEWR GBI G,
TEEER AR o A TERYHEN
SIPARREEL R EGAHY AR AR + KQB2T08-00 )& T A HUEHSL (HA
SMC 248D « A BB (PI1E 6 mm, JLRTRE)IRITHIEHRATD « R (W
126 mm, ZMAMFAMEEIRATD o FFRICHRE4EMAT (70 °C, 230 W, iR EH
BARHERARD
2.2 AP HE VOCs BB 7 R KE L

RFTHET 9 FhEA N MEREREB Y (VOCs) #ESE RN, 2- T Hi Al
2- I N A e (T (e AE bR BT, R LR RE I (P R AL AR B, B
RTG53 73 S e e 2L 2R3 5 VRN AR I 15 11, T P PR R P i e = R 2
B FE ) BB ARU, RHE AARIP S 9 R VOCs HIdk VBRI 415, S5 T 14
AMPRUE SRR (W3R 1)

iEd

P& (A% 20 um AT 50 um, PHHESF Fossiliontech A &) 5 .

b



F1 XEIRER 9 # VOCs EAGIEL S PR ESEE R LW B AREH A

WIEVE SEIG U B IR R AE
7 &)
c/(ug/m?’) c/(ug/m?)
0.0~ 0.6, 1.2, 1.8, 2.4, 3.6, 6.0, 11.5.
1 2-1 i 1.5~14.7
17.3. 23.1. 28.8. 34.6. 46.1. 57.6
0.0~ 0.7+ 1.5, 2.2, 2.9, 44, 7.3, 13.6.
2 2- % il 0.35~7.4
20.4. 27.3. 34.1. 40.9. 54.5. 68.1
0.0~ 0.7+ 1.5, 2.2, 2.9, 44, 7.3. 14.0.
3 LR s 0.6~33.9
1. 28.1. 35.1. 42.1. 56.2. 70.2
FR LT A R 0.0~ 0.9, 1.7. 2.6, 3.4, 5.1, 85. 15.8.
4 9.3
fig 23.7+ 31.5. 39.4. 473, 63.1. 78.9
0.0~ 0.8, 1.6, 2.4. 3.2, 4.8, 8.0, 14.6.
5 SIEN 1.1~32.4
21.9. 29.2. 36.5, 43.7. 58.3. 72.9
0.0~ 0.9, 1.8 2.7, 3.6, 5.4. 8.9. 25.0.
6 KT 0.9~19.2
334, 41.7. 50.1. 66.8. 83.5
0.0~ 1.0+ 2.0. 3.0, 4.0, 6.0, 10.0. 19.3.
7 W= 1.4
29.0. 38.7. 48.4. 58.0. 77.4. 96.7
0.0~ 0.6, 1.2, 1.7. 2.3, 3.5, 5.8, 11.3,
8 FIR W 33.4~1610.0
17.0~ 22.7 28.4. 34.0. 45.4. 56.7
0.0~ 1.2, 2.3, 3.5, 4.6. 6.9, 11.5, 21.7.
9 FriG 1.5~41.3

32.6. 43.4. 54.3. 65.1. 86.8. 108.5

SR E LI 2 R, SRR RS AR A bR A, I Al N R A E AR
5 FHRF AR 5 B AR R R AX . TR 40 N BRI A At AR, ) MFC-2 5 R0
M E Y 1.9 Limin, FFH0AR BB LIR30 SURRCRET 14 ANREE AR UARE i
INFE 70 °C HRFAUCRFFSEE, P4 SESI HUBSJEHEN RIS 00T, 45 ANBA B HERER ] g 3~5
Gl AR SRR . BRI 2 SR, SO N S BV e s A P AR RS,
IR R B PR A T AR AR HE SRR 2 SE R F B

BT bR it 2t PG B, X 9 Bl VOCs FTH A (n=6) FIH[E] (n=18) FHXFRHENw
72 (RSD) HEAT TME, VAVFAETERIRRE




MFC-1, 1.9 L/min SESI source

Heating belt

i Excess gas <€
0.2 MPa!
Z: MFC-2, 1.9 L/min

[ Zl

Dynamic dilution calibrator ; »
A P,

N, cylinder Standard gas cylinder !

B2 (A OFSS5RFSHXES (B) BERERARESHISHEREESEERTER

2.3 FPSEESRERE

WA O % (5 LBk, 4 Kbk, R 23~28 %) ToMRIH S ) i B A2 SR LR SRR
HWRFTERM, 2RO BN 5] L N A& ML 21 77 25 A0 38 A A5 i v v LA R A2
1, RET S 3OS VOCs 3R AR, R, A ST R BT 523 18 R FH A 6 7
RSP SR, o Ik D PSR TR PP S AL 3 RS2 IR, SR FH [RD R ARk 1 B ) 5 R <R
IPSCRFEMME, BT MFC-1 BTG IORFRURE b, DUEREEZ N 1 S SR IR A
S HERERF R INFAE 70°C, RABT IERFAUA /K TR B B BE Lo A TRUERE S A R0,
SZRE AL L AR AR (D ZERRH SRR 1h i, AT R REAE
23, AR, AETRE OKBRAD , BRI, A@OERE, NRBHESOL, AifKES
Bl Q) FETFUARAE TR A 205 KM 3 U FHRAEFHARER: (3 M2 HEER
KARES 6 IR, BXIFSIAIRRL) 15s. A FE L1350 R K2 MR B A0 3 2 A S L,
2R B RS,
2.4 SHEEERBUE L

SESI JEAE 5 BHEBOMIE N 0.146 MPa J5 /3, JFXF ESLERING LA, 0.1% (viv) HIRR
VGBI AN 50 pm (G JEBANE FEHE R AN 20 um M40 JEBANE WHAT R B
WEZ o SR 4 B0 R AR W A 50 arb, $RAE ESTIEWOM A RS BT EE
REEBEE N 275 °C; Wi HER B N+3.5kV (ES PR F-35kV (EFHD 5 H

7 AN, FREVEEA m/z 60~500; 43 #E% N 140000,



B A TR Tgor 6.3.7.2 BAFHH5E 9 Fh VOCs A5 T K6 0 1) ~F- 24 7 57 58 F K b i A 2
Origin 2017 # A T2 B DL R BU% (Sensitivity, S) FIFHKREL (R . LOD
A EPR (Limit of quantitation, LOQ) 43 7l#% M8 (3x06)/S FI(10xo)/S JEM AT 1HE, H,
o RET AREA P & VOCs 43785 T8 S WA AR 15 St brdE 22l . R B MS
Convert!" VR J5 46 1% A SCAFA% U Raw”#4y.MZ xml”, [ K Python F2/3 Breath
Finder Chttps:/github.com/WanyangSun/BreathFinder) $EHUFEEIE, K M58 >1x10° a.u.
RIS X LAY oz A TR) A5 B A2 T T 5 e o7 588 P = B0 T BB A B, PR L BN
MATLAB (R20202) , K Cluster gram HYEBEATZ VR T, A ST i 45 5 58 i
WS HERE E TS o iR 2K IE T E NEAPOLIS Chttp://bioinformatica.isa.cnr.it/NEAPOLIS/)
BB B4 o A BRI, JEKE R &R 22 7E 2 ppm LA AORF SR 2 A 52 e — B
I3 FIFI R _EAE LR 2] T Evenn 241 Venn &%, J£3%H Metabo Analyst 50215} [P,
5 WS H AT KT, LAZERAEEL (Fold change, FC) >1.5. p<0.05 1E NGt HrZ
B, G OSSR A E M R ARG, RS S E R FE (Human
metabolome database, HMDB) HEATHIA B4, FRH % MATLAB 1% LU &l 22
BN R 3 2% 0t LA S 437 S B I 77 20
3 &R 58
3.1 EESWMHENEER

9 B VOCs I LRl dadEfiZE 7 F2. LOD A1 LOQ W13 2 fizn. 9 B VOCs {5 5 %
JEE IR BT PR £ 1 [ A 5 R 1) R A 0.990~1.000, LOD #£ 2.3 ng/m® (2-/% i) ~240.8 ng/m* ( F
) Z . 5 LIRS BB AR PTR-MS Al SIFT-MS AHHG2 24 (CHE TR S0 G RS
83 83) 5 SESI-HRMS ) LOD H& P&, Hr, X3 2-THi, SESI-HRMS ] LOD ¥
fi&T- PTR-MS H1 SIFT-MS ) 2 ME: X T 4K 488, SESI-HRMS 70T/ 2 A
3R . WKINTEE K, SESI-HRMS X 9 A VOCs ) LOD BJIRT AR EE T R

(RF D), %t 2-TH 2-/RHE . CFR WG PRI IR R A 38 = F 2R (M 2 P Tl BR 3%
T NI SR P T R (B, 2 W FH e B R0 77 vk s B e TPk 9 B vOCs HAg T 4T
E

— R AAE A — BRI Nl 6 E SRR H AR, 9 F VOCs #1H 4 RSD 7£
0.6% AFIEME) ~4.6% (HFZR) ZIf, KT 5%. Ak, @i %8s 3d FE AN, X H A
WAFHLREATVEALG, HIH RSD £ 4.3% (R M) ~12.2% (P ), KT 15%. P L



RGPS IR Y (R TROURSCRHME B3R S4) , RUIATIEAA RAFHIEIEM

2 SESI-HRMS #&M 9 # VOCs £k 3EE . #rEfhZE5TE. HXFE. LOD #M1LOQ
F cePEaE FREMIZR T MRR RHIR € & PR
AW
= (pg/m®) & B (R (ng/m?) (ng/m*)
y=1.88 %
1 2-THI 0.6~17.3 107+ 1.04x  0.990 2.9 9.7
107
y=171x
2 2-J%ld 0.7~409 107+ 1.13x  0.993 23 7.5
107
y =9.78 x
LR
3 0.7~56.2 10°+5.84x  0.992 6.4 21.3
fig
10°
FHEETN y=1.76 x
4  HBE 09~473  107+9.80x  0.990 3.7 12.4
fig 10°
y=1.21 x
5 FH 2R 1.6~8.0 10°+6.09x  0.994 240.8 802.5
10*
y =5.49 x
6  ELK 09~50.1 10°+695x  0.991 162.3 541.0
10°
y =3.50 x
¥ =H
7 1.0~484 10°+3.42x  0.992 10.8 36.0
/S
10°
‘ y=6.16 x
235 -
8 » 0.6~11.3 10°+5.86x  0.993 119.2 397.3

10°



y=5.18 x
9 KB 1.2~115 10°+1.58x  1.000 52.5 175.1

10°

3.2 OS5 RFSAS T

FIES5 S 9 i VOCs B B2 Al AR W, AAE — AL 32 a3 B SN S,
ORI AT B, R B 0.8 A1 0.2 pg/m?®, AR TIPS 8IS 9 Filt VOCs
R EE 8 ARIE B LOQ. FI A Venn WA 734t MBI S 73 1) 22 57, 25 R an &l 3 Fo .
AR TP B S 73 A 0 38 0 36 [ A7 AE B B0 O 565 A (EE 70395 4 (1A
3A) , FE TR 170 A (BI3B) ) o FIRFUREA R CE: 167 A CER TR 112 4> (|8
3A) , TR 55 A (EI3B) O, SRFUREA B EUE 76 A QEE TR 34 4> (K
3A) , E TR 424 (E3B) D, ATEREHER 2.2 5. TR/ ILE TR 7 & 7
BN, AP PREE B BRI T SR, IR DRSPS 40 1 Ak . R
R VOCse 2, SHRES  VOCs 4 5 44 .

A Oral breath Nasal breath B Oral breath Nasal breath

112 395 34 55 170 42

B3 (A ESTFEIATH (B) ABFEXATOMSSHEFSKREAS (m/z) B Venn B
3.3 AR 5RFSERHALS ST

NRE— PR O B ZER, K B RS S = 3 R 3 Y
565 AN ELoR X RERE SRR EEHEAT Kl (B 4A) R, 163 ANEUr SRS AF R & 2 57
FEAr DA TSRS S S5 5 i B 25 TRy N B (85 ), IZ N i AR
g5 (7184

K R S SR RS A FR R DA I RSO S e B A i 2 R PR R R B N
HMDB, Fif ok i 07 5 55 T AR H0E PLAE, 5 AL G 73 % IO £ 1 2 2 8 7 i 77 3R UL
R S6MST) o M BRI X N TS, DI P SESI R B RN & 7



B [MHNHa] ™15 BT 8 TR LB 53.5%, 1M S0 A [MANHL] 1 15 TR 25.0%.
TSP EEREEE R O RS, Ha e T RS, Xl iR E N A 45
WEINE ST B F 5 s R DS ik RS2 SR A S & AR T
VG S TR EIN G AT T, W7 RSE . B8, LIS R H R
THE CIRTHEI LS (H/C) HliAkbr, O R85 C RS (O/C) AHALF,
Xf S MR LIRS 7 B AT ST R A A, R VPR B S 5 S U o R 2R AR
—R2yMear, BAFEENTEMATH—RULEY (B 4B) . O/C e AL G
Mt , O/C iR, BAIERLERI). K O/C>0.4 I S WA BT GE it RIS AL 0/C>0.4
HE ST & L 41.9%, Sz 10.5%. A S PIRIRvBkog, LA K o B)vE
fREEMSBZ BT BRIFERYE, SPRRERT OB, iz Pk A A O R,
FEANAE Y5 Gy B AE PR b, SX ] R S R A O R A S
RRHOJRR . LA, SR IR CRBE AR SRR B 58 S0, 24 ISR 9 VOCs X IR/
FEPIRR B R DB A T B, AT DA R A S LA D R

A8r i Sig. Up (85) B2r Oral breath: © O/C<0.4; = O/C>0.4
i ® Unsig. (401) Nasal breath: 0 O/C<0.4; m O/C>0.4
E ® Sig. Down (78)
6f |
4
o
4 - "
“ .
S 4 &)
4t sqr . =1 LIL I I
7 1 S
_ -
L o -
5 . 3% 5 '
- oy 4 " @ =
.... f\. .'-1{
% ;‘ﬁ: ‘.', o
& #
0 2 OLb—o &=
—4 &2 0 2 4 6 8 0 1 2 3 4 5 6 7
Log, (FC) H/C

B4 (A BREOFSSEESHRBAS (m/z) WEEBEMNALSHERM (B) H/IC 5 0/C
Esk e

4 g5

L9 VOCs AT 5, #3773+ SESI-HRMS [E &M k. SR ERMW, &)
T E I AR T A, RIS 9 B VOCs I BT R R 325, DASERRA
PRIPSRE SR B, 15 DA RS E VOCs fI MR S AR [, AT 761 FH AR #0620
SRESIR A OIS AL 5 RSN 2R . aiTEREN, BTEEEEE DRI,
P & T 8P, X ARRE T E RS A EUINE 70 T B 7 BT & Ee e s i & . ik



—IPIRYETCR BRI T AR, RS A AR S0 o LS vy, AR AT RE T A
WP AR T PRI, WBlb AR AL S WAE B A I B SRR S P AT RE A A
TR E ATy . RIS, SNSRI AIEYEL 7352 5 52 LA VOCs BERUKIAN, i
G AR GIR . RS T FHE— DT R R, DURHEE MEAE Bt RS &
MR N EAR, SRS HLIR AR R P Rl I R AR SR R [R] 1) 22 S PR AL 70 S HORDR,
BE— 20 W A& U7 ST SEANLAE SESI-HRMS WA 75 24 11t B 22 RO BB AR
R
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