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RESEARCH ON SIMULTANEOUS MEASUREMENT
TECHNOLOGY OF METHANE AND ACETYLENE
BASED ON TDLAS

ABSTRACT

As typical hydrocarbons, methane (CH4) and acetylene (C,H,) have
important applications in industrial production and energy. Among them,
CH; is the main component of natural gas, which is widely used in fuel
supply and chemical production; C,H, is an important chemical raw
material, playing a key role in industrial processes such as welding, cutting
and organic synthesis. However, both of them have low explosion limits
(about 5-15% for CH4 and 2.5-81% for C,H,) and often coexist in the same
production system in many practical industrial environments, which poses
a high safety hazard. Therefore, it is of great significance to carry out
research on the simultaneous measurement of CH4 and C,H, with high
sensitivity and real-time monitoring of their concentration changes for
industrial safety warning and leakage monitoring.

Tunable Diode Laser Absorption Spectroscopy (TDLAS), as an
advanced gas detection method, is widely used in the field of trace gas
detection by virtue of its non-contact measurement, rapid response, and
strong anti-interference capability. However, in practical measurements,

TDLAS is usually only able to measure a single gas molecule within a



specific wave number range, which has detection limitations. In addition,
the interference of external factors such as environmental noise can also
reduce its detection accuracy, which in turn affects the accuracy of the
measurement. In this paper, a CH4+/C,H, dual-gas simultaneous detection
system and a CH, detection system based on neural network model
enhancement are proposed for the performance enhancement of TDLAS
gas detection system and multi-component detection challenges. The
experimental results show that the proposed methods exhibit good
performance in terms of detection accuracy and system stability. The main
work of this paper is as follows:

(1) A compact CH4/C,H; gas detection system based on time-division
multiplexing (TDM) and direct absorption spectroscopy (DAS) was
designed. A distributed feedback (DFB) laser with center wavelengths of
1653.72 nm and 1533.46 nm is used as the light source, and the laser
wavelength drift is effectively suppressed by a wavelength stabilization
technique based on proportion-integral-differential (PID) feedback control.
Meanwhile, the introduction of the H infinity (H.) filtering algorithm
significantly reduces the system noise interference. Allan analysis of
variance shows that the detection limits of CH4 and C,H; are 39.9 ppb and
47.3 ppb, respectively, when the optimal integration time is 556 s and 312s.

(2) A neural network-based gas analysis model is proposed to extract

effective absorption information from noise-polluted gas transmission
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spectra by a neural network filter (NNF) and a network concentration
predictor (NCP), and to realize accurate prediction of gas concentration.
The experimental results show that the NNF outperforms the traditional
digital filtering algorithm in filtering performance, and the signal-to-noise
ratio (SNR) is improved by a factor of 2.58 compared with the original
spectra; meanwhile, the NCP exhibits higher accuracy than the
conventional absorbance integration method in concentration
measurement, and its mean absolute error (MAE) and mean relative error
(MRE) are reduced to 1.29 ppm and 2.05%, respectively.

Xu Dingli (Electronic Information)

Supervised by Prof. Ge Qiang, Hao Wenliang

KEY WORDS: DFB Laser, TDLAS, Performance improvement, methane,

acetylene, neural network
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AR, SR8 TR R
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8 2 B ETHFEZRERVOCGER RS ER AR

TDLAS $ARVEN—Fhisbg ARk, RARRBUL. mik#rE. 3R
T B DA AR i A B A A I BORIE T T O T RE 1 SR LA IR
B, AR IRIE OB UL f2 H AR AR BRI £, SBR[
AR . A EORE T S8 DAS BRI RIT 018 . 56, Mo 5
AHR, AHE Lambert-Beer €. 70 7RG LeoR S . 1 LR T ML L R 2R
PR R, o DURRE A IR SR B AR R B, e, R T
Levenberg-Marquardt JF £ V40 & A MBSO TR AE LU 507 i

2.1 FRUEIEEFERR

IS0 FAEA R R, 6T AR DLE 5 s Tk F R
IR 1L M RS E R S E A BRI £ MO, S NSO T R RE R hv )RS T
Beor T RS SR SRR R Z(AE )N, 7> Tl R IAE . WA B Y A e
SEM EAE RALEIROE T, B R B TR BEERIT (BRI A T RESURAT
PRENBEPURAT LA R e shRE R BRIT , o pe B 72 A8 B T RE YR B RE S HE sh RE
IO, H b R R RE R G R 9 0T RO 1

Iy TR RIS B R L A B S SRR T B A S TR
MR RGEVERCI,  AERAF 0 AR S S EE K 7 HAT IR SR 1 BE 2K
Zik o IXANAALRED IR R 5 LT B0 T OO A2 AE = hv ZR AR IRRFIE RO 77
LIRS, AR SR AL b, 8RR E 2 IO B e s I, R LT )
T E PR T BOE BT AT

211 BAfR-EERER
AR IR BN 2-1 7R, 25— RATIROESEN |, (v) B0 7
WA TS, SR> TR R RE, PECESDEEERE 1 (V) -
BEA RS R AT ARE B1- L /R (Lambert-Beer) @ fEEAT R, HAERIE N
1, (v)=1,(v)-exp[-a(v)-L] (2-1)



74 GREIN 2R S VAT

Wlndow

Absorption Cell
Laser . Photodetector

|0(V) 5
1t (V) r

B 2-1 AR SO i 2
A vRERBE, BACh em™s 1 (v) 51 (V) 2RI BN GG ADE R

AR TR RE R R, A mWs LRSS R E R
MKEE, A em; a(v) A UAEBRICREL SRR om, ROV E S
HEHIRISRE 77, LSRRI A IR TS5 M5 5, ATk DR

a(v)=c(v)-N,(T,P)=¢(v—v,)-S,(T)-N,(T,P) (2-2)
A, o (v) WA, BA8 cm*molecule; N (T,P) 97 TR,
AN molecule/em®s S (T) A 7> TR LE 58 Z, B A28 cm/molecule;

B(V—Vo) WLV, Ry IR, R IH R [ p(v-vy) dv=1, B
£y cm.
S A Q-2 PHEATISY, HRA R TR S TR A -
A=[" In{ tgv))}d v=N;(T.P)-L-[ "o
FRAMIAL AL T SRR B RSCRE P o AR SR e PR (R . A7 e
LS H)ERIREIL R, S WA T A, IR 2 R (2-3) R R
AR5y (IR C (3847 9 ppm):

C:Nj(T’P)x]_OG: A-R-T

N(T,P) Si(T)-L-P-NO-TO

(V)dv=S,(T)-N,(T,P)-L (2-3)

x10° (2-4)

ﬁ$,NUPF§ o¥ﬁm% TR0 T RO RE s N, v i 25 3

(Loschmidt constant), fE ¥x #f i# & & J1( T, =273.15 K, P, =1 atm)F ,

N, =2.6875x10" molecule/cm?.
10
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SERRI IR, R AR SR B, E T AT S R 5]k
[ 16 R B A1 o B ERT 2080 I (B 4 i AR A K PRI s €2, 1 (v) R AR
W REDR, TR (V) 2R 3. EET DAS AR H, wlidd
FERUSEAE S 5 A I oM X ek, ) F 22 T & BORE S A (V5 S22 R
B e (V) o B 2-2()JE/R T DAS ARG B M RGBS 5 5IA R, 185
IR ARG, 15 3SR 2, 38 T i A 3 110 22 8 R HORT o 1 A ais
BEATILA FHRr, 15 EIIA IR 5 B 2 MR A A, BVEROE A
Bk 2-2(b)Fis

‘(a) """ Ibaseline(v) ‘(b)

Integral area=A

\ V4
Non-absorption area ——— > |<+—— J (

Laser intensity
Absorbance

Frequency Frequency
22 (a) JRBAIRISCAS 55 S A s (b) BRI LR R OO 115 5
2.1.2 RUBUE LR
73 TR AR S HARAEA A 70 TA RN, AR J LR DIMOG. fikhE
A5 FATRBON, W R BUR L2 5040, T4 FAE m eSS k) FRRE R [i) 2
8] ({9 BRAT I K e T[R4 R ¥ (Binstein coefficient) B, : B, =87°/(3h%c)-|R,[" -

3T MR ST 2 5 JEE T 413 0y -

1 hv hev,
S=—.—%&.B .N. -|1-exp| ——& 2-5
N c ik i |: p( kT j:| ( )

A, cNETHRDEGHE, B8 em/s; h AEBATEHEEL, B8 ergss v, N
|K) — |i) BRIZH 08015 K ABURZESHH, A Nerg K BRI ¥

hev,,

?{1—exp(—F

ﬂ&H%Tﬁ‘?ﬁiifﬁ%é&l‘ﬂB’\J“&LIM%IEO LB PR MR A,

RAERS 7> TATREN, ATt — 2Ry

11
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_Ng o [CNCE ) oSy el _CEL ]
N, = o eXp( = j,Q Zi‘,gi exp[ kTJ (2-6)
XA, o MRRERESRIRIIFE, E NS FIRENKEZERE, QN T ANHA
TR, ZiEH2-5) (2-6), SRIEIREET BRI IE R m R N

hv,,

B9 oo ~NE )| e - NV ]
. B, Q(T) exp( T ][1 exp( T ﬂ (2-7)
R ARV, W R S, (T) AR TR Ae S 7 T KA N,

EZFNRET MR ELW . T EMERER T SR T FRiSsRES (T), o
FHASHRET RO aRE S, (Tref );{gygﬁ[ez]:

B QQ(I:B) . Elei);p((htﬁ]}} - {_ hc% (% . Trlef H =
K

S(T)=

e

JHH HITRAN 2022 5 204 (1 5 2 5 B DL (296 K) TH R 46 RAE
ZEME. R, B Q SN, RS AT # 2 A MIRE T H TS 2 ik
. B 2-3 B/RT 6046.96 cm™! i CHs 20 T HIMRICEE LR AT 6521.20 em™ Bk
CoHa 4 F R SRS LR AE 100-500 K 3558 S0 6] P 2 4 5 5 P A0 Ak i 28

4.40E-021 3.50E-021

() CH, —=— line at 6046.94252 cm* 1B CH, [F=—Line at 6521.195008 cm’}
@ 1 —e— line at 6046.95162 cm™ @
3 3.52E-021 | —4— line at 6046.963576 | 3 3.00E-021
S S ]
E £ 250E-021
5 2.64E-021 — 5 i
> > 2.00E-021 —
‘B 1.76E-021 o ‘2 ]
[ (<}
g £ 1.50E-021 —
(<3} [}
£ 8.80E-022 £
- — 1.00E-021
T T T T T T T T T T T T T T T T T T
100 200 300 400 500 100 200 300 400 500
Temperature /K Temperature /K
2-3 (a) CH4 73 1(6046.96 cm! B 1) Fl(b) CoHa 43 1-(6521.20 e it ) it 1 28 5 5 %of il
AR AR e

2.1.3 UGB LR ENHI S LB R H

W ATl 22 7E BE IR b 38 W IR N B R e R . SR, AR SEBR
W, BTS2 2 2 A ERALEI 52, W1 E 28 B %5 (Natural Broadening). il 48 fi2

12



23 W YN 2 TR R TAS'S

% (Collisional Broadening) % % i #) J& % (Doppler Broadening), WIS ik 2 21 Hy
— T MR FEANTARIST . BRI, RSO 2 i AR IR AR b i X RIS — (R, T2
S A E— S8 AR TS B Y o TEIX— S0 v, WSO 28 1 e FE A A1 45 7€ 1)
Hov, EVRALRA. A eR RS A IR TV 2R WAL AR BB A AR A ) AR
s A 7RSS A AE DA A R e KR B, (R INE AR 1 5 4% ik il
SR i 2 v O AT ST U 5 P 3

L S B B ECA 18 A8 22 (Lorentz) & A B L. 151 01 (Gauss) 2k A bRy £5OF1 IR A7
Ri(Voigt) ZR AL % H o, Lorentz 2854 bk %5 3= B4k FH T Hliid B 44 e v RO Ailf 3 e
TERT SR G, AR AR IS L O BUR], RIS, RIAKES
Aii o Gauss 28784 bR HUUEH T 1k bl T Hae sh T S B 2 M 8 5, sk
TEARTE T, SRR R, AR . Voigt 8 pR A2 Gauss Z8 A
Lorentz &AM IR, 456 7 IR, RENS BN A TR HB R IR 1 SE PRy BRI 58
Hh, R AR R AN 223 A i S 3L [FE AR B R AR,

[ }

A

line kernel

Av (FWHNI)

Amplitude

¢ (vo)/2

line wings

Frequency

V] 2-4 WM 0y 20 5 A 5 P

B 2-4 R T — AN BN BRI IO LR 26 2, o Ol A v, AR A A
2, WPAKRNIRAE . LB BITE H O AR vy AL IR B L R AE (v, ) o 2R AL 55 & Av
€ SCHMRAE N KAE ¢ (v, ) FREZEIH 2 (v, )/ 21, Frxt Rk se B, FRAM
245 %% (Full width at half maximum intensity, FWHM). FWHM [X 35 P ()34
BeRRA “Zi%(line kernel)”, X —#i5r FE B T RIIZ0ME R, 2IBLHNE
TH s FWHM XIS B2 MR “ 223 (line wings)”. 2R3 1 IE{E

13
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BAR, (HE s 7 — L Sy E s S, RS B AR R AL
AL

(1) H #RJ& % (Natural Broadening)——Lorentz £k 7!

I 2R e 5 WA FR N 75 i Ji2 9% (Lifetime Broadening), &R 7. 2> FEURL T
(R PR 5 i Bl P2 AR 50 5, MR AEAE T AT LA A PR R 5 75 A kL 11
A, REETERAH e R, YR T80 T AR S RE B RUR R
B, SRECHARE RN T . AT, B TEREHFEMIE R, BBRMAH
TSI T RS M EN— MR, BAMS, MRKESWHA A

T PL R R R U8 B R

r=1/A (2-9)
X, A NBE RS Einstein RE KRBT AL RN R AE BRI LR %
F. H34 Einstein 5831218, A, RRN:

647V

A =8heB =" IR} (2-10)
K, |R,[ ST BRI SR . AR YR AR £& (Heisenberg)
e TE R, RERSIETE AE SRS FH o Z I LR R
r-AE>h 2-11)
FH bt — 215 21 R e 58 R JR 9 AV,
3,,3
AV, = AE 3272' Vi |k| (2-12)
hc 3hc

FRARTW, SR AV, 5POEME N =07 vi RIE G, BT AR,
H AR SR R . X T ORI T, BRI ARREREL A 1x107°
em'(30 MHz); i WK 1 8% 30 25 % 20 25 16 B 48 e 58 B0 0 4 591 4 1x107-
6.7x107 em™(3-20 kHz), 3x107°-3x10* cm™(10°-10* kHz). HTHAEFE D
FAT =8, BRRERNBISESE, WL Lorentz LAFIE M« 0 THRILER
i, BERJEHEARN, T A AR 2 3 e v Al R ) o R S A
[SR N 5 LA RFIE ~E: I

14
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(2) filf-J% Ji£ 5% (Collisional Broadening)——Lorentz £& 7!

Tilf- 48 Ji& 5 B 4 BRI 7 )i %8 (Pressure Broadening), 5 E AR, JET
WS BEM — i, R TR TR R AR R S| A I RE R RS, T S R
TR 2 e B o O A 1) ~F S5 I6F [R] BT BG H 7, FilEAEE S A2 BB 2R R AR BR T 2
BIHE, ARG dr AR AN E P TR R G 2R AT A 4 R S A

Av, > 2-13)
27Ty
Till 42 F2 5 1 2 LR A2 Lorentz 26 A, RIAXN:
AV 1
=—L. 2-14
4.(v) r {(V—Vo)z-i-AVLz] &-19)

JE 7T BN 2 3 B0 1 B O RE AR T, AT BEART2 B i AE, i fEfg
Yozt UL, MEHERRETE Av BE 550 R BN IEM . thAh, MEERETEIE

%%f)uum_u EEI‘J?M)XRE'%D\E, /\§&%$$Ic7j
Av, = P ref n 2-15
L=0F- T ( - )

Xrf, T, ASHEE, BHIR 296 K; n NEE R, @A 0508 206; g
R TR R AL, A T 4T TR 5] A R P TR SRR, 5 IR
HEAR F R FE AR B DIAROG . MR BE T i, TR RS B o, ik
AT b, R TR AN DR . i — D A R v SRR, BRI R A
FLFE 5y 18] [ E JE 58 (self-broadening), 14035 5 15 5t Akl 51 10 = <R 58
(air-broadening). 1] F LA At AT H#HIA -

T n
[gself self T Gair '(P Pt )] [ 1r-ef j (2-16)

A, Py NEMEASHI 5, BN atm; gy, Mgy, 70508 H i v R 004

SIETEREL AN emVatm. & 2-5 R T 3 ppm CH47E 6046.96 cm™ Ptz Al
2 ppm CoH, 7 6521.20 cm BT Ao Alff3 88 o 45 1k

15
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(a) 3ppm CH, 7(b) 2ppm C,H,

0.30 0.30

E 0.25 £ 0.25

o 4

E 0.20 = 0.20 A

I ]

; 0.15 — E 0.15 —
.':‘ 5

$ 0.10 $ 0.10

0.05 —

= Line at 6046.94252 cm™
® Line at 6046.95162 cm™ 1
A Line at 6046.963576 cm™| 0.00 — [ = Lineat 6521.195098 cm!
T T T T T T T T T T T T T T T T T T
0.0 05 1.0 15 2.0 0.0 05 1.0 15 2.0

0.05 —

Pressure /atm Pressure /atm

P 2-5 (a) 3 ppm CH4(6046.96 cm! fi L) A1(b) 2 ppm CoHy (6521.20 cm! Bt 3T ) FIAlEfE i 55 4 P

(3) Z ¥ & 7% (Doppler Broadening)——Gauss £ 7

2% ) i 58 SRR NI J2 58 (Temperature Broadening), & FH 43T 50URE T [1Y
MG EMIR MBI R . 20T 85 T VR R Y B E L v IS 3,
RS BB B o 2 B 22 B RS 7 A A%, BARRIR 30

o =, +Kv (2-17)

A, [Kl=wlc=27/2, FFMEEREKAIGEN KR WNFHES 551
MG Z AR B e b, BIRE BB, SiAlls: FREBT, SR,

AR, 7 EUR T HRGEsl, HROZRm o il 2 S 8, A FRE
L FHARKZE PR, WM —FrEE SR ig L e se, B2 SR,
2 ) 95 S IR L Gauss B34, RIEHAN:

In2 2 V-V, i
¢D(v)—‘/ . exp[ 4In2-[ i J] (2-18)

K, Avy, HZEH FWHM, FiBN:

Y2
AV, =V_o.[8kT'”2j =7.1623><10‘7><v0><1/l (2-19)
c m M

FRARIE R T2 SRR SEET Mo FEREM ZRKBCR,
MR TR B TR BN, T RS SR v N, 2 RN B
Z 3. B 2-6 EoR T CHa %3 1(6046.96 cm™ FiIT)A1 CoHa 43 1-(6521.20 cm™ Fif
1) 28 ) e vE bR IR AR A i 2k . BT S, X T CHa 2 7, =Rl £
W SR L — 80, R IR R B i s me Ak ST T B AR IR SO . E L
BHME< em™ MBHT, XFZEFZIEAT . T Qo2 7, a7

16
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JEIRJFURALR, EMFRE AT, CoH M EHE AT CHy Tt g

===3 <
G =
0.024 (@ CH, 0.020 — (b) C,H,
~ 0.022 o
. 0.018
5 1 5 ]
= 0.020 - =
% ] % 0.016
0.018
; E 0.014
=— 0.016 5
Q =X ]
g 0.014 g 00
a 1 = Line at 6046.94252 cm’* a
0.012 ® Lineat 6046.95162 cm™ 0.010
1 A Line at 6046.963576 cm™! 1 | u Llne at 6521 195098 cm’!
0.010 T T T T T T T T 7 0.008 T T T T
100 200 300 400 500 100 200 300 400 500
Temperature /K Temperature /K
K] 2-6 (a) CHa 73 1(6046.96 cm™! 4b)F(b) CoHa 73-(6521.20 em™ Ab) 1) 2238 ) Ji i %o I B2 4K

R
(4) TRBHRR(Voigt) 23
SERRESS TRETE T, [FIN AP AEmEfE e S AN 2 E B v . IR & R
B, ZEEEGE AT, EEKH Gauss &R REHFIR; WAL S KN, BIKESR
NE, EERH Lorentz ZER BRI HE GO, APah R B8 1K T8 B BT N,
W A R ARG AN, B Voigt 26484, iR N:

)=["45(u)-¢ (v-u) du (2-20)
7€ X Voigt LS Ha, e v KR a oK, AR E w RN T YRR £
L&, ARfEy ARBLFHTA e sE AL ) B S

a=+/In2Av/Avy ,w=2In2(v-v,)/Av,, y = 24/In2u/Av, (2-21)
A Gauss ZkRE L, fea, wHIEX, ARXQ2D)AIHEA:

¢v<v>=¢o<vo>-§-f;°aff’((T‘fy))zdy=¢D<vo>-v<a,w> -22)

A, V(a,w)g Voigt LRIRH, W bRHE BT dan Ut . SR A
P44 (Whiting) I U7, SCERIRIELT IR ZELILE 1%L, Bk A 308

1- 0.693y°) + —
( x)exp( y )+1+y2
& (V)=0y (V) (2-23)
+0.016(1-x) exp(—0.0841y2'25)—;
1+0.021y%%

17
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R, X=AV /A, y=[V=v|/AY, , Av, =0.5346Av, +,/0.2166AV, + Av,?
Av, A Lorentz & 2 FWHM, Av,  Gauss 2k FWHM, Av, N Voigt 28 FWHM .,
K] 2-7 7~ T FWHM AH[A] ) Lorentz 2674 R EU A Gauss 282 bR 24 DL 2 6 R4S 21 1)
Voigt £k PR 25

— Voigt

Lorentz

Gauss
3
=
=
IS
<

Frequency
%] 2-7 FWHM M [Af#) Lorentz 2874 58 #0A1 Gauss 2874 58 B LA K B AR 1R B0 Voigt £ 74 pR

2.2 BFIRHEE

FE3ET DAS AR R girdr, M EEORIE T HOGR AMERE S . e T
PR DR G AR B R . BRI, WO AR ANE M 7S R B B O Th R
WEh oIk, 2 A R AN S R 3R s, R IO 28 K ) LR
RIS T (HL U R 75 ) IR 420 IR B VA8 )55 e . DYl T8 M 7 O B v 224K
ST BB RS (etalon RGN FEL, IR b A5 5 BE OGBS
I AR IR o 't L PR 85 T 5 U B 45 5 B AR A OC RV P L 2O LI
BRRG R HORIME R, DL B A IR IE R A HR e P O8], 3 G 75 114 25
2RS4 I 25 AR T 2R 45 ) 45 14 LE (Signal-to-Noise Ratio, SNR), i 11 0 < 4
WREERE B NTRERE . R, SR FE 2 1B - IR I EE R G115 5 BT AL 2,
A REMEEFE T, 0 T4 o R GRS B G H 2L,

2.2.1 FIREEIE

“FHJE (Moving Average Filter, MAF) 512 & —F & f i 875 5 A BRHEOR,
HAZ O F R IEE S HE S N AN BN R E AT PR, WnsElES

18
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TN, ZBERITERES R, T EIRE N AR B R I 2 A B A R
2N BUEBCRIS, A5 SA I, ERNEE: ke, = NBEBCME, &R
G Ui, (HIEBECRR RS . £ RS, RER WG S

ARIRN:
X(t) =s(t) +n(t) (2-24)

K, st) AEBRIES, nt) WERGMFS . REMESSHIERIAGE M
AFREA(j=12,.,M ), TFERIBEAAL, B RERECNI=12,..,N. Fil
P EE § A RO AT R Y
X(t; + jAt) =s(t; + jAt)+n(t; + jAt) (2-25)
A GOSN T SR BORE R I 20 R s () A E YR S XA
REEFI, 5 A R B EEE AR, AT S ORFoR: TR n(t) ZREALIY,
HBEIRT i, SORRT j, SRR A AT #Eie .
X, =$; +n; (2-26)
SP3BT R R

_ 1 N-1
MZWZM (2-27)
i=0

222 FREBEEZE
R 2 )8 (Kalman Filter, KF)& 2 A& —Fpdk T DU Bl oF 298 1 f i 15
flivEJ7%, 3 TN AT ST A B R A ARSI R GUIRAS I s LAl 1H70L A
O JE AR R T T Bl S R G T AR AT S bR e, BhAS TR NS S WA )
BCE, Mg Mestittirz, SEM RGOSR BEmS, KF BPIRES
Ji RN & T RN -
X, =Ax_,+Bu,, +w, , (2-28)
z, = Hx, +v, (2-29)
K, x NRFEMZIKPPRER, v, FIEFIAS, z, AKZk A0 EAE.
A, B, HZRRREEBAEE. S5 AR & w,, v NI
MRS AN RS, BT ZENQ MR .

19
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FEFMIPTBL, KF 2 R G Z IR L o7 Z R Rt AT Sega il it

)’Zk\k—l = Ak—uk—l +Bu_, (2-30)
Pk\k—l - APk—l\k—lAT +Q (2-31)

R, R I LK —LRE K RS TG, By, o B A ey 7 22 4
Qu AL T 7 7 2R

TR, KF 2528 0N BN AT IS T, B4 Kalman 5
SENAS T RO, T BARRAS i+

-1
Ky =Ry aHT (HRy ,HT+R,) (2-32)
R = Lo+ K (20— Hiky (2-33)

F)k\k :(I - Kka)Pk\k_l

A, KN RRER S R WIRESEHE: Ry NERE YT 250 Syl
IR T R

(2-34)

2.2.3 INETIRRIKE L

/N AR i (Wavelet Transform, WT)ifi 5Lk & — Bl 2 B T 4b 2R 5 5t
BT WA T 7925, TR AR D B 3 3 3 s P /N D ik R Ot {5 S AT 2 R
JEor i, KRG 5 O A RIS 1) T S 0 &0 WT B8R SEE S HE Nk
SR BME A ERE S A =AM OS R

TE/NE R B, SR Mallat 550 UGS ST 2 B0, BE%ANR
JE T M ALl % B (Approximation Coefficients, AC)FI4H ™ % ¥(Detail Coefficients,
DC). HH, AC RAME SIS, REUSS EAEES, DC XRS5,
B A0 TR F M 7S R4

TEBUE LAY B, X ] )2 DC AT ARG B Ak 2

DC; =7(DC,, %) (2-35)
Kb, p ABEREL RIEESRIEESE, A NVEENRESH, EH 50 W
A R

20
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FEAB 5 A B, A AL PR S 1) RO AT /N B AR e, B IR IS IS 5
é(t):Wl(ACJ,Dbjj (2-36)

=1
Arb, JRRIZE, BRSNS PP

1E WT SRS SERR R H, S ER AL TAE 252 m S8 PR OB EA T, &
AL /)N U oR B A R L R ) A R R M R B R o /NI e R ) e A
IR RS R . ROMIRVE SRR, DU ORAS 5 7 AR S (RS 2
8 A 14 18 5 %o Mg 7 0 ) S50 SRAT Y 35 O, ) R BE 0 AT R A, T AN
G BB R S BUE T R R B R R A R BN TRIE T TR N R
BOHAT AT, AN TE) (1 8 R B S B 1 AN [R] R A R, B e i R PR 1R e
2.2.4 Savitzky-Golay R E %

Savitzky-Golay(S-G)iif il 5Lk & — Bl B T R4 22 T Ui /s — 34l & 1)
B9 P 5L, HEA R 2@ 215 5 8 Ho ne 3l — Al e 9 BE ) T
For e H N R S B REAT 2 IS, T SEIE S I AL EEUH . 2
R R B & 1R/ (BN 2 54006 i B s s A 2 T U B SO | e

WRMRESFIIA X ={x[i=12.... N}, Hoi NEERREE A, X JoREE
MRS SH. BOE S-GIRE PR & NS n(n=2m+1), RREFGAFK
FERUURD G 25 I HE m AR M B & o X T8 EN B R, R —
ANk B2 AT G, B

k
g =>a,(j-1) (j=i-m,..,i+m) (2-37)
A, a, NEZIARARE, jJNE D NIRRT, OO s i br . R5L
a, AT MR ZE T T FR AR
i+m k 2
r{r;i}n Z {xi —Zan(j—i)"} (2-38)
—HAfE 7 2N R, , Rl 2 e AL E R B Ly, X
L IAE =i a1, /.

21
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Yi=% =2 (2-39)

2.3 Y ELRIME S %

TEAARISIETE 73 #r e, 1 2 26 1Y oR 50 1 s 0 T AR DN A4 VA B TR i
BB CHEE, M RE LR S A R AL B VI O, AN S X RA
[ PR T B . FH R 28 70 bR B EL 6 Lorentz 2671 . Gauss 267U A Voigt 267,
WERTRE RS . S EEERE N A NHE . T XL A AR LR AR
A, PRIAE HEAT Ze A I 75 B A& 1 AR S MG B0 AR DR A6 I A&
K FEE AT S

T FE R B (Gradient descent, GD)VAIE IS T B 77 IS AGEITRALE, SRFITFE
BRI R, (AW SIOR FEA X BN, wfE DAY 2 SE AR A I 755K o e 8-
A= 1fiji(Gauss-Newton, G-N)¥Z i i Ze 8 2 500 F1 %7 AR 26 1 00 bR Bt AT 3 el, )
H 2 RIEARZSPAEIER & 23, [ HET s IUE . EXHIa6 250Uk, HikAR
b AR g A e R R B AR T e FE R RIS O, AT TR TR AR . PSR- S E K
FF(Levenberg-Marquardt, L-M)iZ/2 454G 1 GD EM G-N VAL i), it i e
K731 GD VM G-NVERE R T7 A, e Pudiesom s mtae . Kk,
L-M B35 72 S SR i R i I & R I AR

L-M SykB# 0k mECK sk 21 5 A, HEAS AR . ik
TEPAT B AE R R B y = T (xa), HPa AFHELA LA RH T
K2 & AR n A8 A (%, y)i=1 2., N}, ey A, %
TR R KR R ADA & I L A DNy de /MR 21 D7 R 5% (@) FRY SR i) i«

7 (a)= Z[yi - f(x:a)] (2-40)
X TRGER, S8R & e, MEHERRA:
a.,=a+(373+1) 37r(a,) (2-41)

A KARFEAREL, I 2 2% (a ) WS HUA & a, KIAERT E(Jacobian)FEFE: |
THARERE, A BN T-.

22
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BAREE D BINT

() Ws 4. wEVIIhEa, . FEEFA>0. WSBEe>0, LY
IRk =05

Q@) WERET AR 5 22 (a,);

) Rt EHSHa,,:

@) WRBERT: # 22 (a.)2 2% (a,), HAAGMEL 10 1), &
®(3): KRBT,

(5) EHEH T # 2% (au) <22 (a), B A @l 10 £), [Fr4
k=k+1;

OFIWILS: HESHEHML o, —al<e, MEZES, 4RiENR, &
3R 5125 B(3) o

i BRSO 2 % (a, ) WM, BEJE T A 2 A IR .
PRIBEDL T, 24— 00, L-M SVER AT LU 1F A F 28 JE (Hessian ) FR&E U2 {E 19
G-N ¥%; 2 4% (a, ) BWIHHE RN, A BRI K. HIRBELL T, 24— o i,
SR B MR BN S8 ) GD . Bk, L-M Bl 4 eH e
T4, £ GD ik G-N L AU, AR PIE R AR, IR o B
A ORFE TSR FE ARG e M. L-M A B AR AR Bl & 2-8 Fror.

NG

23
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Start of the process

Based on the initial value a, ,
calculate z°(a,)

'

Calculate 7°(ay.,)

A 4

Output a,,,

End of process

] 2-8 Levenberg-Marquardt L& 5 A5 AR AR K
L-M SEAE R s B AR ARSI 57k, RENE PRIE SR 217 &1 S DL
M SEBLBR SO 5 2 Y eR B A 2Rl o PRI, BV e sk . AR A
e R IR R SE MRS B F AR TR R S aa il v . DIk, RS 22T,
i EON T B AL AR IR B S IE AT AR S 5, DA DR IDL S I R A RS 1
PERIASE M. JCHOR AR R AF AR BORME F HIE OL R, WIS M S H i E
X SEPL PR HATSE A& 4R B B EE IR

2.4 FENG

AT RGEIE 12T TDLAS SRR E . B, VR4 1k
JEIE AN, AHE Lambert-Beer sEAH, 70T WMl 2o 2 DAL 26 Ji2 FE A1
HI(HRESE, ZEERGEMBRE ), FHFRADM T Gauss ZEHL. Lorentz £k
TN Voigt LA RREHIRS flo LI BRI TR AR 45 P A7 AR B I 5 2R B (o'
AR AALMEFS | OBRE T RS DU AR 88 ), IR 7 FE MAF. KF,
WT Ml S-G JEB IR N L R BCr IR R SRR AR . ), Avdl 7T
Levenberg-Marquardt {F £ V40 & A R BOE TR AE LU 5071

24
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B 3E ETHKREM HE B A CHW/CoH, [E1R N2

NI Ay TR BRI FI R, TDLAS ZR 408 K BN e 35 Ot
TRERZ WOLRES, 454 404y & B (Frequency Division Multiplexing, FDM)E& i 73 &
J(Time Division Multiplexing, TDM)$3; AR SEHLSARKEAE G 8 AH ¢ X 485 1 78 75074761,
Horfr, DAS SRR R Grdid T 70 7 RAOS L S BORAT IR SO, R A& R
AERTI LS. SR, ERAMEET, RGRMKEEE 52 BB, S
T MM 75 DL S ARG H e 75 55 22 P R B S o A% G B0 B U BV AE R B R
M FE IS AETE S H 1R BRI S-G B T 11 2 B0R 2 T B #2250 1 E
FER MM T 5 R R WT JEIBSZ R T /0 ipk 5 o 25 5 100 M 32 9% P B 7 12
KF o B GE iR i FE AR, e P AR M R S sl sl AR A, R M B S 3 PRI
MWZ T, BT BRI E LR ZE S/ MU T H JE 55 383 (H-infinity, H.)H%, 1%
BT RIS GirE B R, TEZ) SR I Ik 75 PR 58 v Ji 0 Hh o 57 )
ke T IERE, NE IR TIAE T OGS S A B 4L 1R 8k 777,

RESHT —FHT TDM Al DAS B %58 CHy/CoHo XK R 5. 1%
G0 K H F T ELA5-AR 4314043 (Proportional-Integral-Differential, PTD) ) 1% 2 ] )
WA R, A RENHIA B8 80 AL SR ok K E R FIN, @
O HoyEBEE, DLH RS, SEm ARk . &5, il — &5
AR S, X RGAITEREEEAT T T I A .

3.1 £F DFB AR/ SEE N RS

4347 3 i (Distributed Feedback, DFB)JO: 2% DK He 5 35 110 45 28 5 R ME ARG 1
R RE /1, © A TDLAS Hhas 2 R A7 PR 40 iR 7 T DFB
WOGEE RS RI R G BEAR BT 7 %8, B E TS 2k £5 . DFB #0
PR LI E KRG UK RENEE S AR ITEALR .

3.1.1 MRkt £ 35
AP, fE3T TDLAS SRR b, IR A 25 1) 38 B S B v s
= R BRI ) SR R 2K . G, H AR ISR NIRRT 2 A& AN T TH AT & B,

25
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B, Pk MR AT £ 0 N 5 e I 2% R (R H AR AR IR R LRI AR ) A UL
fo. #ifzenmiitsm, Wl MMM ER, SBOLEFRERNEES: Kk
o AWEERAREERTY, WG S T REAR MR AR M, T BUGVE A SO SRR
R, P I AT 2 SN RS B e G B HL At SR BT TR, i LK) HoO A
CO2, LA A Pt . shoh, fEZHn ARG, 875 E%
JET SR AR SRRSO 0, 8 S IR S 1)

NWEFT CHa FI CoHy MG TER ISR, AT HITRAN 2022 $df Fixt —
HAENTLLAMBE B IR SO 2 5 B2 EAT T A0 45 & 3-1(a) s, CHa Ml CoHa
7E 6000-6500 cm™ P/ 73 HAALE A& BRI 15 o 28G5 RSk I R B0 AN A
Mak, SLHIEFE 6046.964 cm! A 6521.195 cm! I (RIS IS £ 4 Sy — & ARG )
BB B 3-1(b)FI(c) R T TEIE E 1615 o B P9 S ARG B il o 5, o
WEL 19 1 atm, RN 296 K, AROGIE 30.50 m, CHa 1 C:H2IKJE N 10
ppm, HO WKJEHN 1%, CO A 400 ppm. 3 3-1 WYL AL T ATk CHs Al CoH:
O IR 28 1A D S

1.4E-20
v (@) [Temperature of 296 K|
8 ——CH,
N
® —CH,
@
S 1.2E-20
2
o
: - ‘
£
<
2 1.0E-20 -k [
@
5
£
@
Ll
p}
NARTIV o || ]| |
0.0E+00 T t ¥ { ¥ T — T
5000 5250 5500 5750 6000 6250 6500 6750 7000
Wavenumber /cm™
0.06
0.012 o () [Temperature of 296 K 1 (©) [Temperature of 296 K
] Pressure of 1 atm 0.05 Pressure of 1 atm
0.010 Optical path of 30.50 m ’ Optical path of 30.50 m
5 C(CH,)=10 ppm 5 1 C(C,H,)=10 ppm
S o084 [FZICH0=1% 8004 ) cH0=1%
g C(CO,)=400 ppm g s C(CO,)=400 ppm
8 0.006 g
[ S -
2 g
£ 0.004 £ o0z
] h J - ﬂp JX
0.000 .,M}\,J.,.*,.,A. 0.00 .A}i.,.,.,.,.

6025 6030 6035 6040 6045 6050 6055 6505 6510 6515 6520 6525 6530 6535

Wavenumber /em* Wavenumber /cm*

B 3-1 2T HITRAN df FEREALL CHy 5 CoHo itk

26
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% 3-1 itk CHa A1 CoHa 23 5 WRGHE LR AR R S 4

Species Wavenumber / Line Intensity / Yair | Veert ! E'/
P cm’! (cm/molecule) @296 K cm™-atm!  cm!-atm™ cm!
6046.94252 7.877x10°% 0.0651 62.8758
CH4 6046.95162 9.277x1022 0.0774 0.79 62.8768
6046.963576 1.455%1072! 0.0578 62.8782
CH 6521.195098 3.165x1072! 0.0768 0.141 247.0240
3.1.2 DFB #8451

RGHTE 1) DFB HOGAA 14 5] I3 26450, Hamadvt S, ke
TR R B R A RS 2 o WO I IR B 5 ] ER B B AR R A S,
FHRFEHREE Y 0.1 mA, REFEHEE N 0.01°C. &l 3-2 JE75 7 DFB HUL s
E s BT APy

e — ———————— — — — — — —

%] 3-2 (a) DFB 062%: (b) BB A080: i) 2%

IR IO 38 R B B8 6 208 15 B bR ORI IS 2, S g e i A
WA EOG A RS FELAL(20-100 mA FEIETE ] )M TAER B, o HBAC 1 Rt
BT T RGBT R B G HT10(AQ6370D, YOKOGAWA)5E ik, 45 54
N 3-3 Fivs o AR B ROk 388 TR I RRE, e ORAS I AR IR 2y 3N
34°C(CHa Al R 25°C(CoaHa Ky, FHA I =B 2 IUORHEO 65 3K 50 F it 5 R 5
KWK REATIE, HEERREAN:

A=a,+a-l+a,-1°+a,-1° (3-1)
A, AABOGE RGN, | REOGE IR IR, o NG R WK 3-4 B
N, ZIALA 25 i B A S R R 583 T 0.999, FEAFTEE AL
TS e 05 HE i AR IO 28 1 A TR R

27
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£ DAS SMASI AR GE SIS ISR 2 AR AR e B, 7 20K
P AL BRI e BB B AL . AR A% 48 5 15 R 1% A - 2 (Fabry-Perot, F-P)bs
HEFLEAT SE e R HE, A R Gk T RO 2R U RFAE, 455 A (G-DATE
LI f XN LIRS RS I R 5 AR ZU B SR Bl FLAL S R A R AR &R
B SR S SRR N OC R, T SEDLB RO . 125 i ARt 1
RGEEH, AR TR, I | AL B bR RS S IR A

1654.4 - 1533.9
{ () [Temperature /°C DFB#1(CH,) { (@ [Temperature /°C DFB#1(C,H,)
1654.2 4 —— 32 1533.8 - —— 24
1654.0 ] 1533.7 ] »
~ ] - —h—
€ 4 g ] 26
< 165358 < 15336
= <
=) i i) i
< 1653.6 < c 15335 —-
L (<5}
© b °©
& 1653.4 — = 1533.4
= 1 = 1
1653.2 1533.3 o
1653.0 1533.2 o
1652.8 T T T T T T T T T 1533.1 T T T T T T T T T
20 40 60 80 100 20 40 60 80 100
Drive Current /mA Drive Current /mA
VEr N L2} N L/ 2 JEE | vE 7= ray Y
K 3-3 DFB oGt BB R R 5 AR IR A XS R 2R &
1654.05 1533.60
@[ m Experimental data (34°C) {®O)] = Experimental data (25°C)
1653.90 < —— Polynomial Fit 1533.55 — —— Polynomial Fit
£ 1653.75 g 1533.50
£ 1 £ k
£, 1653.60 £ 153345
g 1 £ 1
E 1653.45 - § 1533.40 —_
S i fion | y = Intercept + BL*'L + g Equation | y = Intercept + BI*x"1 + B
; B2*x"2 + B33 1533.35 — 272 + B3*X"3
1653.30 o Intercept 165302498 =0.00937 i Infercept | 1533.25343 0.00296
d Bl 0.0051 +5.78583E-4 Bl 0.00102 +1.8292E-4
B2 2.90476E-5 £1.05177E-5| 1533.30 B2 2.55628E-5 £3.3252E-6
1653.15 - B3 1.17845E-7 £5.80189E-§| ] 83 -3.53535E-8 +1.83428E-8
] R-square 0.99994 Resquare 0.999%5
T T T T T T T T T 1533.25 T T T T T T T T T
20 40 60 80 100 20 40 60 80 100
Drive Current /mA Drive Current /mA

3-4 DFB M58 % 5% 5 0K E) B 1 2 T 04
13 XWRERY

P2 ) CHa/CoHy RUTARK I R G4 B AN K 3-5 o, HOGAfise, <k
b PRASH DL Je 22 G845 1] 5 B0HE R AR BT = M R . Dl S AR HRCR 4 ]
DFB 0t a8 i) ARG AR A AT e B4z ], LARA DR OE S H i K AN T =
MRt OGS H R E RS H 21 AR SRR S, dkimiEid
JCEHE B REAT HEELIRAT, TR AT R R A R, I X v
Eas NS B KRB, R LA AL A B S 2 Herriott A2 3 it,  #EiM
SKEHL K A RO, AR B AR AN R U . e g i it s

28
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2 1™ 3% e IR A TR R O BRI 28 (Photodetector, PD) E, SEHG(E 5 B HL (S
S, FTA G TCE B E TR AR b, DL IR R B A6 R G de
SE PRI RN RE B2 () 520

SR EE BB RE EE . FR AT A . R R U ] #8(Mass Flow
Controller, MFC). #FYI&, KA ER A ST . MFC 223 TIRIah i<
PR, HASHIRE Y 0.1 dRdEsr Ty HoKAE 781 (SCCM), #ZEHIFE DY 0.3-1000
SCCM. S ARTERE N MR BT 75 4K R G 3 IR AR ST JE B8 AN T8, DA 1k 4% o 4
MR ATt 5 T 8095 G R ARV R 1% (0 4. R 4 1l 2 1 4 T IRl tH <
Kifi, SEAFEWETAE, $R4EE 72U ARz, HEEHREERN 0.1
mbar, %75 B 0-1 atm.

RG] 5 5 R4 50 H T E HL(Personal Computer, PC)FI%#i K4E (Data
Acquisition, DAQ) R if.. DAQ Fi#id USB #1115 PC %EH, Bi7H T
LabVIEW JFRIHEHIFEF?, SEBBOLRRIRED . 55 REMBIE > e TR, Sk
56 B SR FH 1) R AR S S 0 L3R 3-2.

DAQ card

Photodetector
“ Sample in
/\ \ Mass flow .\
controller .
Mg S
P = Drying )
| i 4 : tube T-filter
Herriott cell 1'/ y. ' 7
PC P / :
3

Pressure

|
Laser | Optical fiber controller
controller collimator
I
\4
r k
I |
C——— I
| p—— |
|

2 X1 fiber coupler N,

Vacuum pump

K 3-5 T I 44 DFB #0638 B SARKE I R G s

29



TR R R A A 2 18 S

R 3-2 S T EAUSRERES B

Instrument

Instrument Model Instrument parameters
Name
T
SPEC-PD.094/ 1. Narrow L1new1dth. 2 MHz
DFB Laser 2. Temperature Tuning: 0.1 nm/°C (typ.)
SPEC-PD-146 ) )
3. Dynamic Spectral Width: 0.1 nm (typ.)
Laser CLD1015, 1. TEC ?urrent limit setting: 5-3.0 A (1 mA)
Controller Thorlabs 2. Working temperature:0-40°C (0.01°C)
3. Temperature stability (24h typ.): <0.005°C
. ' N
Herriott HC30L-MO2, l. Optlcal. Path Length: 31.227+0.02 m
Cell Thorlabs 2. Operating Wavelength: 1.5-10 um
3. Sample Volume: ~0.85 L
PD 2053-FC-M, 1. Wavelength Range: 900-1700 nm
Newport 2. 3-dB Bandwidth: 10 MHz,5 MHz,150 MHz
Pressure PC3-Series, 1. Standard Precision: £0.25% of full scale
Controller ALICAT 2. Stabilized control: 0.01-100% full scale

314 ARG SEMSHEVAES N

D DR AR S I B e R P R AT B 32 S0 SRR IB NI T3, ORBE AR AR
DN AERAYE, AT B A SCBRE X SRR AT 1 7™ A% B PRI e 0k X3
w MEE R R 2 R R R 2 TR B . BARERAED RIS ok, K
ML O R IT R s R, FrEal R E 2R R 4 R K 71(6.9 mbar)i
TRE. MJa, UKD s R A 2R, BB IR A R AF 1R 5 AN 2
AR M RE T, BL 60 min 9B RRIC SIS AR, AR I AR g R T
MELRIME 3-6 fin, RGEIERIRINERRIFRE, RPHIZEERER
UF YR, RES AL T SR I R EE R

45 40
1 [ Pressure 285

40 7] | @—Pressure change : - 35
- ! o
3 30 3
e w
@ 30 — 17}
= - 25 5
= 25 - j=2

o — 20
5 20 -] 5
««Q
F1s 8
5 15 1 3
10 —H 2

5 —5

0 0

17:00 18:00 19:00 20:00 21:00 22:00 the next day 09:00

Measurement time /h
P 3-6 i £ 2514 7 (6.9 mbar) RG0S = AL
30
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FEAROCRE 5 H , K Lambert-Beer A, WU A BB 2 S 4k
W FERT I R BRI SRR R 3R o AR G T BRSO 2 IR T s i vt HokiRim
WAUNECK S, BRI DG S R S BOCR R, SRR IR T AL P
NEERERE, RGKM T WE 3-7() TR Herriott 4 2 i@, B HRAE
FEEAAR A B9 22 R (B R SR 80 ) SEBIDGAR A 2t in. Bl 3-7(b) s
T 632.8 nm(red)Z RO 3 NFHOEER PO & 1 v EIERIFDGRE SR, BT 2
KIS S EOEHE Rk e, UL E Rl RS R T RO KR . i
H 52 SEBR A RO AR, SEEGIEEL 100 ppm B CHa FE85,  FEASFE /3 F 2%
Woeis, THRERU IR, BEMARYE 2 2N(Q2-3)#iE SEh o . 45 R a1 3-7(c)
Fion, AFEE T CHaGHES S Voigt 287 B S5k 22 80, AR T AR 2k
PG AR SR RELR? 79 0.9995, e 240 78 1 R ) S AT 406 R 4 30.50 m

I l 0.002 B Experimental data|
|, 100 0025 2 | — Linear Fit
| & 099 = 25mbar “-‘E 1
I S 0984 - 40 mbar & 00020 o Calculated path length =30.5m

8 - 55 mbar s
| £ 097 o - 70 mbar ::
= - 85 mbar S 0.0015 —
I E 0.96 7 « 100 mbar| 2

1 T —

| 095 ] Yoy it g 0.0010 — Equation y=a+bx

3 0.94 c Intercept 2.54552E-5 +1.64618E-5
| < 0.0008 - 1 Slope 2.36561E-5 +2.43711E-7
| § 0.0000 0.0005 - Sum of squares of residuals 9.3547E-10
I 2 -0.0008 Adjusted R-square 0.99947

& I T T T T T 1 L L L L L
l 6046.8 6046.9 6047.0 6047.1 20 30 40 50 60 70 80 90 100
: Wavenumber /cm Pressure /mbar

K] 3-7 (a) Herriott B4 2 1@ith; (b) IEHEREE: (o) AR CHy M E RO |
Voigt AAEE R WG TR LR J7 5RO GEILA RS AR 2 1456 &
3.2 R X BREAIIMEML

FE3ET DFB OGRS KIU AR RS, RGH e R 5 e g 12 SE
FSHAA I )R BE . ATTRHR AR RGP R BOR M SEIL S A g . 5 5%,
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KH TDM W WRSUE 5 HEAT A 2805 B LAl 15 5 122 )T Hok, il 5T
PID MR KR E R, B IR0 S H R K KR e, &5, M
F L8 R e B B AT AL B A R GuME 75, 0 — D4 i SR IR SRR JE
321 MO ERAEAK

Sy 3 G 22 443 S AR W) H (R B 20 R B A R, R GRS T
PUEFIHE 5 I TDM HAR,  PASZILAT CHa A1 CoHo [ #E RIS REI . 1] 3-8(a)
J&oR TR T LabVIEW A sBAME 5, H T 3X3h4510 7y DFB#1 1 DFB#2 1)1
BIL4L4 DFB ok, VLA TR MG S . ERADEIME S 15 N
N, B RERALZE “AT=T/20”, BREREOLHTMEE M. K 3-80b)&
R T HET TDM [FRUSARAGIN R G0 TAERS, PD fE52 B I T P9 REEII
W5 5. BE—2PHh, &l 3-8(c)M(d)RTEL T HLEOE B Ak L IE AT 5 oG 28 IR 1
TR T IR 2. 25K, PFME R 1 CHa A1 CoHo DS 51
BA R R, B, FETEOUE 5 M PuE S TDM af AR 1) R H
T DAS Z A5 AR, AN 2 IO S AN A R )

14

02 @ [ —— DFB#1(CH,) J®)f Detector output signal|
0.0 4 1.2
> -0.2 o T 4
o 044 O = — 104
S 044 i —— DFB #2(C,H,) > 1
S o024 ! ! : > 08—
> 0.0 3 - AT AT »! ' = 4
=) bt i : =
£ -0.2 o -, S 0.6 o
E oo - 1 z
RS I I F—Triseer] 04 5
(%] 5] L T 4
0 : ' 0.2 -
-2 1
T T T T T T T T T T T 0.0 T T
0.00 0.02 0.04 0.06 0.08 0.10 0.00 0.02 0.04 0.06 0.08 0.10
06 Time /s Scanning time /s
RG] —=— Spectral signal(laser operating independently) 0.6 ] (d) —=— Spectral signal(laser operating independently)
5 0.5 — — Spectral signal(laser operating simultaneously) 5 05 — — Spectral signal(laser operating simultaneously)
< 04 K '
8 . g 7
5 03 7 § 031
2 02 5 .
3 1 CH, g 027 CH
ke Q 2112
< 0.1 — < 0.1 o
0.0 0.0 -
S 3 S 3]
< 0.006 — < 0.006 |
= ] -~ e Ao ] 1
2 0.000 . . vv‘\lf\ W 3 0.000 ]
‘3 -0.006 | 3 -0.006 -
o 1 ox
T T T T T T T T T T T T T T T T T 1
6046.30 6046.56 6046.82 6047.08  6047.34 6047.60 6520.90 6521.00 6521.10 6521.20 6521.30 6521.40 6521.50
Wavenumber /cm? Wavenumber /cm™

K 3-8 (a) 3£ T LabVIEW A= IS S (b) =T TDM A& CH4 A1 CoH, [¥) PD it

55 PR DFB 0628 RIS 8O TAERT A (c) CHa A (d) CoHp SRR 1 2%
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3.2.2 &F PID RiGTHIKB KR E

PRI R G S ROSATAE LB N H h B E 2, 10 DFB BOGA IR E
PR B AR E PRI AT e BOCTEE 5 BB AR, IR AR RN
3-9() 7R T RAGENIIRIBATI BOREMWOLELS 5 (€ X NS H 5 5)5F8Hs
A7 BN ] Ja R BOMEEL R S5 5 G2 SCNMIXHE ). SR os, =82
[AIAEAE 28 5 o ARPT R, DT A A R M I RS A 52 T UM IR S T8RS 1)
TR, Ak, ARTRHE T MIET PID KEBERINEKRERA, HUBE
WOt ke, HIFEFRAIE 3-9b)f. ZBRUSHE S 1AL E (BT ROL g
(ELXH LAY ZK T AR ) 9 BHE H AR o 24 SR I A AR NS 5 o 2L i 25 TBEARLI
AGUKIE TR E OG- RS R 2k, T8I PID SIksh & HoC 4% 1
R, AT SEELEOG A B PR RS o R, O BRI BEATL IR 75 ) e i 58 a7 1)+
o, KM Voigt ARLLIEING T2 IR BURXHE S I EA B . K 3-9(0)fEn T
2 PID 25 MIZHE S AN E S X LLAR, 45 RERY], HMEEOGE B
BRI R AR H B, AR A GORER I 5 S U5 RE R 2 — ik

@ PIDoft T T T I G PDon” T T T b
I ™ Tcn, —— Reference Signal] | > Ten, —— Reference Signal
| S04+ — Relative Signal | | Feedback I | S04+ — Relative Signal |
] i (]
1S 03] || Locking Parameters | 15 03] |
e | Position + | e |
| 802 I| Ilgo.z- |
2 2
I 8011 || PID ||§0.1- |
< g0 | < o0
: | Central v | : |
| — T T T T T T T | Position - | L L L L
| 6046.7 6046.8 6046.9 6047.0 6047.1 6047.2 II Compensation | | 6046.7 6046.8 6046.9 6047.0 6047.1 6047.2 |
4 Current
| Wavenumber /cm™ I| I | Wavenumber /cm* |
06 - | v | 06 |
| C,H, — Reference Signal | " | C,H, —— Reference Spectrum
| 505 —— Relative Signal | | Sgﬁ_mn”llg | I 505 —— Spectrum at PID on |
S 04 | ignal | L 044 |
|8 | I8
§ 037 I ¥ I 5037 [
150 | 15
| 5 0.2 1 |I Measurement | | 5 0.2 1 |
201 ] Spectrum 3 0.1
| g 0.1 || P | | -2 0.1 |
0.0 - | v I 0.0 - I
| T T | | T T
| 6521.1 6521.2 6521.3 6521.4 |I Voigt Fit | | 6521.1 6521.2 6521.3 65214 |
L Wavenumber /cm™ ||_ | L Wavenumber /cm™ [

€] 3-9 T~ PID #1111 DFB 0/t 28k KA e oAk
geah, R B RAEZE AR R EME, XM E DFB BOLS T T K&
10000 s Hp6f EElll, 455K a1 3-10 o £E PID 4541 5C A HT 5000 s 4, CHa
A CoHa HIO I BOERS 3 H)iE #) 0.011 cm™ A1 0.0057 em™!, i #E PID % I i
JGHI 5000 s A, ISR EBEAC, 200Xy 0.0028 cm! A1 0.0019 cm™. HilL
UEE, JET PID SOGHS IR K AR E BOR R et A2 5L R AR e X O 28 11
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S TR AR B S K B e, A OR SRR I R R K AR
JEIBAT
L (a) PID off PID on
504 l
% 500 l-_l-lm- Tl
S ol e
© 492 _. T 0:011 cm? ) o ?‘0 0028 cm™t
488 —
()

496

] b

492

Center Point /pts

488 :
T 0.0057 cm™*
484

T T T T 1 T T T T
0 2000 4000 6000 8000 10000

Sampling time /s
3-10 H§ & DFB OGRS EA IEIM%W?;!UE?E@@) CH4 Fl(b) CoHo Wi O (R BT AS
3.2.3 H. 83
Ho Y8 WA N — P T R AL B & BR300, H0 HRfE T3
WS S TP 5= TR ZE B A, SEBLG R OB 5 SR e g HE B
Pt TIUrERE . MBCTARSEH) KF, 1255 M S Gt Rt R R B sh 25 A2 A 2% 1
AR A R B HO R I K AN ER IS BE T . B RHEBOE G A I &R 4t
BB I A, R R AR et s A B AT A O«
X = T (X )+ W, (3-2)
z, =h(x)+Vv, (3-3)
K, x eRVNBLHERSRE; 7, eR"NWMIMAER. ()Ah() H5HHR RS
(BN A5 B BRI B R 2o Sk R 7w R R 7 v, A L AR RN G R R

ZEENERERRES. DY W] <. 3V ul <. BRGRILGR T
Bl I P, L AR P I 2 Q R R S A A I R I B B LR
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I HoJE SRE T A s S IMEAA Y pR &R RTAB AL T 1 7 Z2 R R Py St 17
PIGEIRZSAG THE R, 5 H SRS Xy Z B AR AL AU B8 BN % e it gk T
WS THRZR R AL, HIE 3URT DU DR 22 Y A Al A B R 22 K/ R 3. A
PETAL TS BE R — b3 B, AR sR BB RS € T IUA R T I UE BRME Y
RIRNN:
Z, 0 2

e !(nwknqnﬁnvkn 7 .

X, yAREZRSE . HARWE BT ERAR T

\ Ika\k (3-5)
)’Zk\k—l = f (kk—l\k—l) (3-6)
Pk = FaBe g FL+Q (3-7)
)A(k\k = )A(k\k =) ( ( K|k— 1)) (3-8)
Ky =Py aHE (R+H Py HY ) (3-9)
L |H
Pk\k = Pk\k—l - Pk\k—l[HkT L ] Re,i |: Lk :| Pk\k—l (3-10)
k
R 0 H, -
R« :{O _yzl}'{l_k}Pkk-l[Hk Lk:| (3-11)

A, R H, SRR K E () AN () 72 Ry, B R, AEI Jacobian JE K.

NRGVA HIE W B E 5B A Rk, Seie g ekt T
HITRAN 2022 #0405 e (bR 6 i f 2 1 07 AR . e B CH4 7E 6046.3-6047.6 cm®
U T B P FRE S OE GIELRE N 296 K. JE 109 150 mbar),  F80 = 208 75 D)
BEALSEBRI RIS : (1) i S GOMEN 0, bafEZEN 0.001); (2) H5IMEFE (3
8 N 0.0025, F5 #E 2 0.0015); (3) T #t M H(OIR # Airy B8 %7~ 4 -
Noise =1/|1+4R/(1-R?)-sin® (572) | 2rit R A% P 1 B B A it 1) 2

SR, MIALO=22nLl A, ndCer iR, LOWEEE, A NBOtAE I
Bek). BEIG, @I 5ESN KF A WT S8R AT EE /0T, 300F Ho B8 e
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K 3-11(a) B T ASEIER SRR AL, CHy M G R I8 e 808 &% SNR 2T+
o SNR THH AKX N:
std ( signal

noise— free )
st (Signalnoise— free Signaldenoised ) (3-12)

A, std AbriEZ, signal . Flsignaly, .., 20 A TC M 7R AR 0L ER UE Y 1
GE BRI E S, SRR, & HJIERAHEE, Yl shs
BUA RN, WS TS TG B PER G . SNR MBIAAIY 7.6 dB $2F+ %
13.97 dB, 1T KF(11.82 dB)Fl WT JEi%(12.56 dB).

WAk, Nt BIAE Ho PR RS R, R E AR R 5.
3-11(b)E7= 1 150 mbar J& /7~ CH4iE S GG S5 46 I £ H8 S AN [F] 8 ik Bk 1)
WEPREE SR ST IR, AR R M S AR S BORSCRAE T, SNR 1Y
N 11.85 dB, & HJER A G, SNRIETHE 17.54 dB, I T KF(14.35 dB)
1 WT JEH:(16.08 dB)H —EMIFES . BEJ5, Bk Voigt s HOJER AT 5 RO
AT AR LA, S5 R 3-11(0) P ITHAR AT R . 28 Ho 83 I S 0L A5 4 5%
A R2EIE 0.986, BFEIAHIE(R?>=0.898)1- T T 8.8%, FWA H.J& Al R4
A AT [ T R

SNR(dB) =10log,,

Wavenumber /cm* Wavenumber /cm™

1
(a) Simulated spectra| L(b) Measured spectra)

1.002 |
|
| 1.000 !
|
| 0.998 |
—— Measured
: 0.990 —— Origin+Noise ::E 0.996 SNR=11.85dB !
0.985 —— Origin 2 0.994 —— KF Filtered !
I U9 ] SNR=7.60 dB Ire SNR=14.35dB 1
1 ne 0.992 —— WD Filtered |
| NE 0990 sNR=16.08dB [ [
| "|_ —— H,, Filtered |
| i 0.988 SNR=17.54dB |
I~ 0.990 —— Origin+Noise 1] 0.986 |
| i —— KF Filtered I 4.0x10°® —— Measured |
T 0988 SNR=1182d8| | —— Voigt Fit
=) § S 30x10° R?=0.898 |
8 Ry —— H,, Filtered !
: g :: S 2.0x10° —— Voigt Fit !
% a R?=0.986 |
| = — . = 6 |
II— 0.990 —— Origin+Noise I 8 1.0x10
—— WT Filtered !
I 0985 sNR=1256df[ ! 0.0 I
| 1010 1 I
I 1.005 I -1oxo® |
I 1.000 'S 20x107 !
I 0.995 Ll = 00 I
| 0.990 — Orlglr'1+N0|se 1] _g g |
1 0.985 —— H,, Filtered 1] -g 4.0x107 |
O SNR=13.97 dB ne ;
| ]
| 6046.30 6046.56 6046.82 6047.08 6047.34 6047.60" 6046.30 6046.56 6046.82 6047.08 6047.34 5047.60:
|

_________________

] 3-11 AN S TR SR X T b s (a) CH AR 75 3% . (b) CHL Ml &1
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33 LGRS S

AT N R E R S8 CHa/CoH RUSRIE I R GTIIVERE . TR UL K HLAE
S B N o B ROR S5 7 T HEAT VELR I I8 o I — ZR B A S0 I K o o)
B, ATV RS AR E TE . R PR AAE S BRI A R

3.3.1 REGMEREMIR

TEHT TR I RGMRALEEA b, ARATHE—20 % CHa/CoHy BRI R i)
PEREHEAT T oM. P SEIRIIESE T PID BHEHIRII KA M R RE4T, IF
M Heo i I B0 T B U A AT T AL B LAAR 5 SNR. TR BRI, CHa b T
£ 6046.963576 e Ak BRI I e 52 FHAR 15 42 (6046.95162 cm™ Fl 6046.94252 cm®
DV RSN , RSEE 22 5 8 F B O AN (R 1 YO AT M A SE B ST AT
PRIk, S8R A BE T8 e 2 B e 95 (1 206 Voigt ZAUE HEXT CHy Al CoH
WG RE T 2R AT G b, DIIRTS A G IS eS80 BT O &UEsE, 2T
TDM WO E R AR AR A SCF PRI, O b AR 23 R e XA
X JHST o

1E CHa [ S AT Be b, S FH 1% FE ) CHa bR N RE AR S,
A Herriott Z@th 47450, B 3-12(a)fB7R T 1E 6.8-25.2 mbar [& /75 HE A CH,
MRS B PR S 5040 < Voigt & MR AN G 5% 72 . K35 Lambert-beer 5& 1 (117
S R B B, T8I TSR 2 AR A T AR 5 7 2508 FE AN ROERE IR A
FF, BRMBCEL SRR . ZRME 3-12(b)FR, CHa (=N HSCI6 i il
LEARE /Y BN 8.063x1072 cm/molecules 9.497x10722 cm/molecule Al 1.489x107%!
cm/molecule. 5 HITRAN 2022 Fdi ERIZFEAENTLL, FHXF R Z (Relative Error,
RE)73 714 2.361%-. 2.371%#1 2.337%.

FEVR M REREPE S A D7 T, 3l A FH 4 N2(99.99%)%F CHa BEATHEFE,
FCHE 0-300 ppm WERREFEA . BRI FKEADT 200 ), SR aKE 3-
12(c)Ffi7m e JEIERHCE s B P BME AT AR R 54, 5257 CHa OG5k
A HERER SR, WE 3-12(d) iR, HAMEHKRE R?IAH] 0.999. SUHKE
SEREMN, y=x KR ZES A 3-12(e)fiac. ittt iR, ElEEREN,
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KRG RATNIRZE N 4.16%, “FHIbR#ERZE Y 0.746 ppm, 7853 HAIE T AUAK:
TR GewT CHa A 0 = v 1

AN, EEE N2 5 100 ppm CHg 2 I8 YD e SN 8], 3P4 7 R G00)
CHa KBNS RIREE . anlEl 3-12(DF, R ERRRAE 500 SCCM [ 2: 1+
T, RG LT (Tiove00%) 209 11's, T BERT ] (Toov-1006)29°4 12 0 ML S,
1 No AR AT 78 0 A, WSG9 SRR B TR P 2245 0 ppm, 3R B
g R A RS Y R R A A AT AR S HL G R

24 0.030
320 @[ 68 mear - 4 (0)[ = 604694252 cm
< - - 9.9 mbar y .
3 16 - 13.0mbar £ 0.024 © 60d695162cm”
c B R = A 6046.943576 cm’
s 1.2 - 16.5 mbar| ) < 4 N N
-g 08 1 19.0 mbarl /«' ® 0018 — Linear Fit
@ 25.2 mbar| B
'2 0.4 — |—— Voigt Fit %
) £ 0.012
3 g Y;=8.063E-22%-7.753E-5
T 00 3 e < 0.006 ¥,=9.497E-22x-9 68E-5
3 .01 4 * | 1 y,=1489E-21x-1 44E-4
2 T T T T T ] T T T T T T T
@
6046.8 6046.9 6047.0 6047.1 4.00E+018 8.00E+018 1.20E+019 1.60E+019 2.00E+019
008 Wavenumber /cm™* NxL /(molecule/cm?)
T lo 100 ppm 020 4 (@) [w CH,
3 [ 3 i Linear Fit]
< 0.06 — 80 ppm < 0.15
~ — ~
8 1 60 ppm 3 T
% 0.04 < ——— % 0.10 <
2 i 40 ppm 2
o R o
38 002 o 20 ppm 2 0.05
< J Som— < . y=6.84E-4+1.372E-4
0 ppm 0.00 4 R?=0.99945
0.00 1 1T T T T T T T T 1 T T " 1
0 200 400 600 800 1000 1200 0 50 100 150 200 250 300
£ i .
& 00 = Time /s 120 - Concentration /ppm
=~ 4 (€
§m] -— & 10 — —
Sl e v T
= 200 - c 80
g o] g %z % Z ?
& 150 - g 60 ~115%% ‘125/ ~1157/ "125/
8 100 - S 40 % % 7 7
B 1 = CH = ;// % 5// /
2 50 4 & 20 7% % o0
: *] BT -
§ 1T T T 7 p——— T
0 50 100 150 200 250 300 0 100 200 300 400 500 600 700 800
Standard concentration /ppm Time /s

5] 3-12 (a) CHa FEAS R /3 F BRSO (b) B TIAR S5 43128 BE MO B B SRR
LIS NIRRT CHa f)(c) OB EIR M AI(d) ZRHE R (o) bRtk e 15 i
YR FEE 2 TR PR 223415 (£) CHLy B 8 S

X T CoHo £E 6521.195098 e AW W 4 Z 4 (1)l 58, SE504E 5.6-17.7 mbar
JEAJVEHE AR . B 3-13(a)fi(b) s T /NP IE s 73R CoHa RIS ) S %K
i 5 Voigt UAE R Ltk AR, WS 2R 70 THIAR 5 73 %5 BEFIAT 3L
FRRM R Z I B M RR? N 0.998), TSI CoHa it 2858 5 H
3.319x102! cm/molecule, 5 HITRAN 2022 4 & 2% HAM L, RE N 4.866%,
Wiz 3-3 Fiors
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T CoHy MR PE M RIRFE I, [RIREAE F 2B No X RE ST R . 1] 3-
13(c)JBIR TEARIREEAKSE R CoHn WR RS M2k @I 2Rk B2 Hr, 57
Coth W ESRE Z M ERCR, WE 3-13(d)FR, HEHMHLRE R A
0.999. &l 3-13(e) 7R T 1E 0-450 ppm YUl N, Sk s 5 y=x 17 2%
O, SRIESE R AAGIIRZE N 1.85%. RGN CoHa 1S 250 S 0 4 14
3-13(DFT7, FF 1500 ppm 4 L ERAR T T1ov-00% 1 Toove-10% 73 121 13 s F1 30 s

14 0.027
ERER @[ s56mbar o (b) 1]
3 15 - Sombar Y 0.024 ¢ 6521.195098 cm
g . 10.0 mbar] \ 5 — Linear Fit
S 0.8 - 12.5 mbar] ) ; 0.021
-g 0.6 14.3 mbar} L 0.018
2 04 17.7 mb.ar <
< 02 |—— Voigt Fit b = 0.015
s 00 S 0012
= 0.09 s
S 000 - — £ 0.009
2 .0 > =3.319E-21x-3.537E-5
E 0.09 0.006 Y

6521.10 6521.15 6521.20 6521.25 6521.30 2.0E+18 4.0E+18 6.0E+18 8.0E+18
Wavenumber /cm™ NxL /(molecule/cm?)
0.24 0.4
(© 250 ppm @[ & c,H,
3 018 200 ppm ' 303 Linear Fit
= R =
e 150 ppm o
g 0.12 a—— 502
2 100 ppm 2
S a— S
9 0.06 50 ppm 801
< atum—— < y=8.186E-4x+3.179E-5
0 ppm R?=0.99987
0.00 0.0
0 200 400 600 800 1000 1200 0 75 150 225 300 375 450
£ Time/s Concentration /ppm
8 450 1800 =
2 © £ o 7 Y 7
5 ars - = 1500 / /;/%/ / /90%
= ES F--- R R ="
E 300 ;i: \ .5 1200 / Zé ;2// }%
§ 225 248 250 252 E 900 [ ~13 5/ ~30 S//o? ~13 s% ~31s ;’?
s
3 150 S 600 / //? /‘/
o
o e / /
® 75 " CH, S 300 / / 9
3 y=x O 777& 77777777 4?7”7 10%
g 0 0
= 0 75 150 225 300 375 450 0 100 200 300 400 500 600 700 800
Standard concentration /ppm Time /s

K 3-13 (a) CoHa FEANA IS 70 T B EIRISOE T (b) AR AR 5 7073 FE DGR A BE AR
LG AFEWRERREE T CoHa (c) WOGEEIREF(d) Zettk [R50 4T: (o) Attt 2 50
RIRIE 2 [BIRZE A5 () CoH BN N
& 3-3 I &) CHa Al CoH, G 24051 5 5 HITRAN 2022 ¥ PE 2 % {H 0] EE

Line intensity /(cm/molecule) @296 K

Species  Position /cm’! Error /%
HITRAN This work
6046.94252 7.877x1072 8.063x1072 2.361
CH4 6046.95162 9.277x1022 9.497 X102 2.371
6046.963576 1.455x102! 1.489x 107! 2.337
CHz 6521.195098 3.165x102! 3.319x102! 4.866
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3.3.2 Allan 5FEHH
Allan 77 Z2 & — P 380 75 73 By 77 ik, Gl I T SE0RR A0 R) 5 1y il A 0 —
220, RERSH RUX 0 th MRS L 1/ T s M AT Ll 2 T 7 S8 AN [R] SR AR R T 75 g

o (1) =[42(N-)]- 2, (B =9, (-13)

X, o ABUTBITE],  § ONER K ANB TR D R NP5 ME, N R R &
L. Allan 75 78 HI 20005 BRI TEA . TERIAR J ik [A] X [A) 32 2257 1 e s
SR, 7 22 oV S CE KRR 0 T IR X 6] U 3 A2 AL M A R, 2ERE o
I o B R A ARONT B FR G 1) B R AR 3 I [ 5 B A U PR

BT FIRJRHE, AFRA Allan J5 ZEX CHa/CoHa SUS ARSI R 45 16 DI RS
FERK IR E AT T 1E Al . SRSRIE A 38 ppm CH4 A1 55 ppm CoHa (IR A4
TERMRAREA, VEN Herriott 2 8 ith " E AT RF2E 40 min VR EERCIN, TR CRIFIR
Wit N JI7E 150 mbar /247 . SEERS5 R AN 3-14(a)F(b)Fr7n, CH4 A1 CoHa 1Y
W4 BIAE 35.2-41.24 ppm Al 52.88-57.81 ppm B NS, Sk AR vE %40 )
N 0.69 ppm 1 0.64 ppm. HE— GHh, JEITAEXEE FLH] Allan J5 2 5514
WA O R4, 25 RUWTE 3-14(c) (D) Fn. 78 1s AR AR, RS CHy
HIT CoHo A 43 519 0.71 ppm A1 0.64 ppm; 1 7EFAEFR 4B T8] 556 s F1 312 s
I, CHa Fl CoHa ARSI BR 23551 39.9 ppb 1 47.3 ppb.

Ew £ 60
2y £ 10 - cH,
c < L -
S 40 =
g g
£ 36 e 2 54 7
§ 3 SD=0.6885 § %2 SD=0.641
S 32 =008 ppm S 50 =2.091 ppm
o o
0 10 20 30 40 0 10 20 30 40
Time /min Time /min
1©[——cH, L (d)[——c,H,
£ 1—:, —— ~sqrt(L/r) c o ——sart(r)
o S (=X
2 2
5 g
2 2 o(1s) = 0.6385 ppiiTRRey,,
8 014 Zos |7 PP g
> 7T 4 >
5] [} ¢
5 o(556 5) = 39.9 ppb 5 0(3125) = 47.3 ppb
< <
0.01 0.01 |
) | T T LI | T T L | T T LI | T | T T L | T T L | T T L |
1 10 100 1000 1 10 100 1000
Average time /s Average time /s

K] 3-14 (a) 38 ppm CH4 F(b) 55 ppm C:H, MELE R (¢) CHa A(d) C2Ha Allan J5 2 557
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3.3.3 XS#E CH4 SR E

BeJa, KT AR R G B R Y, AT 31 h R
CHa IR EEIEZE WM, M=)y 2024 4 5 A 12 H 11:00 & 5 7 13 H 18:00.
S, RZLL 500 SCCM HJ BRI E SN HNSLE . A DRl & 1 ik
B, FERE S B B TR AR AN IR RS, DA S K o AT R o
I, N7 4ERFSCERIRE, R =N RS, DURRHR R E R4 296 K
REWS N EELIEE I, EEMEZ 10 m &. Bl 3-15 @R T lEd i
i, IRAFH CHa RS 5 RSOOSRk R th 2. 255K, CH, KR
S B ERBEENRHE, WIERE ST AR, BARME, CHaREEHE)S
BIFFLE ETHAY, T H M EE R, WSS PR, BN BEE
FRARAE o X PiER AR A AR 3 2 T PR T 48 ) DR SR i Tk G I AT B A0 55, AN
MRS T CHs IWEEEY 8L M H B EERE T & ME BRI, WAEH T CHa
(IR . 7EBEANMI R, CHs FIIRFEIENTEREN 1.51-2.91 ppm, 3
WY 2.01 ppm, HE Z=IEWIT R CHa P33R SR — 3.

13 1.0015

@ [— Baseline signal - (0)[— Measured Spectrum|
12 Absorbed signal 1.0010 Filtered Spectrum
) | B 1.0005 - Voigt Fit
o
> 11+ S 1.0000
g 5 1
= 0.9995 —
£ 104 £ ]
S 2 09990
> © ' ]
0.9 + F 0.9985
05 0.9980 —
T T T T 0.9975 T T T T T T T
0.01 0.02 0.03 0.04 0.05 6046.30 6046.56 6046.82 6047.08 6047.34 6047.60
Scanning time /s Wavenumber /cm™*
Sun
setting
time
£
Q.
o
c
2
®
=]
c
[}
o
S Sun
© rising
time

T T T T T T T T T T T T
2024/5/12 2024/5/12 2024/5/12 2024/5/12 2024/5/12 2024/5/12 2024/5/13 2024/5/13 2024/5/13 2024/5/13 2024/5/13 2024/5/13 2024/5/13
11:00 13:30 16:00 18:30 21:00 23:30 02:00 04:30 07:00 09:30 12:00 14:30 17:00

Measurement time /h
K] 3-15 (a) MER RS CHa RIS 55 (b) W& KR CHAMRUSOBIE S Voigt #1675 (c) 2024
5 H 12-13 HEANSS AR CHy I 25 5
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34 KRG

KENG T —MHET TDM M DAS BB &R CHy/CoHy AR RSt 1%
KGR T PID RBHEHIME KA EHAR, ARdNH T DFB ok Fi
e B T 38 B O KRS il B[R, 258 HoUE I EE B PR T R G0
B SEImas KRR, RKRGMAERNARIGEL S HITRAN HdiE et 2
A MIRR ZICT 5%, BT Allan 77 Z 0730, 4 1s FIRMEE T,
CHa A1 CoHy RS IIAE £ 237324 0.71 ppm A1 0.64 ppm; 1 7Ef AR5 BF ] 556 s
1312 s I, CHa A1 CoHp BIAR I PR 5377 4 39.9 ppb A1 47.3 ppb. )5, MH1Z%
ARG KA CHa RBEREAT 31 hES M, T4 BB bR T CHa IR FER)
BB AHHE
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B AT ETHEMLER DAS SHRNARSE M ERAMR

TEHET DAS HARBAT AR RGN =R, OGS 5o R E i b
H S ELS M RIE B R EE . SRR R TR, O B R 4 ik
(Absorbance Integration Method, AIM), 8% K Voigt 287 R 506 ' 5 ith 28 33t
TG, R T EATIERAR A T AR SO AR EE . SRTT,  H AT Voigt 68 Bk KL
(IR AL 2 AT A7 78 AL 3 e TR PR B B S UM 5 I R I 0L, 330 AIM
2R P 03 FH A7 1 O S 1 R PR

AR, N LR R R AR M P R e o SR B AR SR A T R i L . £
WS SUEW T, AR N 4% (Convolutional Neural Networks, CNN)EHEfi H:
JEBARFAESRELAE T, WA R BO G B R SCBE R SRR A, I i) s 2B 1 g
FEEFRARESE T, AW, T CNN SRZI )y @iae /7, HAEAHE AL
(IR GRS IR B A5) R 2% ke 7 R R I (AT AEAE — 58 SR BRI o U] K
WIiCAZ 1 4 X 4% (Bi-directional Long Short-Term Memory, BiLSTM){E A—Fh4 ]
FRASEIN 3 AR 5% 2R AR FEE 2 ST 4Ry, 3@ X)) A5 R AL s AL, mT AT R 4
TGS 5 AN SR B AR RE . I RE CNN 5 BILSTM, EiAf
TRFE CNN X R SR SCRAAE (BRI, SCREFI T BILSTM FI P ARG 7,
T S B AE 5 2 M 76 PR T 1) 1o R o FE PR IR BE TN 5 10T, I IF A R e
M 2% (Back Propagation, BP)*2IEI H s K AR MERR S ey, RTALEE 5 2% 1 4
fiE. $R1f, BP BN R, HXt s mai &AL . 5 iE N 5
(Adaptive Boosting, AdaBoost) FiEA/E Ny —MEE R S H%, @i I A 55% 2]
PG R 2] 28, Be A BRI BL 12 AL Re 7). HE T AdaBoost 592
XUl BP(BP-AdaBoost), JHITHEMEZ A BP AN E S ECHRE, nlik— D1
Y (172 Ak Be DRI R

BT LR, AZmHRH T — w04 M 2% 8 P 25 (Neural Network Filter,
NNF)FIR 2% 4 i 75 #% (Network Concentration Predictor, NCP)4H i (1), 44 73 By 15
B, BT CHa SMAKTIN RS0, LAIRIg: S e il 8 CHa RIS B e a2
BRI BE T . o, NNF 254 7 CNN A BILSTM A TG i5 5 18 ik A 2 5
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NCP M4 AL T = %4343 #1(Principal Component Analysis, PCA)F1 BP-AdaBoost
T CHy WIRFERRER T 73R A I RE, 5258 7 ol 6 T BB AR HO'G 3k 24

AL BRI G AE 5 0 AT 1 R AT

4.1 BETHZMBESESHTIRBIEIER CH, SN RS

K 4-1 Jieon 7RI W2 SR TR R S R IT 20 41 CH SRR I R 5t

BARGN . ZARGUEMES DAS AR R SE LA, ST NNF A1 NCP.

G, I NNF X ERER AR I R e il Bl ATy B AL B, DR R 55
ik BEJE, AA NCP sEBUR OGS B AR EE AR PR, e 28 ks
JERYTARIRETIE . AT TR IR I RSBCE . NNF 5 NCP AL L5 DL

LAY SR AL S 5 A )1 R SR s

rCH4 Sensor

LLLLL

1= cn,
|— Linear Fi|

Gas
concentration

|
| E
| g
=]
I3
I c
8
| 5
| ®
3 |
I D
= ] |
| OF—T T T T T T T T |
I 0 20 40 60 80 100 120 140 160 I
|

Standard Concentration /ppm

r

Neural network based gas analysis model

NNF

Convolutional

Bi-directional

Neural > Long Short-
Networks, Term Memory,
CNN BiLSTM
ﬁr—— De-noised
spectra
NCP
Principal Backpropa_gatl
on-Adaptive
Component i .
Analysis, PCA Boosting, BP-
ysis, AdaBoost

NNF: Neural Network Filter

4-1 TR P28 TAR TR I SR (R 204 CHa ARSI R 4

4.1.1. WNRGHE

K 4-2 JEoR TIRATA CHa SR R G2 B R B, RG0CKRH DFB #ok
BN, HA BN 1653.72 nm, HHRRE T SR RUEOE AT RS g%
)L TR (34°C) R 3R B FLI(67.4-97.8 mA), SZFHL 6046.3-6047.6 cm™ [ 4:
. 7R AR R, Gl R AR NG AR, Al

BB
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JOIR B A BN NG 28 Herriott 2233, SEIL 30.50 m HIA B0 .
AR TR Ob G, A8 30 mm AR R EE R PD, HHOVHBIEE T,
b5 DAQ R I A&k 2 PC 7e B BeAb B . sRIG S UAREA i 5 MFC 7))
FEf 1%ARHEIR . CHa M 201 No RO IEATRERAECLE , i R dAcits A 1 77 T
Ao I A4 A e AT S Y SRR

Pressure controller Mass flow controller
Sample out .I peth
Temperature sensor ﬂl
.I.—q—.. — @S
(3
Vacuum H Gas outlet Gas inlet F
pump .

Collimator | Herriott cell Lens Photodetector

DFB Laser

Triangle wave
e <

L

Laser ]
contioller DAQ Card

. P

l ===
Temperature feedback System control &

Personal computer Data acquisition N, CH,

>

Signal generate

K] 4-2 DAS SR R gin = K
4.1.2. HEZ MBS

FIT 2t A 2 IR 28 8 U 28 45 M N B 4-3 i, 4547 CNN F1 BILSTM, B
T J 37 A N W 7 I i B FORE I 25 Ml 1 2 TR LR G &R . O T TR I AR v U
R 2R GeAE R I i R B AE R MR AN RS E M, RSB S5 ) A S 50 i A i
PLE . NNF 8 26 F| FH—4E4 # 2 (one-dimensional convolutional layer) )\
NI P 3 SRIBUOC R E . BAZILA 64 ANAT2% ) (145 BUZ (convolution
kernel), A AAZARYE RF & 002 K0 1% )2 005 N RHAE BIEAT R i 4 AR B4
FEA AR RHE B . #3540 # & 0 — 1k = (batch normalization layer) % &4 =
Ryt HEAT FR AL AR EE,  DAYR/INAS R DRI SR 508 2 TR 22, 997 1 9 2k
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BURNE, FRINPUEE R U SE E . ReLU(Rectified Linear Unit) i 2@t 51 A JE
LEVERFAE, $R R RIARE ) FIZ AL RE T . T 4L )E (pooling layer) ) id IS T K
PEXHRRIEREAT IR 45, I R S HORI 50 8 1 ) e B A N P B4 R
TR E G, Jeit i Bt BiILSTM 247t — 5 /b ¥ . BIiLSTM 2
MR A AS ) LSTM 24K, B4 LSTM J2% B A& 256 e, it
A 4544, BILSTM AJ LA ARl B 6] J B 1) 1E 1) A1 R )45 5, AT B8 A Ml 4l 2
TGS T LSTM 1ERN— PR A G s 2 M 2%, said 5] N4
FARASHLH, K 2 AMEAZ SR HZ BT T e s N i . TEHR R, 4
IS IC 2 1) A 328 2 A R 48 200 L 9 B SBOIR 25 A U HEAT A5 3 11, A e 2 U e i 6 2
AW 2% 115 BB SEOLR RS B A5 3. A LSTM Hoot & =R 145
Ll BRI BRI, 88T TRERIMENSE—2, HTHEkn
PRI R 25 P B S S B . 5 sigmoid 80 B BN BT — NEEERIR A b,

M x BHATIEE, 53 E—ZMRES s S M=, Bl
fi=oW; -[h_,x]+Db) (4-1)
A, WS T A S BT NI b A M E I E: oA sigmoid%%ﬁzo
BN TIPS ET R TR S, R M H Y, 83T sigmoid BREIR
SEAIMOIRAS BRI Z 0, , ook, i tanh BB A e B m &= C, , B
i, =o (W, -[h_;, x]+b) (4-2)
C, = tanh(We -[ 4, xJ+bc) (4-3)
2 BR A 8 B DU T 38 O T T AN T A i AT, SRR
C,=f-C_+i-Ci (4-4)
b T T RS T S HAE R . E SRl sigmoid BREON AT — > FEE
AR b A HTHA x BEATIRAEG 2] A0, 1TIX B BUME R o, 855, KA
WA CIEIT tanh BREAEF)S 55 o M3, 15 RIHRAHIEEUIRA b, H:
0, =W, -[h,, x]+Db,) (4-5)
h =0, -tanh(C,) (4-6)
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e, 84 EREE (fully connected layer) X He B FIRFIESEAT B S, A2 BlOAH B 1Y)
TEBE I .

ERER NG fE s, SRR T B DRE, DL/ MUK sh Bk
WA IS H . 15757 2 B E(Mean Squared Error, MSEW/E N#ii 2k ek %, HKIA
XN
18 s
MSE_EZ(y(u)—y(u)) (4-7)
A, OAERERE SO RS,y (i) 9 NNFZESE i A7 B R TESE,  y(i)
N B SEPRIESE . N T I AR s G b N R R /M, BERR
Adam fEALER(S=0.9, B,=0.999)HATZEHE . WIEh¥ IR KEN0.001, BA

HZAE 500 /™ epoch FIKSK

I ConvBNRelu Tayer K=5 / flatten Bidirectional fully |
Ir pooling Tayer K=2 > layer [ LSTM layer [ coT;;g:ed
| ConvBNRelu layer K=3 |
i I
('25;;2 | pooling layer K=Z ] Structural of LSTM block  h,4 | (dzl-Jr:gius:ed
—_— X 1"
spectra) : ConvBNRelu layer K=3/ cmr*rvﬁfﬁiﬂl ‘a.nhi Ct I spectra)
pooling layer K=2 1 s e I
[ h - H g wn) o ! h I
| SN S S L t
forget input output |
I X gate gate gate I

— e o —— — — — — — — — — — —— — — — — — — e ]

P 4-3 F 22 R 48 U I B 1) 45 1) 7 72 B (ConvBNRelu JZ2 & H—4E 812 . #itE I — 102 A0
Relu ZHMMEEE)

4.1.3. LB R E TN 2%

BT HE R X 2 R B T B2 £E M N 18] 4-4 Fios. T NCP, S AN N T
NNF JE % A0 B B35 561 X e R, #r i 8o AR &R B SR EE .
FAEIRERH 1000 NERE R ERRN, R EgE R A S i R 2 R,
R T] BE S R T (A M e . I, NCP B 26RH PCA WG ik 17 B4 b
FH, PCA it 2k VAR ks m dE BUE B B 4E 25 10), 78 R B o085 B0 R
B RUEAR R IR T 4R RE, M B ' 1S B il B 281 5 R B A R B R 2

SR, AXEE B4 AL B AN & DU O 7Y 1 SRR B AT 45 R B
451 BP M2 N 4% BARTE AR LR MR T R I =, REE BT T B IES R4,
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(HH A e SRR E. B5E, BP M2 ML 1 Zrid R T 36 3 R B
5, IXAERNEEE G PN R AR . FIR, BP 4 40 i RO (BN
UK, X AR 2 SRR A RE 52 B BRI, 30 T 2 e S o 8 R 5K
Ho N, NCPi#t—F5] N\ AdaBoost 5L LAHGHE BP #1225 . AdaBoost 5i%
VRN — PR B I B8, HAZ 0 AR R TE IR AR I i v B 5 DA TN 1 22 BB K
FEAS, JRLERRUORAR AP AR 50 555 2] 85 M R ILEh A R AR E . BT &
TR 22 BRI REARLE T — OB AP IR 3 58 d B, DA DR S5 2210 55 5%
P N DG L M AT (KRR AR . b4, AdaBoost SVE AR5 2 2] T HAL
B, A R TG ) AR IR AR TN R 2 . FE R G R T AR, R
U 555 S 284 L J S S AL B . BP-AdaBoost 454 7 BP #1425 (1
LRI EMERE 15 AdaBoost FVEMBE S SIS, i &2 55 2] 3R (BP 4
LM%Y, TR ARSI A, AN SRR BE (R T RS FE AR e 1tk AP
BRnF -
(1) WIEHFEARRUE . X m M IGREEAR IBUE 7 i AT WA, B REAR I RUE
BAIEH AW, =1/ m, 13 FYIZRE R BUE 5 i -

D, (i) = (W, W,,...,w,),(t=1,2,3,...T) (4-8)
A, TORIEARHIREL, B BP 4 M4 AN
(2) V% BP #hE %% . ARYEURIREAIBUE /340, YIZR BP #h&E M 4% N, 21T
AR B T o I B U R e AN R A B TN A 2 e, LA A R I 1 R 22

@ﬁ%ﬂioE%ﬁ$ﬂﬁﬁﬁqmih%£ﬁ%$2%ﬂi
et
1-¢

t

w:%w%%;g¢@: . ZJEMEY D =LA E T, R

ST
(4) HAEH1 8. FEERERIER T FERRE T, &5, BEmids£
A BP ML, TGRS 2] 3%
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H=>W,:-N, (4-9)

input layer hidden layer output layer

Xy
sample
. X; error learner
B with = 2 Y > . = A -
weights(1) = %% : > calculation '™ weight

BP neural network(N;)
sample weights update
| input layer hidden layer output layer

r |
' [
' |
' |
' |
' [
' [
' [
' [
[ . |
input sample output
e 0 e A SR e b
spectra) | | weights(2) M : | tration)
| : |
' [
' [
' [
' [
' |
' [
' [
' [
|

| BP neural network(Ny)
sample weights update
| input layer hidden layer output layer
Xy
sample
] X2 error learner
= with = Y B . N -
weights(t) i % ; > calculation weight
X,

BP neural network(N;)

] 4-4 [0 28 IR FEE T 48 FR) 5 ) s 5 1

4.1.4. BIREMESIREIZ

AR, P4 X 25 B RY PR V2 AR B 0 R TN K T v P2 MR T )1 R B30 B 1
JREMEE . R, T DAS REM S, @I LI IREIUE 9 R A DA 2 pise
P48 Y 2510 75 SROZFEIT LB (b FE . RIS, S8 ok F o bl T 7 S IR R A
P, S P A G U W S U R 2 LA B . ST
[P 286 152 8 1) AT 2801 5 75 B2 MOR B RE A BN AR UL RIRHAIE, AR 5 H AR U 7
A1 FE TR B KA EE A S I R B O RN AR R JEE 25 > AR A e ) 8 1)
BR&E. BT, AYAIH HITRAN 2022 $¥6 %, 76284 T L 0.5 ppm
MK, BT IREETEEA 0.5-500 ppm () CH4BHHERE, HAASHOIENLE 4-1.
N T SRS S SRS T I B, A R TR RGE OIS R S N T
TR L SR R AT R

FERERLN R TT TR, S8R 40 My Boll 2R 5kms, 44N B o Sl 48 P AR R et i
WS P BIE R . BB BB, P i R 7R O O RE AR NN 6 BT
OB EREE BRI, UIZR NNF DLZ2 I M sl Re v . 28 BB, AR
e (P 7 O S G A N, X R IR BEE AR S B s, JIlZR NCP
DL S SRS B PR A2 B T o R0 T 79 /S I R 00 4 T LAGRAIE H AR 00 5 1 2538005 1
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FRACLE R v A o 2 T Frops B2 AR mf v, PSS B 70 0 055 17 1000 M5
POETEE T, o 80%MIBHEAEAE N IIZREE, 20% K £ dl F T IR R A fe
RRADLAS 1 1 Ml 7535 S 1 R0 =P S 28 [ e 75 G 1] 4-5 BT

Transmission /a.u.

0.99

0.98

0.97 o

0.96 +

0.95

— Qriginal Signal

1|— Qriginal Signal + High Amplitde Noie|

— Qriginal Signal + Low Amplitde Noie

6046.

.30 6046.56

6046.82 6047.08

Wavenumber /cm™

6047.34

Amplitude /a.u.

0.004

0.000

-0.004

0.006

0.003

0.000

1.001

0.998

0.996

6046.30

Tsmmm
T
T

I T T T T T T T T T 1
6046.56 6046.82 6047.08 6047.34 6047.60

Wavenumber/cm™

4-5 (a) FH T BRI AL e i il s (b) Ml s s (o) SIS (d) TI0mks
* 4-1 AL ES I

Concentration/  Wavenumber / Sample Sample
T/K P/mbar L/m
ppm cm’! Size Point
0-500 (0.5) 6046.3-6047.6 296 200 30.50 1000 1000
4.2 ERERS S

AR K FR G VAN BITHR H AR 3 T 0 D) 8% 1Y) A 4 A ASE R E ASE DL 4R A0 il
Hos ERPERERIL, R EAE CHy RN 2R 48 A SEPR N RO . FAKTT
. HSGHEET HITRAN Hdfe e A4 iRt i S, AL AR R I A B KK S5
TR0 5 T A ARG SE VEREAT TR LE A Hk, RIS B, SRk 1
TR SR BRI TP SR E S ACRE T Bm, RO E B RS R S
A R G, O HAE I [RRE LIS AT T AR E MEREAT 1 R G MEVPAG
4.2.1. BUBRR B BE 4

VNSRS TR T ) B A RSB 7, NNF RIS RE 5 2 Fh ) 2 48 2L
IR AR AT TR EE . SEEGSR A SNR AN T MR % (Root Mean
Square Error, RMSE) /Mg I VE BE IR € B FAlidRbr, Horh RMSE (T8 A kiR
N:
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RMSE = \/li(Signalnoise—free B Signaldenoised )2 (4'10)

o, Signal, e e F1 SIGNAl g ice 731 TN T 75 RIS IR AE VG 1 15 5 71 B )
FEHE(E 5. AW SNR M 3.856 dB HIMEHN CHa B S GIE NAREMEA, & 4-6
BN T AN FEER LR A AR, 2 4-2 PRI 1 % B () SNR A1 RMSE
M EARBE . I SE SRR, MAF A1 S-G B PEREARXT A IR, D5 6l SNR
5354 8.502 dB #1 8.746 dB, RMSE 7374 8.8136x10* Al 8.4379x10*. KF HAR
¥ SNR #2742 9.213 dB, RMSE [#(K% 7.827x10%, {HMEEFRATIAAE., FIL
MR SCUEE EH IR AR o AR R, WT JER U RIER, JRE R Gk A — e 2
FERIRE, H&T WT 3B A5 SNR $#2/5% 10.821 dB, RMSE FFKZE
7.827x10. T FTHEH Y NNF JU & B0 H e R okt e e, AR BRSOkt SNR
AT 2523 ABMHE T R 46 g T+ T 21.374 dB), RMSE F#{£ % 1.1103x1075,
NNF (AR EEE R DR T HARR (48 4540 . B %%, CNN RBRS A S BOG 1 Hdf
()R A, X T4 B AT LR TR R S SO0 N ks LIk,
BIiLSTM &g 54 7% & ] 8] 3 41 o AT S5 A5 ., A5 2 R Aot B ol b Tl - =
TS S B, T LEHI ] M 75 1 [ B, AT RE R B T D i s 1y B 22
RHIE

R 4-2 LA E e SRS €W (5 5 SNR A1 RMSE.

Filtering Method SNR /dB RMSE
Noise signal 3.856 2.2881x107
MAF 8.502 8.8136x10*
S-G 8.746 8.4379x10™
KF 9.213 7.827x10™
WT 10.82 6.2079%x10*
NNF 25.23 1.1103%x107
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1.005

1.000 —yr"yks

: 0.995
| SNR=3.856 dB
: 1.005
bt LI 1
1.000 M 1.000 -y’
MMWﬁMMM%MM]MWWW ]
i 0.995
0.992 MAF | SNR=8.502 dB |
. 1.008 ©) l . 1.005
5 | 3 ]
(] < ‘
2 10w g 1000
2 E | ‘B
0.995
£ 0992 | SNR=8.746 dB £
2 1.008 | | e
z &) i & 1%
o d S
F 000 F 1000
T l 0.995
0.992 - [—KH| | SNR=9.213 dB
1.008 { (@ : 1.005
1.000 1.000 "k
4 )
. 0.995
0.992 4 —wT] |_SNR=10.82dB
1.008 o (f) ] 1.005
1 |
0.995
0.992 4 [——NNF | SNR=25.23 dB
T T T ) I )
604630 604656  6046.82  6047.08  6047.34  6047.60 6047.23 6047.30 6047.37 6047.44 604751 6047.58
Wavenumber fom-. Wavenumber /cm™®

FE] 4-6 7 [0 e 2 0 2 S50 L S5 o T TR 9 5T P A T34 7 24 )

FEWR FE SO VEREVPAL 7 T, ¥ NCP S51E4 11 AIM bl BP #4245 4T
PTG RN 4-7() Fr, M7 R B S B (E ) B RIFHY
MR R —E, BRMEMGARC R AL R I 0.98. AATM, I &l 4-7(b)H)
WESTATLAE 1, NCP ZEM SRS 7 1 HA W R H, HAF400 1% 2 (Mea
n Absolute Deviation, MAE)F1-F- 4] # %} % 2% (Mean Relative Error, MRE) 43 {3 A 1.
32 ppm 1 3.19%, % AIM(MAE=3.00 ppm, MRE=5.50%)#1 BP(MAE=3.11 ppm,
MRE=8.59%)145 W & F# 1Ko 148 AIM F )5 BRI 3 B2 57 R T LA TR AR A4 i
T L 13 O v B B G RE R . Voigt 2R BR B G DA RATUEAN 3 TR
THREZ PR, X—IBEA R AT T RGREMIFERE: I3
#E BP f 22 M 45 SR O | A R, (H 32 M) 6 B2 T BRI A SR SR i
SICREYE, AE e R R UK BT (M P A Sy B N R S s ik, AT B0z AL g
AR HHELZ T, NCP £ BP #h& M2 3l ESIN T PCA, AR T A
R AL BEFCARRFAE, A VIR EETRINIE RS tb4h, id454 AdaBoost Hik
XA BP MR BAT SR, B — B3R T TR I SRSt AR 5E PR
HE TR AERA I, MR TR 2 2 AR B B R AR E I
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%/ FHIN

Measured Concentration /ppm

100 200 300 400 BP

Standard Concentration /ppm Concentration Measurement Methods

P 4-7 BT ANF 55 CHa AU IR 5 S T8 45 R0 b

4.2.2. EHERIREINERED T

HE—BIGIE NNF 7ESERRIRE0 2600 T IR tERE, A 3 T L0 S50 X
BEAT T VRANEORT LA ] 4-8 JEOR TAEIREEDY 296 K, K 7)1 200 mbar S5 1F
N, 4.5 ppm CHa [ 63 DL Gt AN Rl S0 B s RO i 4 . 4
e R m], LGB T IEIEIVEMAF., S-G JEJ . KF 1 WT i) 78 M 75 11
I RCRA R, JEIR S 16T SRS 2 X ATy ik B DR B 7, FLZE SRR
e (o7 B A7 AE ) R 22 o IX T05E 22 R R BEARI SO 1% (U AN S 4 B2, BE T 52
W< JEE S SR KRG JE RS e Mo AHLLZ R, NNF R AC R e d ke fe, 3
U TR AR G, JCHAE ARSI 2R X, MRS LT R, S SR
B+ FEa, itk SNR MHIEEHY) 12.039 dB #2714 31.093 dB(HEEZ) 2.58 ).
IR, JEDE G GRS A AR R R2 IAF] 0.999, FBAIEI S AR IO i 5 2
WIIREEY & X —45 R IE T NNF 78 SERRR S A ek 6e .

(2) d)

1.000 1.000

0.998 - 0.998
5 0.99 SNR=12.039dB| 5 0996 4 L KF| SNR=16.497 dB
< 1(b) < 16
€ 1.000 S 1.000
2 S
2 i 2 1
£ 0998 £ 0958
G 0996 | [__MAF SNR=16295dB | & 0.996 | SNR=17.45 dB
=R Fo{m

1.000 1.000

0.998 - 0.998

0.996 4 —_—SC SNR=16.378 dB 0.996 - [——NNF SNR=31.093 dB

T T T T T T T T T T T T T
6046.30 604656 604682  6047.08  6047.34  6047.60 6046.30 604656 604682  6047.08  6047.34  6047.60

: Wavenumber /cm™
Wavenumber /cm™

] 4-8 JURMIE I SRR AE S8 Bt b DB B RCR X L
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BEAl, 9 vEAl NCP 72U B2 T o )i P PEA R SE %, SEBR A MFC &
T 30 HARKIER CHy SUAFEAR, FFLL MFC TSR BEAE ARk . & 4-
9(a)fE7~ T NCP. AIM F1 BP %4 NNF JEW 5 CHa 3% B 03T IR B S i 1 45
BT, 5K, NCP WK SRR BE 2 R 7 /N e 3E— 2D iR 7%
g A E 4-9(b). (c)FI(d)fizx, NCP i) MAE #1 MRE 235124 1.29 ppm 1
2.05%, BHEKT AIM(MAE=2.54 ppm, MRE=3.39%)f1 BP #1£: & 2$(MAE=2.74
ppm, MRE=5.90%). & 4-3 VI 1 855 16 R B N i 22 AR BUE -

160 4 (a) = ° 5.0 — (b) |
1 y=X Q ] 9.0
140 — 2.5 [ s

120 ] 00 1] 0.0
] 50 () [
0.0 —- -_ .
15 4 [

0.0 L 45
15 ql - 00

o4+———7—+—71+—r+—r 171 ——T— 1T
0 20 40 60 80 100 120 140 160 0 20 40 60 80 100 120 140 160

Standard Concentration /ppm Standard Concentration /ppm

100

AE /ppm
%/ 3

80 —

60 o

40

Measured Concentration /ppm

20 H

P 4-9 BETAN[FI 572 0 CHL 0 503k 52 N 45 2R Lt
R 43 =PI R EE R AR ZE XS b

Concentration range /ppm 10-156 ppm
Method Mean absolute error /ppm  Mean relative error /%
AIM 2.54452 3.38947
BP 2.74627 5.90654
NCP 1.28887 2.04789

4.2.3. RGg Mt ae ot

AT 0 TSR AR CH, SURAIN R Gt mi SRR . 1] 4-10(a) 8
7 T ANFIREE T CHa WO AR AR A 15 L . SEB T, RGELL 10Hz 1IN 8] 53 3
RHATINE, BIEEANKREELE 1 s A0 10 MEEEdE, Sid®kBA T 500
o UBAL, IR AR ST E AT LA, THEH CHa RO 5K
Z IR N OC &R, S5 RN 4-1000)F7r . MEERER, BOLEESREZ
ARG R A RPIAH] T 0.999, R H 2 M HA RIFHLHEXR.
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0.07 0.07

a; 80 b
1@ 76ppm% 1O = CH,
0.06 70 ppm @ 0.06 4  [——LinearFit
4 66 ﬂ il 4
. - 60 : —
3 0.05 1 5 oo 5 005 ]
~ 50 ppm ~
$ 0.04 - 46 ppm P L 0.04 -
c c
5 1 40 ppm S J
£ 003 4 3 pom 8 £ 003
2 ] 80 ppm 2 ]
o 26 ppm - Qo y=a+b*x
< 0.02 20 ppm < 0.02
16 ppm— ] Intercept -6.267E-5 +4.48549E-5
10 ppm Slope 8.01848E-4 +9.19822E-7
0.01 6 ppm = 0.01 Sum of squares of the residual 1.00256E-7
1 - 1 Adjusted R-Square 0.99998
0.00 +———T—"—T"—T T T 000 +——T——T——T T T
0 1000 2000 3000 4000 5000 6000 7000 8000 0 10 20 30 40 50 60 70 80 90
Time /s Concentration /ppm

4-10 (a) ARIFVRELIK CHyWOREER IS IR BEI R s (b) Lk tEmi i i 2
G, 9T VA AR DU 2R 4 A RS FE AR A M AR E P, AEIRYSOIB H
HENWKIEN 6 ppm 1) CHa SRFEA, HEAT 30 min (ISR WA (3 P 45 1
WA 4-11()fR. BN ELFEN, CHs IREETE 5.06-7.49 ppm i H P 3 5)
SEYME N 6.16 ppm, FRERZE N 0.244 ppm. 3#E—H1 Allan J5 243 b7 45 S 4 ]
4-11(b)FTZR, 76 1 s AR, CHa FIRC IS B 0.23 ppm, M 7E A2
INF[E] 406 s I5f,  CHq4 AR PR 9 34.8 ppb.

8.0
(O)[—— ~sqrt(1/r)
75 —a— Allan deviation
E 70 [t.omt, a2 d £
\& 3 . o \%
5 65 5 01
g 5o N g o(15)=0.2289 ppm
g 55 =
5 s
O 50 < s(4065)=34.8 ppb
45
4.0 0.01
0 5 10 15 20 25 30 1 10 100 1000
Time /min Average time /s
Kl 4-11 (a) 6 ppm CHs URIREEMIE L5 R (b) Allan J7 Z 5347
xr
4.3 FE/NG

REHEH T —FPEE T2 W25 (KA AT AR, 5 L Td SO 1 I
NNF FF TS A SO NCP. SIS ZE SR, (EJERMERE T T, NNF #f%
G IR H A R AR S, SNR #8271 T 2.58 fiFs MK MR E U 1,
NCP #HELT AIM SEEL T 5 () #Emf 1, H MAE Al MRE 43 7 F#K % 1.29 ppm
F12.05%. BEAh, Allan w234 R SR, 76 1s BUAMITER, CHa R IR FE

N 0.23 ppm; 1E 406 s T AEFETE R, CHa FIRGIARBE 9 34.8 ppb.
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B-ERESRE

AEE SN ATH N AEREAT TS, X CITRIIEE R TAEREAT T IHN. H
Ry X AR BRI T AT R 1 AR L PR FE 2R

5.1 £XBH

A AR OGO S (TDLAS) SR AR O — Rl imy b B AR 4 5
FEA R ) R BRI DL AR O R S A R, T N TR R ARUA
RS . ERE T, ACETEERBOLIEMDAS)EAR, BL CHy 1 CoHy 7
TAENTE R G, WAEEI RG0S br N BT TIRE 5608 EE 5

TAEWR:
(1) JFR T —Fh3E T 1432 FI(TDM)AI DAS 1'% 5 CH/CoHa XU ARK M

RGLo BEXHS AN A OGRS A 7S TR ), R GUR R T LAY
I3-Ao 3 (PID) S S il B AR B SO, A R 17 R I B 42 f) 8 30 T 3 Al 4
WOt KIER: RSN H LT (H) IR EE, GREK 7RG AT,
JEVE A EL(SNR)F JF IR B S 8 1 1.48 1% . SKIR s R ], RS IE I A
i 42 38 2 5 HITRAN 8088 e S B E AR ZICT 5%. B4k, Allan J7
ENMEERER, ERERIIA 556 s 1 312 s i, CHa A1 CoHa FORE I HK BR 2
514 39.9 ppb 1 47.3 ppb.

(2) $EH T — PR T CHa Kl 2R Ge P28 I 28 AR 0 T AR Y o 1A Y 4R g
T AR 2 D I A5 (NNF ) A 2 94 B2 TR A5 (NCP),  SEIL T A CHa 535 56 e 1%
bR L MER LA E RIREE . SIS A5 R, NNF RO IE R R AR T 1%
ST IR L A W RARTE, SIS RIS SNR 25 T 2.58 5, HREL
EARAB RIEFNT 0.999. TEAIREENEAE LT, NCP 3 Laxt i 7
(MAE)AI TSR Z(MRE) 72358 1.29 ppm F1 2.05%, %A% G BE AR50
(AIM) 7> I FEA T 1.25 ppm A1 1.34%. BEAE, Allan 5 Z 08 R ER, EHxiE
FRAr I 1] 406 s B, CHa AR FR Ay 34.8 ppbe
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5.2 TIEREE

AICAEHET DAS 1) CHa 1 CoHp SRR BT 7T 5 TS 1€t B4
FAAEE 2 AR OR 1R LS R PR . B H DU AR

(1) f£25 T TDM 5 DAS 2 473 R E AN+, BOtH R i e,
W FHf ARG onfE R N AN, 75 5 SRS 5 3R s ST, 21 f
B IRS L. Pk, RTFRAGFZ L TR FEPR I 5%, esedlE
e A FEE ) [ B

(2) DAS Hor I R B0 RS L 25 (O T AR R 053, Hh SR A1y —
PG 20T B, AE FRG g BE AR T P I 1 RO 6 A% 1Y 016 5 i L K% 3 1 i 2 ) A
P, JUHAE PR IAAAERICRITE LS, SRLRARIOE BEORE B2 1. Rk, 3R
FE 2 RIWSCR A N SO SR 2R & TV, R SR T A e I v ik 7 A L R

(3) 47T, EHFEERV/NT, @i LabVIEW “FEHATHERE S 2 Hrae s
T L SEIN AR PR (HEEE SR ERHIN, LabVIEW RIS AT AR AR R4
L, WRESEARGAEENN G . T TREN R SEPEEOR, ROR T EORE
R AP T AR FPGA & b, AT S 30 e R Bt A 335 St sl
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