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Abstract

Hydrogen-air diffusion flame is commonly described as colourless. However, even
in controlled laboratory conditions with careful imaging, the flame appears reddish.
Although hydrogen flame colour was first described as "faint reddish-brown" by W. F.
Barrett in 1872[1] the misconception about if the hydrogen flame colour is invisible

still has not been well addressed until today.

In this research, the ignition process of hydrogen flame is captured by using
schlieren imaging and high-speed imaging technique. The flame colour of soapy
hydrogen bubble is yellow while of distilled water hydrogen bubble is more reddish.
The hydrogen-air diffusion flame direct images are captured by a DSLR camera as
well. Various co-flow conditions are applied and the colour of the flames are slightly

different but generally red.

The spectra of hydrogen-air diffusion flame in the wavelength range of 590 nm to
700 nm are analysed in this research. Air and oxygen cedlow with different flow rate
are applied as comparisons. The intense emission lines in this wavelength range are
identified according to the HITRAN and the NIST database. The spectra of hydrogen
diffusion flame under different co -flow conditions are similar. ‘00 and 0 "CGontribute
significantly to the reddish flame colour, and some other elements from the
equipment or atmosphere also have contributions. Furthermore, the results
approved that 'O0 and U "Qorovide more emission lines in the hydrogen flame with

co-flows, which might be due to the higher flame temperature. Moreover, the
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emission line of O | also presents in the spectra. Therefore, it is highly possible
that 'O | participates in the reaction and emits light in the combustion process of

hydrogen diffusion flame.
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Chapter 1. Introduction

1.1 Motivation

The use of fire is a turning point in the development of human culture and
technology. Humans have been studying combustion for centuries. Combustion is a
study of gaseous fuels, liquid fuels, and solid fuels including the ignition, flameout,
combustion process, and mechanism The application of combustion is used in
various fields such as aerospace, aviation, machinery, electronics, materials
engineering, etc. However, in addition to its essential role in human development,
combustion also has some hazard. Traditional fuels produce a lot of waste, including
carbon dioxide, soot particles, polycyclic aromatic hydrocarbons (PAHSs), and other
substances that are polluting the environment [2]. Therefore, the research and
application of clean energy are \tal. In recent decades, there has been a growing
interest in hydrogen as clean energy. Hydrogen is a light, storable, reactive, and high

energy content per unit mass gaseous fuel[3].

However, while the application of hydrogen brings significant advantages, there
are also many problems. Hydrogen isodorless; hence it is challengingto detect if any
leakage happens. Also, its flammability range is ast compared to natural gas or

gasoline,and its ignition energy is 20 times lower. Besides, hydrogen flame is almost
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invisible in natural light conditions. Therefore, hydrogen can cause severe fires if

leaked or misused [4].

Fundamental research on hydrogen can provide the theoretical basis for the
application of hydrogen and make the use of hydrogen safer and more efficient. One
of the unconcluded characteristics of hydrogen is its flame colour. There have been
researches reporting a variety of colours generated from hydrogen flames. Some
researchers believe that the visible colour is due to impurties in airborne dust, mainly
sodium. Other studies also suggest that the vibrationalrotational band of water

vapour causes the reddish flame colour.

The presence of the hydrogen©O | spectrum is also a possible cause of the
reddish flame colour of hydrogen. In detail, such a spectrum is relatively close to the
proverbial sodium colour, which may overshadow the reddish colour. As a possible
reason for such reddish colour appearing in blue hydrogen flame, the'O | may be
considered based upon the Bohr atom model. When the electron energy level of
hydrogen falls from n = 3 to n = 2,0 | will be emitted in visible red light colour
(656.28 nm) [5] and possibly contribute to the reddish colour of a hydrogen flame.
Furthermore, H radicals are abundant during combustion, and those excited H
radicals may emit hydrogen-alpha (O | ) light. Therefore, it is also likely for 'O |

to exist in a hydrogen flame.

Detailed analysis of hydrogen flame colour may supply a possibility for a new
diagnostic method in terms of the combustion of hydrogen -containing gaseous fuel.

Therefore, the detailed study of hydrogen flame colour is critical and meaningful.
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1.2Aim and Obijectives

This project aims to analyse the hydrogen flame colour in the red colour band,
including the ignition process flame colour, the stable hydrogen-air diffusion flames
under different co -flow conditions, the spectrum of hydrogen-air diffusion flame
under dif ferent co-flow conditions. Also, to investigate the possible contributions of

various species to the reddish flame colour.

To achieve the aim of this project, the main objective is to capture the images of
the hydrogen ignition process, the images andthe spectrum of hydrogen -air diffusion
flame under different co -flow conditions. Then find out the strong emission lines in
the red colour range, and match them with different species. The sub-objectives of

this research are listed below:
Hydrogen flame ignition process visuall  sation experiment

1 To set up a synchronizedschlieren imaging and high-speed imaging system.

1 To prepare soapy and distilled water hydrogen bubbles.

1 To analyse thebehaviour of hydrogen during the ignition process through the
schlieren images.

1 Tofind out and analyse the RGB channel values of the hydrogen bubble ignition
images captured by the high-speed camera.

1 To compare the similarities and differences between soapy and distilled water

hydrogen bubble flame colours.
Hydrogen -air diffusion flame  direct imaging visualization experiment

1 To capture the hydrogen-air diffusion flames under different co -flow
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conditions with the same DSLR camera settings.

1 Tofind out and analysethe RGB channel values of thdlame images.

1 To compare the similarities and differences between the hydrogen flames
under different co -flow conditions.

1 To capture and analyse the hydrogenair diffusion flame with a narrowband

filtker ('O | filter).
Hydroge n-air diffusion flame spectrum experiment

1 To set up a precisely instrumented spectroscopic imaging system.

1 To calibrate the hydrogen-air diffusion flame (with/without co -flow) spectrum
with sodium double lines.

1 To pick out the strong emission lines in the range of red light by using Python
script.

1 To find out species which might involve in the combustion process.

1 To find out emission lines of the possible species in the range 0f590-700 nm
by using the High-resolution Transmission Molecular Absorption Database
(HITRAN) (https://hitran.org/ ) [6] and National Institute of Standards and
Technology (NIST) database(https://physics.nist.gov/ ) [7].

1 To identify the emission lines in the hydrogen-air diffusion flame spectrum by
matching them with the data provided by the databases.

1 To compare the relative intensity of these species under different combustion
conditions, including hydrogen-air diffusion flame, hydrogen-air diffusion
flame with air co-flow, and hydrogen-air diffusion flame with oxygen co-flow.

1 To determine the contribution of 'O | on the reddish flame colour of
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hydrogen flames.

1.3Structure of the thesis

This thesis contains sevenchapters; a brief of each chapter is listed below:
Chapter 1 introduces the motivation, aim, objectives and structure of this thesis.

Chapter 2 gives the background information on combustion, hydrogen flames, and
visualisation methods, including the schlieren imaging technique, direct imaging

technique, and spectrograph.

Chapter 3 presents the hydrogen flame ignition process visualization experiment.
It uses schlieren imaging and high-speed imaging techniques to visualizeand analyse

the soapy and distilled water hydrogen bubble flame during its ignition process.

Chapter 4 presents the direct images of hydrogen-air diffusion flame under
different co -flow conditions. The similarities and differences between the flame
colours are analysed. The possibility of the contribution of 'O | is determined by a

narrowband filter.

Chapter 5 analyses the results of the hydrogenair diffusion flame spectrum. The
intense emission lines in the range of 590-700 nm are picked out and matched with
the emission line data provided by HITRAN and NIST database. Hence the possible

speciesthat contributed to the reddish flame colour could be identified.

Chapter 6 analyses the spectra of hydrogentair diffusion flame with different co -
flow conditions. The emission lines in the sane range are compared with the

hydrogen diffusion flame without co -flow. Species and elementsthat contributed to
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the reddish colour of hydrogen diffusion flame are further verified.

Chapter 7 concludes all the research methods and results involved in this study.
Future work s related to the hydrogen spectrum are discussed, and the possibility of

applying the results to industrial applications is presented.

Appendices and references are listed at the end of this thesis.
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2.1 Overview of combustion

Combustion is a complex processthat involves physical and chemical reactions. It
is closely related to daily life. The development of civilization is inseparable from
combustion. The substance that could be combusted and release energy is defined
as chemical fuel. There are three types of clemical fuel in general: solid fuel (wood,
coal etc.), liquid fuel (petrol, diesel etc.) and gaseous fuel (hydrogen, methane,

propane etc.).

At the current stage, global demands of natural gas keep growing fast [8]. However,
natural gas isnot renewable energy, which meansit will finally be used up. Also, the
combustion of natural gas produces a large amount of greenhouse gas. Therefore,

new fuels are urged to be used to replace those currently used traditional fuels [9].

Research in the combustion properties of different fuel s is essential. With
understanding the properties of the fuel, its combustion process could be monitored
and optimised, hence saung energy and improving efficiency. Combustion properties

of fuel include burning rate, ignition energy, flame structure and flammability etc.
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2.2 Flames of gaseous fuel

In this project, flames of gaseous fuelare studied. Bunsen burner is one of the

most commonly used laboratory gas burners.

Bunsen burner was invented by German chemist Robert Wilhelm Bunsen and
British chemist Henry Enfield Roscoe in 1857 based on the gauze burnera former

commonly used laboratory gas burner.

The gauze burner is a burner that mixes gaseous fuel and oxidizer in a cylindrical
metal chamber before ignition. A metal gauze is addedto the top of the burner outlet
to prevent flashbacks. However, the metal gauzegreatly influences the flame, such as
flame stability and colour [10] To eliminate the disadvantages of the gauze burner,
Bunsen and Roscoe improved the burner. The cylindrical metal chamber was
replaced by a long and narrow tube. Fuel and oxidizer mix in the tube.At the same

time, pressure in the tube before ignition is positive to prevent flashback s.

Bunsen burner can provide both diffusion and premix flames. Fuel enters the
burner with a gas pipe at the bottom , and the valve controls the oxidizer inlet. Fig.lis

a drawing Bunsen burner [10][11]
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Fig. I Schematic drawing of a typical  Bunsen Burner .

The equivalence ratio (") is an essential parameter in combustion. It is defined as:
AT LT HT T AHTH Equation. 1

=1 < Rsipme

T< %

T homes "Homs Equation. 2
0. . .
n
DIO-I 'I()-I
DD. vV <« - ®* v«

Where | is the mass andl is the mole number, the subscript i dneans the

stoichiometric condition.

Stoichiometric condition is defined as the ratio of mass or mole number of fuel
and oxidizer that satisfies the chemical reaction equation. Under this condition, the

oxidizer is entire ly consumed by all the provided fuel [12]

The equivalence ratio is also used to define fuel to oxidizer conditions. Fuel lean

condition iswhen " p, and the fuetrich condition is when 0 p.
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There are mainly three types of flame in gaseous fuel combustion: premixed
partially premixed, and diffusion, depending on the mixing condition of fuel and

oxidizer prior to the combustion process.

Fig. 2: Bunsen flame of methane -air flame: 1) Diffusion flame; 2) Partially

premixed flame (less air condition); 3) Partially premixed flame (more air

condition); 4) Premixed flame

Fig.2 demonstrates that different flames are different in both shape and colour ,
and it represents that the detailed mechanism of combustion under various

oxidation condition s is different.

2.2.1 Diffusion flame

Diffusion flame occurs when fuel and oxidizer enter the same zone with turbulent
and molecular diffusion [6]. Fuel enters the zone andis then mixed with an oxidizer to

reach its flammability range.

According to Glassmanet al., the structure of the diffusion flame is more complex

than the premixed flame. Diffusion flame has a more comprehensive chemical
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reaction and composition change zone [13] The rate of fuel and oxidizer mixing is
lower than the rate of the chemical reaction. The figure below indicates the typical

diffusion flame structure generated fro m the Bunsen burner.

Burnt products = < Products zone

Chemical reactions -+ Luminous zone

Unburnt fuel , < Dark zone

Oxidizer flow Fuel flow

valve closed 7r

Fig. 3: Bunsen burner diffusion flame Structure

The oxidizer flow valve is closed to generate a diffusion flame by cutting off the

oxidizer flow input. Fuel is only mixed with the surrounding air.

Furthermore, due to the separate storage of fuel and oxidizers, diffusion flame is
commonly used in industries as a consideration of safety. However, the instability of
flame is still a fundamental research topic. The instability of flame is mainly caused
by the buoyancy forces generated by the flame's high temperature. Co-flow is usually
used in a diffusion flame to increase its stability [14] [15] Fig. 4 is a typical co-flow

laminar diffusion flame burner.
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5 |
g Laminar liit ' __ Flexible steel
E Diffusion — :’3: :, mesh screen
E Flame \ﬁfi /
E E ~ Fuel

Air Nozzle —! ;h?: Nozzle |
[} 31 \

5 mm dia.

glass beads TR
~ Metal Foam
(TTREI g
& —

4 Fuel

Fig. 4: A typical co -flow laminar diffusion flame burner [16].

Laminar diffusion flames with co-flow result in longer and more stable flames due
to an increased flow rate. Fig.5 is an example ofdifferent flow rate laminar propane
diffusion flames with a fixed co-flow rate at 6.2 cm/s. It can be seen from the figure

that the flame length is proportional to the propane flow rate.

0.71 cm/s 14

Fig. 5 Propane diffusion flame at :a) 0.71 cm/s; b) 1.4 cm/s; ¢) 2.1 cm/s; d) 2.8

cm/s. The fixed co -flow rate is 6.2 cm/s  [17].
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2.2.2 Premixed flame

The premixed flame is generated when fuel and oxidizer are mixed homogenously
before ignition. The structure of a typical premixed flame is shown in Fig.6. The dark
zone is the unburnt fuel-oxidizer mixture. Chemical reactions and heat release

happen in the luminous zone, and the temperature in this zone is the highest [18]

Products ‘ Products zone é
diffusion envelope
premixed cone
Chemical reactions — Luminous Zone D, ny

Unburnt fuel

and oxidizer Dark zone
. A
/ barrel
Oxidizer flow Fuel flow
_l—— control ring
/
Oxidizer valve L s °.’/ Primaryar gocts

Opened / fuel orifice
. S

Fig. 6: Bunsen burner premixed flame structure with left: fully opened oxidizer

valve at the beginning; Right: gradually opened oxidizer valve (primary air

ports in the figure) [19].

According to Murty, a diffusion envelope appears when the oxidizer valve opers
gradually. The premixed flame cone reduces its size with the increase of oxidizer flow
input, and the diffusion envelope gradually disappears simultaneously. Once the input
oxidizer flow reaches the stoichiometric condition, th e diffusion flame envelope
disappears and remains only the bluish premixed cone. Moreover, compared to the

Bunsen burner diffusion flame, the premixed flame is shorter and dimmer [19]
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2.2.3 Partially premixed flame

The partially premixed flame is generated when the available fuel exceeds the

stoichiometric condition. Part of the fuel mixes with oxidizer before ignition and

behaviours as the premixed flame. The rest part of the fuel diffuses into the

surrounding air and shows diffusion flame

behaviour. Hence, a typical partially

premixed flame has both premixed flame and diffusion flame characteristics.

*

Products ’,“

Chemical reactions .,

Products zone

Unburnt fuel

Luminous zone

and oxidizer

Oxidizer flow

= =
— W

Oxidizer Valve

3 .
>
A

Dark zone

Fuel flow

Fig. 7: Bunsen burner partially premixed flame

2.3 Mechanism of atomic/molecular emission

of flames

The emission of atomic/molecular from a flame is mainly due to thermal causes or

chemiluminescence. This involves particles

resulting in emission of radiation.

in motion due to thermal energy,

In thermal excitation, the main sources of energy that contribute to the atoms and
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molecules are collision energy and thermal interactions. X! ~©oU2a8 «~{! ©° 2 «w
atoms and molecules can only stay in stationary states, which are selected by specific
guantum conditions. Light emission happens when an atom or molecule transits from

one energy state to another [20].

F R h H'Fh. Equation. 3

Where E is the energy of the state.O O is the energy difference between two

states.
M 2 «~{ fEw¥ycU?2 y¢NPprWHBN.®~ y~ { -w£f?
' [is the emission frequency.
is the velocity of light.
' is the wavenumber in® &  [20].

A typical molecule energy is associated with translation, rotation, vibration, and
potential ly electronic excitation. At ordinary and high temperatures, the translational
and rotational degrees of freedom of the molecules are fully excited, but the same
may not hold true for the vibrational and electronic excitation. According to the

Boltzmann distribution, the number of molecules with a given energy O is

proportional to ‘Q —, with "Yfor absolute temperature and “Qfor the gas constant per
molecule. At a higher temperature, the vibrational degree of freedom will become
important, and the specific heat will be higher, which also leads to a more intense

spectral emission [20].

Collisions have the potential to transfer energy between species. It is likely that

collisions between particles of molecular or atomic masses are the most effective
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means of inducing excitation. The possibility of a molecule being excited to an
electronic state where there is a difference in nuclear separation compared to its

initial value is higher.

Emission in flame due to chemiluminescence is caused by the chemical reactions,
which release energy in the form of photons. Excited species transits between their
electronic energy levels in the chemical reaction and releasing photons of
characteristic wavelengths. Normally, emission lines due to chemiluminescence are

discrete.

In both thermal causes and chemiluminescence, the amount of energy available is
limited, resulting in the observed spectra always corresponding to transitions

between low energy states [20].

2.4 Flame colour of gaseous fuel

Referring to Gaydon, the most significant difference between combustion and
other chemical reactions is light emission [21] Flame releasesa different spectrum
due to the excitement of species. Phaons release energy in the process and emit

lights [22] [23]. Flame colour is different for every flame [21]

Human eyes are only sensitive to a narrow band of spectrum. The wavelength of
visible light is from about o v &t Gto ¥ v &t dhas shown inFig.8. The Colour of a flame
is determined by the visible light emitted. However, the spectrum of flame also covers

ultraviolet and infrared.
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Fig. 8: Spectrum of all wavelength range and in visible range  [24].

For a typical Bunsen burner Hydrocarbon flame, the bluish inner cone is a
combination of blue, green and violet lights [24]. The excited radical6 "Oemits light
with T o a1t awavelength, andd emits lights with T x& @ dandv p& ¢ & Spectra
of 6 "Oand 6 radicals produce the the blue flame colour. The orange colour is
contributed by the grey -body radiation of the incandescent soot. Besides the visible
lights, hydrocarbon flame also gives lights in the infrared and ultraviolet range. The
products of hydrocarbon flame include # /,( / and/ (° radicals.# / contributes a
strong emission band att& t i and another band at ¢&ti .( / provides light with a
c®tl wavelength. Spectra lines emitted by # / and ( / are both in infrared.
Meanwhile, light emitted by / (* radicals have a wavelength ofc T wi, which is in the
ultraviolet range. Hydrocarbon gas diffusion flame, such as methane and propane,
presents orange or red colour with some weak blueish emissions. It has been proved
that the orange flame colour is due to the soot emission generated in the combustion

process. The orange colour is contributed by the grey-body radiation of the
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incandescent soot [25]. Fuel composition affects its flame colour predominant ly. Fuel

with rich carbon content has the brightest inner cone and strong est 0 emission

bands. Strong/ (* emission bands occur in fuel with oxygen content. Fig.9 shows the

emission of a typical hydrocarbon flame.

Hydrocarbon fire "typical" emission spectrum

2000

UV

6000

Relative intensity

VIS

3000 + /

IR

CO2 & H20

020

Fig. 9: Typical hydrocarbon flame emission spectrum

T
4 08

b e

[

3

Wavelength (um)

4

coz2

[26] .

In addition to the fuel composition, the intensity of emission bands of a premixed

flame is also basedon the equivalence ratio. Fig. 10 is the variation of F and A&

emission in a low-pressure ethylene/oxygen flame under different equivalence ratios.
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Fig. 10: Variation of F and "A€emission in a low -pressure ethylene/oxygen

flame [21].

1 is defined as the mixture strength, which is the reciprocal of the equivalence

ratio.

Flame temperature determines the emission intensity of diffusion flame
containing carbon. High-temperature soots generate grey-body radiation and emit a
continuous spectrum. Different temperature decides the intensity distribution in the

continuum [21]

2.5 Hydrogen combustion

Hydrogen is the simplest and lightest atom on the Earth, and it is the most
abundant element in the universe. However, Hydrogen does not naturally exist as a
form of gas on the Earth. Instead, Hydrogen always combines with other elements to
form a substance. For example, Hydrocarbon is one of the organt compounds which

contains hydrogen. Hydrocarbon can be found in many fuels, includng natural gas,
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gasoline, methanol and propane. Therefore, to get hydrogen gas, artificial work
should be applied. The two most common ways to get hydrogenare 0 ©{ | | @em ¥} U

natural gas and water electrolysis [27].

2.5.1 Hydrogen Properties

Hydrogen is a flammable gas; its lower flammability limit is 4% and the upper
flammability limit is 76% (in volume) at room temperature. The flammability limits of
hydrogen are highly dependent on the initial pressure. The lower flammability limit
decreases at the same temperature while the upper flammability limit increases with
increasing initial pressure [28]. The flammability limits of hydrogen are influenced by
temperature as well. Keeping the pressure constant and lowering the temperature
would increase the lower limit and decreases the upper limit. Hence, the flammability

range is narrowed down by decreasing initial pressure and temperature.

According to David Rainer[29], in air, hydrogen has the lowest ignition energy
(0.019 mJ), highest diffusivity, and high burning velocity. In atmospheric air, the
burning rate of hydrogen varies from 4 cm/s to 325 cm/s, which depends on the
hydrogen concentration. Hydrogen-air laminar flame has the highest burning rate

between equivalence ratios of# pandh (.

Therefore, due to the high burning rate, low ignition energy, and wide flammability
range, hydrogen is easier to transfer from detonation to ignition compar ed to other
flammable gases. To prevent unwanted ignition, adding inert gases (e.g. nitrogen)

could reduce the flammability range of Hydrogen [29].
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2.5.2 Hydrogen combus tion mechanism

In steady-state combustion, hydrogen reacts with oxygen in the air and produces
water vapour as the only product [30]. The reaction could be represented by the

following chemical reaction equation:

1 F 7 Fa

In the equation, "Q represents the state of hydrogen and oxygen as gas, and &

indicates "O0 is liquid [31]

The detailed mechanism of hydrogen-air combustion is listed as below:

Chain reaction of hydrogen combustion

la ( ( - -

1b (  ( (

1d ( C (

(
(
1c ( (6 ( 0
(
/

3 I - I ( -

4a (/ - ( 1( -

4b ¢/ cr C 1 1/

5a ( / - !/ -

5b ( / 1O (/ 'O

6a I /7 ( - (/ -

6b rerc e cr

7 I 1 (

8 C 1 /(!

9 «c 1 cr 1

10 Fcrc cro
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11 cr 1 71

12 «C ¢/ 117«

13 «c cr cr 1

14 « (/1 ( |/

15 C 1+ 107«

16 (1 1 (C (/!

17a (/! (/1

17b ¢/ cr - /1 / -

18 (7 C7r |

19 c/C 7 I

20 (/ T (O A A

21 (1 1 C (/1 (1
Table. 1 Chain reaction of hydrogen combustion [32].

The species involved in hydrogen combustion mainly include Q0,0 , 0,0 ,0 Q
01,00, and™O0 . Moreover, there are other species might also participate in the
reaction due to the high temperature of the flames, including 0 6,0 0,0 0,00,

"O0 0, andVU etc.

2.5.3 Hydrogen ignition mechanism

Unlike steady combustion, hydrogen ignition is a rapid and energetic process.
According to W. K. Kim [33], the propagation behaviour of hydrogen-air mixture
depends on the equivalence ratio. In his research, the schlieren photography
technique was used to record the ignition process of hydrogen -air soap bubbles with

an equivalence ratio from 0.7 to 4.0.
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Fig. 11 Schlieren images of flame propagation at various equivalence ratios. r =

flame radius, t =time from ignition [33].

Fig. 11shows that when the equivalence ratio is lower than and equal to 2.5, the
flame front winkles during propagation, while this phenomenon is not observed when
equivalence is 3.0 and 4.0. Referring to Kim, winkling of flame front might be caused
by spontaneous flame instability. In the cases of a higher equivalence ratio, he
concluded that the flame was stabled due to a weaker combustion reaction at the
convex segment towards the unburned gas and a more robust reaction at the
concave segment. Besides, it cald be noticed that flame propagation velocity
increases with the increase of equivalence ratio before %.reaches 1.8, while the

velocity decreases with the increase of equivalence ratio after %ogreater than 3.0. [33].
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Fig. 12 Schlieren images of the mixing process of rich fuel mixture with air

[34].

It can be seen from Fig. 12that when the bubble is ignited, the flame propagates
inside the bubble. Then the bubble ruptures from the edge just before the flame
front reaches the boundary. After the bubble rapture s, the rich fuel mixes with the

surrou nding air, and the flame acceleration occurs.

2.5.4 Hydrogen flame colour

WE«~! 2}~ ~°z0O!}{¥ | £wa{ y! £! -0 @&w Q¥ UOx<E °
W. F. Barrett in 1872[1] the misconception about if the hydrogen flame colour is
invisible still has not been well addressed until today. In detail, water (O0) is the
only chemical product after the combustion of hydrogen and oxygen, of which the
light emitted by water molecules is mainly in the infrared regime and hard to be
observed by human eyes.Its emission bands in the visible rangeare very weak [35].
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2.5.4.1 Blue continuum U

R.W. Shefer proved that hydrogen flame is actually visible. The hypothesis raised

by his group is the Blue continuumU

(b)

Fig. 13 Direct flame luminosity photography in a laminar diffusion 5 -air jet
flame. (s) Unfiltered; (b) short -wavelength pass filter with 550nm cut  -off
wavelength; (c) long -wavelength pass filter with 530nm cut -off wavelength

[36] .

_ ¥ i ~{| {©o02 [3q], thg pperture {uskea for the image is /2.4, and the
exposure time is 90 ms. Hydrogen fuel jet exit velocity is 47m/s, and the co-flow air
velocity is 0.57 m/s. Reynolds number is 837.Fig. 13 shows that pure hydrogen (UHP

grade) emits bluish and reddish colour in the diffusion flame.
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Emission
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Fig. 14 Emission spectra in typical diffusion 5 -air jet flame [36].

Fig.1l4indicates that OH molecules have strong emissiors in the ultraviolet range.
Besides,”O 0 provides strong emission bands at 1800 nm, 2700 nm and 6300 nm,

which are in the infrared range.

Apart from the diffusion flame, the premixed hydrogen -air flame also shows
- a2 x£{ y! £! -0©2 D[36], ¥iffeient ¢qlifalende ratics{oftHe twarggen -
air mixture are tested. Fig.15 shows aFlame luminescence photographs of premixed
5 -air jet with different equivalence ratio. The result indicates that the colour of the
premixed hydrogen-air flame depends on the equivalence ratio. With the increase of
equivalence ratio, the red colour is more distinct at downstream of flame. The blue

colour appears at the upstream of flame at all equivalence ratios.
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(a) (b) (¢)

(d)
Fig. 15 Flame luminescence photographs of premixed 5 -air jet.
@~ 8;(b)" 8;()" 8;()" 8 . Aperture fl2.4with4 s

exposure time. Jet velocity is 33  m/s. Reynolds number = 580 [36].
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Fig. 16. Emission spectra in typical premixed 5 -air jet flame [36] .

Fig. 16 shows that OH molecules have a strong emission band in the premixed
flame spectrum similar to hydrogen diffusion flame ."O 0 contributes strong emission

in the infrared range, which is similar to the diffusion flame spectrum. Apart from OH
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and 'O 0 molecules, a continuous blue emission exists in the range between 350nm
to 600 mn. Therefore, Schefer concluded that the colour o f hydrogen flame is caused

x° «~{ Ux£-{ y!®B& ¥--oU {o aa ¥

AN ®{ - { ©B « ~{ UWmdy eXplaiyemission Banrds ia the blue regionput

the reddish colour of hydrogen diffusion flame is still not well addressed.
2.5.4.2 Sodiu m contamination

Another common explanation for hydrogen diffusion flame colour is sodium

contamination in the surrounding air.

400 nm

(Na) Sodium

(H) Hydrogen

Fig. 17 Comparison of sodium and hydrogen emission spectrum [37].

Sodium has strong emission bands in the visible rangeas shown inFig.17and Fig.
19] ~{ «®] y~wOwy«{©O© 2« y 28{y«Owf £ ¥{?°
The occurrence of sodium double lines is due to electron transition from different
states. The transition from 0 ; state to S state emits the line at 588.99 nm and the
transition from 0 ; state to S state emits the line at 589.59 nm [38], which is in the

yellow colour range.
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Fig. 18 Atomic emission of sodium  [39] [40].
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Fig. 19 Intensity measurement of  Sodium doublet lines emitted from a
short lifetime palsma with different exposure time E, slit widths and

accu mulation A [41].

Sodium contamination may explain the yellow flame in some cases of hydrogen
diffusion flame, for example, the launch of the NASA Delta IV rocket(Fig. 20). The
launch site is close to the seacoast; hence it is reasonable to have a large amount of

sodium in the air. In addition, the ablative coating and the carbon contained nozzle of
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the rocket [42] might have influence on the flane colour under a high temperature .

Fig. 20: NASA Delta IV rocket launch [43].

Furthermore, Fig.21is a raw spectrum of a meteor captured in 2018. It could be
noticed that the sodium line in the meteor spectrum is intense [44]. It might be due
to the large amount of sodium in the meteor composition, or it might be caused by

the sodium in the atmosphere.

2.4

2.2k

ReLative Intensity

Wavelength (A

Fig. 21 Raw spectrum of a meteor captured in 2018 with intense sodium
emission line [44].
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2.5.4.3 Water vibration -rotation bands

An alternative potential cause of the faint colour of hydrogen flame can be due to
the existence of water vapour, which is produced during the combustion process .
Referring to Kitagawa, water vapour has vibration-rotation absorption band s in the

visible range, and some of them are in proximity to the hydrogen emission band [45].

T. Kitagawa captured the spectrum of oxy-hydrogen flame with a glass
spectrograph. The research indicates there are some weak emission bands in the
range of o @ frti to v Tt i. The spectrum also shows the exstence of a large number

of strong emission bands betweenv v frti and x mtirti [46].

Fig. 22: The emission bands of oxy -hydrogen flame [46].

Oxygen involhed in the hydrogen flame spectrum taken by Gaydon (Fig.23) in the
range of 610 nm to 730 nm showed clear emission band heads at around 645 nm and
652 nm. He alsosuggested that these bands were generated by the vibration-rotation

bands of water [47].
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6500 7000

Fig. 23: Flame spectrum of oxygen burning in hydrogen in the range of 610 nm

to 730 nm [47].

A water molecule is made of an oxygen atom and two hydrogen atoms. Due to the
isosceles triangular molecular structure, as shown inFig. 24, the water molecule has

three freedoms of vibration [48].

NN

Symmetric Stretch, v A rotational axis

1
A o

S =

Bend, v, B rotational axis

=
N

AN

Anti-symmetric Stretch, v, C rotational axis

Fig. 24: Water molecule vibrational and rotational motions [48] .
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According to the research by Mecke, Baumann and Freudenberg, the three
fundamental vibrations are ¥, ht“ and] “ , andw, ® and & represent their
vibrational quantum numbers. There are a total of 6 water vapour vibrational

rotational bands in the wavelength range of 570 nm to 700 nm.

No. Vibtational S'Eate Wavelength Wavenumber (& & ) Vibrational
zAh 2zaAah A (nm) energy, KCal

1 (3,2,0) 571.4 17495.44 49.7

2 (1, 4,0) 591.6 16898.81 48.0

3 (1,32) 594.3 16821.62 47.8

4 (3,1,1) 631.4 15832.47 45.0

5 (1,31 651.4 15347.90 43.6

6 (3,1,0) 698.2 14318.73 40.7

Table. 2: The vibrational rotational band of water vapour in the range of 570

nm to 700 nm [46].

T. Kitagawaalso listed the wavelength and wavenumber of the emission bands of

the oxy-hydrogen flame in the range of 565 nm to 700 nm.

No.| 7 AOAT AlrCHO tho & No.| 7 AOAT AIRCHO| fhba
1 568.33 17590 13 622.00 16072
2 571.53 17492 14 625.51 15982
3 580.69 17215 15 632.16 15815
4 586.16 17056 16 637.71 15676
5 588.02 17001 17 645.75 15482
6 590.02 16943 18 646.80 15456
7 592.38 16878 19 649.04 15404
8 594.88 16807 20 651.68 15340
9 598.88 16692 21 657.45 15207
10 616.57 16215 22 662.86 15083
11 618.15 16173 23 692.20 14443
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12 620.26 16119

Table. 3: The wavelength and wavenumber of oxy -hydrogen flame in the range

of 565 nm to 700 nm recorded by Kitagawa [45].

Theoretically, water vapour is the only product of oxy-hydrogen flame, and it has

strong emission bands in infrared. It is possible that water also has emission bands in
the visible light range.

Hence, the vibration-rotation bands of water are compared wi th the oxy-hydrogen

flame emission bands.

Absorption spectrum of the vibration - Emission bands of the oxy -
rotation bands of water vapour hydrogen flame

No. fh O |Intensity |oRktO No. | fh O |Intensity |oRlkO
1 588.06 6 17001 5 588.02 6 17001
2 591.42 4 16903 7 592.38 4 16878
3 594.30 6 16821 8 594.88 6 16807
4 651.74 10 15340 20 651.68 10 15340

Table. 4: Comparison of absorption bands of the water vibration -rotation

bands and emission bands of the oxy -hydrogen flame [47].

Four emission bands in the red light range match the vibration -rotation bands of
water. Hence, the reddish colour of diffusion hydrogen flame may be caused by the
absorption bands of water vapour. However, there is no clear evidence that water

vapour can emit visible lights in combustion.
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25.4.4 3 ) transition

The presence of the hydrogen spectrum is also a possible cause of the reddish
flame colour of hydrogen. In detail, such a spectrum is relatively close to the
proverbial sodium colour, which may overshadow the reddish colour. As a possible
reason for such reddish colour appearing in blue hydrogen flame, the may be

considered based upon the Bohr atom model.

A hydrogen atom contains a proton and an electron. When hydrogen gas is heated
up, the electron in the atom absorbs the energy and is excited. Hence theelectron
jumps to other states from its ground state. However, the electron is not very stable
in other states. Thus, the electron will fall back to the ground state after a short time.

It requires the least energy for the electron to stay in the ground state. Therefore,
energy will be released when the electron falls back to the ground state. When the
electron energy level of hydrogen falls from n = 3 to n = 2,it will be emitted in visible
red light colour (656.28 nm) [5] and possibly contribute to the reddish colour of a

hydrogen flame. Fig.25 shows photoelectric effect of an atom.

Atomic e~
e” . Excitation
o _— | o
hc
E=—
A
e o
e
o —> o
Atomic

De-excitation

Fig. 25: Photoelectric effect of an atom  [50] .
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When the electron falls back from n=3 state to n=2 state, a 656.3nm wavelength
spectral line in the Balmer series, this light is identified as Hydrogen-alpha (O | )

light [5].

The following figure (Fig. 26) shows the different series of hydrogen electron

transitions.
Balmer series
n=3 \
-{03
7 Faschen series
n=4 N
n=3>5 n=>56
Fig. 26: Hydrogen electron transitions and their resulting wavelengths [50] .

According to the spectrum, hydrogen-alpha light has a visible red colour. The
flame of hydrogen ignition has a similar colour to the hydrogen alpha light, which

leads to the motivation of this project.

Moreover, the emission spectrum of hydrogen shows there are five distinct
emission lines in the visible range.As Fig. 27 shows, four of them are in the range of

violet and blue colour range, while only one line is in the red light range.
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Hydrogen Absorption Spectrum

Hydrogen Emission Spectrum

400nm 700nm

H Alpha Line
Goenm
Transition N=3 to N=2

Fig. 27: Hydrogen absorption and emission spectrum [51].

2.6 Visualization methods for combustion

research

Visualization of combustion is critical in the research, especially in the area of

flame colour. For example, the optical spectrometer is used for flame colour

research, and the schlieren imaging system could capture the detailed fluid dynamic

during combustion. In this section, optical spectrometer, digital camera and schlieren

imaging technique used in the combustion research areas will be discussed.
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2.6.1 Schlieren imaging technique

2.6.1.1 Fundamental of Schlieren imaging technique

g-!' « ¥} MNax{@kOoryBwOf ~¥UX w2 schlierén@echhaigue § £ {
is the combination of the optical projection of an object with an indication of its light

z{| £E{BA ! ¥DU

When light propagates in inhomogeneous transparent media, the reflective
z | 1{o{¥y{ ® «~ ¥ «~{ | -{9wEEL {SEFHW edsity- ¥ z
change can lead to the occurrence of schlieren, and a dangein flow density could be
caused by temperature or velocity difference . Refracting light rays are the basic of

the schlieren technique . The mathematical basis behindit is demonstrated below:

The refractive index (n) describes the direction change of the light rays when

passing through a media.lt could be defined mathematically as:

| -

L :
r Equation. 4

_||_|
=M

Where Qis the speed of light travels in the media,
@ is the speed of light travels in vacuum (approximatelyc p méi ).

Defining x,y, z as the normal cartesian coordinates of a system. Then the bending

light ray is proportional to the gradients of refractive index in x, y plane.

As shown inFig. 28, assuming the refractive index gradience is negative. A planar

wavefront passing through & , and propagating to & .
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Fig. 28: Diagram of elemental light refraction by & [52].

The differential angle Y& could be expressed as:

L L :
o . . o Equation. 5
A rJ . rJ Y < q

Where, ¢ and ¢ are different refractive index due to the negative refractive

index gradient,

Yois the differential time.

AR '_ Equation. 6
oW
Combining Equation. 5 and Equation. 6, the differential angle is:
ut '_ JIIFJ L] JIIFJ L] S’/ ) ] ] ] S'/ ) Equa’[lOﬂ 7
I 7 SRR

When Yoapproaches to 0, hence — turns to be —. Differentiate Y- in terms of Y4,

then:

Equation. 8
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Due to - is a very small angle, thus

o, Equation. 9
£ m,
Substitute Equation. 9 into Equation. 8, it would be:
z z = Equation. 10
z D l_ z (
Equation. 10is the expression of the refracted ray curvature.
Similarly,
: ® z = Equation. 11

A\
-
n
A\
[

Equation. 10 and Equation. 11lare the mathematical core of schlieren imaging

technology [52].

The first schlieren method was developed by Robert Hooke in the 11 century. Fig.

292 ~ | ®*a ~ ¢ { 4dRliereh ©yst¢m setpE This setup only contains two

candles, a lens anchuman eyes [52].

candle
as light
source 2nd candle

Fig.29P ~ ! ! ¢ { U aschlie@n gysteweiup [52].
The first candle is used as a light source,and the image of the second candle

69



Chapter 2: Literature review

flame is projected on the human pupil by the lens. Some intense light rays are
refracted , fall outside the pupil, and are blocked. Therefore, the intensity difference

seen by the human eye could reveal the transparent plume of the candle flame.

In the 19" century, August Toepler designed the first proper schlieren setup,
including a lantern light source, an adjustable knife-edge, a telescope and a long

focuslens[52).Fig30 2 «~{ jI {8£{oU2 ay~f£ {©{¥ 2{«-8D

Fig. 30P j ! { Sdhlfererikttup [52].

With this proper schlieren setup, Toepler observed sound shock waves. The image
below (Fig. 3] is a drawing of the schlieren image showing a spherical shock wave

propagating from the electrical spark. Hence, August Toepler was honoured as the

first who saw sound [52].

Fig. 31 Shock wave from an electrical spark in the air [52].
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In the 20" century, the schlieren imaging technique was further developed to

explore the motivation of shock in the air and study fluid dynamics.

Nowadays, the application of the schlieren imaging technique has a much more
comprehensive range. It includes application in research of the phenomenon in solids,

liquids and gases, combustion, material processing, microscopy,etc. [52].
2.6.1.2 Typical schlieren setups

There are various setups of the schlieren imaging technique for different
purposes. In the research of combustion, Z-type Schlieren and single mirror

schlieren are the most common setups.
Z-type schlieren system

Z-configuration parallel-light schlieren is the full name of the Z-type schlieren
system. This setup contains a point light source, two parallel mirrors, a knife-edge
and a digital camera. The point source is formed of a light, a condenser lens and a slit.
The distance between the light source and mirror A is the focal length of the mirror.
Lightray goes through the slit and is refracted by mirror A. The bent ray passes
through the field of interest, and mirror B bends the light ray towards the digital
camera. The distance between the two mirrors should be at least twice the foc al
length of the mirror. According to research, there is no apparent influence if the
distance between the two mirrors is longer. A knife -edge is placed at the focal point

to block part of the light [53]. Fig.32 shows a typical Ztype schlieren system setup.
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knife edge
camera

Mirror B Mirror A

-— field
refracted ray of interest

Fig. 32: Typical Z -type schlieren system setup [52].

Single mirror  schiieren system

In terms of apparatus, the difference between the single mirror schlieren system
with the Z-type setup is the number of mirrors and an additional beam splitter. As Fig.
33 shows, the testing area is in front of the mirror, and therefore, light rays pass

through the testing area and are refracted directly by the mirror [54].

Mirror
i Light source
Ml SN Focus s
R Iens’ //I
e f Knife-edge
- Beam splitter

Fig. 33: Single mirror schlieren system setup [54].

Comparing To the Z-type schlieren system, the single mirror schlieren is more
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sensitive, and the cost is cheaper. However, the Ztype schlieren system is more

operational in a practical experiment.

2.6.2 Optical Spectrometer

The spectrum was firstly used to describe the dispersion phenomenon when
white light passed a prism by Issac Newta in the 17" century [55]. A spectrometer is
a device that measures the spectrum. The optical spectrometer is a device that

measures the emission, absorption or fluorescence spectrum of a material [56].

Fig. 34: DADOS slit spectrograph [57].

The spectral line is where the intensity of the local spectrum is higher. It is in the

shape of a line due to it is the image of the slit.

There are several different optical spectrometers, including prism spectrometer,
grating spectrometer, the Fourier -transform  spectrometer, Fabry -Perot
spectrometer, laser spectrometer etc. The gating spectrometer will be mainly

discussed in this report.

A grating spectrometer uses the grating to disperse the light [56]. The figure

below (Fig.35) shows the layout of a diffraction grating spectrometer.
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Fig. 35: Layout of a diffraction grating spectrometer [58] .

A typical diffraction grating spectrometer includes an input slit, a diffraction
grating, an output slit, a detector (light sensor) and some lenses. The light is
convexed to go through the input slit, then passes the lense and diffracted by the
diffraction grating . Finally, it is convexed again passes the output slit,and reaches the

detector. A spectrum of the light will then be projected on the detector.

As the most crucial part of the spectrometer, the diffraction grating has two main
types. One is called reflecion grating, and the other one is transmission grating. Both
of them are plane gratings. Fig.36 is the schematic diagram of the two types of plane

diffraction gratings.
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( a ) grating normal
k: | -

incident light | reflected light

diffracted light diffracted light

(b) grating normal
+ | —

incident light |

| diffracted light

Fig. 36: Diffraction by a plane grating. (a) A reflection grating. (b) A

transmission grating  [59].

The difference between a reflection grating and a transmission grating is whether

the incident and diffracted light rays lie on the same side of the grating.

In the figure, | is the incident light angle.
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[ is the diffraction light angle, where the subscript m represents the

order of diffraction.
d is the groove spacing, also kown as the pitch.

The following grating equations express the relations between the angles and the

light wavelength:

i "HY T T Equation. 12
3 S I O A I Equation. 13
€ TH Equation. 14

Where 1 is the wavelength of the incident light.
] @ «={ }oii-{ | O{ ~{¥y°Ez{¥® «°B
m is an integer multiple.

Equation. 12and Equation. 13can only be applied when the incident and diffracted
light are both perpendicular to the grooves. In other cases, the equation is modified

as below:

T CHU i 7ot Equation. 15

Ris the angle between the plane perpendicular to the grooves and the path of

the incident light.

WhenRrR T, the case is defined as conical diffraction[59].
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Fig. 37: The schematic diagram of the planar diffraction grating spectrometer

[60] .
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Fig. 38: The diffraction pattern for N=4 slits [60] .

According to the diffraction spectrometer theory, the phase difference between

two adjacent light paths could be calculated as
LI R A "|'E—Z"H"HZ - Equation. 16

T HTHI "HHHH® 1 Equation. 17

7



Chapter 2: Literature review

Hence, Equation. 16becomes:

_‘m vi«aPZO Equation. 18

¥
Simplified as:

H1E T Equation. 19
| is the diffraction angle of the light.

The resolving power of a diffraction spectrometer is the ability of the grating to

distinguish the difference between two adjacent spectral lines.

_ Equation. 20
Where R isthe resolving power.

Y_is the limit of resolution.

The resolving power is limited by the difference of wavelengths of two equal

intensity lines that could be separated.

A Intensity

Fig. 39: Resolution of a diffraction grating [60] .
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The relationship between the phase angle of the first minimum (n) and the

number of illuminated slits (N) is expressed as:

. 4 Equation. 21
L

Also, the resolving power can beworked out when the minimum of one diffraction

pattern and the maximum of another diffraction pattern is at the same place.

As shown inFig.39,

A B Equation. 22

The minimum occurs at the angle[ when it satisfies:

A Z Equation. 23
y_ v.-P Z0O oo

Simplified as

)4 Equation. 24

H1iE 11 o T

Combining Equation. 19and Equation. 24, it becomes:

v P ITT:I' Equation. 25

AsY_is far smaller than 1, the theoretical value of the resolving power of a planar

diffraction grating is given by [60]:

S S Equation. 26
n g | E 9
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2.6.3 Camera

The history of the cameracanx { «©Owy {z xwy ¢ «] «~{ GNHF2D
captured by Joseph N. Niepce in 1827. Then in 1837, Daguerre invented the first
camera, which could capture clear black and white images. The camera was made of

a wooden box and a lens. However, the camea could not copy the image[61}]

Fig. 40: The camera invented by Daguerre in 1837 [61].

Willam Henry Fox Talbot improved and invented the calotype camera in 1839. The
calotype camera can record the original image with its negative image on paper. Then
the positive image could be obtained by shining light through the negative image. The

advantage of this type of camera is that it can make copies of the original image[61]

Fig. 41 Negative and positive image s[62].
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e

Fig. 42: The working p rinciple of camera [63] .

When the reflected light of an object passes the pinhole, an upsidedown image of
the object will be cast onto the wall of the black box. This optical principle is the basic

operation principle of the camera [63].
2.6.3.1 Film camera

A traditional film camera, as its name suggests, uses film to capture imagesThe
film was made of plastic and plated with a silver halide crystal layer.Different colour
sensitive layers will be applied in a colour film. Typical layers including a blue
sensitive layer on the top, a yellow filter layer, followed by a greenblue senstive layer
and a red-blue sensitive layer.When the film is exposed to light, a chemical reaction
will be triggered, and a latent image is captured. Then the latent image can be
developed into a negative by convert the silver halide into metallic silver. Then the

negative could be reversed to a positive image[64] [65].

81



Chapter 2: Literature review

0.Photografic film 1.Exposure 2.Developer bath 3.Stop bath 4.Fixer bath 5.Washing 6.Drying
(plastic base + gelatin emulsion) (the right amount of light) (mixture of compounds) (acetic acid) (ammonium thiosulfate) (water + wetting agent) (dust-free enviroment)
empty latent image: metallic silver stop of removing of removing of fixer and permanent and
frame silver halide exposed to light developer action silver halide hard water marks light-resistant negative

Exposure process Chemical process Refinement process
inside the camera lightproof tank light on

Complete darkness

Fig. 43: Film developing process [66] .

Comparing with digital camera, film camera has a better performance in black-
and-white images. Ithas a higher light and dark variation; hence more details can be
recorded in black and white photography [67]. However, a film camera would take a
much longer exposure time than a digital camera when the light intensity is low.
Moreover, the film camera could not change the white balance, which cause the

colour of the image varies with the brands of the film [68].
2.6.3.2 Digital c amera

With the development of digital technology, the digital camera has beentaking the
place of the traditional film camera in recent days. A digital camera uses electronic
sensors to record the incoming lights and store the image into a digital computer file.
When the shutter button is pressed, sensors inside the digital camera record the
colour sensed by each pixel. The electronic image sensor has two main typesthe

charge-coupled device (CCD) and the complementary MOS sensor (CMOS).
CCD Sensor

CCD is the abbreviation of ChargeCouple Device. It was invented by W. S. Boyle

and G. E. Smith at Bell Telephone Laboratories in 196@9]. The technology of CCD is
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based on the metal-oxide-semiconductor (MOS). When an image is projected onto
the capacitor array, photons are converted into electrons, and an electric charge
accumulates on the capacitors. The electric charge on each capacitor is proportional
to the intensity of light incidence. Then each capacitor would transfer its charge to
the neighbour capacitor. This transfer process is controlled by a control circuit. Once
the last capacitor receives the charge, it moves the charge to a charge amplifier and
an amalog-digital converter (ADC). The charge would then be converted into a voltage

and stored in the digital camera memory.

Charged Coupling Device Camera Circuit Board

photon to electron to
electron roltage
cony ersion COTYRY 51 0T

Fig. 44: CCD working principle  [70].

CMOS sensors

CMOS stands for Complementary metal-oxide-semiconductor. It was invented by
C. T. Sah and F. Wanlass of the Fairchild R & D Laboratory in 196¢31] The main
difference between CMOS and CCD sensos is that each pixel has an ampfier in

CMOS sensors. Besides, each colum of capacitors has its own analogdigital
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converter, and each pixel can be accessed individually.

Camera
Circuit
Complementary Metal Oxide Semiconductor Board

merme—dle B ~on

photon to electronm conversion {phntnsite}l

electron to voltage conversion (transistors)

Fig. 45: CMOS sensor working principle  [70].

Both CCD and CM(5 sensors are based on the same method of converting light
photons into an electrical signal. These two sensors have their own advantages and
disadvantages Comparing a modern CMOS sensor with a traditional CCD sensor the
modern CMOS sensors have arelatively lower sensitivity due to the multi -layer
semiconductor materials. CMOS sensors also have a higher nse level due to the
unevenness caused by the individual amplifier for each pixel. Fig.46 is a signal to
noise ratio (SNR) comparison of an IMX249 CMOS sensor and a ICX414 CCD sensor
under low light condition s. It could be known from the figure that the CMOS sensor
has a higher SNR than theCCD sensor ata low light level. However, at high lighting

levels, the CMOS sensor hasigher signal production than CCD sensors[72].
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4 IMX249 CMOS sensor will reach absolute sensitivity

58 threshold at a lower lighting level
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Fig. 46: IMX249 CMOS and ICX414 CCD sensors signal to noise ratio

comparison under low light conditions [72].
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Fig. 47: IMX249 CMOS and ICX414 CCD sensors signal [72].

Besides, the CCD sensor would reach its saturation capacity at a lower light
density compared to the CMOS sensor. Therefore, the CCD sensor camera would

generate a brighter image thanthe CMOS sensor camera[72].
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ICX414

IMX249

Fig. 48: Images captured by ICX414 CCD sensor and IMX249 CMOS sensor
under different lighting conditions (the dark lighting conditions are enhanced

for display) [72].

It could be noticed from the results in Fig.48 that the CMOS sensor shows more
details of the image compared to the CCD sensor. Under the high lighting levels, the
image captured by the CCD camea is saturated, and the information ¢ an hardly be
seen. While under the low lighting conditions, the noise level in the CCD sensor image
is higher than the CMOS sensor image. Therefore, according to this report, the
performance of modern CMOS sensos is better than the traditional CCD sensor

under various lighting conditions [72].
2.6.3.3 RGBcolour model

RGBcolour model is commonly used in describing the colour in digital images. It
enables different digital devices to know the colour information of images [73]. RGB is
the initials of red, green and blue primary colours, respectively. A \ariety of colours

could be obtained by adding these three colours in different proportions.
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Fig. 49: RGB colour cube [74].

The RGB ofthe image is determined by red, green, and blue values The value
range of each primary colour is from 0 to 255. For example, RGB of white is (255, 255,
255) and black is (0, 0,0). Also red could be represented as (255, 0, 0), green as (0,

255, 0) and blue as (0, 0, 255).

Additive color mixing

Cyan Gl'een
0-255-25% 0'255‘0

Fig. 50: Additive colour mixing  [75].

2.6.3.4 Other image parameters

The brightness of an image depends on the exposure settings of the camera when

the image is captured.
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Fig. 51 The exposure triangle [76].

Exposure settings of an image include aperture, shutter speed and I1ISO speed.
Aperture decides the area of the light that could enter the camera. Shutter speed is
the speed of the shutter on and off, which determines the time of light entering the

camera. The ISO speed controls the sensitivity of camera sensors
2.6.3.5 High-speed camera

A high-speed camera is a camera that can capture imageswith high frame rates,
and it can record events that happen within a microscopic timescale. Hence,
phenomena with shortchanging time, such as material behaviours and mechanical
events could be recorded and researched using high-speed cameras [77]. There are
four categories of high-speed cameras based on the frame rates. The four categories
are high speed (50-500 frames per second), very high speed (500-100,000 frames
per second), ultra-high-speed (100,000-10 million frames per second), and super

high speed (over 10 million frames per second)[78] [79].

The history of high-speed cameras can be traced back to 1878 The British
photographer E. Muybridge captured a sequence of high-speed motion with 24

cameras attached to a shutter release sysem [80].
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Fig. 52: High-speed image sequence ofr a house in motion captured by

E. Muybridge [80] .

In the 1930s, Bell Telephone Laboratories redesigned and produced a higkspeed
camera with 5000 frames per second (fps) and named it FASTAX. Then Wollensak
Optical Company improved the camera by increasing the frame rate to 10,000 fps.A
few years later, C. D. Miller developed a rotating mirror camera that theoretically

could reach 1,000,000 fps[80].

Nowadays, highspeed cameras normally use either a CCD sensor or a CMOS
sensor to record. A modern digital high-speed camera could capture images
continuously with a set frame rate. A trigger is used to control the recording interval
depending on the requirement. For example, the recording interval could be set as a
specific time interval before or after the trigger signal [81] The utilisation of triggers
can also synchroniz multiple cameras together to give various kinds of information

in the same event.
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2.7 Conclusion

In conclusion, this chapter gives the background information related to the
research project, including the basic information about hydrogen, three types of
gaseousflames, hydrogen combustion and visualization methods used in this project.
In the following chapters, details of experiments and their results will be presented,

and their results will be analysed and discussed.
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Chapter 3: Hydrogen -air
diffusion flame ignition
visuall sation

3.1 Introduction

Although hydrogen could be a superior replacement for petroleum and natural
gas, using hydrogen as fuel still faceenormous safety issues. Hydrogen has a wide
range of flammability and only needs low energy to be ignited [7]. Hence the
possibility of accidental fire and explosion is higher than in other gaseous fuels.
Therefore, the mechanism of hydrogen-air diffusion flame ignition should be studied
in detail. Among all the research, it could be noticed that the colour of hydrogen
diffusion flame is various in different cases. Flame colour could give plenty

information of combustion process, which is worth researching.

In this chapter, the ignition process of a hydrogen diffusion flame will be
researched. Ultra-high purity hydrogen gas was filled in a soak or dstilled water
bubble and ignited by an electrical spark. The ignition process was monitored and
recorded using aschlieren imaging system anda high-speed camera. The High-speed

camera provides the flame colour informati on, and the schlieren imaging system
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shows the flow behaviour of confined hydrogen. The RGB channel values of the flame
images will be worked out. The ratio of the red channel value to the other channel
values will be calculated and compared. Therefore, the difference between the flame

colours could be shown. Possible explanations for the difference will be given as well.

3.2 Methodology

To study the ignition behaviour of hydrogen, the main idea is to capture the
process of hydrogen bubble ignition with the high-speed camera and the schlieren
imaging technique. In the research, soap bubbles filled with pure hydrogen were
generated on the top of a plastic funnelled stand. Besides the soap bubble, dstilled
water bubbles were also researched as a comparison. Electrical sparks were
generated just above the bubble. Hence, the hydrogen bubble could be ignited by the
spark. schlieren imaging system and high-speed camera were trigged simultaneously

to capture the whole ignition process.

In addition to the ignition behaviour of the hydrogen-air diffusion flame, the
colour of the flame will also be analysed.In order to identify the flame colour in the
image, red, green and blue channel values of the flame will bdound by usinga Python
algorithm. The script identifies the flame location in the images and extracts the RGB
values of all pixels in the flame areaThen the average and median value of theRGB
channels could be calculated. The average and median value of the RGB channelsf

the soapy and dstilled water hydrogen bubble flames can be analysed andcompared.
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3.3 Experiment preparation and set

3.3.1

Soapy bubble

Preparation of Hydrogen Bubbles

_up

In this experiment, soapy water was used to generatesoapy bubbles. Soapy water

was a mixture of soap liquid and water with a ratio of 2:1.

The following ingredients (Table.5) were used in the preparation of the soap liquid:

Agua

Surfactants

Benzisothiazolinone

(6 00 0)Y
Methylisothiazolinone Phenoxyethanol Limonene
(6 00 0)Y (60 0) 0 O

Sodium Laureth Sulfate

Cocamidopropyl Betaine

Sodium Chloride

60000 000060 VYU ¢ (6 ©0 V) (0 wg a
Glycerin Polyquaternium-7 Lactic Acid
(6 00 ) 00 000 00U VL (6 00 )

Sodium Benzoate

Tetrasodium Glutamate
Diacetate

Diethylamino
Hydroxybenzoyl Hexyl

(6 00 @O e Benzoate
(0 OuvL WL ) 6 06 0)
Ethylhexyl Methoxycinnamate Hexyl Cinnamal Linalool
(6 O 0) (6 O 0) (6 O 0)
AlpaIsomethyl lonone Citronellol
(6 0 ) (6 "0 0) Cl 42051

Table. 5: Soap liquid ingredients

According to the ingredients, the main elements contained in the soap liquid used

for the experiment include: 6h) iy FCRYand § ¢
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A plastic gas pipe was connected to the hydrogen gas cylinder to provide
hydrogen flow. The flow rate used in this experiment to generate the bubble was 60
a & "QeBefore generating bubbles, hydrogen was exhausted directly from the pipe
for a few minutes. So, the hydrogen in the bubble could be ensured to be pure

(99.9995% purity ).

One end of the hydrogen pipe was dipped into the soapy water to blow bubbles.
Then the pipe was moved to the plastic funneled stand; hence a hydrogen bubble
would be generated on the top of the stand. The hydrogen bubbles used in this

experiment were approximately 17mm in diameter.
Distilled water bubble

The distilled water bubbles were generated by submerging the hydrogen gas pipe
into a small tank filled with distilled water. The tank was rinsed with distilled water
for several minutes before being filled to ensure its purity . The hydrogen flow rate
was the same as generatingthe soapy bubble, which is 604 & "QEThe dstilled water
bubbles would stand on the water surface for a few minutes after being blown. The

size ofthe bubble used in the experiment was 17 mm in diameter as well.

3.3.2 Experiment set -up

In the experiment, a ztype schlieren imaging setup was used and direct images of
the experiment process were captured simultaneously. Once the hydrogen bubble
was generated, the electric spark generator would be switched on and generate
electric sparks. A schematic diagram of the experimental setup is shown in Fig. 53

below.
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Concave mirror 1

Point light source

Colour high speed cam Spark generator

H, Bubble

B/W high speed camera
Knife edge

Concave mirror 2

Fig. 53: Hydrogen bubble ignition experiment  al set-up.

High-speed camera

There were two different high -speed cameras engaged in this experiment. One is

coloured, and the other one is monochrome . A Colour high-speed camera was used

to capture the ignition process directly, while the monochrome camera was used to

record the schlieren image of the same process. Two high-speed cameras were

synchronized to make sure they record ed the same process.

The model of the colour high-speed camera used in this experiment is Photron

FASTCAM SAA4It could reach a minimum exposure time of 16.7 ms anda highest

frame rate of 500,000 fps. The frame rate used in the experiment to record the

hydrogen bubble ignition process directly was 10,000 fps, and the shutter speed was

1/10,000 s. The main specification of the model is listed in Table. 6.
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Model FASTCAM SA4

Image Sensor CMOS

Sensor Resolution p Tt Q TP TT pixels

Frame rate Full frame 3600 fps max

Frame rate Segment (500K) 500,000 fps max
Frame rate Segment (500K) 216,000 fps max

Recording Colour | Monochrome 12 bit

Depth Colour RGB, each 12 bit Bayer
Shutter Method Electronic shutter

Recording Method IC memory

Table. 6: Specification of colour high  -speed camera FASTCAM SA4 [82].

Fig. 54: Photron FASTCAM SA4 high -speed camera [82].

The response of the Photron FASTCAM SA4 higispeed camera is shown inFig.55.
The red, green and blue curves in the image represent the response of the red, green
and blue channels of the camera, respectively. The intensity of the blue channel peaks
at around 470 nm, the green channel at around 540 nm, and the red channel at about

620 nm.
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Fig. 55: The response of Photron FASTCAM SA4 high -speed camera [83] .

The high-speed camera used in theschlieren imaging system was a Phantom V210
monochrome high-speed camera. The camera could reacha time resolution of 40 ns
and a frame rate of over 2000 fps at p ¢ @ 1 1T mixels resolution. The highest frame
rate is 300,000 fps at p ¢ YYpixels resolution [84]. In this experiment, the frame rate

used was 10,000 fps.

Fig. 56: Phantom V210 high -speed camera [84] .
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Schlieren imaging system

A Ztype schlieren imaging system was used in this experiment.A Xenon light bulb
was placed inside a black box, and the light came out from the small hole on one side
of the box. However, it still was not an ideal point light source. Therefore, a convex
lens was adled in front of the small hole, making the light turn into a point source at

the lens focus.

Two sets of concave mirrors were used in the experiment for different purposes.
The first set was used for a relatively large image range to show the whole behavour
of hydrogen ignition. The concave mirrors used in this experiment have a 10ft focal
length (304.8 cm); thus, the distance from the light source to the concave mirror 1
was 10ft. Moreover, the distance between two concave mirrors w as 20 ft (equals
609.6 cm). The second set of mirrors was used to focus on the bubble and the spark

area to show the details of ignition better. The focal length of the mirrors is 70 cm.

The point light source was first irradiated on the concave mirror 1 and then
reflected t hrough the experimental area and reached concave mirror 2. After that,
the light reflected by the concave mirror 2 would emit on the high -speed camera
CMOS sensor. A knife-edge made by a blade was added before the light reached the
CMOS, and t blocked part of the light reflected by the concave mirror 2 ; hence
contrast of the image could be enhanced. Besides, a convex lens was placed in front

of the camera CMOS to focus the light.
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3.4 Results and discussions

In this section, the schlieren image and direct image captured by the high-speed
cameras will be shown. The ignition processof the hydrogen bubbles will be analysed
and discussed. The colour of the visible flame will be identified with their RGB values
in the images. The differences and similarities between the soapy and dstilled water
hydrogen bubble flame will be shown in the results. Furthermore, the possible

reasons for the difference flame colour will be given .

3.4.1Schlieren imaging results

Origin

() (b) (c) (d) (e)

'Y ¥ 't
(f) (&) (h) (i )

Fig. 57: Schlieren images of soapy hydrogen captured before ignition
captured by Phamton V210 monochrome high  -speed camera at 10000 fps, t=

time from the first spark.

In the experiments, two electric sparks were generated one after the other. The
second spark was set to be generaed at around 40 ms after the first one. The
adoption of this time interval for the two electric sparks aimed to facilitate the

detailed high-speed capture of the bubble. This time interval distinctly separated the

99



Chapter 3: Hydrogen-air diffusion flame ignition visualisation

moments of two sparks. It allowed for observing the process by which the hydrogen
gas diffuses into the surrounding air between ruptured and ignited. The diffusion
processes of hydrogen gas from both the soapy bubbles and distilled water bubbles

were similar.

Fig.57 is the schlieren image of a soapyhydrogen bubble after the first and before
the second spark. The images were captured at 10000 fps.It could be seen inFig.57
(b) that an intense flash appeared at the front end of the electric spark generator,
which is the first spark. Then the bubble still held its shape within 0.5 ms after the
spark. From 1.5 ms of the spark, the soapy bubble started to break from the top.After
the bubble burst, the pure hydrogen was released from the soapy bubble and

diffused evenly into the surrounding atmosphere.

(n)

Fig. 58: Schlieren images of a soapy hydrogen bubble ignition process :
captured by Phamton V210 monochrome high  -speed camera at 10000 fps, <«

time from second spark.
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It can be seenin Fig.58 that when the second spark is generated, the hydrogen
has not diffused to the surroundings in large quantities. The gas mass was ignitedl
ms after the spark, as shown in Fig. 58 (b). After being ignited, the gas flow
propagated in all directions and travelled in the shape of circles. Agproximately 56 ms

after the ignition, the flow started to move upwards.

Visible flame only existed within the first 60 ms after the second spark. The bright
flashes in Fig. 58 (b-f) are visible light from the flame. After 60 ms, there was no
visible flame recorded. However, the high-temperature gas mass still existed and kept
propagating. Then at about 116 ms after the ignition, the flow front began to

propagate along the horizontal plane.

t = 40.4ms t =41.4ms t =43.4ms t = 63.4ms t = 85.4ms

Fig. 59: Schlieren images of a soapy hydrogen bubble ignition process,
captured by Photron FASTCAM SA4 colour high  -speed camera at 5000 fps, t=

time from the first spark.
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The set of mirrors captured a relatively large testing area so that it could show a
more comprehensive process of the ignition and subsequent combustion. However,
due to the large shooting area, the details of the igntion moment could barely be
seen in these images.Hence a set of smaller concave mirrors was used to focus on
capturing the area around the bubble. Fig.59 is the schlieren images of a hydrogen
bubble ignition process captured by Photron FASTCAM SA4 colour highspeed

camera at 5000 fps.

As shown inFig. 59, before the second spark, the air around the electric spark
generator tip was disturbed slightly. The disturbance was caused by the movement of
the tip. When the first spark was generated, an intense fluctuated air mass appeared
at the generator tip. The disturbed air mass was heated to a high temperature by the
electric spark. The heated air then propagated around and burst the bubble. After
the bubble was broken, the hydrogen in the bubble diffused around. At 38.4 ms after
the first spark, a second spark was generated, and the hydrogen-air mixture was
ignited at the position of the spark. It could be noticed that after the mixture was

ignited, its propagation rate was much higher than before.

In this experiment, two different sets of mirror s were used. Fig. 58 shows the
schlieren images captured using larger mirrors (focal length 304.8 cm), while Fig.59
was captured by smaller mirrors (focal length 70 cm), resulting in different testing
area sizes. The schlieren images obtained with the smaller mirror focus on capturing
the process of bubbles being ruptured by the first electric spark and ignited by the
second electric spark. On the other hand, the schlieren images obtained with the

larger mirror capture the propagation of the ignited gas after the bubble isignited. As
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a result, the schlieren images obtained with the smaller mirror did not capture the

entire flame, as thus the flame emission captured in Fig.59 is much less compared to

Fig.58.

3.4.2 High -speed imaging

In this section, the images of soapy and distilled water hydrogen bubbles will be
shown and discussed. The flamebehaviour and colour at the ignition will be analysed.
Furthermore, the difference between a soapy bubble and dstilled water bubbles will

be compared.

Fig. 60 is the high-speed imaging of a soapy bubble ignition process.The images
were captured by Photron FASTCAM SA 4 at 10000ps. As can be seen from the
image, the visible flame appeared at the location of the spark. Then the flame
propagated from the outer layer into the inner part of the hydrogen -air mixture. The
brighter the colour of the flame, the more intense the combustion reaction was. 26
ms after the second spark, the visible flame began to move upwards and started to
dim until it disappeared at 56 ms. Compared with the images captured by schlieren,
it can be seen that the shape of the visible flame is consistent with the shape of the

gas flow.

103



Chapter 3: Hydrogen-air diffusion flame ignition visualisation

t=36ms t=41ms t=46ms t=51ms t=56ms

Fig. 60: High-speed camera images of soapy hydrogen bubble ignition ,
captured by Photron FASTCAM SA 4 at 10000 fps, « time from the second

spark.

Besides the soapy hydrogen bubble, dstilled water hydrogen bubble ignition
process was also recorded by the same high-speed camera at the same frame rate.
Similar to the soapy hydrogen bubble flame, the dstilled water hydrogen bubble
flame was also started from the location of the spark, and then the visible flame

propagated around and disappeared at 11 ms after the ignition.
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t=0ms t=1ms t=2ms t=3ms t=4ms
t=5ms t=6ms t=7ms t=9ms t=11ms

Fig. 61 High-speed camera images of d istilled water hydrogen bubble ignition :

capture d by Photron FASTCAM SA 4 at 10000 fps, <« time from second spark.

It could be seen in Fig. 61 that the colour of the flame was different from the
colour of the soapy hydrogen bubble flame. The colour of the soapy hydrogen bubble
flame was red at first, then gradually became bright yellow as the combustion
reaction intensified and finally turn ed red again until it disappeared. However, the
distilled water hydrogen bubble has a red flame all the time. The flame colour of the
distilled water hydrogen bubble was redder, while the flame colour of the soapy
bubble was more yellow. As the soapy bubblewas made from the soapy solution,
which contains a large amount of sodium, the yellow colour of the flame might be the
emission of sodium. At the same time, the dstilled water hydrogen bubble was only
made of distilled water ; hence the colour of the distilled water bubble should be the

actual colour of the hydrogen-air diffusion flame colour.

The colour of the image can be determined by the values of the RGB channels, so
the change in the ratio of the three channel values can be used to verify the trend of
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the flame colour. Therefore, in order to study the change of the flame colour more
intuitively, the RGBvaluesof the flame images, especially the red channel values,were
analysedand compared.

180

160
140

RGB value
i
5§ 83 8 8 N

20

135 7 9 11131517192123252729 3133353739 4143454749 5153
Time from ignition (ms)

Fig. 62: Average RGB value of the soapy hydrogen bubble flame.
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Fig. 63: Median RGB value of the soapy hydrogen bubble flame.
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The average and median RGB values of the soapy hydrogen bubble were
presented in Fig.62 and Fig.63. The time range is 0 to 53 ms from the ignition, during
which the flame is visible. The average red channel valus are higher than the green
and blue channel values over this time frame, and the median value of the red
channel is also higher than the other two channels betweenthe 5-29 ms range.At 16
ms after being ignited, both the average and median values of the red channel are at
their highest, which are 157 and 179respectively. Then the value of the red channel
begins to decrease gradually until the values of the RGB three channels are the same.
It can be found in Fig.60 that the soapy hydrogen bubble burnt most intensely at 16

ms, which matches the RGB channel trend.
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Fig. 64: Average RGB values of the d istilled water hydrogen bubble flame.
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Fig. 65: Median RGB values of the d istilled water hydrogen bubble flame.

The average and median RGB values of theistilled water hydrogen bubble flame
images were alsoshown in Fig.64 and Fig.65. Similar to the soapy hydrogen bubble
flame, the values of the average and median R channebf the flame imagesare higher
than the G and B channels during thewhole combustion process. Both the highest
average and median red channel value appear at 3 ms after the ignition, which
matches the direct image of the flame. The highest averageand median values of the

red channel are 48 and 37 respectively.

Although the average and median red channel values of the soapy bubble
hydrogen flame are higher than the values of the dstilled water hydrogen bubble
flame, the colour of the flame is determined by the ratio of RGB channel values.
Therefore, in order to compare the colour of the flame, the ratio of the RGB channels

should be calculated. Since it could be found from the high-speed camera images
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that the bubble flames show red and yellow colours, the ratio of the red channel is

mainly analysed.
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Fig. 66: Average R channel ratio of the hydrogen bubble flames.
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Fig. 67: Median R channel ratio of the hydrogen bubble flames.
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Fig.66 and Fig.67 show the ratio of the average and mean value of the red channel.
It could be seen that the red channel ratio of the distilled hydrogen bubble is higher
than the soapy hydrogen bubble, and this means that the former flame is more
reddish than the latter. The highest ratios of the average and median red channel
values reach 0.738 and 0.730for the distilled water hydrogen bubble flame, while the
ratios are only 0.569 and 0.578 for the soapy hydiogen bubble flame. Besides, the
lowest red channel ratio of the distilled water hydrogen flame is higher than the
highest red channel ratio of the soapy hydrogen bubble flame. Therefore, it can be
determined that the flame colour of d istilled water hydroge n bubble flame is redder

than that of the soapy hydrogen bubble throughout the whole combustion process.

As mentioned in section 3.3.1 the soapy bubble was made of soapy waterhence a
certain amount of sodium may be involved in the combustion process. Sodium has
two strong emission lines at 589.0 nm and 589.6 nm, which emi yellow light. In
contrast, no other substances participated in the reaction in the distilled water
hydrogen bubble combustion except water, hydrogen, and air. Therefore, the flame
colour of the distilled water hydrogen bubble should be more close to the hydrogen-
air diffusion flame colour. Meanwhile, the presence of sodium causes the flame

colour of hydrogen to be more yellowish.

3.5 Conclusion

This chapter mainly introduces the research on the ignition behaviour and flame
colour of pure hydrogen bubbles. Two different types of bubble s were used in the
experiment in which, one was made of soapy water, and the other one was made of
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distilled water. Both types of the bubble were filled with high purity hydrogen. The
behaviour of the bubble was recorded by using the schlieren imaging technique and

high-speed imaging technique.

From the schlieren images, it could be seen that the hydrogen bubble was broken
when the first spark was generated, but it was not ignited. The hydrogen was
released from the burst bubble and diffused with the surrounding air. When the
second spark was gererated, the mixture of hydrogen and air was ignited, and a
visible flame could be seen. The visible flame only existed for 56 ms, and after it
disappeared, the high-temperature gas continued to propagate. At 116 ms from the

second spark, the gas started to propagate along the horizontal plane.

The visible flame was captured by the highspeed colour camera, and the frame
rate was set to be the same ashe schlieren imaging camera. The average and median
RGB values of the two flamea were analysed, and the ratios of the red channel value
were also compared. The red channel values of both soapy and ttilled water
hydrogen bubble flame were higher than the other two channels. The ratio of the red
channel value of the dstilled water hydrogen bubble was higher than the ratio of the
soapy hydrogen bubble flame. Therefore, it could be concluded that the soapy and
distilled water hydrogen bubble produced different flame colours. The d istilled water
hydrogen bubble flame was more reddish, while the soapy hydrogen bulble flame
was more yellowish compared to each other. The existence of sodium in the soapy

hydrogen bubble might be the leading cause of the yellow flame.

However, the RGB channel analysis of the flame images can only be used to

compare the flame colour, and details of the hydrogen-air diffusion flame colour
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could not be obtained. Therefore, the spectrum of a hydrogen -air diffusion flame was
captured by a spectrograph, and further analysis of the flame colour will be

discussed in the following chapters (Chapter 5 and Chapter 6).
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Chapter 4. Hydrogen -air
diffusion flame direct imaging

4.1 Introduction

It was shown in the previous chapter that the hydrogen-air diffusion flame during
the ignition process is reddish. By comparison of the soapy and dstilled water
hydrogen flame bubbles, the influence of sodium on the reddish flame colour of the
hydrogen diffusion flame is excluded. However, it is not clear whether the flame

colour of hydrogen is the same during the stable combustion process.

In order to further analyse the flame colour of hydrogen, images of hydrogen-air
diffusion flames under different co -flow conditions will be captured by a DSLR
camera and analysed.Besides, a narrow band© | filter will be used to determine

the presence of 'O | inthe hydrogen diffusion flame.

In this chapter, the experiment method and setup will be introduced. Different
types and flow rate co-flows will be added to the hydrogen-air diffusion flame. The
images of these hydrogen flames will be captured, and their RGB values will be

measured using the Pythonalgorithm.
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4.2 Methodology and setup

The method used in this experiment is direct imaging. A Canon EOS 1200D DSLR
camera captures the images of hydrogen diffusion flame. Same as the method used
in the previous chapter, RGB valuesin the images will be extracted by the Python
algorithm. The Rel value ratio of the RGB channels will be compared. Difference
between the hydrogen-air diffusion flames with different co -flow conditions will be

discussed. Fig.68is the schematic diagram of the experimental setup.

Camera

Filter

O

Coflow <. Fuel in
air g\ < ‘
|

"

Fig. 68: The schematic diagram of the experiment  al setup.

There were two types of co-flow gas used in this experiment: air and oxygen.The
oxygenused in the experiment was from BOC Industrial Gases UK andwvas research-
grade N5.5, which is 99.9995% purity. The air used in the experiment was
compressed air from outside the laboratory building. The hydrogen used in this

experiment was research-grade N5.5 from BOC Industry Gases UK as wellThe

114



Chapter 4: Hydrogen-air diffusion flame direct imaging visualisation

pressure in the gasbottles was 200 Bar. The Gauge pressure of all gases is 1 bar.

The flow control system was designed and made at the University of Sheffield.
Flow meters were Caché Uniflux Variable Area Flowmeters. The measung range of
hydrogen and air is 0-106fa "Qand 0-136Fa “Chirespectively. While no oxygen flow
meter is available, the measurement of oxygen flow rateis carried out utilising air
flow meters. The actual oxygen flow rate could be converted by the following

equation:

2+ »

».
Znocl--

A"I-"-’i: H
Equation. 27

Where, A .| [s-the actual flow rate of Oxygen, Ar: is the reading of the air flow
meter, z1 . gnd z. , . | gV the density of oxygen and air respectively.
According to [85] [86], the density of air and oxygenat 20 , 1 ATM conditionis

P& M@ and 1.314°QK% . Oxygen and hydrogen flow rates used in the hydrogen

diffusion flame with oxygen co-flow experiment are listed below (Table.7).

Hydrogen diffusion flame with oxygen co  -flow

Hydrogen flow rate Oxygen flow rate Air flow meter reading
(oG Qe (oG Qe (G Qe
3.00 0.30 0.32
3.00 0.55 0.58

Table. 7: Flow rates used in the h ydrogen diffusion flame with oxygen co  -flow .

Air and hydrogen flow rates used in the hydrogen diffusion flame with air co-flow
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experiment are listed as follows (Table.8):

Hydrogen diffusion flame with airco  -flow

Hydrogen flow rate (6fa "Qg Air flow rate (dfa Q<
3.00 6.50
3.00 13.00

Table. 8: Flow rates used in the h ydrogen diffusion flame with airco  -flow flow

rate .

Same asthe previous experiment, all the gases used were released from the gas
pipelines for a while prior to the experiments. Thus, the gases trapped in the
pipelines would be evacuated and replaced by the experiment gases. This operation

could reduce the influence of irrelevant gases on the experiment.

The burner used in this experiment was a tailor-made Swagelok burner. This
burner was used for both the hydrogen diffusion flame and co-flowed flames. It
contains a fuel outlet nozzle, which is surrounded by a coflow outlet. The size of the

fuel nozzle is 6mm in diameter.

The image below (Fig.69) is the schematic diagram of the burner. It contains two
gas inlets, onefor the fuel and the other for the co-flow gas. Fuel gas enters the
nozzle while co-flow enters the honeycomb. Hence in this experiment, hydrogen gas
flow through the fuel nozzle, which is in the middle of the burner. Air and oxygen flow
through the honeycomb when co-flow is required. The honeycomb design helps

stabilise the flame and reduces the risk of flashbacks.
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ozzle

Honeycomb

Glass
beads

(@)

alr in

Fig. 69: The schematic diagram of the = Swagelok burner used in this

experiment [87].

The camera used in this experiment was a CanonEOS1200DDSLR camera.The
lens used was a Canon zoom lens EB with an 1855 mm focus length. The resolution
of the images captured was@ 1t 1T Tt TT TpIXels. The exposure time was 1/40 second
(40 fps), and the ISO speed was 800. All the flame images were taken under the same

camera settings, except the images with the narrowband filter.

Fig. 70" Cannon EOS 1200D camera with EF5 1855 mm lens [88] .
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Besides,a narrowband 'O | filter is also applied in the experiment to verify the
existence of 'O | . The filter used was av m v T o mm Baader Halpha 7 nm CCD

narrowband filter , model Baader Planetarium 2458383R

# 2458382

Fig. 71 Badder H -alpha 7 nm CCD narrowband filter ~ [89] .

The filter has a halfwidth of 7 nm, which means the band of the filter is @ v& @

o® ¢ & It was mounted on the lens when images were captured.

4.3 Direct | mages of hydrogen -air diffusion

flame under different co -flow conditions

In this sub-section, the images of hydrogen-air diffusion flame under different co -
flow conditions will be presented, and their RGB values will be analysed and

compared.

The images of hydrogen flames captured bythe DSLR cameraare shown in Fig.72

The images were taken with 1/40 s exposure time.
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(a) No co-flow (b) 6.5 I/min Air co-flow () 13.0 I/min Air co-flow (d) 0.32 I/min Oxygen co-flow (e) 0.58 I/min Oxygen co-flow

Fig. 72: Direct images of hydrogen -air diffusion under differentco  -flow
conditions : (a) no co -flow; (b) 6.5 w1 . sair co -flow; (c) 13 WJ _: ir co -flow;

(d) 0.30 W1 . oxygen co -flow; (e) 0.55 0  oxygen co -flow.

It could be noticed from Fig. 72 that the length of the flames is positively
correlated with the fl ow rate of the co-flow. The colour of the hydrogen diffusion
flame without co -flow (Fig. 72 (a)) is faint reddish, and the outer layer of the flame is
more obvious than the inner layer. The colours of the flame with air co-flows (Fig.72
(b)(c)) are similar to the flame without co -flow, which is also faint reddish. The
difference is that the flame with the air co-flow is slightly brighter. At the same time,
the higher the co-flow rate, the longer and thinner the flame . The flame shapeswith
oxygen co-flows are basically the same as the flame without ceflow; however, their

colours are very different. Flames with oxygen co-flows are noticeably brighter and

more vibrant in colour.

In order to study the colours of hydrogen -air diffusion flame under different co -
flow conditions, the average and meanRGB values of theirimage were figured out as

a method to determine the colour of the flames. The RGB values are listed below.
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Co-flow condition Average Median
R G B R G B
No co-flow 46.89 23.66 17.76 47 24 17
6.5 G "Qair 57.91 29.98 19.86 59 30 18
13dFa "Qair 59.57 29.78 18.14 63 31 16
0.30 ara "Qexygen 11243 | 68.25 39.73 114 57 24
0.55 gfa "Qéxygen 138.29 | 99.17 60.48 148 80 30

Table. 9: RGB channel values of the hydrogen diffusion flames under different

co-flow conditions.

From Table. 9, it can be found that the trend of average and median RGB values
are the same. The highest average and median RGB values appear in the image of
0.55 ofa "Qéxygen co-flow flame. The higher the RGB values, the brighter the flame in
the image, which matches the previous conclusion fom Fig.72. Also, as the flow rate
of the co-flow increases, the values of RGB will increaseHowever, the specific values
of RGB channels can only determine the brightness of the flame. The flame colar is
associated with the RGB value ratios. Hence, the proportions of the red channel are

compared due to the red bias of the hydrogen flame colour.
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co-flow co-flow oxygen co-  oxygen co-
flow flow
= Average 0.53 0.54 0.55 0.51 0.46
= Median 0.53 0.55 0.57 0.58 0.57
Fig. 73: Red channel ratio of hydrogen diffusion flames under different co-flow
conditions.

A higher red channel ratio means that the colour of the flame is more reddish. It
can be obtained from Fig. 73 that the highest awrage red channel ratio is the flame
with 130G "Qair co-flow, and the highest median red channel ratio appears in the
flame with 0.30 ofd "Qoxygen coflow. Comparing with the average values, the
median values may be more representative of the overall colour of the flame. Hence
the flame with 136fa "Qair co-flow, 0.30 & "Qéxygen co-flow and 0.55 Gfa "Qéxygen
co-flow would have basically the same level of red.In contrast, the hydrogen flame
without co -flow has the lowest red channel ratio, which means the redness of the
image is the least.However, the species or elements that cause the reddish colour of

the hydrogen diffusion flames are still unknown.
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4.4 Narrowband filtered hydrogen  -air

diffusion flame

'O | has an emission line at 656.26 nm, which locates in the wavelength range of
the red colour band. Hence, the existence of 'O | in the hydrogen diffusion flame is
highly possible. To verify the hypothesis, anarrowband "O | filter was used to allow
the wavelength of 65278 nm to 659.78 nm to pass only to visualize the hydrogen
flame. The flame images were compared with the unfiltered images. The images of

diffusion hydrogen flame captured from experiments are presented in Fig.74.

Fig. 74: Hydrogen -air diffusion flame froma  Bunsen burner. Left: unfiltered;

Right: filtered.

In detail, Fig.74 (Left) shows unfiltered hydrogen flame with 1/15 second exposure
time, and Fig. 74 (Right) shows the hydrogen flame with 4 seconds exposure time
after applying the narrowband O | filter. It can be seen that the reddish flame is
clearly shown in the filtered image. Hence the hydrogen diffusion flame must have
emission lines in the wavelength range of 652.78 nm to 659.78 nmThe sodium

double lines are out of the range of the 'O | filter used in this experiment.
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Therefore, the reddish colour of hydrogen -air diffusion flame could be caused by the

emission of O | .

4.5 Conclusion

This chapter shows the images of the hydrogenair diffusion flames under
different co -flow conditions. The flame colours were compared by analysing their
RGB valuesln general, stable hydrogen flameshave reddish flame colour, similar to

the hydrogen ignition flame described in the previous chapter.

In this experiment, 5 cases ofthe co-flow condition w ere tested and analysed
They are hydrogen flames with no co-flow; 6.5 fa "Qair co-flow; 13df& "“Qair co-flow;
0.30 ara "Qexygen coflow; and 0.55 &fa "Qéxygen coflow. Among these flames, the
flames with co-flows are brighter than the flame without co -flow. The brightness of
the flame increases with the flow rate of the same type of co-flow. The flames with
oxygen co-flows are brighter than the air co -flowed flames. By analysing the RGB
channel values of the flame images, it can be found that the ratis of red channel
values of these hydrogen diffusion flames are all higher than 0.5. Therefore, the

hydrogen diffusion flames appear to be reddish from the RGB analysis

The presence of the O | emission line is a possible cause of the reddish flame
colour of hydrogen. As a possible reason for such reddish colour appearing inthe
hydrogen flame, the narrowband "O | filter was used in this experiment to validate
the existence of 'O | . An image of the hydrogen diffusion flame was captured with
the filter mounted on the camera lens. The image indicated that there are emission

lines exist in the range of 65278 nm and 659.78 nm. Thus, the possibility of the
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presence of O | in hydrogen-air diffusion flame is high.

In order to further verify the existence of O | in the hydrogen diffusion flame
and identify the sources of the reddish flame colour, spectra of the hydrogen
diffusion flames will be presented in the following two chapters. In this research, the
most interesting wavelength range is 590 nm to 700 nm, which is the red light band,
and 650 nm to 660 nm, where the 'O | emission line presents. The species or

elements that have possible contributions to the hydrogen spectra will be discussed.
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Chapter 5: Hydrogen -air
diffusion flame spectrum
analysis

5.1 Introduction

However, the species or elements that cause the reddish flame colour are still not
identified. The research on the flame colour of hydrogen diffusion flame is significant,
and it helps study the fundamental properties of hydrogen and provides atheoretical

basis for future applications.

This chapter mainly describes the experiment and results of the hydrogen-air
diffusion flame spectrum. The methodology and setup of the experiment will also be
explained. The equipment used in the experiment, including spectrograph, burner,
DSLR camerahydrogen, etc., will be introduced. Moreover, possible problems in the

experiment and their solutions will be discussed.

In addition, a Chemkin model of the hydrogen-air diffusion flame has also been
developed, which simulates the concentration of H, O, and OH radicals within the
flame as well as the flame temperature. These resules will be presented in this

Chapter.
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Furthermore, the spectrum of hydrogen-air diffusion flame will be shown in this
chapter. The emission peaks with high intensity will be analysed, andspecies and
elements that may cause these emission peaks will also be discussed. éhce factors

affecting flame colour could also be found.

5.2 Chemkin Model

In this Chemkin model, the mole fraction of H, O, and OH and the temperature of
the hydrogen diffusion flame were simulated. The hydrogen gas flow rate used in this
model was the same as that used in the experiment, which isp #a "QeThe inner
diameter of the fuel nozzle was 6 mm. According to Cheng [90], the hydrogen
diffusion flame reaction zone width was about 4 mm, therefore, in this model, the
adopted reaction zone width was 4 mm. The following figures are the mole fraction

of species in this simulation.
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Fig. 75: Mole fraction of species in the hydrogen -air diffusion flame simulated

by Chemkin .
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Fig. 76: Mole Fraction of H, O, and OH radicals in the hydrogen -air diffusion

flame simulated by Chemkin.
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Fig. 77: Temperature profile of the hydrogen  -air diffusion flame simulated by

Chemkin.
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Fig. 75 indicates that in the hydrogen-air diffusion flame, the mole fraction of
hydrogen gradually decreases from 1 to O, while the mole fractions of nitrogen and
water increase from 0 to about 0.79 and 0.21, respectively. Meanwhile, the mole
fraction of H, O, and OH radicals reach their maximum values in the reaction zone,

tends to the fuel side.

Combining the information from Fig.76 and Fig. 77, it can be observed that with
the increased temperature, the mole fractions of H, O, and OH radicals all increase.
The maximum mole fraction of H radical occurs at the highest temperature, while the
maximum mole fraction of O and OH radicals lags behind the maximum temperature.
As the temperature gradually decreases, maximum values of O and OH radical mole
fraction appear. Table. 10 shows the maximum values of the hydrogenrair diffusion

flame temperature and radicals mole fraction.

Flame temperature 21820K
"Oradical mole fraction 0.0241
0 radical mole fraction 0.0096
U "@adical mole fraction 0.018%

"O0 mole fraction 0.2706

Table. 10: Simulated maximum values of temperature and radical mole

fraction in the hydrogen -air diffusion flame.
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5.3 Methodology

It is a direct and effective method to analyse the flame spectrum to further
investigate the colour of the hygrogen-air diffusion flame. A fibre optical
spectrometer was tried in the experiment ; however, its highest integration time is
too short. The fibre optical spectrometer could record only sodium lines in the
hydrogen-air diffusion flame due to their high intensity. Also, it was hard to
distinguish weak signals from background noise. Therefore, a spectrograph was used
in this work to analyse the flame spectrum. The spectrograph has been used in light
wavelength analyses, physics and astronomical studies etg.over the past few
decades [91] The spectrograph is not limited by the integration time, so weak
emission lines can be distinguished from the background noise and recorded.
Furthermore, spectral lines on grainy images are easier to identify and process.
Therefore, the spectrograph would be appropriat e for resolving low light emission

lines.

Regarding hydrogen combustion under the ambient air condition, several
substances are expected to be produced in the process. Hence finding out which
substances are participated in the combustion reaction and investigating the light

they emit are necessaryfor analysing the hydrogen flame colour.

When a monochromatic light projects into the spectrograph, mounted -in
diffraction grating diffracts the light into various angles depending on their
wavelength. The gectrum of the flame could be obtained based on this principle.

The data processing and calibration method are as follows: The spectrum was

129



Chapter 5: Hydrogen-air diffusion flame spectrum analysis

captured by a camera and recorded in raw format (ARW) to preserve its quality. It is
observed that sodium was present in all the studied casesdue to its minute presence
in the ambient air, resulting in two spectrum lines with relatively significant intensity

in the measurements. The theoretical values (in terms of frequency) of these two

lines are adopted as a benchmak for calibrating the spectrum samples, i.e., to
estimate the frequencies associated with other measured spectrum peaks. Besides,
in order to better confirm the involvement of these substances, co -flow was also

added asacomparison.

The occurrence of sodium double lines is due to electron transition from different

states. The transition from 0 ; state to S state emits the line at 588.99 nm, and the

transition from 0 ; state to S state emits the line at 589.59 nm[38].

The above mentioned analytical procedures are carried out using a computer
program written in Python [92] and third third -party open-source libraries ( NumPy
[93], scipy[94] and skimage[95] that are well-validated and widely applied in scientific

studies. Fig.78 depicts explains the primary procedures of the Python program.

The Python processing algorithms have high repeatability and accuracy, butsome
unavoidable errors still exist. One of the primary error sources is considered to be
the post-processing of raw measurements. In the Python processing algorithms,
Sodium doublet lines were used for calibration. The separation distance between the

two lines is 0.597 nm (equivalent to 16 pixels in the image).
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Fig. 78: Key analysis procedures of Python processing algorithms.

The main error comes from the spectrum lines. The width of each line is 16 pixels.
So that the error can be worked out as:

Qiigi & P

——— T® WX B XEEW
bULU OC pX X C Xeq

The error also comes from the difference between the exact position and the
adjacent position of each pixel. In this case, the separation distance between the two

peaks can be within 17 pixels. Hence, the error could be calculated as:
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Therefore, the error for the experiment can be determined at approximately

0.032 nm.

In addition, to ensure the accuracy of the experiment, the gas was flown through
the whole system before ignition for five minutes. It ensures that all the other gas
remaining in the system, especially the flow control system, is evacuated and

replaced by the experiment gas.

After the wavelength values of these spectral lines are calculated, they are
compared with the spectral line database to identify the substances. Hence the

substances that contribute to the colour of the hydrogen flame can be estimated.

An extended exposure time of 20 minutes was applied for each experiment trial

when the hydrogen flame spectrum was measured to enhance the sampled data.

According to W. F. Barrett, defined in 1872[1B  « ~ { ~°z20, }{¥ -| £Ewnr{
x©! ®¥UB w¥z «~{ ylE£!-© | =~°z0O©!}{¥ | £wgn{
experiment mainly focuses on analysingthe spectral lines in the range of 590 nm to

700 nm.

5.4 Experiment Set -up

Equipment used in this experiment includes burners of different nozzle sizes, a
spectrograph, a DLSR camera a flow control system and fuels. In this sub-section,

details of the equipment mentioned above will be shown. Fig. 79 shows the
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experimental setup.

Sony DSLR Camera a-77

” o
[ 7" 3

y

DADOS Spectrograph

Fuel in

Burner

Fig. 79: Hydrogen diffusion flame experiment  al setup .

Plastic gas pipes were connected to the flow control system, including gas flow
meters and a mixing chamber. Thegauge controlled the pressure of the gas, and the
gas flow rate was controlled by the gas flow meter. Then the gas flew to the burner
through another gas pipe. After the gas flow was stable, the gas was ignited at the
nozzle of the burner. The burner used in this experiment was the same burner as the

previous experiment (Swagelok burner).

The spectrograph nosepiece was set towards the flame, and the focuser was
connected to the DSLR camera. The distance between the spectrograph nosepiece

and the flame is 10cm.

All the experiments were carried out in a dark room environment to ensure the
accuracy of the spectrum. In the following sub-sections, details of this equipment and
gases will be described.
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5.4.1  Spectrograph

The spectrograph used in this experiment is a DADOS slit spectrograph
manufactured by Badder Planetarium. The spectral resolution of this grating is 4400,
and the line resolution is 1.5 Angstroms This device is designed to be used for
obtaining the spectra of various light sources, and n this experiment, it was used to

capture the spectra of different flames.

Fig. 80: DADOS slit s epctrograph  [57].

The main parts of the spectrograph contain a nosepiece, a slit illuminator, a slit
viewer port, a slit viewer port locking screw, a focuser, a focuser locking screw and a

grating angle locking screw.

There are three gratings to be chosen from, which are 200, 900 and 1200 lines per
mm. More lines per mm mean higher resolution. The default grating is 200 dfa Q;
however, the resolution was too low to get the accurate spectral value. Hence in this

experiment, 12000a & grating was chosen.
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Fig. 81: DADOS 1200 lines/mm diffraction grating [96] .

Besides, there are three slits, which are 25t , 35t and 5011 . The size of the
slits determines the amount of light incident onto the grating. The following image

shows an example ofthe spectrum obtained from these three slits.

()

Fig. 82: Different slits size hydrogen diffusion flame spectrum . (a) 25 1 width

slit; (b) 35 1 widthslit; (c) 50 1 width slit.

Fig.82(a) is slits of 35t 1 , Fig.82(b) is 25t I hand Fig.82(c) is 50t 1 . It is evident
that the spectral lines are more intense with the 50¢1 slit. Hence, the 50 m slit was

used to obtain the spectrum in this experiment .
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54.2 Camera

The DSLR camera enrolled in this experiment is a Sony X xcamera. The ISO
range of this camera is from 100 to 16000, and the sensor isa 24.3 megapixel Exmor
APSC HD CMOS sensor. The shutter speed range is 1/8000 to 30 secondsHowever,
an extra remote shutter release is connected to allow a longer exposure time. The
spectral resolution of our CMOS camera is 0.035 nm (¢ 1 11 1T U TPIXEIS). In this
experiment, a spectrograph was direct ly connected to the camera; hence no lenswas

required. The exposure time of each trial is 20 minutes.

Fig. 83: Sony » camera with a SSM lens [97].

5.5 Problems

Although the experiment was designed scientifically and carefully, various
problems still remain in the actual practice. This sub-section will discuss these

problems and their measures or solutions.

5.5.1  Gas purity

In this experiment, the purity of the gases used is critical, and any kind of
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impurities in the gas will affect the result. Although the hydrogen used in this
experiment was research-grade high purity, it could get contaminated in the gas
pipes, flow control system or equipment. In order to make sure the gas purity,

measurements had been taken prior to the experiment.

First is the cleanness of the equipment. The gas pipes used for connecting the gas
gauge and the burners were brand new plastic gas pipes. The lab wasew, all gas
pipelines were built in the building to connect the gas gauge in the lah and the
outdoor gas bottle was new and made of stainless steel. Besides, each component of
the burners used was cleaned carefully with an ultrasonic cleaner. After
ultrasonically cleaning, these components were also rinsed with distilled water and
air-dried. Besides, the flow control system was also kept clean. The hydrogen flow

meter was new and was not used for other gas.

Second, the gas was released before the experiment to eliminate the gas left in
the gas pipeline before. Also, bebre each trial, the experimental gas will be
discharged for a period of time according to the equivalent ration and flow rate
required for the experiment. Such measures ensure the purity of the gas during the

experiment.

55.2 Darkroom environment

The spectrogr aph is very sensitive to light and the intervention of any other light
source will affect the final result primari ly. Therefore, this experiment requires to be
carried out in a completely dark environment to eliminate the influence of other light

in the lab.
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The experiment was carried out in an enclosed laboratory with no windows to
ensure accuracy. However, there were still some light sources that could not be
turned off or avoided. For example, the indicator light of the gas sensors and light
from the door gap. In order to avoid the influence of these lights, a black fireproof
insulation cloth was used to block them. Because all the interfering light sources
came from the same direction, the black cloth was set between the experiment set-
up and the interfering light sources. After taking such measures, a spectrum was
taken under the same conditions as the experiment to ensure no spectrum lines in

the captured image. Hence a darkroom environment was created.

5.5.3 Camera noise and Signal -to -noise ratio (SNR)

Because of the long exposure in the experiment, the digital camera generates
noise due to overheating. Although the image will be processed for noise reduction in
the later stage, reducing the noise during the shooting process will reduce the
workload. In order to solve the problem of camera overheating, the camera was
turned off for 20 minutes between each trail and allowed to cool down , which

significantly reduced the noise generated by the camera.

The camera used in this experiment is a CMOS sensor camera.lts spectral
resolution is 0.035 nm (¢ 1 1t Tt T TPIXElS), which allows using sodium double lines
for calibration. A longer spectral integration time would let more light incidents into
the spectrogr aph. However, the noise would increase parallelly. Several exposure
times were tried to find the appropriate spectral integration time that can achieve
enough image signal intensity with an acceptable signako-noise ratio. Hence, the

spectral integration time chosen in the experiment was a balance ofimage signal
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intensity and signalto-noise ratio.

55.4 Wavelength conver sion

The reflection of light in different media is different ; hence the wavelength of light

is different in the air and vacuum. Ciddor Equation provides a way to convert

wavelength between air and vacuum.

The following paragraph with equations (3)-(13) will list and explain the steps of

the Ciddor Equation [98] [99] [100]

Step 1 To convert vacuum wavelength <into mm.

{1 x Equation. 28
Step 21 andi are intermediate results depend on S.'Q ¢ o8pp Y
LXWGPRALLH OGLQ pPpOXwWPX CuWHOPV CBTGO T8Io G oy
0 TMINT IC Y
>y ] ] Equation. 29
»y 8 T 7T 1T TR Equation. 30
Step 3:® 6 Ois the 6 0 concentration.
il L 8 8 L rE Equation. 31
I 8 ok Equation. 32

Step 4: Get the compressibility and density components. "Yis the temperature in

Kelvin, 0 is the temperature in degrees Celsius. ®
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CROOTEMTM,H PPMTPET ;0 OLVXTXPT ,® CBuppTm ;®

pRY WY T, R X QP TT .

4 - + Fa«Fa« f e + Equation. 33
bawo I W g
Zle vy wm A =|J£+=| J||=| Equation. 34
Zo oomd T Equation. 35
Z4 o wd 74 4 Equation. 36
Step 5: Calculation of the index of refraction n.
. Z4XZ Lo Pro y wfmm o Py Equation. 37
Step 6: Convert_ to _
Faon Fodiodn Equation. 38

All the wavelength conversions between vacuum and air are under the condition
of ¢ 18, 101.325 kPa, 50% relative humidity and 450 micromoles per mole carbon

dioxide content.

5.6 Hydrogen -air diffusion flame spectrum

The spectrum of hydrogen diffusion flame is presented in Fig.85. The spectrum
focuses on the light wavelength rangng from 570 nm to 700 nm. The two most

intense peaks were determined as 588.99 nm and 589.59 nm, which are considered
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to be the Sodium doublet lines. Fig.84 is the sodium double lines in the hydrogen-air

diffusion flame spectrum.
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Fig. 84: Sodium double lines in the hydrogen -air diffusion flame spectrum.
As shown inFig.84, the full width at half maximum intensity (FWHM) of the sodium

double line at 588.99 nm is measured to be 031nm, and 041nm for the line at 589.59

nm.

According to the Doppler broadening, the FWHM can be calculated following:

7 Equation. 39

SIEC

vy 8 ¥
Where T is the temperature of the emitters in Kelvin, and M is the atomic weight in
atomic mass unit (amu).

For the resonance broadening, tR&/HM can be estimated as:
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Where_is the wavelength of the emission line, and"Qare theoscillator strength and
wavelength of the resonance linéQand™Q are the statistical weights of its upper and

lower levels, and is the ground state number density.

The broadening sodium doublets can be estimated according to the equations

above as a several angstroms and are positively correlated to the flame temperature.

Besides the sodium double line, a cluster of emission lines is observed in the
range of 595 nm to 615 nm, as shown in Fig. 85 with a blue rectangle. The other
cluster of emission lines exists in the range of 620 nm to 635 nm, which is indicated
in the green rectangle. However, it is unknown what material(s) these emission lines
correspond to, and they are not reported in the literature . Four distinctive emission
lines are observed at a higher frequency range inFig.85, ranging from 650 nm to 660
nm. This is highlighted in a white rectangle inFig.85. All the spectral lines are located

in the red-light range.

I EEETT ON

Fig. 85: Hydrogen -air diffusion flame spectrum . Blue box: 590 nm to 620 nm;

Green box: 620 nm to 650 nm; White box: 650 nm to 660 nm; Yellow box: 660

nm to 700 nm.

As the values of the sodium double lines are known, the values obtained from
these two lines were used to get the values of other peaks. Tle values in thered-light

zone were calculated and analysed.The emission lines were dvided into two regions
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for analysis. As shown inFig.85, The cluster of emission lines was shown in the blue
box, and the other four distinctive emission lines in the higher wavelength were

indicated in the white box.

5.6.1Emission lines in the range of 590 nm to 6 20nm

As shown inFig. 86, there are 13 strong emission lines in the range of 59 nm to

620 nm. They are indicated in the spectrum below with the blue rectangle.

Fig. 86: Spectrum of hydrogen -air diffusion flame in the range of 590 nm to

620 nm (Blue boxed) .

The observed emission lines are as follovs: 595.044 nm, 595.604 nm, 597.247 nm,
597.769 nm, 599.039 nm, 600.532 nm, 602.997 nm, 604.303 nm, 606.693 nm, 607.290

nm, 609.605 nm, 610651 nm, and 612.854 nm.
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These lines are compared to the HITRAN and NIST database to find the possible

species that contribute to the red colour of hydrogen diffusion flame. According to

the HITRAN databaselOU0,O,0 ,0 "Gand 0 Uhave emission lines in this wavelength

range. Table. 11list the strong emission lines and the intensity of these species close

to the experimental emission lines. The intensity is defined for a single molecule per

unit volume at the temperature of 296 K [101] Wavelengths provided by HITRAN are

collected under vacuum condition s. Due to the experiments being conducted in the

atmosphere, all the HITRAN wavelengths are converted into wavelengths in air.

Experimental Intensity
perimen .| Wavelength in | Wavelength in @GO 7
emission line Species ) L

Vacuum (nm) Air(nm) Oc o gy |
wavelength (nm) m

o)

3 F 595.081 594.919 8
595044 00 595.147 594.985 X8tLv p T
00 595.198 595.036 VX 0 pTT
00 595. 800 595.638 v @ p T
595.604 ‘Ov 595.952 595.790 X8 X pm

3 F 595.953 595.791 8
00 597.171 597.009 X8 T pTt

S97.247 T F 597.300 597.138 8
‘Ov 597.675 597.513 wBOp pTI

3 F 597.871 597.703 8
597.769 00 597.871 597.709 VB L P TT
00 597.945 597.782 P8 LV p T
599 039 ‘Ov 599.094 598.931 v T pTI
‘Ov 599.227 599.064 CO X pTt
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3 F 599.250 599.087 8
600.532 00 600.631 600.468 pBOT p T

3 F 600.655 600.492 8
602.997 3 F 603.203 603.040 8
604.303 3 604.533 604.369 8
606.693 3 F 606.911 606.746 8
607.290 5 607.480 607.315 8
609.605 7 F 609.679 609.513 8

00 609.770 609.605 PX p pTT
610.651 T F 610.797 610.632 8

Table. 11 List of species with emission lines close to the experimental

wavelength [6] [102].

It could be seen that water contributes to the red flame colour significantly.
Almost all the strong emission lines in the range of 59 nm to 620 nm are due to
water emission. The intensities of these water emission lines decrease as the
wavelengths increase However, the intensity data provided by HITRAN are based on
the RGB three primary colour channels, while the data in the experiments are based
on the red channel only. Hence the intensity of the emission lines indicated in the
database is just for reference.O,0 ,0 "Qand 0 Ualso have emisson lines in this
wavelength range. However, the intensities of these emission lines are too low

compared to emission lines of O 0.

Apart from species involved in the combustion mechanism, the emission lines of
metallic elements and atoms are alsoconsidered in this research. Table. 12lists all the

elements and atoms with emission lines close to the experimental lines. The
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wavelength of these dements and atoms are from NIST database.

Izlrnpee\r/i/r:\?glzi:]getwi(snsr:))n Elements Wavelength in Air(nm)

Tl 594.948

595.044 | 595.025
Cm 595.410

Ti 595.316

Pm 595.642

595.604 Au 595.697
Si 595.756

Xe 597.113

Tm 597.126

S97.241 Eu 597.275
Ne 597.627

Te 597.680

Xe 597.646

597.769 Ti 97538
Si 597.893

599.039 Kr 599.222
Eu 599.283

Sb 600.557

600.532 Co 500.586
Al 600.641

602.997 Eu 602.900
Ne 602.997

P 604.312

604.303 Ar 604.322
Ce 604.338

Pm 604.339

606.693 Pm 606.906
Sn 606.912

607.290 Ce 607.201
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Al 607.320

Ne 607.434

I 607.498

In 609.595

609.605 Ne 509.016
Xe 609.759
610.651 In 610.866
Zr 612.746

I 612.749

612.854 Ne 612.845
Cs 612.861

In 612.87

In 612.94

Table. 12 Wavelength of elements in the range of 59 0 nm to 6 20 nm from NIST .

According to NIST, plenty of elements have similar emission lines to the hydrogen
air diffusion flame spectrum. However, not all these elements havethe possibility of
participating in hydrogen -air combustion. In the hydrogen combustion mechanism,
only hydrogen and oxygen elements are involvedin the reaction, and hence other
elements participate in the reaction and generate emission lines that may arise only

from impurities or other components in the air.

Impurities may come from the burner, nozzle, and connections. As mentioned in
Chapter 3, the burner used in the experiments is made of cast iron, and the nozzle

and connections are made of 304 stainless steel.

Cast iron contains carbon (C), silicon (Si), manganese (Mn), chromium (Cr),
molybdenum (Mo), titanium (Ti), vanadium (V), sulfur (S), copper (Cu), nickel (Ni),

and zirconium (Zr). Composites of 304 stainless steel include carbon (C), silicon (Si),
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manganese (Mn), phosphorus (P), sulfur (S), chromium (Cr), and nickel (Ni).

The amosphere of the Earth mainly contains nitrogen (. ), oxygen (/ ), argon

(Ar), carbon dioxide (# / ), neon (Ne), helium (He), methane (# ( ), and krypton (K).

Therefore, Table. 13combines all the possible species to overview the emission

lines in the range of 590 nm to 620 nm.

Egperimental emission Species/E lements Wavelength in Air (nm)
line wavelength (nm)

595.044 00 594.919
Ti 595.316

595.604 Si 595.756
‘00 595.791

597.247 ‘00 597.138
Ti 597.538

597.769 00 597.703
Si 597.893

599.039 00 599.087
Kr 599.222

600.532 00 600.492
Al 600.641

602.997 Ne 602.997
‘00 603.040

P 604.312

604.303 Ar 604.322
‘00 604.369

606.693 ‘00 606.746
00 607.315

607.290 Al 607.320
Ne 607.434

609.605 00 609.513
Ne 609.616
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610.651 00 610.632
612.854 Zr 612.746
Ne 612.845

Table. 13 Possible species or elements contribute to the spectrum of a

hydrogen -air diffusion flame from 590 nm to 6 20 nm.

In the wavelength of 59 nm to 620 nm, plenty of species and elementscontribute
to the red flame colour of hydrogen -air diffusion flame. 'O U is the primary source of
the flame spectrum in this range. In addition to "O0, titanium, silicon, aluminium,
neon, phosphorus, argon, krypton, and zirconium also have strong emission lines.

Hence these elements may take part h the hydrogen-air combustion.

5.6.2 Emission lines in the range of 620 nmto 6 50 nm

According to the spectrum, 7 relatively intense emission linesexist in the range of
620 nm to 650 nm. They are indicated in the green rectangle in Fig. 88. They are

620.433 nm, 622.188 nm, 624.839 nm, 626.445 nm, 630.813 nm, 632.008 nm, and

632.419nm.

Fig. 88: Spectrum of hydrogen -air diffusion flame in the range of 620 nm to

650 nm (Green boxed).

The same research method was used to analyse theemission lines in the range of
620 nm to 650 nm. These 7 emission lines arecompared to the species emission lines
in the HITRAN database and elements emission lines in the NIST database.
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Experimental : Intensity
emission line Species \\//V:(\:/Sllﬁrr:gz;hn:;] \i/xa’;\/ﬁlt(a:r?]t)h S IJL
wavelength (nm) DJE "

r2 )
Eq 620.440 620.272 8
620.433 E 620.447 620.278 8
00 620.589 620.421 PR T pT
00 620.642 620.473 &p pT
00 622.251 622.082 P W p T
622.188 . 622.343 622.174 8
Eq 622.355 622.186 8
3 624.964 624.794 8
624.839 00 624.979 624.809 p8tp p
00 625.000 624.830 X®&T pm
00 625.083 624.913 PP wpT
00 626.597 626.427 o0& T pT
626.445 00 626.601 626.430 Cgu pT
3 F 626.633 626.463 8
00 626.662 626.492 o® T p T
0 630.755 630.584 p& T p T
E 630.831 630.660 8
0 0 630.855 630.683 8 @ p
0 0 630.934 630.763 L8tp p T
00 631.006 630.835 WBtL p T
630.813 00 631.043 630.872 Y p T
0 0 631.063 630.892 CopT
0 631.163 630.992 P8I Y p T
0 631.238 631.067 PP @ p TT
00 631.277 631.104 &g pT
00 631.275 631.106 @ p T
00 632.015 631.843 pBOTL p T
632.008 00 632.038 631.866 pRIT pT
0 632.060 631.889 v p T
00 632.268 632.096 PP X p T
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0 632.134 631.962 L8 X p T
00 632.150 631.978 P8I p T
00 632.161 631.989 pPE U p T
3 632.169 631.997 8
00 632.301 632.130 CPUYpm
v O 632.332 632.160 VL pTT
00 632.352 632.181 V¥ o p Tl
00 632.406 632.235 o g pT

0 632.550 632.378 o8 G pTl
3 632.552 632.381 8
00 632.560 632.389 PE @ p T

632.419 ‘00 632.566 632.395 PE W p T

0 0 632.588 632.417 PR C p T

0 632.622 632.451 o8 T pT
00 632.649 632.477 pPRIQ pT
00 632.659 632.487 VP TT P TT
00 632.685 632.513 Gpopm
00 632.696 632.524 opT pT
00 632.832 632.660 U8 T pm
00 632.876 632.704 U v p T

Table. 14 List of species that participated in the hydrogen  -air combustion
with similar emission lines to the experiment spectrum in the range of 620 nm

to 650 nm.

According to the data from the HITRAN database,O0,0 Q0 ,0 Uhave emission
lines close to the experimental spectrum in the range of 620 nm to 635 nm. Water
still plays a critical role in this wavelength range. It contributes to most of the
emission lines.0 "Galso contribute mainly to 620.433 nm and 622.188 nm) has the
most vigorous intensity at 630.813 nm.

Moreover, the NIST database also gives information about elements tha have
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emission lines close to the experimental data.

Iﬁ?(npeeurg\?;?rll gt?ifnsrir(]))n Elements Wavelength in Air (nm)
620.433 620.146 Al
620.631 Rb
622.188 622.102 Er
622.187 Lu
624.839 624.756 Fe
624.993 La
626.110 Ti
626.445 626.225 =
626.650 Ne
630.813 630.729 K
630.829 Pm
632.008 631.806 Xe
631.837 Pt
632.236 Pr
632.419 632384 o
632.658 Pt

Table. 15 List of elements have emission lines close to the experimental

spectrum in the

range of 620 nmto 6 50 nm.

Compared to the emission lines in the range of M0 nm to 620 nm, the

contribution of these elements is less. According to the source of impurity and the

composition of the atmosphere, the possible elements involved in the hydrogen-air

combustion and emitted lights are aluminium, titanium, and neon in the range of 620

nm to 635 nm. Referring to the NIST database, alumimum has an emission line at

620.146 nm, which is close to 620.433 nm. Titanium has an emission line at 626.110 hm

and neon has an emission line at 626.650 nm, whichs adjacent to 626.445 nm. Apart
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from these three elements, other elements listed in Table. 15 should have no

possibility of participating in the reaction.

Iﬁ?(npeew;]\?;g]get?i?nsrf)n Species/E lements Wavelength in Air (nm)
Al 620.146
620.433 6 "0 620.278
00 620.272
622.188 0 O 622.174
00 622.186
624.839 00 624.794
Ti 626.110
626.445 00 626.463
Ne 626.650
630.813 00 630.660
632.008 00 631.997
632.419 00 632.381

Table. 16 List of possible species or elements that have contribution s to the

hydrogen -air flame spectrum in the range of 620 nmto 6 50 nm.

In conclusion, the emission line at 620.433 nm mightbe due to the emission of
aluminium and 0 "O The emission line at 622.188 nm might be caused by Oand
"O0 might contributes to the emission line at 624.839 nm. For the emission line at
626.445 nm, there are three species and elementsthat might have contribution s,
which are 'O U, titanium and neon. For emission lines at 630.813 nm, 632.008 nm and

632.419 nm;O U might be the primary source.

5.6.3 Emission lines in the 650 -670 nm range

It was calculated that the values of the four emission lines indicated in the white
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box are 652.88 nm, 654.34 nm, 656.65 nm and 659.94 nm.

According to the records in the HITRAN molecular spectroscopic database[6], 'O
has three intensive emission lines in the range of 650 nm to 670 nm. They are 656.71
nm, 658.70 nm and 661.69 nm. Because the values in the HITRAN databaase
obtained under vacuum conditions, they need to be converted into values under air
condition s. Referring to the National Institute of Standards and Technology (NIST)
Engineering Metrology Toolbox, which is based onthe Ciddor equation [102][103]
According to the equations, these three emission lines are equivalent to the

wavelength of 656.53 nm, 658.52 nm and 661.51 nm in air.

HITRAN (vacuum)(nm) HITRAN (air)(nm)
656.71 656.53
658.70 658.52
661.69 661.51

Table. 17 Hydrogen emission line values in the range of 650 nm to 670 nm

from HITRAN [6].
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The emission band peaks at 656.65 nm match the wavelength of the emission
band. The intensity of this emission line is the highestof the three lines. The intensity
of emission lines at 658.52 nm (inthe air) and 661.51 nm (inthe air) provided by
HITRAN & 10 times lower than the emission line at 656.53 nm (inthe air) [6]. H
radicals are abundant during combustion (see Table. I Chain reaction of hydrogen
combustion [32]., 17 out of 28 elementary reactions with H radicals). Moreover, those
excited H radicals may emit light when the electron falls back to the n=2 energy level.
Therefore, it is highly likely for 'O | to exist in a hydrogen flame. Besides, the
intensity of the other two emission peaks is relatively low; hence there is no obvious

emission peak in the spectrum.

In addition, the NIST database gives the emission lines of a hydrogen atom in the

range of 650 nm to 660 nm.

Wavelength in air (nm) Transition
656.271 0y dOy
656.272 Oy oYy
656.285 ¢by 00y

Table. 18 Hydrogen atom emission lines between 650 nmand 6 60 nm from the

NIST database [7] [104] [105].

The value of hydrogen emission lines given by HITRAN and NIST have a minor
difference, which might be caused by different data collection methods. HITRAN
database is a mixture of the experimental and calculated results, while NIST mainly
focuses on the theoretical calculation and observation from the solar corona. It is

considered that experimental results are usually more accurate, but the results given
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by calculation are more completed. Therefore, these two lines might not be recorded

in the NIST database.

The cause of the other three emission lines has not yet been explained by any
research. However, after comparing the data in the HITRAN database and NIST
database in detail, it was found that the emission lines match some relevant elements.
In steady-state combustion, hydrogen reacts with oxygen in the air and produces

water vapour as the only product [106]

In the mechanism of hydrogen-air combustion, '0,"0, 0,0 ,0 Q0 ,"006,00, and
"O0 are involved. The emission spectra of these compositions between 650 nm and
670 nm are also considered. Referiing to the HITRAN database, O0 has three
relevant high-intensity emission peaks in this range. They are 651.65 nm, 654.57 nm
and 655.48 nm under vacuum conditions[6]. Converting to wavelength in ambient air,
they are 65148 nm, 654.39 nm and 655.30 nm respectively. Among these three
emission lines, 654.39 nm is very close to the value of 654.34 nm in the experimental

hydrogen spectrum recorded.

Besides,0 "Galso has two intense emission peaks. They are 652.81 nm and 652
nm in vacuum [6], which is equal to 652.63 nm and 652.74 nm in the air. These two
peaks match 652.88 nm in the hydrogenair flame spectrum. Except for 'O0 and 0 "Q

the remaining species have no emission peaks in the rage of 650 nm to 660 nm.

Molecule In vacuum (nm) In air (nm)
00 651.65 651.48
00 652.81 652.63
00 652.92 652.74
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00 654.57 654.39
o]V} 655.48 655.30

Table. 19 High-intensity emission line wavelength in the range of 650 nm to

660 nm from HITRAN database

In addition to the products produced in the reaction, pollutants in the
environment may also contribute to the reddish colour of a hydrogen flame.
Referring to the NIST database, Sodium has emission peaks a653.07 nm and 654.44
nm in the air [7]. These two emission lines match the peaks at 652.88 nm and 654.34
nm. Besides, Nickel has an emission line at 659.90 nm in the aj7]. This emission line

matches the peak at 659.94 nm in the experiment spectrum.

Atom In air (nm)
0 ® 653.07
0@ 654.44
0Q 659.90

Table. 20: High-intensity emission line wavelength near 656 nm from NIST

5.6.4 Emission lines in the range of 6 60 nmto 700 nm

Besides the cluster of emission lines in the range of595 nm to 635 nm and the
four intense lines in the range of 650 nm to 660 nm, there are two strong lines
between 660 nm and 700 nm, and they are 666.246 nm and 66478 nm respectively.
The same research method was applied to compare the emission lines of species and
elements possibly involved in the hydrogenair combustion process with the

experimental emission lines.
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Fig. 91 Spectrum of the hydrogen -air diffusion flame in the range of 660 nm to

700 nm (Yellow Boxed).
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Fig. 92: Hydrogen -air diffusion flame spectrum p  lot in the range of 66 0 nm to

700 nm.

According to the HITRAN database, the only species that have intense emission
lines within the range of 666 nm and 668 nm is"O 0. Apart from 00,0 "Q0 0, andO
also have emission lines close to 666.246 nm and 66478 nm. However, the intensity
of these emission lines is much lower than 'O 0, hence they are not included in the

contribution.

There is an emission line of O 0 at 666.187 nm withthe intensity of @& x p ™ ,

and 666.557 nm with the intensity of t8 ¢ p 1 . These two lines are close to the
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experimental lines at 666.246 nm."O 0 also has an emission line at 667.112 nmith an

intensity of T8 1 p 1 , which is close to 667478 nm.

Besides the species, elements are considered as wellTable.21 below lists all the

elements with emission lines in the range of interest.

Egperlmental emission Elements Wavelength in Air (nm)
line wavelength (nm)
666.246 Pm 666.168
Ar 666.636
Ba 667.527
667478 Ar 667.728
Pm 667.747
Cf 667.790
Table. 21 List of elements with emission lines close to the experiment al

spectrum in the range of 66 0 nmto 700 nm.

As mentioned in section 5.6.1 the only element that might have contributed to the

hydrogen-air flame emission lines in this range is argon from the atmosphere.

Iﬁ?(npee\rlilrg\?;t:rt get?i(snsrino)n Elements Wavelength in Air (nm)
666.246 00 666.187
00 666.557
Ar 666.636
667478 00 667.112
Ar 667.728

Table. 22: List of possible species or elements that  contribute to the

hydrogen -air flame spectrum in the range of 66 Onm to 700 nm.
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5.6.5  Integrationof =5 F, s, Fandg » peaks

In this section, an analysis of the intensity of O0,0 "Q0, andO | in the red
spectral region of the hydrogen diffusion flame is conducted. Based on the previously
determined most probable species for each peak, the peaks identified as"O 0, 0 "Q0,
and O | are integrated. Because the obtained emission lines in the experiment are
determined by the values of each pixel in the red channel of the captured flame
spectrum, the integration of these emission peaks represents the intensity of their R
channel values. The integration of these R channel values is positively correlated with

the intensity of the emission peaks.

Experimental Value of | Experimental Value of | Experimental Value of

emission line | integrati emission line integrati emission line integrati

wavelength -on wavelength -on wavelength -on
(nm) (nm) (nm)
595.04 20.9234 595.6 31.2446 597.25 20.1291
597.77 26.2951 599.04 25.2884 600.53 17.9924
603.00 15.1004 604.30 13.9601 606.69 19.4754
607.29 22.9492 609.61 17.0091 610.65 14.5169
624.84 14.6967 626.44 9.9211 632.01 10.22
654.34 27.8274 666.25 13.6666 667.48 10.4282

Table. 23: Integration of experimental 5 |=emission lines in the hydrogen -air

diffusion flame.

Experimental emission | Value of integration
line wavelength (nm)

620.43 30.1906
622.19 25.4031
652.88 16.7311

Table. 24: Integration of experimental |=7| emission lines in the hydrogen -air

diffusion flame.
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Table. 23 and Table. 24 shows the integration of the "'O0 and 0 "Gemission lines in
the experimental hydrogen-air diffusion flame. To obtain the total intensity of the
emission lines caused by O 0 and 0 "On the spectral range of 590 nm to 700 nm, the
integrals for each emission line are summed. The total integration for O 0 lines is

331.64, and 72.32 fob "Qines.

Additionally, the integration values of the U emission line at 630.81 mm andO |

emission line at 656.58 mm are 15.7617 and 44.6635 respectively.

5.7 Conclusion

In this chapter, details of the experimental setup have been discussed. The setup
contains a spectrograph, three burners, and a DSLR camera. The fuel gas used in this
experiment was high purity hydrogen. The equipment settings used in the
experiment include DSLR camera shuttle speed, ISO and exposwr time. The
methodology of this experiment has also been given. It contains the working principle
of the spectrograph, the calculation of the spectrum and the match of these
captured spectral lines with the substance. In addition, problems that may occur
during the experiment and their solutions or measures taken are also described in

this chapter. This experiment method is considered reasonable and accurate.

In conclusion, the hydrogen-air diffusion flame colour is affected by several
species and elements. Among all the speciesthat participate in the combustion
process, 00, "O,0 ,0 Qand0’ Ohave contribution s to the emission lines. Esgecially

"00, it has a largenumber of emission lines in the red colour range according to the
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HITRAN databaseMoreover, other species might possibly participate in the reaction,
including 6,0 0,0 6,0 ,00,00 ,0 0,00 0,0,0 have no emission lines in

this wavelength range.

In the wavelength of 590 nm to 620 nm, the main source of emission lines is'O0.
All the 13 emission lineg(595.044 nm, 595.604 nm, 597.247 nm, 597.769 nm, 599.039
nm, 600.532 nm, 602.997 nm, 604.303 nm, 606.693 nm, 607.290 nm, 690.605 nm,
610.651 nm and 612.854 nhmight be caused by the emission of water vapour. Also, in
the wavelength of 620 nm to 635 nm, there are4 out of 7 emission lines might mainly
be caused by"O 0, which are at 624.794 nm, 626.463 nm, 631.997 nm and 632.381 nm.
Besides™O0, U "Gand 0 have strong emission lines at 620.272 nm, 620.278 nm,
622.174 nm, 622.186 nm, and 630.660 nnThere are two relative intense emission
lines for emission lines in the range of 660 nm to 700 nm."O 0 might be one of the

possible sources as well.

In addition to the species that participated in the combustion process, elements
from the impurities and the atmosphere could also be involved in the reaction. By
comparing with the NIST database, the possible elementsthat contribute to the
spectrum were picked up and analysed. There are two main possible impurity
sources, the cast iron made burner, and the 304 stainless steel made nozzle. Hence
the elements contained in this equipment and atmosphere were considered to
contribute to the experimental emission lines. These elements include titanium,

silicon, neon, aluminium, phosphorus,argon, and zirconium.

In the wavelength range of 590 nm to 670 nm, there are many products or

pollutants that produce emission peaks, resulting in the red flame of hydrogen. The
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four emission lines ranging from 650 nm to 670 nm are identified in this study. The
spectrum peak at 652.88 nm might be 0 "“Gor sodium emission line. The peak at
654.34 nm might be "O 0 or sodium emission line. The peak at 659.94 might be the
emission line of Nickel, which may come from the stainless steel of the burner nozzle.
The current hydrogen -air combustion mechanism does not consider any excited
species, and the excited species should be investigated in the future because the
emission band at 656.65 nm is highly possible to béO | . Although the colour of
hydrogen diffusion flame is a complex combination,© | emission high-possibly
plays a nonrnegligible role in the faint reddish colour of a diffusion hydrogen flame. It
also indicates that hydrogen atoms are very likely to be excited in the combustion
process. Therefore, the mechanism could be improved with further study on the

topic of excited hydrogen atoms.

The observation of 'O | emission supplies a possibility for a new diagnostic
method in terms of the combustion of hydrogen -containing gaseous fuel. The
intensity of the emission lines produced by 'O | in a hydrogen-containing fuel flame

can be used for diagnostics and manitoring purposes.
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Chapter 6: Hydrogen -air
diffusion  flame with co -flow
spectrum analysis

6.1 Introduction

The previous chapter focused on analysing the hydrogen-air diffusion flame
spectrum in the range of 590 nm to 700 nm. The possible species or elementswhich
may cause the emission lines in the wavelength range werdisted. To further verify
these emission lines, air and oxygen ceflow with differ ent flow rates were added to

the hydrogen-air diffusion flame.

The addition of air and oxygen coflow would cause some part of the flame
combust similar to the condition of stoichiometric premixed flame. It would lead to
an increase to the local temperature of the flame. According to I. Glassmanet al., a
premixed flame would have a highest temperature under the stoichiometric
condition. Furthermore, at the stochiometric mixture, the flame temperature is
affected by the oxidizers. The flame temperature of hydrogen/air mixture at
stochiometry is approximately 2300 0 , while the flame temperature of

hydrogen/oxygen mixture is 3080 U [107] When oxygen is used as a ceflow, the
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temperature of the hydrogen diffusion would be higher than that of the flame with air
co-flow. Higher flame temperature might result in more species and elements being
excited and emitted. Therefore, the spectra of hydrogen diffusion flame with air and

oxygen co-flow are studied.

In this chapter, the Chemkin model of hydrogen-air diffusion flame with air co -
flows have been developed.The spectrum of the hydrogen-air diffusion flame with air
and oxygen caflow will be captured using the same experimental methodology and
setups as in the previous chapter. Since there was no co-flow involved in the previous
hydrogen-air diffusion flame, the settings of the co-flow used in this experiment will
be introduced in this chapter. The spectrum of the flame with co -flow will be
analysed and compared with the spectrum of the hydrogen diffusion flame.
According to the combustion mechanism of hydrogen, the emission lines of species
that participate in the reaction in this wavelength band are compared with these four

emission lines. The data of the emission lines of the species are collected from the

HITRAN database and converted into the wavelength ithew © wyy | ©z ¥}

equations. Besides the species involved in the combustion mechanism, elements with
emission lines close to those of the hydrogen-air diffusion flame with co -flows will
also be analysed whether they might be involved in the reation. The wavelength of
the elements is referred to in the NIST database.The similarities and differences

between these spectra will be discussed.
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6.2 Chemkin model

In this section, the Chemkin models of the hydrogen-air diffusion flame with
different air ¢ o-flow conditions will be shown. The parameters used in the simulation
are the same as those of the nonco-flow hydrogen diffusion flame metioned in the
previous chapter. The highest temperature and mole fraction of radicals of the co -

flowed flame will be compared with the no co -flow flame.
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Fig. 93: Mole fraction of species in the hydrogen  -air diffusion flame with

8 Wi wir co -flow simulated by CHEMKIN.

169



Chapter 6: Hydrogen-air diffusion flame with co -flow spectrum analysis

1.0 -
0.9
0.8
0.7
S ] —— H2
< 06 - —H
@ - —— 02
L 054 —0
Z - OH
= 044 H20
y ——N2
0.3

0.2 +

e

B
LI I T I

0.1 1

00 ! I T I T I T I T I ! T I T I T I T I
0.00 0.05 0.10 0.15 0.20 0.25 0.30 0.35 0.40 0.45 0.50 0.55 0.60
Distance (mm)

Fig. 94: Mole fraction of species in the hydrogen -air diffusion flame with

W . air co -flow simulated by CHEMKIN.

The mole fraction of species in hydrogen diffusion flames under different air co -
flow conditions are shown in Fig. 93 and Fig. 94. The variations in mole fraction of
each substance in the flame reaction zone follow a similar trend to that of a non-co-

flow hydrogen diffusion flame.

Fig. 95, Fig. 96, and Fig. 97 respectively show the comparisons of mole fraction
distributions of H, O and OH radicals in the hydrogentair diffusion flame under

different air co -flow conditions.
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Fig. 95: The comparison of H radical mole fraction in hydrogen diffusion flame

with different co -flow conditions.
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with different co -flow conditions.
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Fig. 97: The comparison of OH radical mole fraction in hydrogen diffusion

flame with different co -flow conditions.

It can be observed that in the presence of air co-flow, the mole fraction of H and O
radicals in the hydrogen-air dif fusion flame are higher compared to the flame without
co-flow. The mole fractions of H and O radicals are highest at thep afd "Qair co-flow
flame and lower at the @& dfa "Qair co-flow flame, while the non-co-flow flame has
the lowest. However, the maximum mole fraction of OH radical remains relatively

consistent across the three co-flow conditions.

Table. 25 is the simulated maximum values of temperature and radical mole
fraction in the hydrogen -air diffusion flame with different air co -flow conditions . It
can be observed that the temperature of the non-co-flow hydrogen-air diffusion
flame is higher compared to the air co-flow flames. The air co-flow rate and the flame
temperature exhibit a negative correlation. As the flow rate of air co -flow increases,

the flame temperature decreases.
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Flame type Temperature | "Omole | U mole | 0 "Gnole | 'O mole
(K) fraction | fraction | fraction fraction
2182.0 0.0241 0.00% 0.018&% 0.2706
Non-co-flow
2174.3 0.02% 0.0097 0.01879 0.2702

8 w1 i air coflow

e 21668 0.028 0.008B 0.01874 0.2699
W i air coflow

Table. 25: Simulated maximum values of temperature and radical mole
fraction in the hydrogen -air diffusion flame with different air co -flow

conditions.

6.3 Spectr um of hydrogen -air diffusion flame
with air co -flow at6.5 W1 ;. =

In this section, the spectra of hydrogen-air diffusion flame with air co -flow at 6.5

ofa Qép & ax 1) in the wavelength range of 590 nm to 700 nm will be shown and

analysed.

Fig. 98: Spectrum of the hydrogen -air diffusion flame with 6.5 1 & sir co -

flow in the wavelength of 590 nm to 700 nm.

Fig.98 is the spectrum of the hydr ogen-air diffusion flame with 6.5 df& "Qair co-
flow. In order to present the results more clearly, the spectrum of this wavelength
range will be divided into four parts for analysis. The parts are shown in different

colour boxes in the figure.
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6.3.1 Emission lines in the range of 590 nm to 620 nm

In this sub-section, the emission lines from 590 nm to 620 nm will be analysed.
This part of the spectrum is indicated in a blue box in the spectrum. The possible
elements and species that might contribute to the emission lines will be identified

and listed.

It could be noticed from the spectrum plot ( Fig. 99) that the double lines of
sodium have the highest intensity in the image. However, their relative intensities
become weaker compared to the hydrogen-air diffusion flame spectrum. There are
13 strong emission lines in the wavelength range of 590nm to 620 nm. These
emission lines are 591.27 nm, 595.49 nm, 597.28 nm, 598.67 nm, 600.42 nm, 603.33 nm,

604.71 nm, 606.66 nm, 608.82 nm, 609.64 nm, 611.06 nm, 612.82 nm and 617.71 nm.
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Compared to the hydrogen-air diffusion flame spectrum, there are four new

emission lines, which are 591.27 nm598.67 nm, 608.82 nm and 617.71 nm. Species and

elements with similar emission lines are listed in the tables below.

Experimental Intensity

xperimenta : Wavelength in | Wavelength Gto 71
emission line Species Vacuum (nm) in Air (nm) r Loy

wavelength (nm) DJE "mr

r2 )

591.27 ‘00 591.43 591.27 oHT p T

598.67 ‘00 598.87 598.70 I81T pm

608.82 ‘00 609.02 608.86 g o pm

617.71 00 617.81 617.64 PBTLX p T

00 617.79 617.63 p8tX p T

Table. 26: List of species with their emission lines close to the extra

experimental emission lines in the range of 590 nm to 620 nm.

Iﬁ?(npeewg\?;fr: getwi(snsrino)n Elements Wavelength in Air (nm)
Ar 591.21
591.27 Si 591.52
U 591.54
In 591.54
Pr 598.61
598.67 Pr 598.71
Pr 598.73
Ne 598.79
Eu 608.38
Tc 608.52
608.82 5 50878
\ 609.02
Ce 609.32
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Xe 609.35
Ar 617.23
Eu 617.31
617.56 Xe 617.83
Eu 617.88
Xe 617.97

Table. 27: List of elements with their emission lines close to the extra

experimental emission lines in the range of 590 nm to 620 nm.

The possible sources of contaminants may be attributed to the emission lines.
These sourcesinclude the elements contained in the burner, which is made of cast
iron; in the nozzle, which is made of stainless steel; andfrom the atmosphere.
Therefore, the elements included in these contamination sources in Table. 28 are

considered to be likely contributed to the flame colour.

Ii?(npee\r/:/rg\?;tjrl] ;trr?l(snsrlr?)n Elements /Species Wavelength in Air (nm)

Ar 591.21

591.27 06 o1 27
Si 591.52

598.67 00 589.70
Ne 598.79

608.82 P 608.78
00 608.82

Ar 617.23

617.56 50 61763
00 617.64

Table. 28: List of elements and species with their emission lines close to the

extra experimental emission lines in the range of 590 nm to 620 nm.
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It can be noticed that the main species that contributed to these four extra
emission lines are"O 0 and 0 "ODue to the addition of air co-flow, when the hydrogen
was released from the nozzle, the hydrogen on the outside would mix more with the
air. Thus, the combustion of hydrogen -air diffusion flame would be more sufficiently
with the air co-flow. Asthe product and indirect product of the hydrog en diffusion
combustion, the production of 'O0 and 0 "Ovould be increased. Therefore, these
four different emission lines in the air co -flow flame might become apparent due to

this reason.

6.3.2 Emission lines in the range of 620 nm to 6 50 nm

Compared to the wavelength range of 590 nm to 620 nm, the number of emission
lines in the range of 620 nm to 650 nm is less. They are indicated in the green square

in Fig.100.

Fig. 100: Spectrum of the hydrogen -air diffusion flame with 6.5 ®ft . sir co -

flow in the wavelength of 620 nm to 650 nm.

There are 9 relative strong emission lines in the wavelength range of 620 nm to
650 nm of a hydrogen-diffusion flame with 6.5 dfa "Qeo-flow. These 9 emission lines
are at 620.41 nm, 622.30 nm, 624.76 nm, 626.48 nm, 630.78 nm, 631.93 nm, 632.46 nm,

637.80 nm and 644.40 nm.
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Among these emission lines, there are three lines different from those of the
hydrogen diffusion flame, and their wavelengths are 631.93 nm, 637.80 nm and 644.40
nm. These lines are very weak or absent in the hydrogen diffusion flame. By
comparing to the HITRAN database and NIST database, the species and elements

with emission lines close to the experimental lines are listed below.

Experimental : Intensity
emission line Species \\//V::j:ﬁ:gz;hn:;] Yxax;?l?:r%;h D(jFE 7JL@
wavelength (nm) L
T2 )
3 631.90 631.72 8
3 F 631.92 631.75 8
0 632.06 631.89 Vv @ pTI
631.93 60 632.02 631.84 | p8oT p 7T
00 632.04 631.87 pRIT pTI
00 632.33 632.16 VL pTI
00 632.35 632.18 V o p Tt
00 637.97 637.80 T8wW P T
00 637.98 637.81 P Y p T
637.80 3 637.99 637.82 8
00 638.00 637.83 oBow p T
00 638.06 637.88 P8 w p T
00 638.08 637.91 pE L p T
3 644.54 644.36 8
644.40 00 644.57 64440 | U cC pT
00 644.61 644.44 PE W p T

Table. 29: List of species with their emission lines close to the extra

experimental emission lines in the range of 620 nm to 650 nm.

180



Chapter 6: Hydrogen-air diffusion flame with co -flow spectrum analysis

Iﬁ?(npeewg\?;g gt?i?nsrir(]))n Elements Wavelength in Air (nm)
631.93 Xe 631.81
Pt 631.84
Xe 637.53
637.80 Cm 637.67
Cu 637.78
Pa 637.93
Se 644.43
644.40 Ra 644.62
Cu 644.86

Table. 30: List of elements with their emission lines close to the additional
emission lines of hydrogen -air diffusion flame with 6.5 0 ;. sir co -flow in the

range of 620 nm to 650 nm.

Same as the previous analysis, all species and elements that may cause the

emission in this wavelength range are listed inTable.31

Iﬁ?(npee\rlilrg\?;?rl] getrt:li(s nsrino)n Elements /Species Wavelength in Air (nm)
631.93 00 631.72
00 631.75
637.80 Cu 637.78
00 637.82
644.40 00 644.36
Cu 644.86

Table. 31 List of elements and species with their emission lines close to the

extra experimental emission lines in the range of 620 nm to 6 50 nm.
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Some species inTable. 30 are not listed in Table. 3], they have emission lines close
to the experimental results, but their intensities are much lower than those of the
selected species. Hence, their contributions to the hydrogen-air diffusion flame

spectrum are not considered.

6.3.3 Emission lines in the range of 660 nmto 700 nm

The emission lines of hydrogen-air diffusion flame with 6.5 dfa "Qair co-flow in the
wavelength range of 0 nm to 700 nm are the same as the hydrogenair diffusion
flame. The two emission lines are 666.25 nm and 667.55 nm. As discussed ithe

previous chapter, these two emission lines are both contributed by "O0 and Ar.

Fig. 102 Spectrum of the hydrogen -air diffusion flame with 6.5 1 sir co -

flow in the wavelength of 660 nm to 700 nm (Yellow Boxed).

Compared to the emission lines in other wavelength ranges, thelines in the range

of 660 nm to 700 nm are relatively weak.

6.34 Conclusion

To sum up, the addition of 6.50a "Qair co-flow has a limited influence on the
hydrogen-air diffusion flame spectrum. In the range of 590 nm to 620 nm, there are
13 emission linespf which 10 of them are considered the same as hydrogendiffusion
flame. In the wavelength band of 620 nm to 650 nm,9 emission linesexist, in which 6

lines are the same as hydrogen diffusion flame. In the range of 660 nm to 700 nm, the
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two emission lines are determined to be the same as the diffusion flame without co-

flow.

6.4 Spectrum of hydrogen -air diffusion flame
with air co -flow at 13wft7 ;. =

In this sub-section, the spectrum of hydrogen -air diffusion flame with 13 &fa "Qair
co-flow will be shown and analysed.The spectra of hydrogen-air diffusion flame with

air co-flows will be compared.
- s \-
Fig. 103: Spectrum of the hydrogen -air diffusion flame  with 13#ft0  sair co -

flow in the wavelength of 660 nm to 700 nm

6.4.1 Emission lines in the range of 590 nm to 620 nm

There are 15 emission lines in thiswavelength range, of which 12 lines are the
same as the emission lines of the hydrogenair diffusion flame with 6.5 gfa "Qair co-
flow. The same lines are at 591.27 nm, 595.79 nm, 597.69 nm, 600.83 nm, 603.26 nm,
604.64 nm, 609.49 nm, 610.99 nm, 612.18 nm and 617.71 rBesides, there are 3
emission lines in addition to the 6.5 & "Qair co-flow hydrogen flame. These lines are

at 596.80 nm, 613.94 nm and 615.80 nm.
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Experimental Intensity
xperimenta : Wavelength in | Wavelength Gto ¥
emission line Spcies Vacuum (nm) in Air (nm) r Aoy
wavelength (nm) DJE "mr
r2 )
3 F 596.95 596.79 8
596.80 00 596.96 596.80 PH ¢ p T
00 596.97 596.81 P8 X p T
613.94 E 614.11 613.95 8
00 616.01 615.84 pBOUL p T
3 F 615.93 615.77 8
615.80 ‘00 615.96 615.79 VE T P T
00 615.97 615.80 PEC p T
00 615.99 615.83 P& ¢ p T

Table. 32: List of species with their emission lines close to the additional

emission lines of hydrogen

-air diffusion flame with 13

range of 590 nm to 620 nm.

W . sir co -flow in the

The species and elements which have themost outstanding contribution to the

emission lines in the hydrogenair diffusion flame with 13 gfad "Qair co-flow are

highlighted in bold in Table.32 and Table. 33.

Experimental emission

line wavelength (nm) Elements Wavelength in Air (nm)
Ne 596.55
596.80 Ti 596.58
Eu 596.61
Eu 596.71
In 61321
613.94 v 61354
Ba 614.17
615.80 O 615.60
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O 615.68
O 615.82

Table. 33: List of elements with their emission lines close to the additional
emission lines of hydrogen -air diffusion flame with 13 0 : sir co -flow in the

range of 590 nm to 620 nm.

From the above two tables, it could be found that the oxygen atom in the HITRAN
database has nonoticeable emission lines, but there are intense lines in the NIST
database. It mightbe due to the differences in how they collect the data. The HITRAN
databaseis a mixture of experimental and calculated results, while the NIST databae

mainly focuses on the theoretical calculation and observation from the solar corona.

El?(npee\r/ig\?;?rll getr;i(snsri;))n Species/E lements Wavelength in Air (nm)

Ne 596.55

596.80 - —06.55

00 596.79

613.94 \Y 613.54

00 613.95

O 615.60

615.80 o 615.68

00 615.77

O 615.82

Table. 34: List of elements and species with their emission lines close to the
additional experimental emission lines of hydrogen -air diffusion flame with 13

W ir co -flow in the range of 590 nm to 620 nm.
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To summarise, the above table lists the species and elements that may have an

influence and their corresponding wavelengths on the spectrum.

6.4.2 Emission lines in the range of 620 nm to 6 50 nm

There are 6 emission lines in the wavelength range of 620 nm and 650 nmTheir
wavelength is 620.25 nm, 62454 nm, 630.59 nm, 631.71 nm, 637.42 nm and 644.11 nm.
These 6 emission lines are all consistent with the emission lines of the hydrogen
flame with 6.5 df& "Qair co-flow. However, there are 3 emission lines of the 6.5 "Q¢
air co-flow flame that become inconspicuous or disappear in the 136fa "Qair co-flow

flame in this range. They are emission lines at 622.30 nm, 626.482 nrand 632.80 nm.

Fig. 105 Spectrum of the hydrogen -air diffusion flame  with 13 0 sir co -

flow in the wavelength of 620 nm to 650 nm (Green boxed).
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As analysed in6.3.2 the additional emission lines of the 6.50a "Qair co-flow
hydrogen flame at 622.30 nm mightbe due to 0 "OThe line atat 626.48 nm might be

the emission line of 'O U, Ti and Ne. The line at 632.46 nm might caused b¥D 0.

6.4.3 Emission lines in the range of 660 nmto 700 nm

The emission lines in the wavelength range of 660 nm to 700 nmcan barely be
seenin the spectrum. However, from the spectrum plot , the emission linesare clearly

shown.

Fig. 107: Spectrum of the hydrogen -air diffusion flame with 13 #ft1  sir co -

flow in the wavelength of 660 nm to 700 nm (Yellow boxed).

Unlike the spectrum of the hydrogen -air diffusion flame with 6.5 gfad "Qair co-flow,
there is only one distinct emission line in this wavelength range. Its wavelength is
665.84, which is considered the same emission lineas the 666.25 nm line ofthe 6.5
ofa "Qair co-flow flame. Besides the emission line at 666.25 nm, 6.5%¢ "Qair co-flow
hydrogen flame has another line at 667.48 nm, which is consideredto belong to O 0

and Ar.

6.4.4 Conclusion

In conclusion, there are 15 noticeable emission lines in the wavelength range of
590 nm to 620 nm, 11 lines in the range of 620 nm to 650 nm, and 1 line between 660

nm and 700 nm. The additional emission lines compared to the hydrogen-air
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diffusion flame with 6.5 dfd "Qair co-flow, the additional emission lines in this
wavelength band are mainly due to the increase in air caflow flow rate. They result in
more hydrogen mixing with air and combusted more sufficiently. More sufficient

combustion results in a higher flame temperature ; hence the elements in the nozzle,

burner and atmosphere are easier to be excited by the high temperature.

6.5 Spectrum of hydrogen -air diffusion flame
with oxygen co-flow at 0.30 #f0  =and 0.55
oo

In order to analyse the hydrogen-air diffusion flame spectrum better, in addition
to the air co-flow, oxygen was also added as cdlow for comparison. In this sub-
section, the spectra of hydrogen-air diffusion flame with 0.30 ofd "Qand 0.55 ofa Q¢

oxygen co-flow will be discussed.

|

(b)

Fig. 108: Spectrum of the hydrogen -air diffusion flame with (a) 0.3 O w1 =

oxygen co -flow; (b) 0.5 5#ft1  dn the wavelength of 590 nm to 700 nm.
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It can be found from Fig.108that the two spectra are similar. The intensity of the
(b) spectrum is generally higher than the (a) spectrum. However, the relative
intensities of the emission lines in (b) are lower, which means the contrast of the

spectrum is lower than (a).

The emission linesboth in the hydrogen-air diffusion flame with oxygen co-flows
are the same. They are also the sameas the emission lines of the 13dfa "Qair co-
flowed hydrogen diffusion flame. Except for two emission lines, which intensities are
too low or disappear at the wavelength of 637.42 nm and 644.11 nnThe table below

lists all the emission lines and their possible contributed species and elements.

Experimental emission line Experimental emission line
wavelength (nm) of 0.30 wavelength (nm) of 0.55 Species/Elements
W oxygen co -flow Wi . oxygen co -flow
‘00
591.14 591.12
Ar
Si
595.45 595.60 00
Ti
‘00
596.70 596.84 Ne
Ti
597.73 597.66 ‘00
598.63 598.59 00
Ne
600.35 600.31 00
Al
603.18 603.18 00
Ne
604.56 604.15 00
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P
Ar
606.51 606.54 00
609.46 609.34 00
Ne
610.95 610.20 00
Ne
612.14 612.55 Zr
Ne
613.90 613.82 00
v
615.77 615.77 00
o)
617.48 617.37 00
Ar
620.13 620.13 00
Al
624.54 624.76 00
630.48 630.18 00
631.56 631.56 00
665.80 665.65 00
Ar

Table. 35: The emission lines and possible species and elements of hydrogen -
air diffusion flame with 0.3 0 and 0.55 W1 : oxygen co -flow in the range of 590

nm to 650 nm an d 660 nm to 700 nm .

In addition to the above emission lines, the 0.5 ofa "Qexygen co-flow hydrogen

flame has a line at 667.14 nm, tich is considered as the emission line of O0 and Ar.
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6.6 Emission lines of 650 nm to 660 nm of
hydrogen -air diffusion flame with co-flow

The emission lines in the wavelength range of 650 nm to 660 nm with coflows are

the same, and they are listed in the table below.

6.5 Wi air | 1380 . =i 0.30 W= | 0.55mM: » Species/Elements
oxygen co- | oxygen co -
co-flow co-flow
flow flow

652.88 652.54 652.47 652.36 00

Na
654.41 654.07 653.89 653.85 00

Na
656.58 656.20 656.24 656.09 0 |
659.86 659.64 659.41 659.41 Ne

Table. 36: List of emission lines of the co-flowed hydrogen -air diffusion flame

in the range of 650 nm to 660 nm.

Although there are slight differences in the values, they canstill be considered the
same emission lines. Alspthey are determined to be the same as the lines in the
hydrogen diffusion flame without co -flow. Therefore, it can be known that these
emission lines are consistent under different combustion conditions . Especially the
wavelength at 656 nm, which is very close to the emission line ofO | . The presence
of this emission line in all the hydrogen diffusion flames means that the existence of
‘'O | is highly likely. Besides, the emission lines at 652 nm areconsidered the

contribut ion of 0 "Gand Na. The lines at 654 nm might be caused bjO 0 and Na, and
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the lines at 659 nm could be the emission lines of Ne.

6.7 List of emission lines of hydrogen diffusion
flame under different co -flow conditions in the
range of 590 nm to 700 nm

In order to summarise and compare the emission lines in the wavelength range of
590 nm to 700 nm of hydrogen-air diffusion flame under different co -flow conditions,
the following table ( Table. 37) lists all the emission lines and the elements or species

that may cause these lines.

Co-flow conditions
Species/
0.30 0.55 Elements
Noco- | ST x 3Lt g | wo
oxygen oxygen
/ 591.27 591.27 591.24 591.12 "O0/Ar/Si
595.04 / / / / "O0/Ti
595.60 595.49 595.79 595.45 595.60 "O0/Si
/ / 596.80 596.69 596.84 "O0/NelTi
597.25 597.28 / / / 00
597.77 / 597.69 597.73 597.84 ‘O0/TilSi
/ 598.67 598.67 598.63 598.59 "O0/Ne
599.04 / / / / "O0/Kr
600.53 600.42 600.83 600.35 600.31 "O0/Al
603.00 603.33 603.26 603.18 603.18 "O0/Ne
604.30 604.71 604.64 604.56 604.15 "O0/P/Ar
606.69 606.66 606.54 606.51 606.54 00

196



Chapter 6: Hydrogen-air diffusion flame with co -flow spectrum analysis

607.29 / / / / "0 G/Al/Ne

/ 608.82 / / / "00/XelP
609.61 609.64 609.49 609.46 609.34 "00/Ne
610.65 611.06 610.99 610.95 610.20 00
612.85 612.82 612.18 612.14 612.55 Zr/Ne

/ / 613.94 613.90 613.82 VNOY,

/ / 615.80 615.77 615.77 "00/0

/ 617.71 617.71 617.48 617.37 0 "QAr
620.43 620.40 620.25 620.13 620.13 0 @Al
622.19 622.30 / / / 0 O
624.84 624.76 624.54 624.54 624.76 00
626.45 626.48 / / / "0 0/Ti/Ne
630.81 630.78 630.59 630.48 630.18 00
632.01 631.93 631.71 631.56 631.56 "00/Xe
632.42 632.46 / / / 00

/ 637.80 637.42 / / 00T @ O

/ 644.40 644.11 / / "00/Cu
652.88 652.88 652.54 652.47 652.36 0 "WNa
654.34 654.41 654.07 653.89 653.85 "00/Na
656.58 656.58 656.20 656.24 656.09 0 |
659.90 659.86 659.64 659.41 659.41 Ne
666.25 666.25 665.84 665.80 665.65 "O0/Ar
667.48 667.55 / / 667.14 "O U /Ar

Table. 37: List of emission lines hydrogen diffusion flame under different co -

flow conditions in the range of 590 nm to 700 nm

6.8 Integrationof 5 F, F7, Fand 5 ) peaks

In this section, the integration 6O0,0 QU, andO | emission lines in the

experiments are listed below ifable.38 and Table.39.

197



Chapter 6: Hydrogen-air diffusion flame with co -flow spectrum analysis

8 w  ir co -flow W ir co -flow 8 W <k co-flow 8 wW =k co-flow
Wavelength Value of Wavelength Value of Wavelength Value of Wavelength Value of
(nm) integrati -on (nm) integration (nm) integration (nm) integration
591.27 27.9379 591.27 38.1536 591.24 49.7679 591.12 66.2487

595.49 31.3021 595.79 31.8876 595.45 27.623 595.6 101.0113

/ / 596.8 45.3571 596.69 40.2728 596.84 118.0389
597.28 21.9961 / / / / / /

/ / 597.69 30.3054 597.73 37.1036 597.66 97.9290
598.67 21.8492 598.67 30.0960 598.63 50.1833 / /
600.42 29.5043 600.83 54.5821 600.35 44.5390 600.31 88.9384
603.33 23.5596 603.26 34.2932 603.18 35.8125 603.18 58.0718
604.71 31.9201 604.64 36.1269 604.59 36.5845 604.15 62.8790
606.66 22.0579 606.54 30.8065 606.51 36.4775 606.54 57.1851
608.82 22.7576 / / / / / /
609.64 30.4497 609.49 36.9921 609.46 47.3273 609.34 54.1714
611.06 30.8959 610.99 53.6356 610.95 54.4723 610.20 62.0509

/ / 615.80 39.7688 615.77 40.8615 615.77 53.0866
624.76 16.3185 624.54 34.9747 624.54 37.6925 624.76 87.2786
626.48 16.3597 / / / / / /
631.93 13.8440 631.71 26.6770 631.56 30.0762 631.56 41.8133
632.46 13.3752 / / / / / /
637.80 19.7610 637.42 19.3927 / / / /
644.40 9.9644 644.11 16.2351 / / / /
654.41 25.4604 654.07 39.7051 653.89 39.4440 653.85 63.6677
666.25 13.3867 665.87 40.4248 665.80 41.4796 665.65 48.8035
667.55 11.3922 / / / / 667.14 51.9692

-flow

Table. 38: Integration of experimental g |=emission lines in hydrogen -air diffusion flame under different co

conditions.
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8 W wir co -flow W sir co -flow
Value of Value of
Wavelength (nm) integration Wavelength (nm) integration
/ / 613.94 91.8732
617.71 31.8586 617.71 50.4527
620.40 52.8865 620.25 92.9317
622.30 27.9592 / /
652.88 26.1855 652.54 39.2489
8 W «F co-flow 8 W iis«fF co-flow
Value of Value of
Wavelength (nm) integration Wavelength (nm) integration
613.90 32.6188 613.82 117.4483
617.48 43.2172 617.37 84.2187
620.13 83.3252 620.13 88.7247
/ / / /
652.47 32.6406 652.36 104.986

Table. 39: Integration of experimental | 5 emission lines in the hydrogen  -air

diffusion flame under different co -flow conditions

In Table. 38, the integration of the red channel value correspond to each emission
lines that is attributed to O0. By summing the integrals of all emission lines, the
intensity of the emission lines attributed to "O0 in the spectral range of 590 nm to
700 nm can be obtained. The sum for the hydrogenair diffusion flame with @& dfd Q¢
air co-flow is 434.09, for the flame with p @ifad "Qair co-flow is 639.41, for the flame
with T& Tfa "Qe  co-flow is 649.72, and for the flame withT® uf¥a "Q6 co-flow is
1113.14. Due to the relatively lower intensities of some emission lines, they were not
included in the table To exclude the influence of these emission lines, the sum of
selected emission lines for each of the four co-flow cases was also calculated
(emission lines not selected in the diffusion flame without co -flow were excluded as
well)., resulting in 268.70 for the flame with @& dfad "Qair co-flow, 420.11 for the flame

with p affd "Qair co-flow, 431.53 for the flame withr& & "Q6& co-flow, and 725.87
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for the flame with T® uifad "QB co-flow. The integration of the O 0 emission lines in
the non-co-flowed hydrogen-air diffusion flame was calculated as 331.64 in the
previous chapter. If only calculate the total sum of integrals for the emission lines that

exist simultaneously in the presence of co-flow, it is 195.71.

The samecalculation method was also being used to calculate the integral forb O
emission lines. Without excluding the co-existing emission lines, the sum for the
hydrogen-air diffusion flame with @® dfd "Qair co-flow is 138.89, for the flame with
p afa "Qair co-flow is 274.51, for the flame withn®& & Q6 co-flow is 191.80, and
for the flame with ™® uad Q&) co-flow is 395.38. When only considering the
simultaneously present emission lines in all four co-flow conditions, the sum for the
hydrogen-air diffusion flame with @& dfa "Qair co-flow is 79.07, for the flame with
p aifa Qair co-flow is 132.18, for the flame with®& & "Q® co-flow is 115.97, and
for the flame with & ufa "Q6 co-flow is 193.71The integration of the 0 "Gemission
lines in the non-co-flowed hydrogen-air diffusion flame was calculated as 72.32 and
the total sum of integrals for the emission lines that exist simultaneously in the

presence of co-flow, it is 46.92.

|= gl )
Co-flow Emission line : Emission li

condition (nm) Integration mls(?]lr?]r; ine Integration
Non co -flow 630.81 15.7617 656.58 44.6635
8 W . air 630.78 37.8033 656.58 53.91D
[ 630.59 80.6062 656.20 91.2643

630.48 68.3088 656.24 69.9860
8 W ek 630.18 138.6994 656.09 126.7201

Table. 40: Integration of experimental ~ fand 5 » emission lines in the

hydrogen -air diffusion flame under different co -flow conditions.
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Table. 40 is the Integration of experimental 0 and O | emission lines in the

hydrogen-air diffusion flame under different co -flow conditions.

Besides, the FWHM of theO | emission line in the five co-flow conditions are
0.93 nm for the non-co-flow flame, 0.99 nm for the flame with @& dfa "Qair co-flow,
1.03 nm for theflame with p a#d "Qair co-flow, 0.94 nm for the flame with & G Q¢

0 co-flow, and 1.00 nm for the flame withT® u¥& Q8 co-flow.

From the Chemkin models it could be known that the "Oradical concentration are
higher as the co-flow speed increases, thus it can be concluded that the linewidth of
‘O | emission line is positively correlated with the "Oradical concentration. Besides,
in the case of flame with oxygen caflow, the flame temperature is higher compared
to the air co-flow conditions, and the linewidth and intensity of the 'O | emission

line are also the highest.

6.9 Conclusion

In this chapter, the air or oxygen co-flows were applied to the hydrogen-air
diffusion flame, and the methodology was identical to the hydrogen diffusion flame
spectrum experiment. The gas flow rate in the experiment is also mentioned in detail,
including the flow rate of fuel gas and the co-flow and the conversion of oxygen and

air.

In addition, from the Chemkin model of hydrogen diffusion flames, it is
understood that there are H, O and OH radicals present in the reaction zone of the

flame. However, the simulated flame temperature and the mole fraction of radicals

201



Chapter 6: Hydrogen-air diffusion flame with co -flow spectrum analysis

cannot directly represent the intensity of their excitation within the flame. Therefore,

the model can only serve as a reference.

In general, the spectra of hydrogen-air diffusion flames with co-flows are similar
to the hydrogen flame spectrum without co -flow. The sodium double lines at 588.59
nm and 590.00 nm are present in all co-flow conditions. By comparing with data in
HITRAN and NIST databasenithe red-light band, most of the emission peaks are
caused by thefinal product O 0 , intermediate product U "Gand other pollutant s from
the equipment and atmosphere. However, there are some emission lines that only

become apparent or appear under certain co -flow conditions.

In the wavelength range of 590 nm to 620 nm, there are 8 emission lines that
appear in all the flames. They areat around 595.5 nm,600.4 nm, 6032 nm, 604.5 nm
606.5 nm, 609.5 nm 610.8 nm and 612.5 nm. These emission lines areontributed
mainly by 'O0. There are also some lines that only appear in certain coflow
conditions. Such as the line at 591.2nm, 598.6 nm, and 617.5 nnexists in both the air
and oxygen coflow flames but not in the no co-flow flame. On the other hand, there
are some emission lines that only appear in the hydrogen diffusion flame and not in
flames with co-flows. They are 595.6 nm, 89.0 nm and 607.3 nm. Besides,the
emission line at608.8 nm only exists in the hydrogen flame with @® &fa "Qair co-flow.
Also, the lines at approximately 596.8 nm, 613.9 nm and 615.7 nmonly appear in the

spectra of hydrogen flames with oxygen co-flow and p afd "Qair co-flow.

In the wavelength of 620 nm to 650 nm, there ae 4 emission lines present in all
the hydrogen flame spectra. They are at about 620.3 nm, 624.6 nm, 630.5 nmand
631.6nm. In addition, there are 3 emission lines that only appear in the hydrogen
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diffusion flame and flames with air co-flow. Their wavelengths are 622.2 nm, 626.4 nm
and 632.4 nm. Furthermore, two emission lines exist in the air coflow flames only,

which are at around 637.5 nm and 644.6 nm.

In the 660 nm to 700 nm band, the number and intensity of emission lines are
lower than those of the other bands discussed earlier. The line at approximately
666.2 nm appears in all the five testing flames, and the lineat 667.5 nm only exiss in

the flame without co -flow and the flame with @& Gfa "Qair co-flow.

The most interesting wavelength range isbetween 650 nm and 660 nm, which is
the range that might have© | . All The flames have the same emission lines in this
range. They are at about652.6 nm, 654.0 nm,656.4 nm and 659.7 nm. The 652.6 nm
emission line might be due to U "Gand Na The one at 654.0 nm mightbe because of
"O0 and Na and the line at 659.7 nmwould be due to Ne. It is worth noting that the
line at 656.4 nm matches the emission line of O | . This emission line is present in
all the hydrogen-air diffusion flames. Therefore, it is highly possible that 'O |

contributed to the reddish flame colou r of hydrogen diffusion flame.

To sum up, the emission linesof the hydrogen-air diffusion flames with co-flow
are slightly different from those without co -flow. The emission lines newly appear or
become obvious in the flame with air co-flow are mainly contributed by "O0. Upon
comparison of the integration sum of all the flames, it could be seen that in the flame
with T ufa "Qe co-flow, the intensity of the "O0 emission is the highest, followed
by the flame with & TG "Q8& co-flow, p afad "Qair co-flow, & T "Qair co-flow,
and finally, the non-co-flowed hydrogen-air diffusion flame with the lowest intensity.

The addition of air co-flow leads to a better hydrogen and air mixing, which leads
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to a higher local flame temperature. Moreover, an increase in the flow rate of the air
co-flow also increases the possibility of collisions of the atoms. Hence, it is more ikely
for these atoms to be excited due to the effect of collision at a higher flow rate.
Therefore, in the case of p a@ifa "Qair co-flow, the emission line intensities of 0 "QU,
andO | are higher than the & T#& Q6 co-flow flame. Further more, the newly
appeared emission lines in the flames with oxygen ceflow are mainly due to the O "O
The temperature of oxygen co-flowed flame would be higher than the flame with air
co-flow. Hence the intensities of U "“Gemission lines might become more apparent in
the spectra due to the higher local flame temperature, and more elements in the
equipment materials or the atmosphere will be excited, resulting in the appearance

of emission lines.
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Chapter 7. Conclusion and
recommendations  for future
work

7.1 Conclusion

In this thesis, the research on visualization of the hydrogen-air diffusion flame
colour was realized by the schlieren imaging technique, high-speed imaging
technique, and direct imaging technique. The spectra of hydrogen diffusion flames
under different conditions were analysed usingthe spectrograph. The key findings of

the research are listed below.

7.1.1  Hydrogen flame ignition process visuali  sation

1 The schlieren images of the hydrogen bubble ignition process show that the
hydrogen bubble blasted at the first spark, and the hydrogen was mixed with

the surrounding air.
1 The mixture of hydrogen and air was ignited at the second spark, and the

visible flame only existed for about 56 ms in the soapy bubble case and 11 ms in

the distilled water case.
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1 The heated gas continued to propagate after the visible flame disappeared
and it propagated in all directions firstly and then along the horizontal plane.

1 The flame colour of the soapy hydrogen bubble and the dstilled water
hydrogen bubble differed. The colour of the soapy bubble flame was more
yellowish, and the colour of the distilled water flame was more reddish.

1 Sodium might be the main contributor to the yellow flame of the soapy
hydrogen bubble. However, the reddish colour of the hydrogen flame should

not be contributed by sodium.

7.1.2 Hydrogen -air diffusion  flames direct imaging

visualization

1 When the hydrogen rate is fixed, the hydrogen-air diffusion flame length is
propo rtional to the co-flow rate.

1 The hydrogen flame with oxygen coflows is brighter than the flames under
other co-flow conditions , and it might be due to the higher flame temperature.

1 The @® ofd "Qair co-flowed hydrogen flames have similar colour as the flame
without co -flow, while the hydrogen flames with the oxygen coflows and the
p aa "Qair co-flow are more reddish in colour.

1 The application of the narrowband O | filter proves that the hydrogen
diffusion flame has emission linesin the range of 652.78 nm to 656.78 nm.

Hence the existence of ‘O | is highly possible.
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7.1.3 Hydrogen -air diffusion flame spectrum

1 The hydrogen-air diffusion flame has 13 relatively strong emission lines in the
wavelength of 590 nm to 620 nm. "O U contributes to most of the lines.

T "O0 and 0 "have the most contribution to the 7 emissionlines in the range of
620 nm and 650 nm.

1 Besides the species involved in the combustion mechanism, elements in the
equipment and atmosphere also have the possibility to participate in the flame
due to high temperature. The elements from the equipment which might
contribute to the spectrum are Ti, Si, Kr, Al Ne,P and Zr. The elements from
the atmosphere which might have been excited and emited light are Ar and
Na.

1 In the wavelength range of 660 nm to 700 nm, only two emission lines exist.
They are both considered to be contributed by "O0 and Ar.

1 In the wavelength range of 650 nm to 660 nm, there are 4 emission lines They
are at 652.88 rmm, 654.34 nm, 656.58 nm and 659.90 nmThe line at 652.88 nm
might be due to 0 "Gand Na,and the line at 654.34 nm mightbe due to "O0 and
Na, and the line at 659.90 might be caused by Ne.

1 The emission line at 656.58 nm is highly possible to be contriluted by 'O | .

7.1.4 Hydrogen -air diffusion flame with co -flows

spectrum

1 The spectra of hydrogen diffusion flame with co-flows are similar to the

spectrum of the flame without co -flow.
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1 Some emission lines only exist or become obvious in the co-flowed flames.
They are contributed mainly by "O0, 0 "Qand elements from the surroundings
(Xe, Cu, V, Ne, Ti, Ar etc.).

1 The involvement of co-flows could make the mixture of hydrogen and oxidant
more sufficient, and higher flow rate would increase the possibility of
molecular collision. Therefore, more products and intermediate products will
be produced, which might lead to the additional 'O0 and U "Gemission lines.
Furthermore, the flame temperature of the oxygen co-flowed flame would be
higher, which might cause more elements from the atmosphere and
equipment to participate in the combustion reaction ; hence more emission

lines would be generated.

7.2 Recommendation s for future work

In addition to the research done in this study, recommended future works are

summarised below.

7.2.1 Ignition process of hydrogen contained flames

1 The ignition process of hydrogen diffusion flames could be further studied.
Different initia | energy provided by the electric spark could be applied to the
fydrogen gas.

1 \Various ignition and different hydrogen bubble suspension methods could be
tried . For example, the hydrogen bubble could be suspended using ultrasound

levitation, silicon carbide wires or other types of bubble stand. The ignition
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T

71.2.2

l

7.2.3

T

T

methods could involve electric sparks, matches, lighters etc.

The bubble could be filled with a mixture of hydrogen and different oxidizers
or inert gases. Their ignition process could be compared with the pure
hydrogen bubble flames.

Apart from bubbles, the hydrogen-containing gas could be confined in
different kinds of containers. Their flow and flame behaviour could be studied

and compared.

Flame colour of hydrogen contained flames

To further analyse the hydrogen flame colour in the red colour band, the
absolute intensities of all the emission lines could be determined. Especially
the intensity of ‘O | emission line at 656.28 nm.

Hydrogen-air premixed and hydrogen-oxygen premixed flame with various
equivalence ratios could be tested, and their spectra could be analysed.

The spectra of hydrogen diffusion flame with other co -flows could be studied,
such as0 ,0 0,0 O, 0 U etc. The difference in the spectra could be
compared.

The diffusion flame of hydrogen-oxygen or other gases could be experimented

with, and their spectra could be analysed.

Applications of 5 ) in diagnostics

Research on the correlation between the 'O | and the hydrogen flame under
different co -flow or equivalence ratio conditions could be done in the future.

The temperature of the flames could be measured and associated with the
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intensity of ‘O | emission lines.
1 The relationship between O | emission intensity and the hydrogen
contained flame combustion efficiency could be studied and applied as a new

diagnostic method.
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