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Abstract
We review recent progress in gaseous detonation experiment, modeling, and simulation. We focus on the propagating detonation wave as a fundamental combustion
process. The picture that is emerging is that although all propagating detonations
are unstable, there is a wide range of behavior with one extreme being nearly laminar
but unsteady periodic flow and the other chaotic instability with highly turbulent
flow. We discuss the implications of this for detonation propagation and dynamic
behavior such as diffraction, initiation, and quenching or failure.
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Introduction

Fill a long tube with a fuel–oxygen mixture, ignite it with a spark at one end,
and you are likely to observe a supersonic combustion wave or detonation
moving with a remarkably constant speed that is between five and ten times
the velocity of sound in the original mixture. The combustion products are
set into motion behind the front, and an expansion wave brings the gas back
to rest, creating the traveling pressure wave shown in Fig. 1a. Following the
discovery of this phenomenon by Berthelot and Vielle [1] and Mallard and Le
Chatelier [2] in 1881, this has been a source of fascination and investigation
by scientists and engineers. The possibility of using the force on the tube for
propulsion [3,4] has motivated many recent studies of detonation. Another
motivation is industrial safety since the forces created by the detonation can
cause mechanical failure of pressure vessels and pipelines [5,6], particularly
when a detonation is formed following the acceleration of a flame within a
duct or pipe [7].
One of the earliest successes in combustion science was the Chapman and
Jouguet (CJ) model to predict the detonation speed based solely on conservation laws and thermodynamic properties [8]. Once the detonation velocity
is known, the mean flow of the following gas can be completely determined
without any consideration of the front. The computed flow is in remarkable
agreement with measurements of velocity, pressure, OH concentration, and
temperature [9,10] if the effects of friction and heat transfer are included [11].
The success of the CJ model for ideal detonations is associated with the existence of a sonic surface behind the front [12,13] that isolates the front from
disturbances from the rear. The wave speed is determined by the extent of
reaction before the sonic surface is reached, and for ideal waves, the reaction
is essentially complete at this point so that the wave speed is independent of
chemical reaction kinetics. This hydrodynamic approach is adequate for most
engineering purposes, but the chemical reaction kinetics must be considered
to understand dynamic events like initiation, quenching, and diffraction.
Chemical reaction takes place at the head of the detonation wave where a
shock wave is followed by a thin reaction zone (less than 1 mm for fuel–
oxygen mixtures at high pressure) which appears as a thin bright line on a
high-speed chemiluminescence image or a nearly planar density jump in a
schlieren or shadow image, Fig. 1b. Although the front (vertical dark line)
appears remarkably flat in this image, the flow is clearly nonuniform behind
the front with a series of periodic striations extending horizontally to the rear
of the main flow. Discovered in the late 1950s [14,15] and extensively studied
in the 1960s [16–21] (see the full history in Chap. 6 of Lee [22]), these are shock
waves moving transversely (perpendicular) to the main front and are evidence
of the ubiquitous instability of detonation fronts. Although these waves appear
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to be weak disturbances on a primarily one-dimensional flow, they can have
a profound effect on the detonation wave behavior, intriguing and perplexing
researchers for the last 50 years.
If we neglect the effect of the transverse waves, we can apply the ideal reaction
zone theory of Zeldovich [23], Doering [24], and von Neumann [25] (ZND)
to compute the flow within the reaction zone. The ZND model supposes a
steadily-moving shock wave (the jump in pressure and temperature at x =
0 in Fig. 1c) followed by reaction in a constant-area, inviscid, compressible
flow. The temperature rises and pressure drops in Fig. 1c as the reactants are
converted to intermediates and finally to products in Fig. 1d.
In this ideal model, the coupling from the chemistry to the fluid mechanics
occurs primarily through the thermicity σ̇ (see Chaps. 4 and 5 of [26]), which
can be visualized as a pulse of energy deposited into the flow some distance
behind the shock front as shown in Fig. 1c. The coupling from the fluid mechanics to the chemistry occurs through the dependence of reaction rates on
the species concentrations, pressure, and temperature. The pulse width (∆e
= 0.1 mm in Fig. 1c) and the distance to the peak energy release (∆i = 0.2
mm in Fig. 1c) are determined by the chemical reaction mechanism, rates of
reaction, and the thermodynamic state behind the shock front.
Most importantly, the ideal steady structure is unstable [27] with respect to
small disturbances in lead shock shape and speed. The linear instability is
a consequence of the amplification of acoustic waves that are trapped in the
acoustic resonator composed of the region between the lead shock and the
end of the energy release zone (0 < x < 0.3 mm in Fig. 1c), the sensitivity of the chemical reaction rates to the thermodynamic state (temperature
and pressure) behind the shock front, and the hydrodynamic instability of
propagating reaction fronts. The growth rates of the linear instability are sufficiently large that laboratory observations of propagating detonations are almost exclusively of “multi-front” waves [28] with large-amplitude (nonlinear),
three-dimensional wavefront perturbations and associated transverse waves.
The nonlinear perturbations result in a reaction zone that is spatially nonuniform and unsteady but presumed to be statistically stationary with an average
propagation speed that is close to the CJ value.
For the remainder of this review, we will focus on the characterization of
the detonation front and the implications for detonation behavior. Knowledge
of the mechanisms of ignition and combustion within the front are central to
improving our understanding of detonation waves. We describe advances made
through experiments and numerical simulations that resolve the nonsteady and
turbulent structure of the reaction zone. For a fuller account of this and all
other aspects of gaseous detonations, see the comprehensive monograph by
Lee [22].
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Fig. 1. Detonation front propagating from left to right in C2 H2 +3O2 +14Ar. a)
Profile produced by fluid motion [29,30] behind an ideal detonation started at the
closed end of a tube. b) Schlieren image of reaction front [31]. c) Ideal reaction
zone (ZND) profile of pressure, temperature, and thermicity. d) Ideal reaction zone
(ZND) profile of species mass fractions.
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Visualizing Detonation Fronts

The ideal reaction zone in Figs. 1c and d occurs in a spatial region less than
the width of the dark vertical line in Fig. 1b that represents the density gradient due to the shock and reaction zone combined. In order to visualize the
processes within the reaction zone, either very high magnification is needed in
the optical system or the mixture parameters must be chosen to increase the
reaction zone width. Lowering the pressure or adding an inert gas like nitrogen will decrease the postshock temperature and increase the characteristic
reaction zone thickness.
Austin [32] investigated the reaction zone of a range of mixtures at initial
pressures between 7 and 30 kPa. Additionally, instead of the rectangular 150
× 150 mm section used to record Fig. 1b, she used an 18 × 150 mm channel to
create an approximately two-dimensional flow to obtain the schlieren images
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shown in Fig. 2. The light source [31] for the images is a Q-switched ruby laser
with a pulse width of 50 ns in order to minimize the motion blur. With this
approach, the leading shock front, transverse waves, and fine-scale turbulence
within the reaction zone can now all be clearly observed. The detonation
channel is about three meters long and a special initiation system [33] was used
to start the detonations with a planar front and ensure a rapid establishment
of a steadily propagating wave.
The schlieren images in Fig. 2 now clearly show the curvature of the leading
shock front and the discontinuity in curvature at the intersections or triple
points between the transverse waves and main shock front. There are striking
qualitative differences [34–36] between the argon-diluted mixtures (a and b)
and the nitrogen-diluted mixtures (c and d). Mixtures a and b have smooth
fronts away from the triple points, very little evidence of turbulence in the reaction zone, and periodically-spaced transverse shock waves. Mixtures c and d
have a rough appearance to the fronts, prominent turbulence structure within
the reaction zone, and an irregular spacing of the transverse waves.
Alongside each schlieren image a photograph is shown of a soot foil , an aluminum sheet that was covered with soot and then placed on the side of the
detonation channel just downstream of the observation window. This technique was first used to discover detonation instability [15] and Oppenheim [21]
demonstrated the coincidence of the soot tracks with motion of triple points
along the front by combining the soot track and laser schlieren method. The
patterns observed on the soot foils are periodic cells with a single transverse
spatial wavelength of λ = 70 mm in Fig. 2a, a less periodic but still regular
pattern with a wavelength of 35–45 mm in Fig. 2b, and very irregular patterns
in Figs. 2c and d with a range of spatial wavelengths between 5–32 mm for
Figs. 2c and 2–52 mm for Figs. 2d.

2.1 Detonation Length Scales

The characteristic spatial wavelength observed in the soot foil patterns is conventionally termed the detonation cell size, usually measured as the distance
λ between parallel soot tracks as shown on Fig. 2a. This is found to be empirically correlated to other length scales [37,38] that can be defined for detonation
diffraction [39], initiation [40], and transition from deflagration-to-detonation
[41]. Cell sizes are known for a wide range of mixtures [42], and explosion hazard evaluations and technology development programs motivate new studies
[43–45]. The cell size and other length scales are strongly correlated with the
ideal reaction zone length [46], and estimation of cell size based on detailed
reaction mechanisms is an important tool for safety evaluations [47–51].
5
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d)
Fig. 2. Schlieren images and corresponding soot foil records at the same scale (150
mm high) and initial pressure of 20 kPa [32]. The detonations moving from left
to right in this and subsequent figures. a.) 2H2 +O2 +17Ar. b) 2H2 +O2 +12Ar. c)
H2 +N2 O+1.33N2 . d) C3 H8 +5O2 +9N2 .

Unfortunately, it is clear from Fig. 2 that the cell size is not a single welldefined quantity for irregular mixtures and if there are multiple peaks [52] in
σ̇, there are at least two distinct cell sizes. Image processing and statistical
analysis have been proposed [53,54] in order to make cell size a more quantitative concept but these have not found widespread use. The value of cell
size measurements is ultimately limited due to the lack of precision (a range
of 50%–100% is not uncommon) and the vague relationship between the soot
tracks and physical processes in the detonation front. However, soot foils are
so simple to use that they are employed as a diagnostic in both simulations
6

(almost all two-dimensional simulations report “soot” tracks based on peak
pressure, temperature, or reaction rate) and many experiments [55–64].

2.2 Imaging Chemistry
Soot foils, pressure traces, schlieren, streak, and open shutter imaging techniques have been used very effectively by past researchers to build our present
knowledge of detonations. However, these measurements are primarily mechanical and made at the boundaries of the flow or integrated through the
flow field. In order to move to the next level of understanding for detonations,
we need information about the spatial and temporal variation of the chemical
species, thermodynamic state, and fluid motion within the reaction zone. To
do this, Pintgen developed [65,66] a planar laser-induced fluorescence (PLIF)
method to obtain snapshots of the OH species concentration [OH] within the
detonation reaction zone.
The idea is quite simple in concept: a pulsed laser (duration < 20 ns) is used
to generate a thin (0.3 mm) sheet of UV light about 80 mm high with a
wavelength in the vicinity of 284 nm. The light sheet is timed to pass perpendicularly through the detonation from the upstream region, and the stimulated emission from transitions near 315 nm is captured at approximately
90◦ on an intensified camera. In practice, the method requires substantial care
in execution [66] and special considerations for detonation applications since
the signal-to-noise ratio is modest, there is substantial background noise from
chemiluminescence in the hot flow, and precise timing is needed for the illumination, detonation, and camera shuttering. In order to effectively interpret
the PLIF images, we have found that it is necessary to simultaneously take
a schlieren image in order to determine the location of the shock front and
transverse waves relative to the OH PLIF region. The boxed region in the
center of Fig. 3a was imaged by the PLIF method. An image of the induced
OH emission is shown in Fig. 3b and a false-color image overlaid onto the
schlieren image in Fig. 3c.
Examining Fig. 3b, as we follow the mean streamlines on a horizontal path
from right to left at a fixed vertical location, the OH PLIF signal rises sharply
to a maximum value and then decays slowly. The key features we observe in
Fig. 3c are shown schematically in Fig. 4a. The OH PLIF signal appears to
form a distinct front which is close to faster portions of the lead shock and
lies further behind the slower portion of the lead shock. The interpretation of
these images can be made by locally applying the ideal detonation model to a
portion of the wavefront. Applying the ZND model to an unsteady wave may
seem a rather crude approximation, but as discussed in Pintgen et al. [35] and
described below, weakly unstable waves have quasi-steady reaction zones.
7

a)

b)

c)

Fig. 3. Visualization of detonation front in the narrow channel using combined
schlieren and PLIF technique for 2H2 +O2 +12Ar at 20 kPa [32]. a) Laser schlieren
image. b) PLIF image. c) overlay of PLIF and laser schlieren.

The ZND model structure of the reaction zone was used to predict [OH] in
Fig. 4b and detailed models of the optical system, molecular collisions, light
absorption and emission processes [66] have been used to predict the PLIF
intensity. The sudden rise in [OH] that leads to the front-like appearance in
Fig. 3b is correctly predicted, and by including the absorption of the laser
sheet, the rapid decrease in the tail is also reproduced. The oscillation of the
shock front (exchange of the “fast” and “slow” portions of the wave front in
Fig. 4a) causes a variation in the equivalent steady wave thickness as shown
in Fig. 4c. This variation is due to the Arrhenius dependence of the reaction
rates on temperature and the shock jump conditions that determine postshock
conditions from shock speed. In weakly unstable mixtures, the typical range of
shock speed oscillation (0.85 < U/UCJ < 1.25) results in an order of magnitude
change in reaction zone thickness, and more significantly, the change occurs
sufficiently slower [35] that the reaction always goes to completion within 2–3
steady-state reaction zone lengths. The characteristic “keystone” shape of the
OH front can be explained [32,35] by considering the quasi-steady reaction
process in the triple-point region.
Although the spatial distribution of the computed PLIF intensity matches the
experimental observations [66], the peak OH concentration cannot be quantitatively determined since the LIF is in the linear regime and the quenching
rate must be extrapolated from low pressure data and models of the molecular
collision processes. It is also important to keep in mind when interpreting the
images that the light sheet has a finite thickness (0.3 mm) and the camera
resolution is limited by the modest number of pixel elements in the chargecoupled device and use of the intensifier. This limits the smallest scales that
we are able to observe.
8

transverse wave

t1

t2
triple point

fast

layer

fast

slow

slow

cell width λ

shear

t tra

soo

ck

OH front

a)
0.40

3000
T

[OH]

2500

10.0

0.35

0.25
0.20

1500
PLIF Intensity

∆ (mm)

0.30
2000

1.0

0.15

1000

0.10
500

0.05

0
10

9

8

7

6

5
4
3
x (mm)

2

1

0

0.00
-1

b)

0.1
0.8

0.9

1.0
1.1
U/UCJ

1.2

1.3

c)

Fig. 4. a) Interpretation of weakly unstable detonation wave front PLIF and
schlieren images. Computed reaction zone properties correspond to conditions of
Fig. 3. b) ZND structure showing simulated PLIF intensity corrected for absorption. c) Reaction zone thickness variation with shock speed.

2.3 Highly-unstable detonations

The features observed in Fig. 3 and the interpretation given in Fig. 4 were
known from previous observations based on schlieren images and soot foils
[16,67–70]. However, much less is known about the details of highly-unstable
detonations. The PLIF technique was applied by Austin [32] to the structure
of highly-unstable reaction zones associated with irregular cellular structure.
By varying the mixture composition, she was able to deliberately adjust the
extent of irregularity in the cellular structure. The main guides to selecting
mixtures were the experimental observations [71–73] on various mixtures and
the conclusions of linear stability theory [74,75] regarding the role of effective
activation energy in detonation instability.
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The effective activation energy can be defined in terms of the variation of the
induction length ∆i with postshock temperature; this is closely related to the
logarithmic slope of the relationship shown in Fig. 4c. The higher the reduced
effective activation energy E/RTvN , (TvN is the postshock temperature), the
more unstable the mixture. However, reduced activation energy alone is not
adequate to explain the stability properties of detonations. Strehlow [71] found
that experimental soot foil patterns were correlated not only with induction
length and activation energy but also with the shape and other characteristics
of the ZND structure. Howe et al. [76] found that shortening the energy release
zone relative to the induction zone caused a greater tendency to instability
in numerical simulations of detonation in one-dimension. Shepherd et al. [53]
examined the role of endothermic processes and showed that some observations
on instability [77] could be correlated with the limiting overdrive for creating
a net thermally neutral reaction zone.
Short [78] and Short and Sharpe [79] demonstrated that a bifurcation boundary between stable and unstable detonations in one-dimension occurs when
the ratio of induction to energy release length is on the order of the activation energy for a three-step model of branching-chain chemical reaction. Ng
et al. [80,81] used numerical simulation of one-dimensional detonation propagation to show the broad applicability of this notion to a variety of mixtures
using realistic reaction mechanisms. They found that the stability boundary
was correlated with a figure of merit χ obtained by multiplying the reduced
activation energy by the ratio of the induction length to the energy release
pulse width (width of σ̇ in Fig. 1), ∆i /∆e . For the weakly unstable mixture
shown in Fig. 3, ∆i /∆e is approximately one, but values as high as ten are
observed in the mixtures we have studied. For the highly-unstable CH4 +2O2
mixture examined by Radulescu et al. [82,83], ∆i /∆e ∼ 20, and for stoichiometric methane–air mixture, ∆i /∆e ∼ 60 [80].
A selection of PLIF images from mixtures with varying degrees of instability is
shown in Fig. 5. Figures 5a–c represents moderately unstable mixtures. Largescale structures characteristic of Kelvin–Helmholtz instability are visible when
the shear layer occurs between reacted and unreacted gas [34]. Pockets of
low fluorescence are found within the high intensity region behind the main
reaction front and in some cases, further downstream. The reaction front is
distorted over a wide range of scales and quantitative geometric analysis [84]
indicates that it has the character of a scale-dependent fractal. Velocity and
density fluctuations appear to occur on a scale much smaller than that of the
dominant cell size.
Figures 5d–f represents highly-unstable mixtures. The reaction front is very
irregular and a large range of fluctuation length scales are visible. Substantial
regions of low OH concentration appear near the end of the cell cycle, suggesting that the reaction rates are very low due to the effects of unsteadiness
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and the low value of the leading shock velocity at these times. Bright spots,
regions of high OH concentration, are observed close to the regions where
transverse waves interact. High-speed camera records [36] indicate explosive
events taking place at these locations. The front appears rough and wrinkled
and the keystone features are less pronounced compared to weakly unstable
waves [32]. Austin et al. [36,85] propose that these effects are a manifestation
of the extreme sensitivity of these reaction zones to unsteadiness. They show
that the fluctuations in lead shock strength for highly-unstable detonations
not only result in a much larger range of scales but also much larger critical
decay times [86] so that the reaction zone essentially decouples from the shock
front as the main shock velocity drops slightly below the CJ value.

a)

b)

c)

d)

e)

f)

Fig. 5. PLIF images of detonation fronts with a range of unstable behavior
[32,66]. a) 2H2 +O2 +3N2 , E/RTvN = 6, ∆i /∆e = 3.4. b) 2.44H2 +O2 +8.1N2 ,
E/RTvN = 7, ∆i /∆e = 4.6. c) 2H2 +N2 O+3N2, E/RTvN = 8–9, ∆i /∆e = 7.3. d)
C2 H4 +3O2 +10.5O2 , E/RTvN = 11–12, ∆i /∆e = 2.7. e) and f) C3 H8 +5O2 +9N2 ,
E/RTvN = 11–13, ∆i /∆e = 9.7.

2.4 Macroscopic Behavior and Mixture Type
The regular cellular patterns (Figs. 2a and b) are associated with “weakly
unstable” fronts [35] with only a single transverse wavelength and smooth
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wavefronts. The irregular cellular patterns (Figs. 2c and d) are associated
with “strongly unstable” fronts [36] with a large spectrum of transverse wavelengths and fine-scale wrinkling on the shock and OH fronts. The macroscopic
behavior, such as initiation, diffraction, and quenching events, that occurs
over distances that are > 103 ∆i is observed to be quantitatively different for
these two types of mixtures. These differences suggest that the microscopic
behavior within the front creates a fundamentally different feedback mechanism between fluid dynamics and overall energy release for the two extremes
of weakly and strongly unstable waves.
The first evidence for the macroscopic difference in mixture types was put
forward by Subbotin [70], who examined the two mixture types and concluded
that in weakly unstable waves the reaction took place behind the transverse
waves and no unburned pockets were formed. For strongly unstable waves,
the transverse waves were unreactive and irregular pockets of unburned gas
were observed downstream of the front. However, if the mean detonation speed
was sufficiently low, for example, a “marginal” wave in a thin channel, then
pockets of unburned gas and unreactive transverse waves were possible in
all mixtures. Edwards observed similar pockets experimentally and numerical
simulations [87] showed that these pockets were associated with “peninsulas
of cooler material”. Oran et al. [87] recognized that the delayed burning of
these pockets could play an important role in detonation propagation and the
near-limit behavior of detonations.
Gamezo et al. [88] conclude on the basis of numerical simulations that the
mechanism by which the pockets are consumed also varied with the activation
energy of the mixture. They propose that in low-activation energy mixtures,
the reaction was by auto-ignition after shock compression, while in high activation energy mixtures, the pockets were consumed by heat and mass exchange with neighboring hot gases. Radulescu et al. [83,82,13] have examined
low pressure methane–oxygen mixtures in narrow channels from both a computational and experimental point of view. They find evidence of extensive
unburned pockets and argue that diffusive burning must occur relatively close
to the reaction front (within 4∆i for near CJ waves and 6∆i in the case of
marginal waves propagating at 80% of the CJ speed) in order for the waves
to be self-sustaining. In the case of simulations, this occurs through numerical diffusion. In experiments, the mixing produced by Kelvin–Helmholtz and
Richtmyer–Meshkov instabilities plays an important role in enabling diffusive
mixing and combustion [89,90] to occur relatively rapidly downstream of the
main reaction region.
The influence of mixture type on detonation diffraction was examined by Moen
et al. [53,91] and Desbordes [92]. The critical tube diameter for weakly unstable mixtures was as large as 40 cell sizes λ while for strongly unstable mixtures,
the critical tube diameter on the order of 10–15 λ. More recently, Pintgen [66]
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has examined the details of detonation diffraction in weakly and strongly unstable mixtures and quantified the differences in the centerline velocity decay
rate for the subcritical cases. The most striking differences between the mixtures occur in the subcritical and critical regimes, for which the detonation
fails to transition into the unconfined half-space. For the H2 -O2 -Ar mixture,
the velocity on the center line was found to decay significantly slower than
for the H2 -N2 O mixture. In case of a H2 -O2 -Ar mixture, it was evident from
simultaneous schlieren-fluorescence images that the reaction front was coupled
to the lead shock front up to 2.3 tube diameters from the exit plane. For a
H2 -N2 O mixture, the reaction front velocity decreased to 60% of the corresponding Chapman–Jouguet value at 1.1 tube diameters from the tube exit
plane. Analysis of processes in the reaction zone region of the diffracting wave
[66] indicates that there are significant differences in critical decay time and
activation energy between the two mixtures.
The behavior of detonations in impervious and absorbing wall tubes depends
crucially on mixture type. In smooth tubes with hard walls, the limiting (failure) diameter and velocity deficits are smaller for strongly unstable as compared to weakly unstable mixture types [91]. Dupre et al. [93] and also Teodorczyk and Lee [94] examined the limiting conditions for propagation in tubes
with a section of acoustic absorbing surfaces; Radulescu and Lee [95] extended
these studies over a wide range of mixture types. Radulescu and Lee find that
regular mixtures have a critical failure diameter of 11 λ and propagated up to
100 λ before failure. Strongly unstable mixtures have a critical failure diameter of 4 λ and only propagate a short distance, less than 10 λ, prior to failure.
They argue that the results imply that transverse waves are essential for the
propagation of strongly unstable waves while playing a relatively small role in
the propagation of weakly unstable waves. They propose that in the strongly
unstable cases, the transverse wave collisions and resulting turbulent mixing
play a key role in propagation and that failure occurs due to the damping
of the transverse waves. On the other hand, in weakly unstable cases, they
propose that the main shock front is responsible for the reaction, and failure mechanism is related to the curvature of the wavefront and the very slow
decoupling processes associated with curvature evolution.
Finally, Kuznetsov et al. [96] examined transition-to-detonation run-up distance. They find that for weakly unstable mixtures, the DDT scale length had
to be at least 40 λ while for strongly unstable mixtures it was only 7 λ.

Summary The conclusion from all of these studies is that the extent of
instability has to be considered in formulating experiments on and modeling detonation waves. There is no universal reaction zone structure or set of
correlations to macroscopic behavior. There are trends that are useful for engineering purposes, but from a scientific viewpoint, different considerations are
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needed for treating the extremes in behavior. In particular, there is very strong
evidence that in the strongly unstable cases, some fraction of the reactants
pass through the main reaction zone without reacting, and if a detonation is
to propagate persistently and not fail outright, turbulent mixing and diffusive
reaction must take place not too far downstream of the main front.

3

Simulating Detonation Fronts

Examining Fig. 1a, we note that the characteristic propagation distance in
typical laboratory experiments is 1–10 m, while the reaction zone shown in
Figs. 1c and d exhibits significant spatial gradients on the order of 1–10 µm.
Despite the widespread availability of software for adaptive mesh refinement,
this range of 107 in length scales obviously poses a significant issue (see the
discussions in [83,97–100]) for accurate direct numerical simulation of the reactive, viscous flow with detailed chemical reaction kinetics. Other considerations
include the storage requirements for detailed chemical reaction mechanisms
with 50–500 individual species needed for typical hydrocarbon fuels [101], the
three-dimensional nature of the coherent structures and turbulent flow in the
reaction zone, and the challenge of carrying out high-order simulations needed
for turbulence modeling and simultaneously capturing shock waves [102].
The majority of numerical simulations have been carried out using the Euler
(inviscid) equations formulated in conservative form and a simplified chemical
reaction kinetic model in either one [86,103–109,12,110–112] or two [48,61,83,88,100,112–
125] dimensions. The most common reaction kinetics model is the irreversible
one-step Arrhenius rate with simple depletion although two- [113,126,79],
three- [127,128], four- [123], and five-step[125] models have been used to mimic
features of realistic mechanisms such as chain-branching, competition for radicals, and explosion limit or “cross-over” effects.
A small number of simulations have been carried out with detailed chemical reaction mechanisms using the Euler (inviscid) formulation for hydrogen–
oxygen–argon mixtures in one- [129–132], two- [133–136], and three-dimensions
[137] and also, for ethylene–oxygen mixtures [138] in one-dimension. The most
ambitious and realistic studies have been the three-dimensional simulations of
the Navier–Stokes equations by Oran et al. [139] using a one-step irreversible
reaction and adaptive mesh refinement. Manifold approximation methods have
been explored [130,140,141], and reduced kinetic mechanisms have been specifically developed for detonation conditions in hydrogen [142] and hydrocarbon
fuels [143–146]. Data from high-pressure shock tube experiments [147] are vital for validating mechanisms over the full range of thermodynamic conditions
encountered in detonations.
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3.1 Chain-branching reactions and the competitions for radicals

The reaction that takes place behind the leading shock front (Fig. 1c and d) is
a coupled chain-branching, thermal explosion in which exponential growth
of radical species, recombination reactions forming products and releasing
thermal energy, and competing reaction pathways for intermediates all occur simultaneously. All of these effects are included automatically when a full
detailed chemistry model is used for simulation. However, these models are
not practical for large-scale multidimensional simulations nor suitable for analytical computations with approximate methods such as activation energy
asymptotic analysis. For this reason, substantial efforts have gone into developing ad hoc models with pseudo-species that mimic some portion of the
actual chemical processes.
Ad hoc reaction models contain a number of adjustable constants which, for
engineering applications, need to be selected to mimic the behavior of an actual
combustible mixture. One way to go about this is to match the induction time,
energy release time, and effective activation energy computed on the basis of
detailed chemical kinetics for a range of thermodynamic conditions that will
be encountered in the detonation simulation. This will assure that the key
parameters E/RT and ∆i /∆e will be correctly approximated. Computations
[125,148] of these reaction zone parameters for hydrogen and a representative
hydrocarbon, ethane, are shown in Fig. 6. Note that the ratio of time scales
τi /τe is shown rather than the ratio of length scales.
In mixtures with hydrogen as fuel, the competition for H atoms produces a
broad zone of high effective activation energy in the temperature–pressure
plane, Fig. 6a. The peak of the activation energy appears coincident with the
classical extended second limit [149–153] as specified by reaction rate ratios.
Although a change in reaction mechanism and effective activation energy is
observed when crossing this zone, experimental measurements [154,155] indicate detonations are possible beyond the extended limit. A reduced reaction
model must take this effect into account since significant variations in activation energy may occur within the reaction zone of an unstable detonation due
to the oscillation of the postshock state across the extended second limit.
For mixtures with ethane as fuel, simulations of near-stoichiometric mixtures
with air show that the reduced activation energy is a slowly varying function
for a wide range of temperature–pressure conditions, Fig. 6c. Apparently, a
relatively simple reaction model of type proposed by Varatharajan et al. [156]
would be adequate in these cases since the induction and energy release times
have a very smooth and simple dependence on the thermodynamic state. There
are certainly competing reaction pathways for many of the intermediate species
but apparently no single bottleneck that creates the sharp ridge in E/RT that
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Fig. 6. a) and c) Reduced effective activation energy θ = E/RT , b) and d) reaction
zone shape parameter τi /τe for stoichiometric a) and b) hydrogen-air and c) and d)
ethane-air computed using detailed reaction mechanisms and the constant volume
explosion model [148].

is shown in Fig. 6a.
For both mixtures, the ratio τi /τe becomes quite large at low temperature since
the induction time τi is a relatively strong function of the temperature due to
the dependence on the branching chain reaction rates and the energy release
time τe is a relatively weak function of temperature since the recombination
processes are strongly exothermic and the rates are relatively independent of
temperature.
Liang et al. [125] used the approach described above to calibrate a five-step,
four-species model that simulated hydrogen combustion. Numerical simulations of propagating detonations were performed for the two mixture conditions shown in Fig. 7a. Case 1 (Fig. 7b) has relatively constant reaction zone
parameters with modest values of E/RT and τi /τe and the solution is clearly
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of the weakly unstable type. Case 2 (Fig. 7c) has reaction zone parameters
that change drastically as the postshock state oscillates and crosses the “ridge
line” corresponding to the cross-over region in Fig. 7a. As a consequence, Case
2 appears to be of the strongly unstable type of mixture with pockets of unreacted mixture downstream of the main reaction zone and a highly irregular
reaction front and leading shock.
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Fig. 7. a) Reduced effective activation energy θ = E/RT and vN points (CJ speed)
for cases 1 and 2, [125]. Numerical schlieren images from simulations based on the
five-step model: b) Case 1, weakly unstable, 7 < E/RT < 4, 1.5 < τi /τe < 0.9 for
0.85 < U/UCJ < 1. c) Case 2, strongly unstable, 29 < E/RT < 10, 33 < τi /τe <
1.3 for 0.85 < U/UCJ < 1.

3.2 Statistical Analysis of Highly-Unstable Detonations
Conventional turbulent flow analysis is based on applying statistical methods to data and modeling fluctuations in flow quantities as random variables
described by probability distributions. The notion of applying Reynolds decomposition to detonations was proposed by White [14] in 1961 shortly after
the discovery of detonation instability. At the time, developing realistic closure
relationships for the Reynolds-averaged equations was not attempted. Today,
we still lack sufficiently fast and high-enough resolution diagnostics to measure
the fluctuations experimentally but we are in position to make some progress
using data from simulations. Radulescu et al. [83] have considered this issue
in some detail and analyzed the output of two-dimensional numerical simulations of unstable detonation waves using Favre averaging to separate the flow
into mean and fluctuating components. Their analysis shows that the effective
sonic surface is located at 20 ∆i (weakly unstable) to 60 ∆i (highly unstable)
from the mean shock front. They show that a subtle balance between mean
flow and fluctuations determines the location of the effective sonic surface. The
mechanical fluctuation intensity was found to decay from 30% just behind the
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leading shock to less than 1% at the location of the effective sonic plane.
Statistical analysis can also be used as a diagnostic tool for comparing the
average and fluctuating properties of unstable detonation simulations. As an
example, we show analysis of the data of Liang et al. [125] discussed above.
Time series data of the lead shock speed and reaction zone thickness at three
points in the channel for Cases 1 and 2 are shown in Fig. 8. The time series
were then post-processed to obtain the relative frequency distributions, Fig. 9.
Finally, the joint relative frequency distribution of reaction zone length and
shock speed was computed and compared with the deterministic result based
on a quasi-steady reaction zone, Fig. 10.
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The time series in Fig. 8 clearly show the irregular nature of Case 2 as com18
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pared to the regular periodicity of Case 1. The frequency distributions in
Fig. 9a for shock speed are skewed with the most probable value below CJ
and the spread in speeds larger for Case 2 than Case 1. The speed frequency
distributions are in qualitative agreement with the analysis by Austin [32] of
the data of Eckett [130] and the more recent study by Radulescu et al. [83]. The
frequency distributions in Fig. 9b for reaction zone length are skewed in the
opposite direction to velocity but this is reasonable given the inverse relation
between shock speed and reaction zone length. The real value of the statistical
analysis is realized in Fig. 10 in which we compare the joint distributions with
the quasi-steady relationship ∆(U ) obtained from the constant-volume explosion model. Case 1 shown in Fig. 10a has a joint distribution function that is
sharply peaked and well aligned with the quasi-steady solution. Case 2 shown
in Fig. 10b only follows the quasi-steady distribution at sufficiently high shock
speeds, and at low speeds, there is a large discrepancy between the joint distribution and the quasi-steady result. The results for Case 2 are in agreement
with the computations [32,85] using the critical decay rate model and photographic measurements of wave speed for highly-unstable waves. The results
for Case 1 are in agreement with the previous critical decay rate analysis [35]
of experiments and simulations with weakly unstable waves. We conclude that
the reaction zone must be treated as fully unsteady for highly-unstable waves
except in the highest speed portions of the wavefront. On the other hand, the
reaction zone can be treated as quasi-steady for all portions of the weakly
unstable waves.
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3.3 Dynamical Systems Approach

The instability of detonations has also been examined from a dynamical systems point of view [81,109,157]. Linear stability theory [74,75,158–160] predicts that with increasing activation energy E (all other parameters being
fixed) the ZND structure will become unstable to small perturbations and an
increasing number of unstable modes will be accessible with further increases
in E. Numerical simulations of the nonlinear evolution of unstable modes [109]
using activation energy for a one-step reaction as a control parameter show a
sequence of period-doublings and ultimately transition to chaos following the
appearance of a “period three” bifurcation. These computations were repeated
[81] using the two-step model of Short and Sharpe [79] and qualitatively similar results were obtained. Henrick et al. [157] used the shock change equation
to avoid errors caused by capturing the lead shock front and a high-order numerical method. They investigated even higher activation energies and show
that the system ultimately transitions from chaos back to a nonlinear limit
cycle with a modest number of modes. It is not clear what the implications
are for computing two- and three-dimensional flows, but clearly some caution
is in order beyond the usual tests of numerical sensibility.

Summary We conclude that significant advances have been made in detonation simulation in the last decade. Computation of detonations in one
dimension now appears to be well established on the basis of the Euler equations, and it is possible to handle fairly complex chemical reaction mechanisms
and even remove some of the shock-capturing errors with special treatment of
the leading shock. Simulation of detonation in two- and three-dimensions with
resolved reaction zones is becoming easier with the availability of robust software for adaptive mesh refinement and complex boundaries. However, progress
in sub-grid scale modeling for reaction zones has lagged behind similar efforts
for low-speed turbulent combustion, and a clear need for this has been identified [83] for highly-unstable detonation propagation. Scientific investigations
will continue to make incremental progress as growth in computing capability
enables more realistic models, in addition to the spatial and temporal resolution needed to do direct simulation of the turbulent flow in the reaction
zone. Application to engineering problems [161] of detonation initiation and
propagation are feasible but careful attention has to be given to validation
and scaling.
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4

Conclusions

There is no single paradigm for detonation front structure but a range of
behavior that depends on mixture type, boundary, and initial conditions. In
spite of this variability, there are clear trends in the combustion regimes that
can be observed as the mixture parameters are varied. We presented experimental and numerical evidence for the transition between these regimes using
systematic variations of the composition of the reactants. Ideal reaction zone
models and ideas from instability theory were used to suggest figures of merit
for describing the instability regime. We have shown the usefulness of statistically characterizing the wave speed fluctuations and demonstrated the role
of unsteadiness through quantitative statistical analysis.
Central to further progress is the elucidation of the high-speed turbulent combustion processes within the reaction front and development of models for engineering and scientific simulation of compressible turbulent flows. In common
with other turbulent reacting flows, the challenge is to use limited resources
to obtain sufficient spatial and temporal resolution for meaningful measurements and simulation. In the case of simulation, there are further difficulties
with the realism of physical and chemical models. The primary experimental
needs are high-resolution, quantitative measurements of chemical species and
flow fields within the reaction zone that can be used for model development
and validation. The key challenge, as in low speed flows, is in the statistical
characterization of a turbulent flow field. The primary theoretical and simulation need is for a sub-grid-scale model of turbulent combustion that will enable
quantitative engineering predictions of macroscopic detonation behavior.
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