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Abstract


Direct microscopic observation of the isothermal bainite evolution in terms of nucleation events, the location of the nuclei, as well as their growth is very valuable for the refinement of models predicting the kinetics of bainite transformation. To this aim, the microstructural evolution in a Fe-0.2C-1.5Mn-2.0Cr alloy during isothermal bainite formation at temperatures between 723 K and 923 K is monitored in situ using high temperature laser scanning confocal microscopy (LSCM). Both the nucleation and the growth kinetics of the bainitic plates are analyzed quantitatively. Bainitic plates are observed to nucleate on three different types of locations in the grain: at austenitic grain boundaries, on newly-formed bainite plates and at unspecific sites within the austenite grains. Grain boundary nucleation is observed to be the dominant nucleation mode at all transformation temperatures. The rate of nucleation is found to vary markedly between different austenite grains. The temperature dependence of the average bainite nucleation rate is in qualitative agreement with the classical nucleation theory. Analysis of plate growth reveals that also the lengthening rates of bainite plates differ strongly between different grains. However, the lengthening rates do not seem to be related to the type of nucleation site. Analysis of the temperature dependence of the growth rate shows that the lengthening rates at high temperatures are in line with a diffusional model when a growth barrier of 400 J mol−1 is considered.
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1. Introduction


The wish for better performing automobiles with improved fuel efficiency, low CO2 emission, crashworthiness and rigidity has directed the automotive industry’s efforts towards the adoption of advanced high strength steels (AHSS) as the primary structural material. AHSS offer the opportunity to create cost-effective and light-weight car body structures with improved crash worthiness [1,2,3]. The AHSS steels are compositionally relatively simple C-Mn-based steels having rather different microstructures as a result of different complex multistep thermomechanical treatments. The first generation of AHSS (1st Gen AHSS) includes dual phase (DP), transformation-induced plasticity (TRIP), complex-phase (CP) and martensitic (MART) steels with a high allotriomorphic ferrite fraction. The second generation of AHSS (2nd Gen AHSS) includes twinning-induced plasticity (TWIP), Al-rich lightweight steels (L-IP®) and shear band-strengthened steels (SIP) containing a mass fraction of Mn of about 20%. These 2nd Gen AHSS display significantly higher strength values compared to the 1st Gen AHSS. The third generation AHSS (3rd Gen AHSS) show even better strength-ductility combinations at lower costs [4,5,6,7]. Their attractive mechanical properties are due to the presence of a high volume fraction of retained austenite, which is stabilized by increasing the Mn content [8,9,10,11]. The occurrence of high volume fractions of retained austenite in the microstructure is realized by specific thermal processing routes and fine tuning of the Mn concentration. A key feature of these multi-phase steels is their primarily bainitic microstructure containing retained austenite volume fractions between 10 and 30% [12] at overall Mn concentrations between 1.5 and 8 mass% [13,14,15,16,17,18,19]. The 3rd Gen AHSS family includes the so-called medium Mn steels, to which the steel to be researched in this publication belongs. Intercritical annealing treatments at isothermal bainite transformation temperatures form the basis for the desired multi-phase bainite-austenite microstructures. In view of its technological importance, significant research efforts have been made to tailor the amount, morphology and stability of retained austenite after cooling [20,21,22,23,24] in relation to the preceding bainite formation. Predicting the kinetics of the bainite transformation by means of numerical models is a goal not only of academic, but also of significant industrial interest, since the austenite-bainite microstructure formed during intercritical annealing determines the mechanical properties of the steel.



The kinetics of bainite formation has been studied extensively for decades since the first observation of the microstructure by Davenport and Bain in the 1930s [25,26]. Due to the wide temperature range in which such bainitic microstructures form, its transformation kinetics is a complex phenomenon consisting of coupled dissipative processes. It is thus a challenging task to describe and predict the transformation kinetics. Currently, two schools of thought exist that provide different explanations for the physical mechanism through which bainite evolves, and the topic has been under debate for many decades [27,28,29,30,31,32,33,34,35,36,37,38,39,40,41,42,43,44]. While it is not the purpose of this paper to enter into this controversy, the concepts of both models are considered to be relevant for the interpretation of our observations. The diffusional approach, first formulated by Aaronson [45], explains the formation of bainite as a ferrite ledge growth mechanism, which involves reconstructive ferrite and cementite formation. The kinetics is governed by the movement of the austenite-ferrite interface, which depends on the interactions of constituent alloying elements in the iron lattice. The displacive school of thought, on the other hand, considers a diffusionless nucleation and growth of so-called bainitic sub-units to be the crucial formation mode. Growth is assumed to occur by successive nucleation of new sub-units. The overall kinetics is thus controlled by nucleation events since the growth of sub-units is a very fast process [46]. Both schools succeeded in modelling the overall transformation kinetics based on their own perception of the dominant bainite formation mechanism [46,47,48,49,50,51,52,53,54,55,56,57,58,59], without paying much attention to the actual microstructure evolution and its relation to the initial austenitic microstructure.



Given the importance of correctly modelling the austenite to bainitic ferrite transformation kinetics for designing suitable multiphase microstructures, in situ methods are applied to observe the evolution of microstructural features in real time. Conventional metallography is the classical method to investigate bainite formation; however, this technique can only be used to observe post mortem microstructures. While in situ optical observations of metallurgical transformation reactions using conventional microscopy were already made in 1952 [60], in recent years, in situ high temperature laser scanning confocal microscopy (HT-LSCM) has been used preferentially [61,62,63,64,65,66,67] because of its high sensitivity to the out-of-plane distortions at moving interfaces.



Xu et al. [65] quantitatively analyzed the austenite transformation rates by combining LSCM and dilatometry. Kolmskog et al. [62] also applied LSCM to directly observe isothermal bainite formation below the martensite start temperature. Dynamic LSCM imaging studies of the bainite evolution revealed a continuous lengthening of bainitic ferrite plates. Wan et al. [66] showed that the lengthening rate of the plates was constant with time irrespective of the nucleation location. Hu et al. [67] investigated the plate growth rates at low transformation temperatures in a super bainitic steel Fe-0.4C-2.81Mn-2.0Si (all in mass%) and also observed a constant lengthening rate. However, in contrast to the results presented in [64], they reported a dependency of the growth rates on the location of the nucleation site. Their study supported the diffusional growth hypothesis by semi-quantitatively validating their observations with the Zener-Hillert [68,69] and the Trivedi [70] model. Tian et al. [71] studied the same steel, but under different isothermal temperatures and reported a decrease in lengthening rate with decreasing temperature.



However, the past studies have focused only on quantifying the growth rate of bainitic plates, but did not pay attention to the variation of the growth rate. Some studies reported a variance in growth rate nucleating at different locations in the microstructure [67,71]. However, the nucleation aspect in the evolution of bainitic ferrite has rarely been measured and analyzed quantitatively. In this paper, in situ LSCM at a framing rate of 15 Hz is applied to directly observe the bainite phase transformation process in a typical Fe-0.2C-1.5Mn-2.0Cr (all in mass%) alloy. The dynamics of the bainite formation process, within the spatial and temporal resolution limits of LSCM, is quantified using a combination of manual and computer-aided image analysis techniques. This study reports on the bainitic nucleation and growth observed at different isothermal temperatures of 723 K, 773 K, 823 K and 923 K (450 °C, 500 °C, 550 °C and 650 °C). Nucleation and growth of bainitic plates has been analyzed quantitatively by distinguishing different nucleation sites and by comparing the bainite formation behavior in different grains. This latter aspect has not been addressed in previous bainite formation studies reported in the literature.




2. Experimental Procedure and Microstructure Measurement


The investigated material is a Fe-C-Mn-Cr alloy with the chemical composition listed in Table 1. Cold rolled cylindrical samples with a radius of 4 mm and a height of 5 mm were used, in which the highly-polished surface was perpendicular to the rolling direction.



In situ optical observation and recording of growing bainitic ferrite plates were done using a Yonekura VL 2000 DX HT-LSCM (Yonekura manufacturing Co., Ltd., Osaka, Japan) coupled with an SVF 17 SP mirror furnace. Details of the experimental setup can be found in Chen et al. [72]. Images of a region in the center of the sample (i.e., the thermally most homogeneous part of the sample) were video-recorded with a scanning frequency of 15 Hz. The temperature was recorded by a thermocouple. The applied combinations of austenitizing temperature and isothermal holding temperatures are listed in Table 1. The samples were typically austenitized for about 250 s and subsequently cooled from the austenitizing temperature to the bainitic holding temperature with a recorded cooling rate of 10–20 K/s.



The time-temperature-dependent microstructural changes observed by HT-LSCM measurements were analyzed after selecting representative large austenite grains showing the formation of multiple bainite plates. The austenite grains could be distinguished because of light thermal grooving at their grain boundaries. MATLAB’s image processing toolbox [73] (imtool) was used to isolate and quantify the bainite microstructure evolution from the recorded images, such as that shown in Figure 1. Each pixel size corresponds to ~0.23 μm, which sets the resolution of the analysis. Although the real nucleus size must be much smaller than the minimal detectable feature dimension, the detection of the earliest features of a particular bainite plate at ~0.6 μm recorded at this resolution is taken as the nucleation event. To analyze plate growth, temporal measurements of individual plates were performed to obtain plate growth rates using MATLAB’s imtool. The lengthening rate of individual bainitic plates was determined by linear regression yielding typical high correlation coefficients (R2 > 0.95) indicative of a constant growth rate within experimental accuracy. The plate growth rate (v) is then the slope of the fitted line. In some cases, where overall linear fitting would not yield a good fit, linear fitting was done in sub-growth stages to get a good fit. For plates with distinct stages of growth, the overall plate growth rate was calculated by averaging in the following way:


  v =   ∑   i = 1  n     v i  Δ  t i    Δ  t i     



(1)




where vi and   Δ  t i    are the velocity and time period of stage i, respectively.



Complementary to HT-LSCM experiments, bainite formation in this steel was also studied using a Bähr DIL 805A/D dilatometer. Although results of these two experimental approaches were qualitatively comparable, due to significant differences in the temperatures at which comparable macroscopic bainite formation rates were obtained, only the results of HT LSCM are presented. As discussed in ref. [74], these differences can be caused by an uncertainty in the exact sample temperature in the LSCM and/or possible surface decarburization of the sample in the LSCM setup.




3. Results


3.1. Nucleation


In this section, quantitative results of the in situ nucleation events of bainitic plates during austenite to bainite transformation as observed with HT-LSCM are presented. The bainite plates were observed to nucleate and grow during cooling, as well as during the subsequent isothermal holding stage. Nucleation was found to take place (a) at the grain boundary; (b) in the grain interior at the side of a recently-formed bainite plate and (c) in the grain interior at a location not showing any specific feature. Characteristic examples are shown in Figure 2. The occurrence of bainite formation at these specific locations has also been reported previously [67].



In our data analysis, each nucleation event is characterized by its type of nucleation site, the moment of first observation (the apparent nucleation time), the actual temperature and, finally, by the (numbered) grain in which nucleation occurs. The quantitative data concerning the nucleation events as observed in four separate samples of the same steel transformed at different isothermal holding treatments at 723 K, 773 K, 823 K and 923 K (450 °C, 500 °C, 550 °C and 650 °C) are presented in Figure 3, Figure 4, Figure 5 and Figure 6, respectively. The austenitizing temperatures used for each transformation temperature are listed in Table 1. The austenization time was kept constant at 250 s. The bainite formation-relevant part of the time-temperature profile is presented in Figure 3, Figure 4, Figure 5 and Figure 6. The time marked ‘zero’ in each graph refers to the time at which the isothermal temperature was reached first. Different symbols have been used to indicate the three distinct types of nucleation sites:




	(i)

	
nucleation on the grain boundary (●)




	(ii)

	
nucleation on the surface of an existing bainite plate (■)




	(iii)

	
nucleation occurring inside the austenitic grain (▲).









No bainite nucleation was observed prior to the shortest indicated time, and no further bainite formation was observed after the longest time indicated in each figure.



Bainitic ferrite plates were observed to nucleate predominantly on grain boundaries during the onset of the transformation. As the transformation proceeds, new plates are also observed to nucleate on previously-formed ones. It was observed that some new plates emerged from within the matrix, i.e., without any microstructural ‘reason’ in a few cases. They have been indexed as ‘internal’. All of these so-called ‘internal nucleation events’ took place near an existing plate or near a grain boundary. It is thus very likely that such a plate may have nucleated at grain boundaries or plate surfaces in the bulk of the material and what we observe is the plate emerging from the interior on the surface.



The majority of nucleation events were observed to take place during cooling to the holding temperature or at early stages of the isothermal holding at T = 723 K (450 °C) (Figure 3), T = 773 K (500 °C) (Figure 4) and T = 823 K (550 °C) (Figure 5), respectively. No new nucleation was observed during the later stages of the isothermal holding stage. In contrast, nucleation occurred only during the whole isothermal holding stage for holding at T = 973 K (650 °C) (Figure 6).



Although all the imaged grains in a particular sample by default were exposed to exactly the same thermal history, both the total number of bainite nucleation events per grain and the time window during which nucleation took place varied significantly between grains. For example, for the isothermal experiment at T = 723 K (450 °C) (Figure 3), 13 bainitic plates were formed within about 20 s in Grain 4, but only three nucleation events in 22 s were recorded for Grain 1. For the experiment at T = 773 K (500 °C) (Figure 4), 10 plates formed within 35 s in Grain 1, while only one plate formed in Grain 8; For the experiment at T = 923 K (550 °C) (Figure 5), eight plates nucleated over 45 s in Grain 2, while only two plates nucleated over 20 s in Grain 4, and six plates nucleated over 85 s in Grain 3. For the experiment at T = 1023 K (650 °C), four plates nucleated over 75 s in Grain 1, while only two nucleated in 13 s in Grain 2.



Both the total number of bainitic plates that nucleated in each experiment and the time window Δt of total nucleation events, i.e., the time difference between the first and last nucleation event, were found to depend on the degree of undercooling (ΔT). For the experiment at T = 723 K (450 °C), nucleation of new bainitic plates stopped 28 s after formation of the first bainitic plate, while at T = 923 K (650 °C), nucleation continued for about 75 s. In addition, the total number of nuclei formed in the different grains was higher at lower transformation temperatures, i.e., bainite formation is more rapid at higher degrees of undercooling.




3.2. Growth


The growth of individual bainitic plates was investigated by measuring the plate lengths from images separated by 1 s in time (i.e., only a fraction of all the images collected at a rate of 15 Hz was used). Figure 7a–c shows three individual images for the experiment at T = 923 K (650 °C). The corresponding plate lengths as a function of time are shown in Figure 7d. The plate growth rates are determined by linear regression, and the corresponding fit lines are also plotted in Figure 7d. It is observed that some plates grow at different rates at different stages of their evolution. In these cases, the velocities of distinct stages are obtained from piecewise linear regression. As shown in Figure 7d, Plate 4 (not contained in Figure 7a–c) first grew at 3.57 μm/s followed by a slower lengthening rate of 0.43 μm/s and then continued at a speed of 4.66 μm/s until it stopped growing abruptly.



The results of all plate lengthening measurements are reported in Figure 8, Figure 9, Figure 10 and Figure 11 for isothermal holding at 723 K, 773 K, 823K and 923 K (450 °C, 500 °C, 550 °C and 650 °C), respectively. In each figure, the relevant stage of the time-temperature profiles is also plotted. Time is set to zero at the onset of isothermal holding. For each plate, the length evolution is indicated by a line drawn through the data points taken at 1-s intervals. The symbol at the start of the line indicates the type of nucleation site (GB, on a plate (OP) or internal with no clear initiation source (IN). The symbol at the end of the line section indicates the microstructural feature at which the plate stopped (GB, OP or IN where IN may also be a topological defect on the surface other than a grain boundary or bainitic plate).



Various combinations of types of nucleation sites and termination sites can be distinguished. Plates that formed at the initial stage of the transformation generally started from the grain boundary and grew until their growth was stopped by impingement with another segment of the grain boundary. Plates that started growing at later stages were also stopped due to previously-formed plates, and thus, these plates grew to a shorter length than the ones formed at the initial stages. No cases of bainite growth continuing in the neighboring grain after impacting a grain boundary were observed. As can also be seen from Figure 8, Figure 9, Figure 10 and Figure 11, most plates stopped due to impingement with either a grain boundary or another bainitic plate. In only very few cases did the bainitic transformation stop within a grain without any microscopically-detectable reason. The plate thickening or widening rates were observed to be slower than the lengthening rates, yet the kinetics could not be quantified due to the limited spatial resolution in the LSCM images and the less clearly-defined boundary. There were no indications that the plate widening was also interrupted due to interactions with other local features or distortions in the microstructure.



The observed lengthening rate of individual plates in a particular experiment showed some variation from plate to plate and between different grains, but overall, the lengthening rates were found to be approximately in the same order of magnitude; see Figure 8, Figure 9 and Figure 10. In contrast, the lengthening rates scattered largely for the highest transformation temperature (Figure 11). In general, a shorter time window for growth, ∆t, and a higher lengthening rate were observed for lower transformation temperatures. Given the effect of transformation temperature on the nucleation rates (Figure 3, Figure 4, Figure 5 and Figure 6) and the growth rates (Figure 8, Figure 9, Figure 10 and Figure 11), one can expect a more rapid bainite transformation at higher undercooling as a cooperative result of both higher nucleation and lengthening rates.





4. Discussion


4.1. Nucleation


As described in the Results Section, plates of bainitic ferrite were observed to nucleate at three different types of location. The total number of observed nucleation phenomena grouped by nucleation sites versus holding temperature is presented in Figure 12. The total number of nucleation events increases by reducing the transformation temperature, reaching its maximum at T = 773 K (500 °C), and decreases for lower temperatures. Nuclei are mainly formed at grain boundaries. Nucleation inside the austenite grains is a rare event and was difficult to observe unambiguously by means of LSCM measurements. Such nucleation events were strongly outnumbered by nucleation events from grain boundaries or newly-formed bainite plates. Nucleation on existing bainitic plates (autocatalytic nucleation) occurs at all transformation temperatures, and its fraction increases at lower transformation temperatures.



Figure 3, Figure 4, Figure 5 and Figure 6 as presented provide only a 2D view of the nucleation rate in different grains, and the differences in nucleation rate between the different grains is likely due to the orientation of the grain with respect to the observed surface. Due to complexity of the nucleation in 3D structures, there is no assumption-free method of quantitatively evaluating and comparing the overall nucleation rate per unit of volume from such 2D observations. The average nucleation rate per unit area versus the temperature range of observation is shown in Figure 13. The average nucleation rate decreases upon increasing isothermal holding temperature from 723 K–823 K (450–650 °C). The scatter in nucleation rates was more pronounced at lower transformation temperatures compared to higher temperatures.



Enhanced analysis of the observed nucleation behavior can be done by comparing the average nucleation rates to those obtained by classical nucleation theory (CNT) [75,76]. According to CNT, the nucleation rate is expressed as a product of two exponential terms: one accounting for the number of stable nuclei n* being formed such that    n *  ∝ exp  (  −   Δ  G *     k B  T    )    where ΔG* is the activation energy needed for nucleation of the product phase from parent nuclei and kB is the Boltzmann constant. ΔG* can be in general written in as   Δ  G *  =  Ψ  Δ  g v 2     , where Δgv represents the changes in Gibbs energy of phases under para-equilibrium condition and factor Ψ accounts for geometry and interfacial energies between the nucleus and original phase. The other term accounts for cluster dynamics or the frequency with which parent phase atoms attach themselves to the product nuclei cluster,    v d  ∝ exp  (  −    Q D     k B  T    )   , where QD is the activation energy for diffusion of migrating atoms, so the total nucleation rate,   N ˙  , would be product of these two factors as:


   N ˙  ∝ exp  (  −   Δ  G *  +  Q D     k B  T    )   



(2)







The low nucleation rate at high undercooling is attributed to the high activation energy for diffusion at lower temperatures. At lower undercooling, or at higher transformation temperature, the driving force is too low to produce a perceptible nucleation rate. Using the driving force for nucleation calculated by Thermo-Calc software linked to the TCFE8 database [77], leading to an equilibrium transformation start temperature of 1043 K (770 °C), the best fit of the normalized experimental data to Equation (2) when QD = 4.72 × 10−19 J [78] gives Ψ = 1.2 × 10−13 J3·mol−2 (with   Δ  g v    in J·mol−1), which is orders of magnitude smaller than the values predicted for ferrite nucleation [79,80,81]. The values of ΔG* using the fitted parameter of Ψ vary from 3.9kBT–47.5kBT between 723 K (450 °C) and 923 K (650 °C), respectively. These values are higher than the predicted values by Quidort and Bréchet [82] for bainite nucleation in a 0.5 mass% carbon steel varying from 1.1kBT–1.7kBT between 648 K (375 °C) and 773 K (500 °C), but close to the value of 30kBT predicted by van Dijk et al. [83] for barrier-free heterogeneous nucleation of ferrite grains in C35 steel at T = 1003 K (730 °C). The driving force   Δ  g v    is plotted versus temperature in Figure 14a. The nucleation energy barrier ΔG* and the activation energy QD as multiples of (kBT) are linked to the normalized nucleation rate     N ˙     N ˙   m a x       according to CNT, and these quantities versus temperature are presented in Figure 14b as the best fit to the experimental data.




4.2. Growth


The results in Section 3.2 show the temporal evolution of plate lengths for different isothermal temperatures. The data analysis was done corresponding to a frequency of 1 Hz, though the experimental data were recorded at 15 Hz. To check that the lower sampling frequency did not lead to loss of information, two bainite plate growth events were analyzed both at the lower sampling frequency of 1 Hz and one at the actual data recording frequency of 15 Hz: one plate with a high growth rate and the other one with a lower growth rate. The results of the four analyses are shown in Figure 15a–d. The figures demonstrate that the low frequency data analysis provides complete information with respect to plate growth and that, at the temporal and spatial resolution used, the plate growth is continuous without any jerkiness, while the error associated with low resolution measurements remains between 0.79 and 3.01 µm (equal to 3–13 pixels in 1024 × 1024-pixel images).



Figure 8, Figure 9, Figure 10 and Figure 11 show the evolution of individual plates for the three transformation temperatures. Figure 16 summarizes the average and range of measured lengthening rates during total transformation for bainite plates initiated at grain boundaries, within the grains and on preformed bainite plates for each experiment. Comparing all transformation temperatures, no clear relationship between nucleation site and lengthening rates of bainite plates is observed. However, the average and range of lengthening rate increase remarkably for lower transformation temperatures. In a similar LSCM study, Hu et al. [67] reported different bainite plate lengthening rates during cooling and isothermal holding. Such a difference was not observed in the current experiment.



Now, the growth data are to be compared with the predictions by available models in the literature. The diffusionless hypothesis suggests that the lengthening rate of bainitic plates depends on the nucleation rate of bainite subunits. Due to the complex dependence of the nucleation rate on different fitting parameters (discussed in [46,84]), which actually justifies the nucleation rate of the subunit itself as a fitting parameter, the direct comparison of the experimental data can only be made with the diffusional model proposed for the prediction of the maximum lengthening rate of bainitic plates.



The diffusion-controlled equation of lengthening known as the Zener-Hillert model [68,69] has been recently improved by Leach et al. [85]. Upon removing the original simplifying approximations made by Zener [86], the lengthening rate,  v , is described by:


  v =    D  e f f    (  Δ  G m 0  − B  )  /  V m    2  σ  α γ     .    x  γ / α   −  x 0 γ     x 0 γ  −  x  α / γ     .    ρ  c r    ρ  .  



(3)




where    D  e f f     is the effective diffusion coefficient of carbon,   Δ  G m 0    is the maximum driving force of transformation,  B  is the energy barrier of the transformation,    V m    is molar volume,    σ  α γ     is the interface energy,    x  γ / α    ,    x  α / γ     and    x 0 γ    the mole fraction of carbon at the austenitic side of the interface, the ferritic side of the interface and in the initial austenite phase,  ρ  is the radius of curvature of the plate tip and    ρ  c r     is the critical radius for which the growth rate is zero. The effective diffusion coefficient of carbon can be calculated by:


   D C  e f f   =   ∫    x 0 γ     x  γ / α        D C γ   (   x c   )     (   x  γ / α   −  x 0 γ   )    d  x c   



(4)







The dependency of carbon diffusivity in austenite on its mole fraction can be calculated by the following expression suggested by Ågren [87]:


   D C γ  = 4.53 ×   10   − 7    (  1 +  x c   (  1 −  x c   )    8339.9  T   )  exp  [  −  (   1 T  − 2.221 ×   10   − 4    )   (  17767  −  x c  26436  )   ]    



(5)







Equation (3) has been applied with parameters similar to those used in [88] for modelling the maximum growth rate of bainitic plates at different temperatures assuming an energy barrier B of zero and 400 J mol−1 for growth. The equilibrium composition of austenite (Ae3 line) at low temperatures and transformation driving force have been calculated using Thermo-Calc software linked to the TCFE8 database [77]. The value for B = 400 J mol−1 is selected according to the strain energy barrier concept suggested by Bhadeshia [41,89] to accommodate the displacive nature of bainitic ferrite formation.



Figure 17 shows the predicted maximum lengthening rates according to Equation (3) for the two values for the energy barrier, as well as the experimentally-recorded growth data at the different temperatures. Equation (3) yields a typical C-type growth rate with a maximum shifting to a lower growth rate at a lower temperature upon introducing an energy barrier of 400 J mol−1. In general, the correspondence between the calculated velocities and the experimental data is modest. The actual experimental growth rates at T = 923 K (650 °C) are well captured by the model with B = 400 J mol−1. For T = 823 K (550 °C), the measured lengthening rates are still in the range of the maximum growth rate predicted by the model. However, for lower temperatures, the predicted velocity grossly underestimates the actual values. This could be in line with the other reports describing the possibility of a massive growth mechanism for bainitic plates at low temperatures [63,90,91].



Given the composition of the samples studied, an incomplete bainite transformation phenomenon [32,58,92,93,94] is expected to occur at the transformation temperatures imposed. As can be observed in Figure 8, Figure 9, Figure 10 and Figure 11 (and in the Supplementary Information showing the original recordings of the isothermal transformation experiment at T = 723 K (450 °C)), the lengthening of the majority of bainite plates is independent of the nucleation time and location and terminates on geometrical obstacles of austenite grain boundaries or existing plates. However, widening of all the plates terminating within the austenite grains results in a limited width of the bainitic plates. This indicates that the transformation stasis can be caused by stasis in the widening of the bainitic plates, restricted by a growth-limiting mechanism such as the formation of Mn spike in front of the migrating interface, while the lengthening is assumed to be a massive transformation, i.e., no compositional changes in the bulk material, but a carbon spike in front of the migrating interface. Such a mechanism for incomplete bainite transformation has been previously suggested in a modelling work by Yang et al. [95], where in ferrite transformation with a plate-like morphology, a complete transformation in the lengthening direction and incomplete growth in widening of the plates were predicted; proposing that the global stasis in ferrite formation with a plate-like geometry is due to local stasis in widening of the previously-nucleated plates and not in lengthening, while for an isotropic ferrite morphology, the stasis occurs in all directions of growth.





5. Conclusions


In this study, isothermal bainite transformation in a C-Mn steel has been investigated using in situ LSCM and image analysis. Assuming that the transformation features observed at the sample surface qualitatively reflect the features of the bainite formation in the bulk, the following conclusions are achieved:




	
The rate of nucleation (initiation) of bainitic plates is observed to be rather different in different austenite grains.



	
The majority of the bainitic plates nucleate on austenite grain boundaries.



	
The observed average nucleation rate for bainitic plates is found to be in qualitative agreement with the classical nucleation theory.



	
No special relationship is found between the lengthening rate of bainite plates and their nucleation site.



	
The predicted values of the maximum lengthening rate by means of an improved diffusional model considering 400 J mol−1 of growth barrier energy are in agreement with experimentally-measured growth rates of bainite plates at high temperatures.
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Figure 1. Demonstration of MATLAB’s image viewing toolbox imtool for estimating the μm equivalent of pixel measurement according to the scale bar and measuring length of the ferrite plate (unit of measurement in pixels). 






Figure 1. Demonstration of MATLAB’s image viewing toolbox imtool for estimating the μm equivalent of pixel measurement according to the scale bar and measuring length of the ferrite plate (unit of measurement in pixels).



[image: Metals 08 00498 g001]







[image: Metals 08 00498 g002] 





Figure 2. Bainite plate nucleation observed at three distinct locations: (a) on grain boundaries (GB); (b) on preformed bainite (OP) and (c) inside the grain (IN). 
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Figure 3. Temperature and nucleation sequence versus time of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 723 K (450 °C). 
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Figure 4. Temperature and nucleation sequence versus time of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 773 K (500 °C). 
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Figure 5. Temperature and nucleation sequence versus time of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 823 K (550 °C). 






Figure 5. Temperature and nucleation sequence versus time of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 823 K (550 °C).



[image: Metals 08 00498 g005]







[image: Metals 08 00498 g006] 





Figure 6. Temperature and nucleation sequence versus time of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 923 K (650 °C). 
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Figure 7. (a–c) Micrographs showing the growth of bainitic ferrite plates during holding at 923 K (650 °C) at various stages of the isothermal holding time and (d) length versus time plot of the corresponding plates and their lengthening rate. 
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Figure 8. Temperature versus time and temporal plate growth sequence of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 723 K (450 °C). 
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Figure 9. Temperature versus time and temporal plate growth sequence of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 773 K (500 °C). 
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Figure 10. Temperature versus time and temporal plate growth sequence of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 823 K (550 °C). 






Figure 10. Temperature versus time and temporal plate growth sequence of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 823 K (550 °C).



[image: Metals 08 00498 g010]







[image: Metals 08 00498 g011] 





Figure 11. Temperature versus time and temporal plate growth sequence of bainitic ferrite plates in Fe-0.2C-1.5Mn-2.0Cr during isothermal holding treatment at 923 K (650 °C). 
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Figure 12. Total number of observed nucleation events grouped by the observed nucleation sites versus the isothermal temperature of each experiment. 
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Figure 13. Temperature dependence on the average nucleation rate per unit area. 
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Figure 14. (a) Nucleation driving force and (b) fitted energy barrier and nucleation rate according to classical nucleation theory. 
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Figure 15. High time resolution measurements on plates observed in Fe-0.2C-1.5Mn-2.0Cr at isothermal holding conditions: (a) T = 723 K (450 °C); (b) T = 773 K (500 °C); (c) T = 823 K (550 °C); and (d) T = 923 K (650 °C). 
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Figure 16. Lengthening rates of bainite plates (in logarithmic scale) observed to nucleate and grow during the cooling step and the isothermal holding step at different locations, namely grain boundary (GB), inside the grain (IN) and on preformed bainite (OP) at (a) T = 723 K (450 °C), (b) T = 773 K (500 °C), (c) T = 823 K (550 °C) and (d) T = 923 K (650 °C). 
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Figure 17. Predicted maximum lengthening rates with Equation (3) in logarithmic scale and the experimentally-recorded growth data at different temperatures. 
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Table 1. Testing matrix containing the details of the alloy composition and thermal treatments applied with in situ optical recording.






Table 1. Testing matrix containing the details of the alloy composition and thermal treatments applied with in situ optical recording.





	
Steel Composition (mass%)

	
Austenitizing Temperature

	
Isothermal Treatment Temperature




	
C

	
Mn

	
Cr






	
0.2

	
1.5

	
2.0

	
1223 K (950 °C)

	
723 K (450 °C)




	
1233 K (960 °C)

	
773 K (500 °C)




	
1233 K (960 °C)

	
823 K (550 °C)




	
1373 K (1100 °C)

	
923 K (650 °C)
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